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ABSTRACT

This thesis focuses on two problems lying within the field of soft condensed matter: the
viscous fingering or Saffman-Taylor instability and nematic liquid crystals in confinement.

Whenever a low viscosity fluid displaces a high viscosity fluid in a porous medium, for
example water pushing oil out of oil reservoirs, the interface between the two fluids is rendered
unstable. Viscous fingers develop, grow and compete until a single finger spans all the way
from inlet to outlet. Here, using a free energy lattice Boltzmann algorithm, we examine the
Saffman-Taylor instability for two different wetting situations: (a) when neither of the two
fluids wet the walls of the channel and (b) when the displacing fluids completely wets the
walls. We demonstrate that curvature effects in the third dimension, which arise because of
the wetting boundary conditions, can lead to a novel suppression of the instability. Recent
experiments in microchannels using colloid-polymer mixtures support our findings.

In the second part of the thesis we examine nematic liquid crystals confined in wedge-
structured geometries. In these systems the final stable configuration of the liquid crystal
system is controlled by the complex interplay between confinement, elasticity and surface
anchoring. Varying the wedge opening angle this competition leads to a splay to bend transition
mediated by a defect in the bulk of the wedge. Using a hybrid lattice Boltzmann algorithm
we study the splay-bend transition and compare to recent experiments on fd virus particles in
microchannels. Our numerical results, in quantitative agreement with the experiments, enable
us to predict the position of the defect as a function of opening angle, and elucidate its role
in the change of director structure. This has relevance to novel energy saving, liquid crystal
devices which rely on defect motion and pinning to create bistable director configurations.
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Chapter 1

Introduction

Interfaces are ubiquitous in nature. Understanding their behavior is not only of theoretical
interest, but is also crucial for many technological and industrial applications. In this thesis
we first study the forced displacement of a fluid-fluid interface that leads to the formation
of viscous fingers. This interfacial instability is known as the Saffman-Taylor instability [1].
Although known from the beginning of last century, especially to engineers in the oil industry,
the Saffman-Taylor instability is still not fully understood. In particular, the instability has
usually been considered as a two dimensional problem and the role of the third dimension in
its formation had been overlooked. Here we unravel the importance of the third dimension
and describe, for the first time, a mechanism of controlling the onset of the instability. The
development of viscous fingering is desired in some contexts and undesirable in others. For
example the instability can be exploited to mix fluids or increase the interfacial area between
fluids, especially in microfluidic devices, where inertial effects are no longer important. On the
contrary the development of viscous fingering in the process of oil extraction from an oil field
is, of course, economically unfavorable.

The second part of the thesis is devoted to the study of nematic liquid crystals in confine-
ment. Labeled as “mesomorphic phases”, since they can be considered as an intermediate form
of matter, they possess properties between those of solids and liquids. Beside the theoretical in-
terest in liquid crystals, study of these systems is highly motivated by their many technological
applications. For example liquid crystals are widely used in display technology. Confinement
adds to the complexity of liquid crystal systems, since the confining boundaries may impose

different ordering of the liquid crystal molecules to that in the bulk. Therefore, the equilibrium



configuration is determined by a complex interplay of confinement, elasticity and surface an-
choring. Here we will examine numerically nematic liquid crystals confined in wedge-structured
channels, and comparison will be made to experiments in structured microchannels.

This thesis is organised as folllows: Chapter 2 introduces the Saffman-Taylor instability
and gives an outline of previous theoretical, experimental and numerical work on the viscous
fingering problem. Then in Chapter 3, we present the basic concepts of the numerical algorithm
that we shall use in the subsequent chapters to study the viscous fingering problem. This is
the free energy lattice Boltzmann approach to solving the hydrodynamic equations of motion.
Chapter 4 examines the Saffman-Taylor instability in the neutral wetting regime, when neither
of the two fluids wets the walls, and gives a comparison of lattice Boltzmann simulations
to previous work on the subject. The complete wetting regime, when the displacing fluid
completely wets the walls, is then considered in Chapter 5. Lattice Boltzmann simulations are
compared to recent experiments in microchannels using colloid-polymer mixtures showing a
very good agreement. We argue that the shape of the interface in the third dimension is key
to controlling the onset of viscous fingering.

An introduction to liquid crystals is given in Chapter 6. We review the physics of these
systems and, in particular, the phenomenological Landau - de Gennes theory [2]. The modeling
technique we use to study nematic liquid crystals in confinement, a hybrid lattice Boltzmann
algorithm, is also discussed. Chapter 7 examines nematic liquid crystals confined in wedge-
structured geometries. The primary motivation for the work presented in this chapter is
recent experiments in structured microchannels using fd virus particles as a colloidal nematic
liquid crystal. The equilibrium configuration in the wedge geometry is determined by the
delicate coupling of confinement, surface anchoring and elasticity. A splay to bend transition
is observed, which is mediated by a defect in the bulk of the wedge. We demonstrate that the
position of the defect within the wedge depends on the splay and bend elastic constants, and
can be controlled by varying the wedge opening angle.

Finally, in Chapter 8 we summarise the main conclusions of the thesis and suggest possible

future research.



Chapter 2

Saffman-Taylor Instability

In this thesis we turn our attention first to the study of the viscous fingering problem or
the so-called Saffman-Taylor instability, named after Philip Saffman and Sir Geoffrey Ingram
Taylor [1]. This instability has received much attention in the previous half century due to
its relative simplicity and its importance in a wide variety of practical/industrial applications,
arguably the most important of which are in the oil industry. It is probably one of the classical
fluid mechanics problems that is most easily accessible to theory and experiments [3]. However,
despite its apparent simplicity as a problem of almost two-dimensional potential flow, it has
not been fully understood so far. Discrepancies still remain between the experimental results
and theoretical /numerical work.

We shall start in section 2.1 with introducing the Saffman-Taylor instability. Then in sec-
tion 2.2 we shall present manifestations of the instability, which involve, among other things,
the initial motivation that led Saffman and Taylor to the first account of the viscous finger-
ing problem [1]. Section 2.3 will deal with an overview of previous work on Saffman-Taylor
instability, both experimentally and theoretically. We will start with the pioneering work of
Saffman and Taylor, followed by extensions to their original two-dimensional theory by other
researchers. Finally, we shall present the derivation of the Saffman-Taylor instability in sec-
tion 2.4, by performing a linear stability analysis of a flat interface that is subjected to a small

perturbation.
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2.1 The Saffman-Taylor instability

The Saffman-Taylor instability is an interfacial instability that refers to the formation of pat-
terns on the unstable interface between two fluids. It occurs when a low viscosity fluid displaces
a fluid with higher viscosity. In the reversed situation, with the more viscous fluid displacing
the less viscous one, the interface between the two fluids remains stable.

In order to study the instability, experimental research was carried out in an almost two
dimensional geometry — a channel formed of two long flat parallel plates separated by a narrow
gap called a Hele-Shaw cell. Fig. 2.1 shows images, taken at different times, from experiments
on the instability performed by Saffman and Taylor [1]. In these images, air, which is the
upper fluid, is used to displace glycerine in a Hele-Shaw cell. The interface becomes unstable
while it moves downwards, as depicted in Fig. 2.1(a), and leads to the formation of finger-like
structures on the fluid-fluid interface. Fig. 2.1(c) shows that, gradually, one finger gets ahead
of the neighboring fingers. Eventually, as can be seen from Fig. 2.2, a single finger spans the
whole channel, moving with velocity U and occupying a fraction Ay = wy/w of the channel

width, where wy and w are the finger and channel widths respectively.

(a) (b) (c)

Figure 2.1: Images from the experiments of Saffman and Taylor showing air (upper fluid)
displacing glycerine (lower fluid) in a Hele-Shaw cell [1]: (a) An early stage of the instability.
(b) Development of Saffman-Taylor instability. (c) Inhibiting effect of a finger which gets ahead
of its neighbours.

The convention that we shall use throughout this thesis is that the plane of the instability

is the x-y plane as depicted in Fig. 2.2, while the channel thickness direction will be along the
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Figure 2.2: (a) A single finger of width wy = Ayw advances in a Hele-Shaw cell. Image from
the experiments of Saffman and Taylor [1]. (b) Schematic diagram of a Hele-Shaw cell with
two long flat parallel plates in the x-y plane separated by a narrow gap of length b.

z-axis.

2.2 Physical examples

Arguably the most important manifestation of the Saffman-Taylor instability is in enhanced
oil recovery. This becomes even more crucial as sources of energy run out. Oil is generally
found in porous rock. Initially, due to high pressure in the reservoir the crude oil can easily be
extracted. However, the pressure decreases rapidly and several techniques have been developed
in order to increase the amount of crude oil that can be extracted from an oil field, for example
gas (COgq, natural gas or nitrogen) or water injection. These techniques are known as enhanced
oil recovery or for more advanced, speculative, techniques as quaternary recovery.

Fingering phenomena can, however, be a serious problem, since the less viscous fluid — gas
or water — used to push the oil penetrates into the porous rock without completely displacing
the oil. As a result a significant amount of oil is left unexploited; sometimes up to 50% of the
total reservoir.

The Saffman-Taylor instability is crucial in a wide variety of other engineering contexts
as well. These include groundwater transport, packed bed separations and chemical process
applications such as chromatography [4-8]. In these situations, as in secondary oil recovery, the

appearance of viscous fingers by virtue of the Saffman-Taylor instability reduces the desired
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efficiency. However, the instability in other contexts can be useful. For example it can be
exploited in microfluidic devices to mix fluids and enhance their chemical reaction by increasing
their interfacial area. Even research on the structure generation in flow below volcanic systems

[9] involved the study of Saffman-Taylor instability.

2.3 Previous work — Overview

In the following subsections we present an overview of the theoretical and experimental re-

search, which has been applied to study the viscous fingering problem.

2.3.1 Saffman and Taylor’s original study of the instability

We have seen in section 2.2 that viscous fingering was well known to mining engineers from a
very early stage. However, it was not until 1958 that the first detailed account of the instability
was given by Saffman and Taylor [1] following a visit by Sir Geoffrey Taylor to the “Humble
Oil Company” in about 1956.

Saffman and Taylor performed experiments in a Hele-Shaw cell to study the viscous finger-
ing problem. The choice for this experimental geometry /apparatus was because flow in porous
media and in a Hele-Shaw cell are both governed by Darcy’s law. This describes the relation

between the average velocity U parallel to the plates and the applied force —VP(x,y) + pig as

Ula) = =5 (VP(@.9) — ). (21)

)

where ¢ = 1,2 labels the two fluids and 7;, p; denote the fluid viscosity and fluid density
respectively. The coefficient K is the permeability of the porous medium, which for the Hele-
Shaw apparatus is K = —b?/12, with b the channel thickness.

As we have already described in section 2.1, experimentally, when a viscous fluid is driven
steadily by a less viscous one through a Hele-Shaw cell, fingerlike structures emerge and com-
pete. Eventually this leads to the formation of a single, dominant finger, which occupies a
characteristic fraction of the channel width. Saffman and Taylor’s aim was to:

a) measure the relative width of the finger Ay = wy/w, where wy and w are the finger and
channel widths respectively and

b) determine the dependence of the finger width on the finger’s velocity.
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Saffman and Taylor’s experiments revealed that the finger width Ay is a function of the
velocity at which the finger moves, or more generally of the capillary number, defined as
Ca = nU/c ', which describes the relative effect of viscous forces to surface tension o. Fig. 2.3
shows results for the finger width Ay plotted versus Ca from Saffman and Taylor’s experiments.
At low Ca the less viscous fluid displaces almost all of the resident fluid, i.e. Ay — 1. As the
Ca increases, Ay decreases to an asymptotic limit of 1/2, so the advancing finger occupies half

of the channel width.

LIS A A D O N N S I L L |
1-0 -

08 7

06~

- —————— — - - 0 — — —— — — — — — —

1 I T T ST S N O S N T Y T T N A A B O
005 020 025 0-30

010 015
Ca

0-35

Figure 2.3: Finger width A\; versus Ca for systems of water penetrating into different oils
(different symbols) from Saffman and Taylor’s experiments. Figure from [1].

Besides performing experiments, Saffman and Taylor also solved the problem analytically
in two dimensions for the case of zero surface tension, which corresponds to neglecting the
pressure drop at the interface due to surface tension. Their solutions predicted a whole family
of finger widths Ay at each velocity. This non-uniqueness of the solution for Ay was not in
agreement with their experimental results and meant that they were unable to predict the
dependence of Ay on the finger’s velocity.

Saffman and Taylor did, however, obtain the finger shape as a function of the finger width

As. They predicted that the interface profile is described by

o = <1WAf>1n {;(1+COS7;\yf/)}, (2.2)

where 7/, 9/ measure the distance from the finger tip in units of half the channel width w,

ie. vy € [-1,1]. They pointed out, though, that their prediction deviates from the actual

"Here, only the viscosity of the more viscous fluid appears in the Ca, since the less viscous fluid is considered
inviscid.
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interface profile; good agreement was obtained only as Ay — 1/2. Finger profiles evaluated

using Eq. (2.2) are shown in Fig. 2.4.

NN\

Figure 2.4: Finger profiles for Ay = 0.2,0.5 and 0.8 evaluated using Eq. (2.2). Image from [1].

Extending to the case where surface tension o is included, and by performing a linear
stability analysis of an initially flat interface that is being perturbed, Saffman and Taylor

showed that the amplification factor w(k) for a given perturbation of wavevector k is given by

1
w(k) = m{(m —ne)Uk —

ok3b? }’

-~ (2.3)

where 71, 12, U are the viscosities of the two fluids (11 > 72) and the finger velocity respectively.
The linear stability analysis provides information about the growth rate of perturbations on
the fluid-fluid interface.

The details and proof of Eq. (2.3) are postponed to section 2.4 to allow us to follow the
historical development of the Saffman-Taylor instability without interruption. Eq. (2.3) is valid
for the case of a horizontal Hele-Shaw cell, so that gravity is perpendicular to the plane of the
instability and, hence, does not play any role.

If the amplification factor w(k) is positive, then the initial perturbation will grow exponen-
tially leading to the formation of a finger. It is clear from Eq. (2.3) that viscous fingers are

the result of a competition between surface tension and viscous forces. Surface tension tends
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to maximise the radius of curvature at the tip of the finger and, therefore, tends to widen the
finger and restore the interface to its equilibrium shape, while viscous stresses tend to narrow

the finger as they seek to decrease the resistance for the penetrating fluid.

2.3.2 Pitts account of the Saffman-Taylor instability

Pitts [10] achieved an improved phenomenological description of the interface profile by making
the observation that the finger shape satisfies the relation Rsin(f) = const, with R the local
radius of curvature and 6 the angle between the tangent to the interface and the direction of

motion of the finger. Using this condition Pitts described the shape of the fingers as
cos (my'/2Xf) = exp (w2’ /2Xy), (2.4)

which proved to be in very good agreement with the experimental profiles. As Pitts himself
stated, however, a satisfactory justification of this relation has not been found.

Furthermore, Pitts included the effect of surface tension on the pressure drop at the finger’s
interface and solved the problem analytically using conformal mapping techniques. His account
of the Saffman-Taylor instability was based on two arguments: a) that the condition for the
interface shape described in Eq. (2.4) is valid and b) the radius of curvature at the tip of the
finger in the plane perpendicular to the plates, R, decreases from the static value of b/2 by
a constant factor m, due to the motion of the finger; so R = b/2m. Pitts’ solution suggested
that the relative finger size Ay should be a function of Ca/e, where € = b/w is the aspect ratio
of the cell. However, we have to note here that the assumptions are not self-evident as pointed
out by Pitts himself. In particular the second assumption, which implies that the radius of
curvature in the gap of the cell remains constant and is insensitive to the Ca, is difficult to

justify.

2.3.3 McLean & Saffman extensions to the theory

In 1981 McLean and Saffman [11] took into account the effect of surface tension and, with no
assumptions on the finger shape, solved the viscous fingering problem numerically. Using free
streamline techniques they reduced the equations for the movement of the interface to a pair

of nonlinear integro-differential equations, which they solved numerically. They pointed out
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that the width of the stationary finger is determined by a single control parameter, a modified

capillary number defined as

w/D2(1 — Af)2
mil:Cam( /2227(:2 Ar) . (2.5)

So, contrary to Pitts, McLean and Saffman suggested that Af is a function of Ca/ €2 and not
Ca/e. The qualitative behavior, though, remained the same, with Ay being a monotonically
decreasing function of Ca, with a limiting value of Ay = 1/2 for large Ca. It is worth noting
here that, for the case of small surface tension, which they examined by conventional singular
perturbation methods, they found that the equations of motion do not have a unique solution,
something that was in conflict with their numerical results.

From this time on, the control parameter found in the literature to describe the instability
is a modified capillary number [4]

1 12AnU

B €& o

(2.6)

in which Anp = m; — 2 is the viscosity difference of the two fluids. This control parameter
should be attributed to McLean and Saffman, since they were the first to show that Ay should

be a function of Ca/e?.

2.3.4 Tabeling & Libchaber corrections to the two-dimensional theory

Despite the theoretical efforts to reproduce the experimental results for the finger width Ay,
the numerical study of McLean and Saffman [11] predicted finger sizes significantly below those
found experimentally, in a wide range of the fingers’ velocities. This is evident from Fig. 2.5,
where the experimental results are compared to the theory. Tabeling and Libchaber showed
that introducing the control parameter proposed by McLean and Saffman [11] alone is not
enough to fully describe the instability [12]. They argued that this is partly due to a thin
layer of the more viscous fluid next to the walls which is left behind the advancing finger.
This changes the curvature of the advancing interface in the z direction, R, and renders
the problem three dimensional. Theorists, including McLean and Saffman, neglected these

variations in R and assumed that R is constant and equal to half of the channel thickness
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(R; = b/2). Furthermore, they used the boundary condition

1
AP =0— (2.7)
Ry

for the pressure drop across the interface, with R| the interface radius of curvature in the
plane parallel to the plates. However, this only holds if the problem is really two-dimensional.
Since the interface is actually three-dimensional with two radii of curvature, one in the plane
of the instability R and one in the perpendicular direction R, it would also be applicable if
/R > 1/Ry, ie. for a weakly curved interface in the channel thickness direction. However,
given the fact that experimentally, in most cases, the more viscous fluid is the wetting fluid,

then the dominant term is actually the second one since B < R).

I.O T l BB j T I I ] T

0.9

0.5 1 ] 1 | 1 | 1 1 1
0 50 100 150 200 250
1/B

Figure 2.5: Finger width Ay as a function of 1/B. Experimental results of: a) Saffman and
Taylor () and b) Tabeling and Libchaber (e,x). The solid line describes the theoretical
results of McLean and Saffman [11]. Figure from [12].

Tabeling and Libchaber [12] proposed that the approximation Eq. (2.7) for the pressure
drop can be valid if an appropriate rescaled surface tension is used. From the Young-Laplace

condition
*

R
AP—a(I%[”—i-]%lL)—];(l—i—]{)—;”. (2.8)

Therefore, the rescaled surface tension should be
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Experimentally, it was not easy to measure R accurately, so Tabeling and Libchaber used
the theoretical prediction of Park and Homsy [13] for the pressure drop across the interface at

the limit of small Ca and weakly curved interface

el

o
AP =—(1+3. 2/3 + ——.
( 3.80Ca ) R”

oz (2.10)

By applying this to their experiments they found that the pressure drop should be given by

R
AP = ; <Z +7.4Ca%/3 cos2/3(9)b”> , (2.11)

where 6 is the angle of the normal of the interface and the direction of finger motion. Using
this expression they introduced a rescaled surface tension

ot = 0(% + 1.7)\f(w/b)0a2/3> (2.12)

in the definition of the control parameter
1/B* = (12/62)(A77U/a*) =(1/B)(c/c™). (2.13)

The experimental results obtained by Tabeling and Libchaber for the finger width collapsed
on the two-dimensional prediction of McLean and Saffman, when plotted versus this rescaled
modified capillary number 1/B*, for intermediate values of 1/B*. However, for large values of
1/B*, and sufficiently large aspect ratios €, they showed that the finger width A can go below
the 1/2 limit predicted by McLean and Saffman. They argued that this should be attributed
to the effect of the thin film of the displaced fluid remaining on the surface of the cell as the
finger advances.

Recently, Ledesma et al. [14,15] used lattice Boltzmann simulations to study the Saffman-
Taylor instability numerically. They considered neutral wetting, that is the two fluids wet the
walls equally and, therefore, the equilibrium contact angle 6., = 90°. They first examined the
forced displacement of the fluid-fluid interface in the x-z plane to determine when the interface
is advancing as a meniscus and when a thin film develops in the gap of the cell. They refer to

the former as the Meniscus regime and the latter as the Thin Film regime. In this thesis we
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Figure 2.6: (a) A thin film of the displaced fluid wets the walls. This contributes to the
capillary pressure at the tip of the finger and needs to be taken into account. We will refer to
this configuration as the “Thin Film regime”. (b) The less viscous fluid advances as a meniscus
and completely displaces the resident fluid in the x-z plane, while the Saffman-Taylor instability
develops in the x-y plane. We will refer to this configuration as the “Meniscus regime”.

shall use the same nomenclature for the two regimes. These two possible configurations are
shown in Fig. 2.6. The reasoning behind this investigation is that throughout the literature
the resident fluid in the Hele-Shaw cell was wetting the walls. Therefore, experimentally,
researchers were encountering a situation where a thin layer of the displaced fluid was on the
walls as in Fig. 2.6(a).

Ledesma et al. showed that the interface profile in the x-z plane is governed by the interplay
of capillary and Péclet numbers. The Péclet number Pe = Ub/D, where D is the diffusion
coefficient, is a measure of the relative importance of advection to diffusion. For low values
of CaPe the interface is advancing as a meniscus, as in Fig. 2.6(b), while for large values of
CaPe a thin film develops in the channel thickness direction (see Fig. 2.6(a)). For the neutral

wetting case they had examined, an upper bound for the Meniscus regime was found to be
CaPe~ 0.5, (2.14)

while for larger values of CaPe the less viscous fluid penetrates in the x-z plane.
Ledesma et al. then turned their attention to the plane of the Saffman-Taylor instability,

the x-y plane, and examined the finger width A; for the Meniscus and the Thin Film regimes.
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By measuring the interfacial curvature, at the tip of the finger, in the x-y and x-z planes
they rescaled surface tension as in Eq. (2.9). Their results of Ay versus 1/B* collapsed on the
two-dimensional prediction of McLean and Saffman for total displacement of the more viscous
fluid in the x-z plane. Therefore, in the Meniscus regime the problem can be rendered two-
dimensional, when curvature corrections are used as contributions to surface stresses. When a
thin film develops in the x-z plane, however, they showed that the finger width Ay decreases
with increasing aspect ratio and that results deviate from the two-dimensional prediction,

especially for high values of 1/B*.

2.4 Derivation of the Saffman-Taylor instability - Linear sta-

bility analysis in the two-dimensional limit

Here we present the linear stability analysis of an almost flat interface in a Hele-Shaw cell that
is subjected to a small perturbation. This analysis assumes a two-dimensional interface, by
averaging the equations of motion across the channel thickness direction.
From Darcy’s law, the gap averaged velocity in a horizontal Hele-Shaw cell is
b2

=——VP.
U=—13,V

Therefore, the pressure gradients needed to maintain the motion of a flat interface such as the

i Fluid 1
Fluid 2 42& ui

—
U w

Iy N2 P2 N4 P4
- v
X

Figure 2.7: Schematic diagram of the fluid-fluid interface moving with velocity U.

one shown in Fig. 2.7 are

dP1 o 12771U
% = b2 s (2153)
dP2 _ 12772U (2 15b)

dx b2
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For a flat interface

12U

P = ;7; (z—Ut) + Py, (2.16a)
120U

Py=— 2722 (z—Ut)+ Py . (2.16b)

Now, if we suppose that the interface is perturbed in such a way that at time ¢ it lies at

x =X = Ut + (,exp{iky} (2.17)

there must be some corresponding perturbation in P, and P, which must have the same
periodicity in the y direction. Assuming that the fluids are incompressible, the velocity field
obeys the continuity equation V - U = 0. Hence, P, and P, obey Laplace’s equation V2P = 0

and they must vary like exp{tkz}. For Pj, P» to remain finite as + — —oo and  — o0

respectively
12mU
P =- ;721 (x — Ut) + Ay exp{k(z — Ut)} exp{iky} + P, (2.18a)
12U
P =- 222 (x — Ut) + Ag exp{—k(z — Ut) } exp{iky} + Fo . (2.18b)

The boundary conditions at the interface are: a) the velocity across the interface is con-
tinuous and b) the pressure drop across the interface is given by the Young-Laplace condition,
that is the pressure drop equals the surface tension times the curvature k.

Then the continuity of the velocity across the interface reads

0X
Uig =Ugp = — . 2.19
o = Uy = 2 (2.19)
From Eq. (2.15) and Eq. (2.17), Eq. (2.19)
b OP > 0P ICk
— = — = —= ik 2.2
12m Ox 12my Ox v ot expliky} (2.20)
and using Eq. (2.18) leads to
2 2
" iy = 2 gy = % (2.21)

-k e
12771 127’]2 ot



2.4. Derivation of the Saffman-Taylor instability - Linear stability analysis in the
two-dimensional limit 16

The second boundary condition at the interface that refers to the pressure drop across the

interface
2
X
AP:PQ—Plz—O'KZ%—UaayQ. (222)
Using Eq. (2.18) and Eq. (2.17) this yields
12U
Ay — Ay = {UkQ —(n2 — Tll)bg}Ck : (2.23)

Eliminating A; and As using Eq. (2.21) leads to

1 9¢ 1 ob’k3
k)= —— = — o) Uk — . 2.24

Eq. (2.24) gives the amplification factor or growth rate for a perturbation of wavevector
k. If this is positive, then the interface is unstable and the amplitude of any perturbation of
wavevector k increases at an exponential rate. If, however, the growth rate is negative then
the interface remains stable since any deviation from a flat interface will die out.

If we define the dimensionless wavenumber k = wBY/2k, Eq. (2.24) becomes

~ AnU k =9
k) = 1-k 2.25
)= ) wBi ) (2.25)

which leads to the universal dispersion relation

(k) = k(1 —k?), (2.26)

where &(k) = w(k)wB'/?/rU is the dimensionless frequency, and r = An/(n;4n2) the viscosity

contrast ratio. From this, it is easily seen that there is a wavenumber cutoff

~ 1

kCT =1= kcr — m (227)

and that maximum growth rate occurs for

Emaz = \/1/3ker . (2.28)
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Eq. (2.27) defines the region of unstable modes, 0 < k < k.., and it is clear that it depends
on the geometry of the cell, through the width w, and the control parameter 1/B. The region

of stable modes is characterised by k > k.

2.5 Summary

In this chapter, we introduced the Saffman-Taylor instability in section 2.1, and presented
several examples of viscous fingering in section 2.2. The most important of these is arguably
in the oil industry and it was this that triggered the initial interest in the viscous fingering
problem and led to the first detailed experimental and theoretical account of the instability by
Saffman and Taylor in 1958 [1]. In section 2.3 an overview of previous work on Saffman-Taylor
instability was presented, starting from the pioneering work of Saffman and Taylor. This initial
attempt was incomplete and in subsequent subsections we discussed extensions to their original
two-dimensional theory by other researchers [10-12,14,15].

Finally, in section 2.4 we derived the dispersion relation for the Saffman-Taylor instability,
by performing a linear stability analysis of a flat interface that is subjected to a small pertur-
bation. This defines the regions of stable and unstable modes and determines when viscous

fingering occurs.



Chapter 3

Lattice Boltzmann Method

In this chapter we shall present the numerical algorithm we use to study the viscous finger-
ing problem in subsequent chapters. This is based on the lattice Boltzmann method [16,17],
which is a computational algorithm for simulating a wide variety of complex fluid flow prob-
lems including single and multiphase flow in complex geometries. It constitutes a mesoscale
approach [16], because it numerically solves the hydrodynamic equations of motion “by exploit-
ing the underlying microscopic structure of these equations, without resorting to a description
of the fluid in terms of molecular dynamics” [18].

We use an extension of the method, a numerical approach often called the free energy
lattice Boltzmann method, first introduced by Swift et al. [19,20]. This algorithm belongs to
a class of hydrodynamic models, called diffuse interface models [21-24], where the fluid-fluid
interface has a finite size. Far away from a contact line, the method solves the hydrodynamic
equations of motion of the fluid, i.e. the Navier-Stokes equations and the continuity equation.
In the vicinity of the contact line, however, due to the finite size of the interface, the method
introduces a diffusive mechanism, which regularizes the viscous dissipation singularity [25] and
allows the contact line to slip on a solid substrate.

One of the most important advantages of the method is that, when simulating a binary
fluid, this approach avoids the need to track the time evolution of the interface between two
different phases [26]. This makes it ideal to study problems involving the time evolution of
driven fluid-fluid interfaces, like the Saffman-Taylor instability.

We shall describe in section 3.1 the thermodynamics for a binary fluid, where the two

phases contain particles of two different types. In the standard binary model that we use, the

18
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two phases have the same density. Then in section 3.2 we shall present the hydrodynamic
equations of motion for a binary fluid, which are the continuity and Navier-Stokes equations
coupled to a convection-diffusion equation that describes the dynamics of the order parameter.
These equations are solved using a lattice Boltzmann algorithm, the implementation of which
is presented in section 3.3 in a single relaxation time approximation. In section 3.4 we shall
explain how solid boundaries are implemented in the algorithm.

Using a single relaxation time lattice Boltzmann algorithm, however, does not avoid un-
physical currents at the three-phase contact point, when the two components of the binary
fluid have different viscosities, and leads to incorrect equilibrium contact angles [27]. Since
our study of the Saffman-Taylor instability will inevitably involve the study of moving contact
lines and fluid-fluid interfaces, care needs to be taken in treating these boundaries. The use
of a multiple relaxation time lattice Boltzmann algorithm [28,29], that we shall describe in
section 3.5, suppresses the spurious currents and proves to be extremely useful for the study

of viscous fingering.

3.1 Thermodynamics of the fluid

The equilibrium properties of a two component, two phase fluid (binary fluid), can be described

by a Landau free energy functional [24]

Fe | (ot on02)av+ [ goas. (3.1)

The first term in the integrand is the bulk free energy density given by

2 A B
fo= gplnp—i- 5¢2 + §¢4 ) (3.2)

where ¢ is the concentration or order parameter, p is the fluid mass density and c is a lattice
velocity parameter. This choice of f; allows binary phase separation into two phases if A < 0
and B > 0 with bulk equilibrium solutions ¢, = +(—A/B)'/2. Throughout the thesis we
make the choice A = —B, which leads to ¢y = £1. The term %plnp will give a familiar
expression for the pressure.

The gradient term %(’/’(Gaqb)Q in Eq. (3.1) penalizes spatial variations of the order parameter
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¢, for example across an interface, and is related to the interface tension by o = \/W
and to the interface width through & = \/—r,/A [24].

The final term in the free energy functional (3.1) describes the interactions between the fluid
and the solid surface and gives the surface free energy. Following Cahn [30], the surface energy
density is taken to be of the form f; = —he,, where ¢ is the value of the order parameter at the

surface. Minimisation of the free energy gives an equilibrium wetting boundary condition [24]

dfs _ —h. (3.3)

H¢8L¢:—d¢ =

The value of the parameter h is related to the equilibrium contact angle 6., via [24]

h = \/2k4A sign (g - 9€q> \/cos (%) {1 — CoS (%) } , (3.4)

where o = arccos (sin2 Heq) and the function sign returns the sign of its argument.

From the free energy functional Eq. (3.1) we obtain the chemical potential

oF
B = % = A¢ + B¢3 — KpOyy @ (3.5)

and the pressure tensor [31]

Fap = [p" ~ 001 — %(‘%W] Sap + Kp(0a0)(059) , (3.6)

where p, = %p + %Ad)Q + %Bgf)‘l is the bulk pressure. Eq. (3.6) determines the dynamics

describing how the system approaches equilibrium.

3.2 Hydrodynamics of the fluid

The hydrodynamic equations of motion are the continuity (3.7) and the Navier-Stokes (3.8)
equations for a nonideal fluid

9p + Oalpua) =0, (3.7)

Ou(pia) + O (puatug) = ~0sPap + 05 [0 (Dstie + Datis)] + F (3.8)

Lwith respect to the component with Peq = 1.
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where p, u, P, n, F = pg are the local fluid mass density, velocity, pressure tensor, dynamic
viscosity and body force respectively.

For a binary fluid the equations of motion are coupled with a convection-diffusion equation,
09 + aa(¢ua) = MV2M ) (39)

that describes the dynamics of the order parameter ¢. M is a mobility coefficient. The
equilibrium thermodynamic properties of the fluid enter the equations of motion through the
pressure tensor, Eq. (3.6), and the chemical potential, Eq. (3.5).

By expanding the chemical potential p in powers of ¢ — ¢4, for small deviations from
equilibrium,

= (A+3Be2) (¢ — deq) + O((¢ — deg)?) (3.10)

the diffusive term MV?u can be written as DV2¢ with D = M(A + 3B¢§q) the diffusion

coefficient and Eq. (3.9) becomes

Otp + Ou(Ppua) = DV3¢ . (3.11)

3.3 Lattice Boltzmann implementation - Single relaxation time

approximation

Conventional methods directly solve the Navier-Stokes equations in terms of the density p and
velocity u and approximate the differential equations by finite differences. On the contrary,
the lattice Boltzmann method introduces a number @ of particle distribution functions f;(r, )
(i=0,...,Q—1), discrete in time and space, which are associated to a set of velocity directions
e;. These distribution functions can be interpreted as the density of fluid, at position r and
time ¢, which is moving in direction . Fig. 3.1 shows the directions of the velocities in a

three-dimensional model with 19 velocity vectors (D3Q19),

€2,0—6 0O c —c 0O 0 0 O
eyos | =100 0 ¢ — 0 0], (3.12a)
€2,0—6 00 0 0 0 ¢ —c
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€, 7—18 c —¢c ¢ —c 0 O 0 0 ¢ —¢c ¢ -—c
ey7-18| =|¢c ¢ —-¢ —c ¢ —c ¢ —c 0 0 0 0], (3.12b)
€718 0 O 0 0O ¢ ¢ —-—c —c ¢ ¢ —c —c

where ¢ = Az /At is the lattice velocity parameter, and Az, At are the discretisation in space

and time respectively.

€
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Figure 3.1: The velocity vectors e; in the 19-velocity, three-dimensional lattice Boltzmann
model (D3Q19).

The moments of the velocity distribution functions f; are related to the physical quantities,

mass density p and momentum density pu
18 18
S fi=p D fitia = pva, (3.13)
i=0 i=0
where v is related to the fluid velocity u through
Plg = PUa + %FaAt. (3.14)
The time evolution of the distribution functions f; follows two steps

Collision step: fli(r,t) = fi(r,t) [fi(r,t) — fi%(x,t)] + AtF; , (3.15a)

1
7f

Propagation step: filr + e; At t + At) = fl(r,t), (3.15b)
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where f{, 7 and F; are the local equilibrium distribution functions, the relaxation time and the
external body force acting on the fluid respectively. Eq. (3.15a) represents one of the simplest
collision models, proposed by Bhatnager, Gross and Krook [32], where a single relaxation time
approximation is made. The distribution functions f; relax towards their equilibrium values

f{9 with a relaxation time 7y, which is related to the dynamic viscosity of the fluid by
n=pctAt(t; —1/2)/3 . (3.16)

The relaxation time 7; has therefore to be greater than 1/2. The collision step is followed by
a propagation step Eq. (3.15b), where the populations f; stream to the next lattice site along
€;.

In order to recover the continuity (3.7) and the Navier-Stokes (3.8) equations in the con-
tinuum limit, the following restrictions have to be imposed on the distribution functions and

on the forcing term:

18 18 18

Z fieq = p, Z fieqeia = PUq, Z ffqeiaeiﬁ = Paﬁ + PUqUS3, (317&)
i=0 i=0 i=0

18 pC2

Z ffqez‘aeiﬁem = ? (Ua5,87 + uﬁ‘saw + “75045) )

=0

18 18 18

Z F; =0, Z Fieio = Fu, Z Fieineip = ua g + ugliy. (3.17b)
i=0 i=0 i=0

3.3.1 Binary fluid

For a binary fluid two sets of particle distribution functions are needed, since there are two
molecular species; one (f;) that is related to the density and momentum by Egs. (3.13) and

(3.14) and a second (g;) that is related to the concentration

> gi=¢. (3.18)
=0
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Again, the evolution of the additional distribution functions follows

1
Collision step:  ¢i(r,t) = gi(r,t) — T—[gi(r,t) — g (r, )], (3.19a)
9

Propagation step: gi(r + ejAt,t + At) = gi(r, 1), (3.19b)

where ¢;? are the equilibrium distribution functions. The relaxation time 7, is related to the

mobility coefficient in the advection-diffusion equation (3.9) by

M = AtT(r, —1/2), (3.20)

where I' is a tunable parameter. As we shall see in the subsequent chapters I' can be used
to tune the slip velocity of the contact line, as the contact line moves via diffusion. The

distribution functions g;? must obey the following constraints:

18 18 18
Z gfq = ¢, Z gz‘eqeia = Quaq, Z gz‘eqeia = T'udas + Quaup (3.21)
1=0 =0 1=0

to correctly reproduce the convection-diffusion equation (3.9).

Taking into account the constraints Eq. (3.17) and Eq. (3.21) for f{?, ¢ and F; the
equilibrium distributions functions and the forcing terms, can be defined as a power series in
the velocity [18]

. 2
fieq :% <pb - "3¢v2¢ + €iapUa + % €ia€ig — %5615] puauﬂ)
T (w;” L $0u + W, B0y + w000, (3.22)

+ wfyax(ﬁayﬁﬁ + w;‘pz w¢6z¢ + wfzay¢8z<;5> ’

60 = % (Tt eiadua + o2 [ciacin — 5005 duaus ) (3.23)

Fi=% (€mFa + % {emeib’ . %5046} (uafjp + ub’Fa)> ) (3.24)
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with the coefficients [18]

wite = w56 = wily = -
wiliy = wis_1g = Wil = wii_15 = _iv
WiT_14 = W55 = Wity = %7
wie =w{" s =wi?s =0,
w?,ylo = wl1/i14 =wiz g = %v
wg”,% = w'qf;,ls = wig 17 = _iv

Ty o yz Yz T2 _
Wyy_1g = Wy_jg = Wig_15 = Wr_1y = 0.

Although the choice for the coefficients in Egs. (3.22)-(3.24) is not unique, it was shown that
this choice reduces the unphysical currents, called spurious velocities, that appear close to
curved interfaces in lattice Boltzmann simulations [18]. Note also the inter-coupling of the
distribution functions f;¥ and g;? through the terms d,¢ and V¢ in f7.

The hydrodynamic equations of motion, continuity (3.7), Navier-Stokes (3.8) and convec-
tion diffusion equation (3.9), can be obtained by performing a Chapman-Enskog expansion [33]

on Eq. (3.15) and Eq. (3.19).

3.4 Boundary conditions

In the lattice Boltzmann simulations we encounter two boundary conditions: the no-slip bound-
ary condition on the velocity field and the wetting boundary condition, Eq. (3.3), on the
concentration.

A no-slip boundary refers to the condition at a solid boundary, where the fluid has zero
velocity relative to the boundary. The solid walls are introduced into the lattice Boltzmann
model, by implementing a midlink bounce-back method proposed by Ladd and Verberg [34],
in which incoming populations f; are reflected back towards the lattice nodes they came from.
This is illustrated in Fig. 3.2 for the one dimensional case. In one dimension there are two

distribution functions, fi(k,t) and fa(k,t), at x=Fk, where the subscripts 1, 2 denote the x and
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Collision step

; fk,t) fr(kt) fo(k+1,t) fi(k+1,t)
----- T B s T S oy

Propagation step

R A(SE RV A(8) fk+2,t) (k)
""" .'I-<———.—><_. ,
- f, (K t+AL)
1
solid fluid x
wall —

Figure 3.2: The midlink bounce-back method: distribution functions before and after the
propagation step, in one dimension. The effective boundary, i.e. the wall, lies halfway between
the solid and fluid node.

-x directions respectively. After the collision step, the populations fi(k,t) and f}(k,t) will
propagate along the corresponding directions to the next fluid node. However, when the fluid
node is located next to a solid wall, as in Fig. 3.2, the updated distribution function, after the
propagation step, fi(k,t+ At) is undetermined. In the midlink bounce-back method, f4(k,t)
is reflected and travels back to the node it came from so that fi(k,t + At) = fi(k,t). The
bounce-back step is repeated at the end of each cycle of collision-propagation, and ensures
that the no-slip boundary condition is recovered at the solid boundaries. More precisely, the
effective boundary, defined as the position of the zero-velocity plane, is located halfway between
the fluid and solid nodes.

For the three-dimensional case we follow the same procedure, with advected populations
/! traveling along links connecting fluid and solid nodes being reflected back towards the fluid
node they came from. So f_;(r,t+ At) = f!(r,t), where the direction —i denotes the direction
opposite to i (see Fig. 3.1).

We next consider the implementation of the wetting boundary condition. Eq. (3.3) defines
the value of the normal derivative of the concentration 9, ¢ at the substrate in equilibrium.
Using this condition and the values for ¢ at the fluid nodes neighbouring the boundary we
assign the appropriate values for ¢ at the neighbouring solid nodes. In the schematic diagram

shown in Fig. 3.3, this corresponds to assigning a value for ¢¢ using the value of ¢y and
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d¢/dz = —h/k4 from Eq. (3.3)

b6 = po — do/dz . (3.25)
° ® . ®
fluid
® o, ® ¢, e,
wall = = = = = = = = — —— —
[ | [ o [ | T:»
solid

Figure 3.3: Implementation of the wetting boundary condition. Using Eq. (3.3) we assign an
appropriate value for the concentration field at the solid nodes neighbouring the boundary.

The main advantage of this method is that the terms d,¢ and V?¢, needed for the eval-
uation of f{? in Eq. (3.22), can be calculated in exactly the same way as for the fluid nodes
in the bulk. Throughout this thesis we use the stencils for d,¢ and V2¢ reported in [18] that

was shown to reduce spurious velocities.

3.5 Multiple relaxation time approximation

3.5.1 The need for multiple relaxation time lattice Boltzmann algorithm

When a single relaxation time approximation is used to study a binary fluid consisting of
phases with different viscosities, strong spurious velocities appear at the fluid-fluid interface
near the contact point [27]. This results in an incorrect equilibrium contact angle 6., since
the system is continuously pushed out of equilibrium. Spurious currents originate from long
range contributions to the equilibrium distribution functions near the contact line and from the
bounce-back boundary conditions. Making the choice 74 = 1 overcomes the problem. However,
7t controls the fluid viscosity through Eq. (3.16) and, hence, it is not possible to keep it to
unity for both phases of a binary fluid, if the two components have different viscosities.
Pooley et al. [27] showed that introducing a multiple-relaxation time approximation [28,29]
significantly suppresses the spurious currents. This is achieved by eliminating the effect of
the non-hydrodynamic modes by setting the relaxation time for these modes to 7; = 1, which

results in automatically setting the distribution functions to their equilibrium values f;/? at
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each time step. A different relaxation time 7 is used for the hydrodynamic modes, which
accounts for the different viscosities of the two fluid phases. Moreover, an important remark is
that the introduction of a multiple relaxation time approach improves the numerical stability
of the algorithm [35].

Finally, we note that a multiple relaxation time approximation is not required for g;, as
the mobility coefficient M in Eq. (3.9) can be tuned by the independent parameter I' through

Eq. (3.20). This allows us to fix the relaxation time 7, =1 for g;.

3.5.2 Multiple relaxation time methodology

Here we shall briefly present the basic methodology behind a multiple relaxation time lattice
Boltzmann algorithm. The main idea is that different relaxation times are used for different
linear independent combinations of the distribution functions f;. In particular, the relaxation
parameters responsible for generating the viscous terms in the Navier-Stokes equation (3.8) are
set to 7y, those related to conserved quantities to infinity and all the others, which correspond
to non-hydrodynamic modes, to unity.

In the evolution equation of the distribution functions f;, Eq. (3.15), the collision term
L (fi = 77 is replaced by

Tf
M!S M[f - f°q] (3.26)

€ . .
where f; and f;? are now written as column vectors. The matrix M performs a change of

basis, such that the new basis contains more physically relevant variables. A possible choice
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for M is [36]
1 1 1 1 1 1 1 1 11 1 1 1 1 1 1 1 1 1
-30 -11 -11 -11 -11 -11 —-11 8 8 8 8 8 8 8 8 8 &8 &8 &8
12 -4 -4 -4 -4 -4 -4 1 1 1 1 1 1 1 1 1 1 1 1
0 1 -1 0 0 0 0 1 -11-10 0O O O 1 -11 -1
0 -4 4 0 0 0 0 1 -11-10 0O O O 1 -11 -1
0 0 0 1 -1 0 0 1 1 -1-11 -11 -10 0O O O
0 0 0 -4 4 0 0 1 1 -1-11 -11 -11 1 1 1
0 0 0 0 0 1 -1 0o 0 001 1 -1-11 1 —-1-1
0 0 0 0 o -4 4 0 0O 0 01 1 -1-11 1 -1-1
M = 0 2 2 -1 -1 -1 -1 11 1 1 -2-2-2-21 1 1 1 . (3.27)
0O —4 —4 2 2 2 2 1 1 1 1 -2-2-2-21 1 1 1
0 0 0 1 1 -1 -1 11 1 1 0 O O O —-1-1-1-1
0 0 0o -2 -2 2 2 1 1 1 1 0 O O O -1-1-1-1
0 0 0 0 0 0 o 1 -1-11 0 0 O 0 O O O O
0 0 0 0 0 0 o o0 o0 o0 o0 1 -1-11 0 0 0 O
0 0 0 0 0 0 o o0 o0 o0 o0 o0 o0 o0 o0 1 -1-11
0 0 0 0 0 0 0o 1 -11-10 0 00-11 -11
0 0 0 0 0 0 0O -1-11 1 1 -11-10 0 0 O
0 0 0 0 0 0 o 0 o0 o0 0 -1-11 1 1 1 —-1-1

For this choice, the first row will give the fluid density p when dotted with f, while the
fourth, sixth and eighth rows will give the components of the momentum density pu,, puy,
and pu, respectively. The tenth, twelfth, fourteenth, fifteenth and sixteenth lines correspond
to the components of the symmetric traceless viscous stress tensor 3puz, Pyy — Dzzs Dzy, Py-
and p,, respectively. The remaining rows are related to other ‘kinetic’ (non-hydrodynamic)
moments [28,29].

Each of the row vectors in M are mutually orthogonal, and therefore its inverse is given by

1
-1 _ g
The matrix S in Eq. (3.26) is diagonal:
S = diag(0,1,1,0,1,0,1,0,1,ws, 1, wp,wy, L, wp, wp,wy, 1,1, 1), (3.29)

where wy = 1/74 is related to the fluid viscosity by Eq. (3.16). The zero values correspond
to conserved quantities for which the relaxation time was set to infinity. This is an arbitrary
choice because, whatever the relaxation parameters for these quantities, they are collision

invariants since by definition Mj;[fi — ] = 0 for j = 0, 3,5, 7. Finally, the choice of unity for

1
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the non-hydrodynamic modes minimises spurious velocities [27], as explained in section 3.5.1.

3.6 Summary

In this chapter we presented the numerical method that we shall use in our study of the
viscous fingering problem in subsequent chapters. This will involve solving the hydrodynamic
equations of motion for a binary fluid. These equations, which are the continuity and Navier-
Stokes equations coupled to a convection-diffusion equation, are solved using a free energy
lattice Boltzmann algorithm.

A key element in the method is a free energy functional that describes the equilibrium
properties of the binary fluid. The thermodynamic properties of the binary fluid enter the hy-
drodynamic equations through the pressure tensor and the chemical potential that are derived
from the free energy functional.

Finally we summarised the main features of a multiple relaxation time lattice Boltzmann
algorithm. Our study of the viscous fingering problem can benefit from the use of this approach
[28,29], as it has been shown to reduce spurious velocities at the fluid-fluid interface near the

contact line [27], and also to lead to an improvement in numerical stability.



Chapter 4

Saffman-Taylor Instability - Neutral
Wetting Regime

In this chapter we shall examine the viscous fingering problem in the neutral wetting regime;
under these wetting boundary conditions neither of the two fluids wets the walls. Therefore,
the equilibrium contact angle is fixed to 6, = 90° and there is no spontaneous flow in the
channel in the absence of any external forcing. Lattice Boltzmann simulations enable us to
explore numerically the instability in a wide range of parameters relevant to the problem and
monitor the movement of the three-dimensional free boundary separating the two fluids, not
only in the plane of the instability, but also in the perpendicular plane across the channel
thickness direction.

If we consider the forced displacement of a viscous fluid by another one in a confined
geometry like the one depicted in Fig. 4.1, we can divide the problem into two sub-problems:
a) the first one deals with the movement of the fluid-fluid interface across the channel thickness
direction, the x-z plane (see Fig. 4.1(a)), while b) the second one examines the evolution of
the interface in the plane parallel to the walls, the x-y plane, as shown in Fig. 4.1(b).

In case (a), the x-z plane, we summarised in section 2.3.4 work by Ledesma et al. [14]
who showed that, irrespective of the x-y plane and the presence of Saffman-Taylor fingers,
the x-z interface profile can develop into two possible configurations, coined the Meniscus and
Thin Film regimes. The former refers to the situation when the penetrating fluid completely

displaces the resident fluid in the channel thickness direction, while the latter refers to the

31
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situation where the penetrating fluid forms a finger in the x-z plane and a thin film of the
displaced fluid is left behind on the walls. This should not be attributed to an instability
and it is independent of the fluids’ viscosities. These two possible interface configurations are
shown in Fig. 4.1(a).

Regarding the second sub-problem and the evolution of the interface in the x-y plane, one
encounters two possible situations. If the displacing liquid has higher viscosity, the result is a
stable flat interface at z = b/2; if the driving liquid has lower viscosity, however, then the flat
initial interface is rendered unstable and develops finger-like structures of the less viscous fluid
penetrating the more viscous fluid (see Fig. 4.1(b)). This is the Saffman-Taylor instability or
viscous fingering problem.

In this chapter we shall examine the two sub-problems in turn. We shall start in section 4.1
by presenting the channel implementation and then, in section 4.2, study the forced displace-
ment of the fluid-fluid interface in the x-z plane. Our aim is to verify the Meniscus and Thin
Film regimes identified in [14] and to show that the lattice Boltzmann method can capture the
dynamics of the three-dimensional viscous fingering problem. Specifically, for the case of the
Thin Film regime, we shall examine the thickness of the thin film and compare with previous
experimental and numerical work.

Finally, in section 4.3 we shall turn our attention in the x-y plane. We will examine the
Saffman-Taylor instability in the Meniscus and Thin Film regimes and establish the control

parameter that describes the relative finger width ;.

4.1 Channel geometry - Simulation setup

Fig. 4.1 shows the geometry of the channel that we will consider for the study of the viscous
fingering problem. This is formed by two parallel plates with length L and width w, separated
at a distance b. The channel is implemented as follows. We set a cubic simulation box of
dimensions LX x LY x LZ with LX = L, LY = w, LZ = b+ 2 and the walls located!
at z = 0 and z = b. Periodic boundary conditions are implemented along the y-direction,
while in the inlet and outlet of the channel we produce homogeneous flow by imposing the

boundary conditions 9,pU (z = 0,y,2) = 0 = ,pU(z = L,y,2), 0,0U(x = 0,y,2) = 0 =

!Using the midlink bounce-back method [34] the walls are located halfway between the solid and the fluid
node.
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Figure 4.1: Channel geometry formed of two parallel plates with dimensions w x L, located
at z = 0 and z = b. The arrows indicate the direction of the flow. Examining the forced
displacement of a fluid-fluid interface in a Hele-Shaw cell we divide the problem into two
subproblems. (a) The movement of the fluid-fluid interface in the x-z plane. The two possible
interface configurations are shown. (b) The evolution of the interface in the plane parallel
to the walls, the x-y plane. The interface becomes unstable by virtue of the Saffman-Taylor
instability when a less viscous fluid displaces a more viscous one.

8z¢[7 (x = L,y, z). The choice of periodic boundary conditions along y was made because we
would like to study the instability in the absence of any effects due to the side walls. This
does, however, pose a restriction in the maximum possible wavelength of a perturbation on the
interface. Simulations reported at the end of this chapter that require larger computational
domains were implemented on just one fourth of the real channel, (z € [0, LX], y € [0, LY /2],
z € [0, LZ/2]), by taking advantage of the flow symmetry. This was achieved by distinguishing
the neighboring sites at the boundaries, so that during the propagation step, of the lattice
Boltzmann method, the correct populations were being exchanged.

Next, we briefly explain the parameter selection process. Table 4.1 summarises all the
parameters relevant to the simulations, as well as any quantities derived from these that will
be regularly used throughout the following sections. First of all, the simulation lattice spacing

Az and timestep At are set to unity, leading to a lattice velocity parameter ¢ = Ax/At = 1.
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Table 4.1: List of the parameters relevant to the simulations on the Saffman-Taylor instability.

Description Symbol Dimension Typical Value
Simulation lattice spacing Az Length 1.0
Simulation timestep At Time 1.0
Density of fluid p Mass/Volume 1.0
Relaxation time T (1=1,2) - 0.52 —-2.5
Relaxation time Tg - 1
Dynamic viscosities of fluids ~ 7;(i = 1,2)  Mass/(Lengthx Time) 1073 — 107!
Viscosity contrast ratio r - 0—0.97
Mobility coeflicient M Length?® x Time/Mass 0.05—-12.5
Mobility related coefficient r Length?®/Mass 0.1 —-25
Diffusion coefficient D Length?/Time 10-¢ — 107!
Free energy parameters A B Energy/Volume 107° — 1072
Interfacial width 13 Length 0.81
Interfacial parameter Ko Energy/Length 107° —102
Surface tension o Energy/Area 107° — 1072
Equilibrium contact angle Oeq Degrees 90°
Wetting potential h Energy/Area 0
Channel length L Length 1000 — 3000
Channel width w Length 100 — 320
Channel thickness b Length 5—50
Body force F Force/Volume 1076 -1073
Capillary number Ca 1072 — 102
Péclet number Pe 10t —10%
Modified capillary number 1/B - 10 —10°
Reynolds number Re 10-2 —10°
Weber number We 1072 — 103

The density of the two fluids is fixed and set to p = 1. By tuning the relaxation time 7y, for
each of the two fluids (i = 1,2) we vary the dynamic viscosities of the fluids (71, 72) according
to Eq. (3.16). A restriction imposed by the lattice Boltzmann method is that 7¢; > 0.5,
but it cannot take arbitrarily large values, since this can lead to strong spurious velocities,
which scale as ch)) [27]. We have used values 75 < 9.0. The viscosity contrast ratio is defined
as 7 = (m —n2)/(m + 1n2). Regarding the second relaxation time parameter 74, it is set to
unity for reasons explained in section 3.5.1. The mobility coefficient M, and consequently the
diffusion coefficient D, which depend on 7,4, can be tuned by varying I" according to Eq. (3.20).
For stability reasons 0.1 < T' < 25. With the choice of parameters used throughout the thesis,
D = M(A+3B¢?%,) = BI.

Regarding the parameters A, B in the free energy functional, Eq. (3.2), we make the choice
A = —B (B > 0) that leads to ¢y = £1 for the two phases. The interfacial parameter rg

ensures smooth local deviations from ¢, near the fluid-fluid interface. For stability reasons
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related with the lattice Boltzmann method kg < 2 x 10~2. The width of the interface is fixed to
& = 0.81 throughout the thesis. This choice was previously shown to give accurate results for
the variation of ¢ across the fluid-fluid interface [37] and allows a smooth transition between
the two phases over a lengthscale of ~ 5£. The choice of kg fixes the value for the free energy
parameters A, B, since £ = \/W, and provides a nonzero value for the surface tension
o = /By AT JOBE.

The equilibrium contact angle 0, is set according to the wetting boundary conditions,
which sets the value of the wetting potential h, according to Eq. (3.4), and consequently the
value for the normal derivative of the order parameter at solid surfaces 9, ¢ (Eq. (3.3)). In this
chapter we study the Saffman-Taylor instability in the neutral wetting regime, i.e. 0., = 90°,
h=0and 0,¢=0.

When choosing the size of the simulation box LX x LY x LZ, care has to be taken mainly
for the thickness of the channel b = LZ — 2. When the displacing fluid completely displaces
the resident fluid in the x-z plane, we choose b > 5. In the case, however, when the penetrating
fluid forms a finger in the x-z plane, we have to consider thicker channels (b > 25) in order
to correctly resolve the dynamics of the thin wetting films. The width of channel w is chosen
according to the desired aspect ratio e = b/w, while the length L is chosen such that a nice,
well developed Saffman-Taylor finger forms in the x-y plane.

Finally, according to the desired velocity of the flow, we evaluate the required body force
F = (F,,0,0) using Darcy’s law, U, = %Fz. The body force F is kept constant throughout
each simulation, while the velocity is kept in the range 1 x 1073 < U, < 1 x 1072 to ensure
that we work in the low Mach regime.

The results from the simulations on the Saffman-Taylor instability, in Chapters 4 and 5, will
be analysed in terms of dimensionless numbers relevant to the problem. There dimensionless
numbers are Ca = nU/o, Pe = Ub/D, 1/B = (12/?)(AnU/o), Re = pUb/n and We =

pUb? /. Further discussion on this will follow up in the relevant sections.

4.2 Interface configuration in the x-z plane

Examining the viscous fingering problem in the neutral wetting regime involves not only the

study of: a) the leading interface in the x-y plane, but also b) the evolution of the interface
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in the x-z plane, as shown by Ledesma et al. [14,15]. The latter is affected by the movement
of the contact line at the intersection of the fluid-fluid interface and the solid walls located at
z=0and z =b.

As pointed out by Ledesma et al. [14] the profile of the advancing interface in the channel
thickness direction is, in simple terms, determined by the ability of the contact line to move
as fast as the leading interface. If the velocities of the contact line and leading interface are
comparable in size, then the interface can move so that a meniscus profile remains constant
in time. If, however, the contact line moves too slowly to keep up with the leading interface,
the displacing fluid penetrates the displaced fluid and forms a finger in the x-z plane. In
terms of dimensionless numbers, Ledesma et al. proposed that the relevant control parameter
distinguishing between these regimes is the product of the capillary Ca = nU/o and Péclet
Pe = Ub/D numbers [14], where D is the diffusion coefficient. The capillary number represents
the relative effect of viscous forces versus surface tension, whereas the Péclet number gives the

ratio between advective and diffusive timescales in the region of the moving contact line.

4.2.1 Effect of diffusivity and surface tension

We now present results for the effect of diffusivity and surface tension on the interface profile
across the channel thickness direction. We consider a channel of length L and thickness b
with periodic boundary conditions in the y direction, which corresponds to an infinite channel
width. Initially the channel is filled with the two fluids that are separated by a flat interface
perpendicular to the solid wall as shown in Fig. 4.2.

We first ran a set of simulations with fixed forcing, surface tension and viscosities of the two
fluids. Thus, the capillary number is kept constant, while we vary the Péclet number by means
of the diffusion coefficient D. The viscosity contrast ratio used is r = (91 —n2)/(n1+n2) = 0.90.
Fig. 4.2 shows a time sequence of the interface position for each run. Diffusivity decreases from
run (a) torun (d). The interface in runs (a) and (b), which have the highest diffusion coefficient,
advances as a meniscus. Nevertheless, it is clear that the meniscus in run (a) is less curved
compared with the meniscus in run (b). Sequences in runs (c) and (d) show a change in the
interface profile, as a penetrating structure emerges and the less viscous fluid eventually forms
a finger in the x-z plane.

Moreover, it is evident from the position of the contact line at equal times that the velocity
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Figure 4.2: Interface evolution in the channel thickness direction for varying diffusion coeffi-
cients. The time interval between the plotted interface positions is dt = 2 x 10% time-steps in
lattice units. For all runs o = 8.19 x 1073, ; = 0.33, viscosity contrast ratio » = 0.90 and
b = 23. Meniscus regime: (a) D = 1.08 x 10~ and (b) D = 7.54 x 10~2. Thin Film regime:
(¢) D=1.08x 1072 and (d) D =2.15 x 1073,
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of the contact line reduces from runs (a) to (d). This is a direct confirmation that the velocity
of the contact line decreases with decreasing diffusivity.

We also ran simulations with zero viscosity contrast (r = 0). These showed the same
qualitative behaviour as the asymmetric case with r = 0.90. The details of these simulations
are listed in Table 4.2.

Table 4.2: Parameter values for runs with viscosity contrast r = 0 and varying diffusion
coefficients. For all runs b =23, 171 =72 = 0.1 and 0 = 4.6 x 1073,

D U Ca Pe CaPe Shape

0.073 4.34x 1073 0.094 2500 0.236 Meniscus
0.049 5.00x 1073 0.109 3.725 0.405 Meniscus
0.024 4.86 x 1073 0.106 7.605  0.803 Finger
0.012 5.00 x 1072 0.109 15214 1.654 Finger
0.009 5.00 x 1072 0.109 20.278  2.204 Finger

Next we examine the effect of capillarity on the interface profile in the channel thickness
direction. This time, we run a set of simulations with fixed forcing and diffusivity, therefore
keeping Pe fixed while Ca is varied by means of the surface tension. We plot the time sequence
of the interface position for these runs in Fig. 4.3. Surface tension decreases from run (a) to
(d). As expected, penetration occurs as Cla increases.

Parameter values are listed in Table 4.3 and Table 4.4 and Fig. 4.4 shows a plot of our
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Figure 4.3: Interface evolution in the channel thickness direction for varying surface tension.
The time interval between the interfaces is §t = 2 x 10% time-steps in lattice units. For all runs
D = 7.54 x 1072, n; = 0.33, viscosity contrast ratio 7 = 0.9 and b = 23. Meniscus regime:
(a) 0 = 8.19 x 1073, Thin Film regime: (b) o = 5.85 x 1073, (c) ¢ = 3.51 x 1073 and (d)
o=234x1073.

results in the (Pe, Ca™!) plane. The threshold from the Meniscus to the Thin Film regime is
approximated well by the solid line that corresponds to Pe = 0.5Ca™!, in agreement with the
threshold found by Ledesma et al. [14].

Thus, in this section we have verified the existence and extend of the Meniscus and Thin
Film regimes described in [14]. Menisci were stable for low capillary and Péclet numbers with
an upper bound of

CaPe ~ 0.5, (4.1)

when surface tension and diffusion dominate over viscous stresses and advection respectively.
For larger values of C'a Pe fingering in the x-z plane is observed. The dependence of the interface
profile on the product of CaPe is due to the fact that viscous stresses deform the interface,
and therefore favor the formation of fingering in the x-z plane, whereas surface tension tends to
restore the interface shape to its equilibrium value. On the other hand, advection causes order
parameter gradients in the x-direction that may lead to fingering, and diffusivity generates a
slip velocity of the contact line that can compensate the effect of advection. Therefore, starting
from a meniscus configuration, characterised by low CaPe, we can end up in the Thin Film
regime by crossing the bound value of CaPe ~ 0.5, either by decreasing the surface tension,
or by increasing the forcing steadily and, therefore, increasing C'a and Pe numbers, or by

reducing the diffusivity, and consequently increasing Pe.
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Figure 4.4: Simulations data from Tables 4.3 and 4.4 plotted in the (Pe,Ca~!) plane for
fluids with viscosity contrast » = 0.90. Results which correspond to the Thin Film regime

are denoted by squares(M), while results corresponding to the Meniscus regime are denoted by
circles (o). The solid line is Pe = ¢cCa~!, with ¢ ~ 0.5.

4.2.2 Width of the finger in the x-z plane

Next, we turn our attention to the steady state finger in the x-z plane and the relative finger
width Ay = wy/b, where wy is the absolute finger width. Penetrating fingers in the channel
thickness direction occur for high values of CaPe as we have seen is section 4.2.1. Our aim is
to investigate A, and compare our results to previous work on the subject.

The initial interest in the movement of a fluid of negligible viscosity within a channel filled
with a viscous fluid lies with Fairbrother & Stubbs [38] as early as 1935. Their aim was
to determine whether a bubble of air moving in a capillary tube filled with a viscous liquid
would provide information on the actual velocity of the flow. Later, the evaluation of the film
thickness left behind at the solid walls due to the movement of an inviscid finger was important
to understand Hele-Shaw flows and the Saffman-Taylor instability. Bretherton [39] studied the
motion of a long inviscid bubble in a tube filled with a viscous fluid in the limit Ca — 0. He
found that the finger width is given by A, = 1 — 1.337Ca?/3 for both the axisymmetric and
two-dimensional problem. Taylor [40] examined experimentally systems up to Ca < 2 and
asserted that his experimental results were in agreement with a decaying exponent of 1/2 only

for Ca < 0.09. For 0.09 < Ca < 2, N\, decreases more slowly than 1 — Ca'/2. The thickness
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of the residual film left behind a Saffman-Taylor finger in a Hele-Shaw cell was measured by
Tabeling et al. [41] in the regime up to Ca < 0.2. From that they obtained the following

regression formula for the finger width, that also involved the aspect ratio of the channel w/b
Ap = 1 —0.238[1 — exp(—0.019w/b)] [1 — exp(—8.58Ca*/?)]. (4.2)

Numerical work was performed by Reinelt and Saffman [42], who solved the Stokes equation
using a finite difference method up to Ca ~ 2 and matched the experimental results by Taylor.
Halpern and Gaver [43] examined a much larger range of Ca up to Ca ~ 102. They performed
a boundary element analysis of the Stokes equations to study the penetrating finger and found
good agreement with the experimental results of Tabeling et al. (Ca < 0.2) and the results of

Reinelt and Saffman (Ca < 2). Their results can be described by the following relation
Ay =1—0.417 [1 — exp (—1.69Ca**"%)] . (4.3)

Beyond Ca =~ 20 they showed that the finger is insensitive to C'a with a saturation value of
Ap = 0.583. Recent numerical work by Ledesma et al. [14] revealed very good agreement with
the results of Halpern and Gaver.

So, according to the literature, the finger width A\, depends on Ca. Numerical work by
Ledesma et al. [14] has revealed that it also depends on the viscosity contrast r = (71 —n2)/(m+
72). Decreasing the viscosity contrast has a thinning effect on \,. Here we proceed to examine
the dependence of A\, on the capillary number. We explore up to five decades in the capillary
number 1072 < Ca < 102, and perform a series of quasi two-dimensional simulations to verify
that our simulations are in agreement with previous work. We disregard any variations in the
y direction by using periodic boundary conditions along y direction. This corresponds to a
channel of infinite width along the y direction, with a flat leading interface along y at each z
level.

The details of our simulations are summarised in Table 4.5 and a plot of the results for
Ap as a function of Ca is shown in Fig. 4.5. We used 5 different channels with thickness
b = 23,28,51,60 and b = 148 and fluids with viscosity contrast » = 0.90 and » = 0.97. A
very good match is found with the numerical results of Halpern & Gaver [43], although these

correspond to the case r — 1. Already for the case of r = 0.90 we reproduce the saturation
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Figure 4.5: Finger width A in the x-z plane as a function of C'a for two-dimensional simulations.
The prediction of Halpern and Gaver [43] and the regression formula of Tabeling et al. [41],
for aspect ratio w/b — oo, are plotted as solid and dashed lines respectively.

value of A\, for high Ca, for which we find A\, ~ 0.566, 2.9% below the value A, ~ 0.583 of
Halpern & Gaver. The smaller saturation value of Ay is expected due to the tendency of the
fingers to thin down with decreasing viscosity contrast [14]. Our saturation value also agrees
with Ledesma et al. [14] who obtained a saturation value of A\, ~ 0.573 for the same viscosity
contrast (r = 0.90). This clearly provides a good check on our simulations.

As can be seen from Fig. 4.5, the difference between our results with » = 0.90 and Halpern
& Gaver predictions increases for Ca < 0.3. At Ca ~ 0.08 the difference is ~ 4.7%. This is
improved with increasing the viscosity contrast to r = 0.97, for which the difference is reduced
to ~ 1.7%. We also compare our results to the regression formula of Tabeling et al. [41],
Eq.(4.2), for the case of aspect ratio w/b — oo and for Ca < 0.2. A very good agreement is
achieved as shown in Fig. 4.5.

Finally, we extend simulations to cover equilibrium contact angles? ranging from Oeqg = 0°
to 0. = 170° and use fluids with r = 0.90. Our results for ); as a function of C'a are shown
in Fig. 4.6. For the whole range of 0., examined, finger widths \; are in a good agreement

with the numerical prediction of Halpern & Gaver, except for the regime Ca < 107!, again

2from the less viscous fluid perspective
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due to the smaller viscosity contrast. Moreover, the regression formula of Tabeling et al. [41],
for b/w — oo, shown as a red dashed line, describes well our results for )\, in the regime

0.07 < Ca <0.2.
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Figure 4.6: Finger width A\ in the x-z plane as a function of C'a for varying equilibrium contact
angle 0.,. The solid line describes the numerical prediction of Halpern and Gaver [43], while
the dashed line corresponds to the regression formula of Tabeling et al. [41] for w/b — 0.

Fig. 4.6 demonstrates that the finger width A, is insensitive to the wetting boundary condi-
tions, since results, irrespective of the contact angle 0.4, collapse on a single curve. This verifies
that leading interface dynamics and finger dynamics are decoupled from contact line dynam-
ics. The onset of the penetration process in the x-z plane depends, of course, on the wetting
boundary conditions, but once the finger manages to break through in the third dimension,

then its size is governed by just C'a and the viscosity contrast r.

4.3 Viscous fingering

We now turn our attention now to the x-y plane and the Saffman-Taylor instability. The
aim is to predict the motion of the fluid-fluid interface and establish a control parameter that
will be able to describe the finger width A, irrespective of the channel’s geometry and the
finger’s velocity. We recall that Tabeling and Libchaber [12] reached a better agreement of

the experimental data for the finger width with the two-dimensional prediction of McLean and
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Saffman [11], by using an effective surface tension in a rescaled modified capillary number
1/B* = (12/€*)(AnU/o*) , (4.4)

where o* = 0(1 + %). The surface tension correction took into account the effect of the thin
film left behind the fingers at the surfaces at z=0 and z=b. In a recent numerical study of
Saffman-Taylor instability Ledesma et al. [15] also showed that these corrections to the surface
tension can lead to better agreement between numerics and the two-dimensional prediction of
McLean and Saffman. In the following subsections, we will investigate the viscous fingering
problem in the Meniscus and Thin Film regimes and examine the validity of the above rescaled

modified capillary number 1/B* in describing the Saffman-Taylor instability.

4.3.1 Dispersion relation in the two-dimensional limit

Before presenting our results for the viscosity-driven Saffman-Taylor instability, we examine
the dispersion relation for the linear stability analysis of the interface, i.e the behavior of an
initially flat interface that is subjected to a small perturbation. We showed in section 2.4 that

the universal dispersion relation reads

(k) = k(1 - E?) (4.5)

where &(k) = w(k)wB'?/rU are the dimensionless frequencies and k = wB'/?k the dimen-
sionless wavenumber. To check this we prepared an initially flat interface in x-y plane and
perturbed it according to to a single-mode perturbation of wavelength A = w and a small am-
plitude defined as (“"P(t) = xtip(t) — Z(t), where x4, and T are the tip and the mean position
of the interface respectively. The amplitude of the interface as a function of time was recorded
for the initial stages of the flow. The amplification factor w, or growth rate, was extracted
from a linear fit of log (*P(t) versus t.

Since the linear stability analysis that yields the growth rate assumes a two dimensional
interface, we approach this here, by considering low values of C'aPe that result in a meniscus
profile in the x-z plane. Fig. 4.7 shows the dispersion relation obtained from two geometries
with € = 0.04 and € = 0.10. As expected, results with smaller ¢ approach better the universal

two-dimensional dispersion relation. Furthermore, the observed regime of unstable modes is
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Figure 4.7: Dispersion relation for the linear stability analysis of the interface in the Meniscus
regime for two geometries with ¢ = 0.04 and ¢ = 0.10. Fluid viscosities are 173 = 0.500,
19 = 0.017 giving a viscosity contrast r = 0.94.

in a very good agreement with the one predicted from the two-dimensional dispersion relation.
We quantify the obtained dispersion relation by fitting our results to a polynomial of general
form pll;:(pQ - p31%2), from which we obtain the first unstable mode at k. ~ 0.98 and the
most unstable wavevector at /meax ~ 0.566 compared to IECT =1 and l;max = 0.577 for the

two-dimensional dispersion relation.

4.3.2 Meniscus regime

The Meniscus regime is characterized by CaPe < 0.5. We restrict ourselves to this regime and

perform simulations in a wide range of the classical control parameter [4]
1/B = (12/€*)(AnU /o). (4.6)

Our aim is to test whether 1/B can describe the viscous fingering problem. That is, if the
control parameter of the viscous fingering problem is indeed 1/B then all the results for the
finger width Ay should fall on the same universal curve when plotted as a function of 1/B.
We vary 1/B in the range 50 < 1/B < 5000 mainly by means of the aspect ratio e
and surface tension o. In particular we examine the cases ¢ = 0.05,0.06,0.09,0.17 and 0.22.

Parameter values and our results are listed in Table 4.6.



4.3. Viscous fingering 45

e

Figure 4.8: Saffman-Taylor fingering process. Interface evolution in the x-y plane at time
intervals of 6t = 2 x 10* time-steps in lattice units. Competition between neighboring viscous
fingers leads eventually to a single finger in the channel.

Fig. 4.8 shows the time evolution of an initially flat interface in the x-y plane that has been
subjected to a small perturbation of wavelength A = 4 and amplitude (; = 1 in lattice units.
This demonstrates clearly that the lattice Boltzmann method can capture the dynamics of the
viscous fingering problem, since we observe all the stages of the instability, from the selection
process of the most unstable wavelength, the competition between neighboring fingers to the
final predominance of a single finger in the channel. A three-dimensional image of a single

finger in the final stages, from a different simulation, is shown in Fig. 4.9.

Figure 4.9: A three-dimensional image of a Saffman-Taylor finger in the Meniscus regime in a
channel geometry with aspect ratio e = 0.09, b = 18, w = 200, 1/B = 545.50 and Ay = 0.63.

In Fig. 4.10 we present a plot of our results for the finger width A; versus 1/B. The two-

dimensional prediction of McLean & Saffman [11] is also plotted as a solid line for comparison.
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First of all, we can clearly see that the results do not fall on the same curve; instead, it
seems that results from different geometries fall on different curves. Even though the modified
capillary number 1/B takes into account the asymmetry of the cell, we get a family of curves
Ar versus 1/B for different aspect ratios. Therefore, 1/B cannot be the control parameter to
the fingering problem. Furthermore, runs with larger aspect ratios, e = 0.17 and € = 0.22, show
wider fingers than predicted, while runs with smaller aspect ratio seem to agree better with
the two-dimensional prediction. This is expected since decreasing the aspect ratio approaches
the two-dimensional case. This tendency is also in agreement with the numerical study of

Ledesma et al. [15].
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Figure 4.10: Finger width A; as a function of control parameter 1/B in the Meniscus regime
for varying channel aspect ratio e. The two-dimensional prediction by McLean & Saffman [11]
is shown by the solid line.

As described in section 2.3, one of the basic assumptions in the early theoretical attempts
to study the instability was that variations in the transverse curvature can be neglected, or
that R) = b/2. However, we have observed that, even in the absence of a thin film left behind
at the surfaces, the x-z interface projection has a certain curvature, which is not constant and
which can be measured directly. Moreover, 1/R; is not negligible and it can be accounted for

by defining an effective surface tension o* = o(1+ R, /R ) and a rescaled modified capillary
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number

1/B* = (12/*)(AnU /o*) = (1/B)/(1 + Ry/RL). (4.7)

Fig. 4.11 shows a plot of the finger width A as a function of the rescaled control parameter
1/B*. It is evident from the figure that, regardless of the aspect ratio, finger widths A;
fall on the McLean-Saffman curve for the wide range of 1/B* considered. Therefore, we can
conclude that in the Meniscus regime rescaling with 1/B* renders the problem effectively two-
dimensional, and that the control parameter of the fingering problem is the rescaled parameter

1/B*.
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Figure 4.11: Finger width Ay versus rescaled control parameter 1/B* in the meniscus regime.
Results collapse on the two-dimensional prediction by McLean & Saffman [11] which is shown
by the solid line.

4.3.2.1 Finger shape

We proceed next to examine the finger shape in the x-y plane and compare them to the semi

empirical relation of Pitts [10], which reads

cos (my'/2Xf) = exp (72’ /2)y). (4.8)
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2’ and 3’ measure the distance from the finger tip in units of half the channel width w. This
expression has been shown to describe the interface profile rather well in a wide range of

experimental finger widths Ay [3,10,11,14]. Defining new variables
y' =my'2Xp, 2" =ma![2)f, (4.9)

all finger profiles should be able to be reduced to a single curve, with the edges of the fingers
located at y” = +7/2. Fig. 4.12 shows the rescaled finger shapes for our simulations in the

Meniscus regime. All finger interface profiles are in very good agreement with the Pitts profile.

2 T T T T T T

1.5

n

0.5

-3.5 -3 -2.5 -2 -1.5 -1 -0.5 0

Figure 4.12: Rescaled interface profile for fingers in the Meniscus regime. Pitts’ semi empirical
relation for the interface profile [10] is shown by the solid red line.

4.3.3 Thin Film regime

We now extend the simulations to the Thin Film regime, where a layer of the displaced fluid is
left behind at the walls. We restrict ourselves to parameters CaPe > 1 and choose relatively
thicker channels (b > 25 ). This is a restriction imposed by the diffuse nature of the interface. In
order to correctly resolve the dynamics of thin wetting films, it is important that the thickness
of the wetting film is sufficiently larger than the interface thickness &.

In this regime, fingering is observed in the x-z plane as well, as a consequence of the
velocity mismatch between contact line (ug;p) and leading interface (U) velocities. This has

to be distinguished from a Saffman-Taylor finger, since it is produced by the no-slip boundary
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conditions at the solid walls, rather than by an interface instability. Fig. 4.13 shows a well
developed Saffman-Taylor finger in the Thin Film regime. From the x-y and x-z projections
of the interface, depicted in Fig. 4.13(a), we can clearly see that fingering across the channel
thickness direction commences from a point well behind the Saffman-Taylor fingering in x-y

plane. This provides an indication that contact line dynamics are decoupled from the leading

interface dynamics in x-y plane.

Figure 4.13: Thin Film regime: (a) The x-y and x-z projections of a Saffman-Taylor finger. It
is clear from the figure that the fingering procedure is independent in the two planes, which
suggests that contact line dynamics are decoupled from the leading interface dynamics. (b) A
three-dimensional image of the same Saffman-Taylor finger.

We examine the relative finger width Ay as a function of the classical control parameter
1/B. We cover 4 orders of magnitude in 1/B (40 < 1/B < 43000) mainly by means of the
aspect ratio € and surface tension o. A first conclusion is that in this regime we observe much
wider fingers than in the Meniscus regime, as can be seen from Fig. 4.14, where we plot Ay as
a function of the classical control parameter 1/B. Our results and parameters used are listed
in Table 4.7.

A closer look (see Fig. 4.14(b)) reveals a difference in the behavior of the fingers when
examining two regimes of 1/B. Initially, and for small values of 1/B, Ay decreases with
increasing 1/B, as expected, while for larger values of 1/B, suprisingly, A¢ retains a constant
value or even increases in size as 1/B increases, contrary to the classical behavior. This regime
of increasing finger width starts at a value of 1/B that is different for different configurations
and continues to persist for increasing 1/B. It further appears that different limiting values
for A\ exist for varying aspect ratios e with wider fingers observed with increasing aspect ratio.

We find that Ay — 0.68 for e = 0.125, Ay — 0.73 for e = 0.25, Ay — 0.80 for ¢ = 0.35 and
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Af — 0.87 for e = 0.50.
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Figure 4.14: (a) Finger width A versus classical control parameter 1/B in the Thin Film
regime, for varying aspect ratios €. (b) Finger width A; versus 1/B in the Thin Film regime
for € = 0.25 and € = 0.35. We can distinguish two regions in the graph separated by the
dash-dotted line (rough approximation). At low 1/B, Ay decreases with increasing 1/B while
for larger values \; starts increasing in size.

When examining whether our results for the finger width As rescale with 1/B* as in the
Meniscus regime, we find that this no longer holds for the whole range of 1/B* examined. Re-
sults rescale with 1/B* only in the low capillary number regime, whereas for high 1/B* results
behave qualitatively in the same way as with 1/B. As can be seen from Fig. 4.15, 1/B* does
not describe the fingering problem for high 1/B*, since finger widths from different geometries
(different aspect ratios) continue to fall on different curves and deviate systematically from the
two dimensional prediction.

The fact that increasing the aspect ratio € has a widening effect on the fingers is not consis-
tent with some results, both experimental and numerical, that have appeared in the literature.
For example, Tabeling, Zocchi, and Libchaber [41] found that, for high 1/B, increasing the
aspect ratio has a thinning effect on the finger, whereas Ledesma et al. [15], who also used
lattice Boltzmann simulations to address the problem, observed the same tendency. Their
results even extend below the Ay — 1/2 limit of the two-dimensional theory for high values of
aspect ratio and 1/B.

Other work, however, agrees with our conclusions. Reinelt [44] who investigated the viscous

fingering problem in numerical calculations, where the effect of the thin wetting film was
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Figure 4.15: Finger width Ay versus rescaled control parameter 1/B*, which takes into account
corrections due to curvature effects in the channel thickness direction, in the Thin Film regime.
Results scale with 1/B* only in the region of small 1/B* and deviate for larger values.

introduced perturbatively in the two dimensional model, found the same tendency as we do.
Moreover, Chevalier et al. [45] observed experimentally that the finger width Ay depends on
the aspect ratio for large C'a as we do. They proposed that this should be attributed to
inertial effects, since it systematically appeared at high Reynolds numbers Re = pUb/7. They
explored a wide range in Re up to 102, and they argue that strong inertial effects persist even
at velocities below 0.08ms~!, which for their experimental systems translates to Re ~ 5. Our
results vary in the range 1072 < Re < 10°, but already show signs that they are affected by

inertial effects. We will examine this further in the following section.

4.3.3.1 Evidence of inertial effects

In our simulations rescaled results for the finger width Ay with corrections due to curvature
effects in the x-z plane, deviate from the two-dimensional prediction for the high 1/B* region
as depicted in Fig. 4.15, probably as a consequence of inertial effects.

When inertial effects become important then the Reynolds number Re = pUb/n that gives
the relative importance of inertia to viscous stresses and the Weber number We = pUb? /o,

which gives the ratio of inertial forces to capillarity, have to be taken into account. In this case
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the fluid velocity is given by a modified two-dimensional Darcy’s law [46,47]

60U 54 127
2y Zy.vu ) =-vpep- 2. 4.1
p<5 o Tl U) U (4.10)

Eq. (4.10) can be written in dimensionless form

60U* 54
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where Re* is a rescaled Reynolds number

2
o PUC b (4.12)
12nw 12w

Re

Therefore, actually Re® should provide a measure of the relative importance of inertia to

viscous forces for Hele-Shaw flows.

0.80

0.75}%

0.70r

e

B =025
» =035
0 200 400 600 800 1000 1200 1400 1600

1/B

Figure 4.16: Finger width Ay versus 1/B. The minimum value for the finger width is obtained
at a lower 1/B for smaller aspect ratio. Results correspond to simulations with fixed viscosities
of the two fluids n; = 0.67 and 72 = 0.03, for two geometries with € = 0.25 and € = 0.35.

When examining systems with the same fluids, but different aspect ratios, we observe that
the deviation from the classical results commences at smaller 1/B for higher aspect ratio e,

i.e. larger gap spacing, or smaller width of the channel, as can be seen from Fig. 4.16. This
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is consistent with the suggestion that the widening of the fingers with increasing 1/B is due
to inertial effects. This is because, for two geometries with €; > €2 at the same 1/B value,
Rej > Res (or Re} > Re) and, therefore, inertial effects become important at an earlier stage

for the system with larger e.
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Figure 4.17: Dispersion relation for the linear stability analysis of the interface for the geometry
€ = 0.35.

Moreover, other evidence that the observed behavior is due to inertial effects comes from
examining the dispersion relation. Dias and Miranda [48] employed a perturbative-mode-
coupling method to examine how the stability and morphology of the viscosity-driven fingering
patterns are affected by inertia. They deduced analytical results for the rectangular Hele-Shaw
geometry, and found that inertia has a stabilizing role at the initial stage of the instability; that
is, it reduces the growth rate of any given perturbation on the interface. At the later stages
they concluded that inertia widens the Saffman-Taylor fingers, as we have observed here. Our
results for the dimensionless growth rate @ as a function of the dimensionless wavevector & for
the geometry € = 0.35 are plotted in Fig. 4.17. It is evident that there is considerable decrease

in the magnitude of the growth in the whole range of k. Another evidence that inertial effects
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are observed comes from the fact that the decrease in the growth rate appears to be even more
profound in the regime of small &, which corresponds to the regime of high 1 /B, where inertial
effects are becoming more important.

A reasonable question would be: “Why have we observed a different behavior in the Menis-
cus and Thin Film regimes and how is this related to the dimensionless Re* and Weber num-
bers?”

As explained in section 4.3.3, we were restricted to use relatively thicker channels in the
Thin Film regime compared to the Meniscus regime. Furthermore, due to computational
limitations we explored systems with higher aspect ratios (¢ > 0.25), as a consequence of
which higher capillary numbers were considered in order to achieve high values of 1/B that we
expected to result in smaller finger widths Ay. We observed, however, in the Thin Film regime
that finger width Ay increases with increasing 1/B or 1/B*, something not observed for the
Meniscus case. This is because, in the Thin Film regime, Re* is systematically larger than in
the Meniscus regime, as can be seen from Tables 4.6 and 4.7, due to the larger thickness of the
cell b and the larger aspect ratios € used, which affects the Re* since Re* = (€/12)(pUb/n).
So, Re* ~ 1072 in the Thin Film regime, compared with Re* ~ 10™* — 1072 in the Meniscus
regime. Moreover, the Weber number also appears much larger in the Thin Film regime as
a consequence of the smaller surface tension® used in order to achieve high values of 1/B =

(12/€2)AnU/o, again as a result of the higher aspect ratios.

4.3.3.2 Inertial effects - Analysis

As we have seen, we can distinguish two regions when examining the behavior of Ay versus 1/B
in the Thin Film regime. For low values of 1/B, Ay decreases following the classical behavior
(region of negligible inertia), while for larger values, Ay increases in size (inertial region). This
leads, inevitably to deviations from two dimensionality. More precisely, in the inertial region
we find that:

a) fingers do not thin down with increasing 1/B, but rather A; approaches an asymptotic value
)\lfim from below and

b) results from different geometries and varying aspect ratios € have different limiting values

3Due to computational limitations on the maximum fluid viscosity and velocity we explore high values of
1/B mainly by means of the surface tension.
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)\lfim as 1/B — oo; in particular )\lfim increases as € increases.

Chevalier et al. [45] suggested that there is a second universal curve in the inertial region
of high 1/B, where results for the finger width As scale with the rescaled Reynolds number
Re*. Their results collapse on a single curve for Re* > 0.06. However, in our simulations we
access only up to Re* = 0.03 and, therefore, did not verify this scaling. This is because we are
restricted regarding the possible values for the velocity, viscosity and channel thickness we can
use. Velocities should be kept < 0.01 to ensure that we work in the low Mach regime. So for a
system with aspect ratio e = 0.25 (b = 25, w = 100), U ~ 0.01 and using viscosities 71 = 0.67,
n2 = 0.03 (viscosity contrast r ~ 0.9) corresponding to 741 = 2.5% and 7r2 = 0.6, Re* ~ 0.007.
For a system with € = 0.35 this becomes Re* ~ (.02, while for e = 0.50 Re* ~ 0.03.

Chevalier et al. also argued that the crossover to the inertial region is controlled by a
modified Weber number, combining 1/Re* and 1/B,

2
W
P %W@. (4.13)

We* = Re*(1/B) =

o

This implies that above a critical value We},. we can expect to enter the inertial regime, where
finger widths start to increase.

A simple scaling argument can help understand why the crossover to the inertial regime is

controlled by We*. Considering the relevant forces for the viscous fingering problem and their

0. viscous forces as u! and inertial forces

dependence on the velocity, surface tension scales as u
as u?. Therefore, at relatively small velocities and consequently small values of the capillary
number C'a the dominating forces are surface tension and viscous stresses. At higher velocities,
however, the dominating forces are viscous and inertial forces. Therefore, the Reynolds number
should be controlling this regime. Therefore, it is reasonable that the threshold between the
two limiting cases can be estimated by the Weber number, which gives the ratio of inertia to
surface tension.

Next, we proceed to investigate whether the crossover is controlled by We* in our simu-
lations. Our results, shown in Fig. 4.18, support this hypothesis. When examining systems

with the same fluid viscosities and varying aspect ratios, we find that We,. is unique and in-

dependent of the system geometry. Fig. 4.18(a) shows results for € = 0.35,0.25 and 0.125 and

“Increasing the value of the relaxation time 7y can lead to strong spurious velocities, which scale as 7} [27].
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Figure 4.18: Relative finger width Ay as a function of the modified Weber number We*: (a)
Results from runs with varying aspect ratio (e = 0.25, ¢ = 0.35) and viscosity of the more
viscous fluid n = 0.67. The critical We., ~ 1.50 is plotted with the dashed-dotted line, and is
independent of the system geometry. (b) Results for the geometry with ¢ = 0.35 and varying
viscosity of the more viscous fluid (n = 0.50, 0.67 and 1.33). We}, shifts to higher values with
decreasing the viscosity of the displaced fluid.

viscosities of the fluids 71 = 0.67, n2 = 0.03, for which We},. ~ 1.50 for all systems compared
with We. ~ 10 that Chevalier et al. found experimentally. However, from Fig. 4.18(b), where
we examine a single geometry with e = 0.35 and varying fluid viscosity (n = 0.50, 0.67 and
1.33) we find that the critical value We, depends on the viscosity of the more viscous fluid,
contrary to their results. More specifically, We}, shifts towards higher values with decreasing
fluid viscosity. So, for systems with 7 = 1.33 we find that We},. ~ 0.85, while for n = 0.50 the
threshold shifts to Wey, ~ 5.50. We have to note here that numerical simulations by Chevalier
et al. [45], taking into account a modification of Darcy’s law to include inertia, revealed a
critical value of Wej, ~ 2.0.

We can include in the modified parameter We* corrections due to curvature effects across
the channel thickness direction (as in 1/B*), since results in the non-inertial region scale better

with 1/B*. Therefore, we can define a rescaled modified Weber number

We' = Re*1/B* =

2w W
P (1+RJR)" = We(l+R/R,)". (4.14)
o b
The qualitative behavior of As versus We', however, remains the same as in the plot of A\s as
a function of We* (Fig. 4.18), with results indicating that the crossover still depends on the

fluid viscosity.
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4.3.3.3 Comparison with other numerical work

Ledesma et al. [15], who also used lattice Boltzmann simulations, did not report inertial effects
while studying the Saffman-Taylor instability. They employed a different forcing method in
their study and used fluids with the same viscosities. Therefore, they did not study the
viscosity-driven Saffman-Taylor instability, as we do, but the instability for the case of fluids

with different densities. They set the body force as

pg = Uegp <i727> (Qb;—1> ) (4.15)

where Uy is the maximum expected velocity for a Poiseuille flow and with the displaced and
displacing fluid having equilibrium values for the order parameter as ¢o; = —1 and ¢y = 1
respectively. Therefore, the body force pg acting on the displaced fluid is actually set to zero.

In this case the control parameter 1/B becomes
1/B = w*Apg/o , (4.16)

where Apg is the difference of the applied forcing on the two fluids.

Furthermore, by modifying the equilibrium distribution functions f;¢ they were solving
the Stokes equation and, therefore, precluded any inertial effects. They obtained finger widths
Ar ~ 0.55 for € = 0.35, already for values of 1/B ~ 1400. In our case, for the same aspect ratio
and 1/B, and using viscosity of the more viscous fluid 7; = 0.67, we found Ay ~ 0.79 with
Re* ~ 0.02 and We* ~ 30. Increasing the viscosity of the more viscous fluid to 7; = 2.83 led
to smaller Re* ~ 0.002 and We* ~ 3, but did not improve the situation, since Ay remained the
same. This is because we were still above the critical value of We},. ~ 0.4 for that viscosity. We
did not consider higher viscosity values that could induce smaller Re* and We*, because this
requires higher relaxation times 77 that can lead to strong spurious velocities at the fluid-fluid

interface [27].

4.3.3.4 Width of the finger in the x-z plane

We now return to consider the finger width Ay of the steady state finger in the x-z plane.

Our aim is to investigate whether inertial effects affect the width Ay of the finger in the x-z
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plane, when these affect its width Ay in the x-y plane. To this end we compare results from
the simulations on Saffman-Taylor fingers in the Thin Film regime, presented in section 4.3.3,
with the numerical results of Halpern & Gaver [43] and the results from section 4.2.2 that

correspond to the limit of Re* — 0.
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Figure 4.19: Finger width A, as a function of Cla for results from three-dimensional simulations
on Saffman-Taylor instability in the Thin Film regime (Re* # 0). The prediction of Halpern
and Gaver [43] is ploted with the solid line.

Here we present results of A, from three-dimensional simulations on viscous fingering and
channels with aspect ratio ¢ = 0.35. These results cover up to three decades in the capillary
number 10° < Ca < 102 and are listed in Table 4.8. It is evident from Fig. 4.19 that the width
of the finger )\ is considerably larger than the numerical results of Halpern & Gaver [43] and
our previous results with Re* — 0 (see Fig. 4.5). This demonstrates that inertial effects are
responsible for widening the finger in both the x-y plane x-z planes. Intuitively this makes
sense, since inertia will try to slow down the finger at a given flow rate, and the only possible
way of achieving this is by making the finger wider in both tranverse and lateral direction. We
find that A, saturates to a value A\, = 0.65, 11.5% above the saturation value we obtained for

Re* — 0.

4.4 Summary

In this chapter we have examined the Saffman-Taylor instability in the neutral wetting regime.

This corresponds to setting the equilibrium contact angle 6., = 90° so that neither of the two
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fluids prefer to wet the walls.

We initially studied the interface configuration in the x-z plane. Two regimes were dis-
tinguished with different interface profiles. In the first one, coined the Meniscus regime, the
less viscous fluid can completely displace the more viscous fluid and the advancing interface
maintains a steady meniscus profile. In the second case, however, the less viscous fluid forms
a finger and a thin film of the displaced fluid is left behind adhered to the solid walls. In
agreement with [14] we found that this process is controlled by the product CaPe. Fingering
in the x-z plane occurs for high values of CaPe > 0.5.

Next, we turned our attention to the x-y plane and the viscous fingering problem. In the
Meniscus regime the relative finger width scales with a modified capillary number 1/B*, that
takes into account corrections due to curvature effects in the channel thickness direction. Using
this as the control parameter results collapse on the two-dimensional prediction of McLean &
Saffman.

In the Thin Film regime, however, we observed much wider viscous fingers. Contrary
to the classical prediction of decreasing finger width Ay with increasing 1/B, we found that
fingers tend to widen at larger values of 1/B, behavior that persists even when the rescaled
modified capillary number 1/B* is used. We argued that inertial effects are responsible for
the observed behavior, which is supported by experimental evidence [45] and recent analytical

work on inertial effects on Hele-Shaw flows [48,49].
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Table 4.3: Parameter values for runs with viscosity contrast r = 0.90 in the Meniscus regime.

b Ui

g

D

U

Ca

Pe

CaPe

23 0.333

5.85 x 1073
5.85 x 1073
7.02 x 1073
7.02 x 1073
7.02 x 1073
8.19 x 1073
8.19 x 1073
8.19 x 1073
8.19 x 1073
8.19 x 1073
8.19 x 1073

7.54 x 1072
7.54 x 10~2
9.23 x 1072
9.23 x 1072
9.23 x 1072
1.08 x 10!
1.08 x 107!
1.08 x 107!
7.54 x 1072
7.54 x 1072
7.54 x 1072

3.51 x 1073
4.41 x 1073
3.53 x 1073
419 x 1073
6.59 x 1073
3.54 x 1073
4.24 x 1073
6.50 x 1073
3.54 x 1073
4.39 x 1073
6.49 x 1073

0.200
0.251
0.168
0.199
0.313
0.144
0.173
0.264
0.144
0.179
0.264

1.070
1.344
0.879
1.045
1.642
0.757
0.905
1.387
1.079
1.340
1.981

0.214
0.337
0.147
0.208
0.514
0.109
0.156
0.367
0.155
0.240
0.524

28 0.127

6.18 x 1073
6.18 x 1073
6.18 x 1073
6.18 x 1073
6.18 x 1073
6.18 x 1073
6.18 x 1073

1.22 x 1072
1.22 x 102
5.85 x 1072
5.85 x 1072
5.85 x 102
8.13 x 1072
8.13 x 1072

3.05 x 1073
3.35 x 1073
3.00 x 1073
3.72 x 1073
5.12 x 1073
4.00 x 1073
4.52 x 1073

0.063
0.069
0.062
0.076
0.105
0.082
0.093

7.002
7.696
1.437
1.781
2.450
1.378
1.557

0.438
0.529
0.088
0.136
0.257
0.113
0.144

Table 4.4: Parameter values for runs with viscosity contrast » = 0.90 in the Thin Film regime.

b m o D U Ca Pe CaPe

23 0333 1.17x107°% 154x1072 5.27x 1073 1.501 7.871 11.814
1.17x 1072 1.54x 1072 7.00x 1073 1.996  10.466 20.890
1.17x 1072 1.54x 1072 1.07x1072 3.056 16.025 48.969
234x 1073 7.54x1072 4.90x 1073  0.699 1.495 1.045
234 x 1073 7.54x1072 6.03x107% 0.859 1.839 1.581
234 x 1073 7.54x1072 949 x 1073 1.352 2.894 3.912
351 x 1073 4.62x 1072 459 x 1072  0.436 2.286 0.997
351 x 1073 4.62x 1072 5.89 x 102 0.560 2.936 1.644
351 x 1073 4.62x1072 9.00x 1073 0.855  4.484 3.835
3.51x 1073 7.54x1072 b5.76 x 1072 0.547  1.756 0.960
351 x 1073 7.54x1072 887x107% 0.842 2.705 2.279
585 x 1073 7.69x 1072 8.17x107% 0.466 = 2.442 1.138
585 x 1073 7.54 x 1072 838 x 1072 0.478 2.557 1.221
819 x 1073 1.08x 1072 7.66x 1073 0.312  16.359 5.103
819x 1073 215x1073 7.19x107% 0.293  76.786  22.487
819x 1073 754x1073 7.54x107% 0.307 22.986 7.053

28 0.127 351x107% 923 x10~% 7.53x 1073 27.183 228.339 6207.005
351 x107°% 923 x107* 8.88x107% 32.040 269.133 8622.900
6.18 x 1073 5.69x1073 1.38x 1072 0.283  67.999 19.266
6.18 x 1073 5.69x 1073 1.94x 1072 0.397 95.387  37.911
6.18 x 1073 1.22x 1072 9.20x 1072 0.180  21.123 3.984
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Table 4.5: Parameter values for runs that develop a finger in the x-z plane.

b Ca Pe CaPe Ap b Ca Pe CaPe Ap
r=0.90 60  0.032 56.739 1.789  0.863
23 0.250 141.393  35.348  0.713 0.081 145499 11.761 0.802
0.271 153.176  41.485  0.711 0.205 147.609 30.262 0.738
0.417 11.783 4.909 0.715 0.220 395.853 87.055 0.730
0.792 22.387 17.723  0.678 0.233 83.806 19.509 0.739
0.833  23.566 19.638  0.671 0.250 179.863 44.932 0.733
1.958  55.379 108.451  0.633 0.255 91970 23.496 0.736
5.736 2615 15001 0.582 0.283 67.999 19.266 0.724
46.00 1840 84640 0.562 0.344  5.772 1.983 0.724
113.08 4523 511514  0.567 0.397 95.387 37911 0.711
28 0.189  21.123 3.984 0.770 r=0.97
0.283  67.999 19.266  0.724 148 0.071  80.131 5.709  0.837
0.397  95.387 37.911 0.711 0.114 128.597 14.702 0.796
27.183 228.339 6207.005 0.565 0.138 154.726 21.284 0.782
32.040 269.133 8622.900 0.564 0.160 179.706 28.711 0.782
51  0.392 1589 623.323  0.718 0.276 310.110 85.498 0.742
3.249 133 430.685  0.601
36.551 11868 433777 0.570
69.040 756 52203 0.571

Table 4.6: Parameter values and finger widths Ay for runs in the Meniscus regime.

€ m Ca Re Re* We* 1/B 1/B* Ag
0.05 0.333 0.114 6.00x 1072 248 x10~% 0.138 279.10 139.55 0.613
0.333 0.314 1.32x107' 4.36x10~* 1.045 1504.35 677.94 0.539
0.333 0.627 2.64x10~! 871x10~* 4.180 4608.45 1605.31 0.519
0.06 0.333 0.119 3.60x 1072 1.78 x 10~* 0.058 387.92 199.52 0.587
0.333 0.238 9.00x 1072 4.46 x 10~* 0.360 775.83  275.30 0.568
0.333 0.475 1.80x 107! 891 x10~* 1.439 1551.67 220.24 0.573
0.500 0.483 542x1072 2.71x10~* 0436 1555.27 824.04 0.550
0.333 0.926 3.51 x107' 1.74x10~% 5.473 302575 280.74 0.555
0.09 0.500 0.355 5.98x 1071 448 x 103 2.356 503.08 40.83  0.641
0.500 0.219 3.69 x 10t 2.77x 1072 0.899 310.82 65.15  0.622
0.17 0.667 0.978 893 x 1072 125x103 0.519 385.76 60.91  0.655
0.22 0.333 0.261 149x10°T 272x10~% 0.177 55.73 13.51  0.730
0.333 0.499 2.84x10~! 519x1073 0.644 106.40 16.21  0.693
0.333 0.523 149x 107! 272x1073 0.353 111.47 20.70  0.695
0.333 1.568 1.49 x 10! 2.72x 1072 1.060 351.33 69.59  0.676
0.333 2423 230x 107! 4.20x 1072 2.533 542.96 84.87  0.647
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Table 4.7: Parameter values and finger widths Ay for runs in the Thin Film regime.

€ m Ca Re Re* We* We!. 1/B 1/B* Af
0.125 0.67 0.73 6.90x10~T 6.83x10~3  4.02 1.50 531 57.39  0.613
1.17 1.11x10°  1.10x1072  10.40 855 79.23  0.618
1.71 1.08x10° 1.13x1072  14.77 1248 92.20  0.620
599  4.10x107! 4.27x1073 19.61 4367  421.61 0.636
59.63 2.81x10~! 2.93x10~% 134.16 43502 2836.94 0.676
0.25 0.67 029 351x107T 7.03x10~3  0.40 1.50 52 9.01 0.732
0.67 2.82x10~! 5.87x1073®  0.76 123 18.89  0.709
1.03  4.13x10~' 8.59x10~%  1.69 187 30.10  0.691
228  4.50x10~! 9.38x1073  4.10 416 53.35  0.706
3.38  2.31x107' 4.82x1073  3.13 617 68.56  0.710
420 1.69x10~' 3.52x1073  2.84 766 111.87 0.708
4.67 1.88x10~' 3.91x1073  3.50 851 127.13  0.709
855  1.69x10~! 3.48x1073  5.83 1560  162.26  0.717
8.87 3.56x107' 7.35x1073 12.76 1617  205.50 0.712
14.25 2.81x107! 5.80%x1073 16.19 2599  271.56  0.715
35.78 1.69x10~! 3.48x107% 24.39 6525  652.54  0.734
39.75 1.88x10~! 3.87x10~3 30.11 7250  725.04 0.731
55.65 2.63x107! 5.47x107%  59.02 10355 1083.25 0.730
79.80 2.63x10~! 541x107%  84.63 14556 1323.23 0.734
0.35 0.67 048 4.05x107T 1.19x10% 0.55 1.50 43 8.55 0.777
051  4.32x107!  1.27x1072  0.62 46 8.99 0.777
0.57 4.86x10~! 1.43x10=2  0.78 52 9.56 0.774
0.89  5.13x10~! 1.51x10"2 1.29 81 14.13  0.772
1.03  5.94x10~! 1.75x107%2  1.73 94 15.31  0.772
1.14  4.86x107' 1.43x1072  1.57 104 17.39  0.769
1.27  5.40x10~' 1.59x1072 1.94 116 18.84  0.769
228  6.48x10~1 1.91x1072  4.19 209 30.54  0.780
11.40 5.40x107! 1.59x1072 17.44 1043  143.20 0.780
13.68 6.48x10~! 1.91x1072 25.12 1252 166.25 0.789
52.79  4.46x10~' 1.29x1072  67.98 5012  665.51  0.790
55.90 4.73x107! 1.36x1072 76.22 5307  706.58 0.791
62.11 5.25x10~71  1.52x1072  94.10 5780  726.13  0.790
0.35 1.33 0.87 1.84x10~T 5.31x10~° 0.46 0.85 85 15.44  0.780
1.18  2.49x10~! 7.20x107%  0.85 115 22.40  0.756
1.30  2.76x107' 7.96x107%  1.04 127 24.46  0.756
2.37  2.18x107! 6.29x1073  1.49 230 37.13  0.769
271 2.49x10~! 7.20x1073%  1.95 264 41.03  0.771
12.42  2.63x10~! 7.58x1073  9.41 1210  162.62 0.792
14.90 3.15x10~' 9.10x1073 13.55 1452 196.20 0.793
43.46  9.19x1072 2.65x10~3 11.52 4235  612.92 0.794
142.81 3.02x10~1 8.72x1073 124.41 13914 1882.27 0.793
0.35 283 151 6.17x10"2 1.80x10~3 0.27 0.40 146 29.13  0.767
1.82 7.62x1072 2.24x10~%  0.39 173 33.34  0.765
1.97 8.26x107%2 243x1073  0.46 187 36.06  0.765
227  9.26x1072 2.70x1073  0.60 220 39.41  0.767
2.82  1.15x107! 3.35x1073  0.92 273 50.07  0.767
3.00 1.22x10~! 3.57x1073%  1.05 290 52.24  0.768
3.51  1.43x107' 4.18x1073  1.44 340 58.49  0.769
4.24  1.73x107' 5.04x1073  2.09 410 69.52  0.770
14.54  7.62x1072 2.24x10~3 3.14 1384  180.18  0.808
3149 826x1072 243x10~3  7.37 2098  454.99  0.794
38.76 1.02x10~! 2.99x10~3 11.16 3690  539.52  0.797
157.46 8.26x1072 2.43x107% 36.85 14990 2035.25 0.806
0.50 133 3.04 6.00x10°T 250x10~2 3.65 0.85 144 51.80 0.836
3.61 7.13x107! 297x1072 5.14 171 31.50  0.843

342.00 5.63x1071 2.34x1072 384.75 16211 2661.47 0.864
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Table 4.8: Parameter values and finger widths A for runs in the Thin Film regime. The aspect
ratio of channel is € = 0.35.

m Ca Re Re* We* We:, 1/B Ab
133  1.30 2.76x10°T 7.96x10~°  1.04 0.85 127 0.720
2.71  249x10~' 7.20x1073  1.95 264 0.670
14.90 3.15x10~7' 9.10x1073  13.55 1452  0.652
43.46  9.19x1072 2.65x1073  11.52 4235  0.650
142.81 3.02x107' 8.72x1073 124.41 13914  0.645
2.83 1.82 7.62x1072 2.24x10~3  0.39 0.40 173 0.720
227 9.26x1072 2.70x1073  0.60 220 0.700
3.00 1.22x10~' 3.57x107%  1.05 290 0.700
424  1.73x107' 5.04x1073  2.09 410  0.0.670
14.54  7.62x1072 2.24x1073%  3.14 1384  0.660
38.76  1.02x107' 2.99x1073 11.16 3690  0.655
157.46 8.26x1072 2.43x1073 36.85 14990  0.653




Chapter 5

Saffman-Taylor Instability —
Complete Wetting Regime

In this chapter we shall examine the viscous fingering problem in the complete wetting regime.
That is, we consider the situation where the displacing fluid completely wets the substrate.
This is a different case to that previously examined experimentally or numerically throughout
the literature. The situation is characterized by vanishing contact angle and thick layers of
the wetting phase covering the substrate. Our aim is to investigate the effect of wetting on the
instability, along with the importance of the hitherto neglected third dimension in the viscous
fingering problem.

Our strategy will be to study the Saffman-Taylor instability by dividing the problem into
two subproblems, as we did in Chapter 4, i.e. by studying the evolution of the fluid-fluid
interface in the x-z and then the x-y planes. Therefore, we shall start in section 5.1 by examining
the forced displacement of the interface in the x-z plane. It is reasonable to expect the same
interface configurations as in the neutral wetting case, that is a) a Meniscus configuration where
the penetrating fluid completely displaces the resident fluid and b) a Thin Film configuration
where the displacing fluid forms a finger in the x-z plane as well as in the x-y plane. We shall
examine the penetration process in the x-z plane and establish the relevant control parameters.

Then in section 5.2 we shall describe recent experiments performed in microfluidic devices
using colloid polymer mixtures. These experiments, which were conducted by Siti Aminah

Setu and Gareth Davies, colleagues in the Physical and Theoretical Chemistry Laboratory in

64
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Oxford University, working under the supervision of Dr. Dirk G.A.L. Aarts, were a primary
motivation for this research.

Comparison of lattice Boltzmann simulations to these experiments will be carried out in
section 5.3, in light of our findings from section 5.1. In particular, we shall examine the
penetration process and the interface configuration in the x-z plane, as well as the width of
the finger A\, and the curvature of the leading interface x, in the x-z plane.

Finally, in section 5.3.4 we shall turn our attention to the x-y plane and the Saffman-Taylor
instability itself and examine how the wetting conditions and the interface structure in the x-z

plane affect the viscous fingering problem.

5.1 Interface configuration in the x-z plane

We begin our investigation of the viscous fingering problem in the complete wetting regime by
studying the forced displacement of the fluid-fluid interface in the x-z plane. In particular, we
consider the situation where the less viscous fluid, which is the displacing fluid, completely wets
the substrate. Under these wetting conditions we have a wetting layer of the less viscous fluid
covering the substrate and, in the absence of any external forcing, the interface configuration
is a concave meniscus as shown in Fig. 5.1. The interface will of course move slowly towards
the right, due to the action of capillary filling!. Here, however, we will concentrate only on the

forced displacement of the interface.

z f
L3

Figure 5.1: Schematic representation of the interface configuration in the x-z plane if the less
viscous fluid 1 wets the substrate. The system is initially left to relax until a meniscus is
formed and then the body force pg is turned on.

As we have seen in section 4.2, for the neutral wetting case, the shape of the advancing
interface in the x-z plane depends on the dimensionless C'a and Pe numbers, in agreement

with [14]. We proceed here to examine how the different wetting boundary conditions and the

!Typical velocities for capillary filling are an order of magnitude smaller than the velocities achieved with
the forced displacement of the interface.
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presence of a wetting film on the walls affect the penetration process in the x-z plane.

5.1.1 Simulation set-up

We first considered fluids of equal viscosities and densities, which allowed better control over
the fluid velocity and made it easier to study the onset of the penetration in the x-z plane.
Starting from a flat interface configuration in the x-z plane, we set the wetting layer on the
substrate by hand? and left the system to relax for 2 x 10* time-steps with no body force acting
on the fluids, so that a smooth meniscus was formed, as shown in Fig. 5.1. After this period
of time we turned on the body force pg. The thickness of the wetting layer { was of order the
interface width (¢ ~5 lattice units). This choice is consistent with the thickness of the wetting
layer in recent experiments on colloid-polymer mixtures.

Regarding the wetting boundary condition, we set the value of the derivative of the order
parameter at the substrate to 0, ¢ = 0.84. This is larger than the value that corresponds to a
contact angle 6, = 0, 0, ¢ = 0.60, and ensured that we were in the complete wetting regime.
This choice proved to be adequate, since it provided a stable wetting layer on the substrate

with an approximately constant thickness (.

5.1.2 Effect of surface tension and diffusivity

In order to explore the effect of capillarity, simulations were performed at fixed forcing, dif-
fusivity and viscosity, while Ca was varied by changing the surface tension. Note that this
choice keeps Pe fixed. Fig. 5.2 shows the interface evolution in the x-z plane for these runs, and
details of the simulations are summarised in Table 5.1. As expected, fingering in the x-z plane
occurs for high values of C'a, which is achieved by decreasing the surface tension. Moreover,
we observe that at the lowest Ca, which corresponds to run(a), the interface advances as a
concave meniscus. As we increase Ca, the interface curvature changes sign at Ca ~ 0.22 (see
run(b)) and in run(c) the interface advances as a convex meniscus. Nevertheless, in runs (a-c),
the shape of the interfacial profile remains constant in time and there is no fingering.

Then, at higher Ca = 0.64 the interface position becomes decoupled from that of the

‘contact line’, and a finger is formed as shown in run(d). We stress again that this is due

2In simulations where we just imposed the appropriate wetting boundary condition and left the system to
develop the thin wetting layer, this process took remarkably long time ~ 10° time-steps.
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Figure 5.2: Interface evolution in the x-z plane for varying surface tension. The time interval
between the plotted interface positions is 6t = 5 x 10% time-steps in lattice units. The thickness
of the cell and the wetting layer are b = 70 and ¢ = 5 respectively in lattice units. Surface
tension: (a) 0 = 9.36 x 1073, (b) 0 = 5.85x 1073, (c) 0 = 3.51 x 1073 and (d) o = 2.34 x 1073,

to a completely different mechanism to the Saffman-Taylor fingering. It is not driven by an
instability of the interface, but rather by the inability of the interfacial region that joins the
bulk of the displacing fluid to the thin wetting layer to move as quickly as the leading interface.
From now on, we will refer to this interfacial region as an effective ‘contact line’, although it
is not a true contact line as the liquid slides over a wetting layer.

We also studied the effect of the diffusivity on the penetration process. For a set of sim-
ulation runs we fixed the viscosity, forcing and surface tension, which corresponds to fixing

Ca, while we varied Pe by tuning the diffusion coefficient D. The channel thickness and the

Table 5.1: Parameter values and resulting interface shapes for runs with n = 0.33 and varying
surface tension for two different channels with b = 70 and b = 298.

Run b D o Ca shape

70 1.35x 1073 9.36 x 1073 0.132 Meniscus
5.85 x 1073  0.218 Meniscus
351 x 1073  0.342 Meniscus
2.34 x 1073 0.641  Finger

208 1.24x1072 6.67x 1072 0.094 Meniscus
333 x 1073 0.241 Meniscus
2.38 x 1073 0.434  Finger
1.67 x 1072 0.700  Finger

=0 w0l 0 T
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wetting layer thickness were set to b = 70 and ( = 5 respectively. As can be seen from Fig. 5.3,
varying the diffusivity affects the penetration process in the x-z plane as in the neutral wetting
case. Even though there is no longer a moving contact line, the results can be interpreted
in the same light. Decreasing the diffusion strength decreases the velocity of the fluid-fluid
interface in the region where the meniscus meets the surface wetting layer, i.e. the velocity
of the effective ‘contact line’, as can be deduced from Fig. 5.3. This is because the diffusion

coefficient controls the time over which the interface can relax to equilibrium.

sor D=1.08x107
z

— -3
a0l D=215x10"3 ||
x ——D=215%x10"2

20F —— D =431x10"2

50 100 150 200 250 300

Figure 5.3: Interface snapshot in the x-z plane for varying diffusion coefficients at ¢t = 5 x 10%
time-steps. The thickness of the cell and the wetting layer are b = 70, ( = 5 respectively in
lattice units.

Runs with higher diffusion coefficients D = 4.31 x 1072, D = 2.15 x 1072 and D =
2.15 x 1072 advance as a meniscus, while a run with D = 1.08 x 10~3 develops a finger in the
x-z plane, as it can no longer keep up with the leading interface located at z = b/2. This is
shown in Fig. 5.3 where the interface shape is plotted for different D at t = 5 x 10* time-steps.
Moreover, another indication of the effect of diffusivity, is the interface curvature in the middle
of the channel (z = b/2). When comparing results that develop an advancing meniscus, the

interface for the smallest diffusion coefficient (D = 2.15 x 1073) is the most curved.

5.1.3 Onset of penetration

We have seen in section 5.1.2 that, as in the case of neutral wetting, our simulations indicate
two possible steady state configurations for the shape of the advancing interface in the x-z
plane. The fluid-fluid interface can advance as a meniscus or it can penetrate the displaced
fluid and develop a finger in the x-z plane. These configurations appear to be governed by
the same mechanisms as in the neutral wetting case and controlled by Ca and Pe. In this
section, the objective is to determine whether the relevant control parameters are indeed these

dimensionless numbers and to establish the threshold for the transition between the Meniscus
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and the Thin Film regimes.
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Figure 5.4: (a) The x component of the fluid velocity as a function of the height of the channel
z along the line A-B in (b). The fluid velocity of the interfacial region at a height z ~ ( is
marked with a circle. It is obviously larger than the analytical solution for a one phase flow
of a fluid with the same viscosity and comparable with the leading interface velocity. The
interface in this case is advancing as a meniscus as can be seen from (b).

We consider fluids with the same viscosities. In Fig. 5.4(a) we plot the fluid velocity along
the line A-B in Fig. 5.4(b) for a case when the interface is advancing as a meniscus. Note that
there is an increase in the fluid velocity at a height z ~ ( when compared to the velocity profile
for Poiseuille flow. This is generated by the combined effect of diffusivity and surface tension.
The velocity of the interface at a height z ~ (, w4y, is comparable with the velocity of the
interface in the middle of the channel u,,. Moreover, the velocity in the middle of the channel,
U, is smaller than the analytical solution, because of the effect of surface tension, which tends
to restore the shape of the interface to its equilibrium value and maintain a stable meniscus
shape. The increase in the velocity is also obvious in Fig. 5.5, where we plot the x component
of the fluid velocity along the line C-D in Fig. 5.4(b), which lies just above the wetting layer
at a height z ~ (.

In order to study the onset of penetration in the x-z plane we reproduce the scaling argument
presented in [24] to obtain the diffusion length-scale Lp and then the velocity wq, of the
interface at a height z ~ (. We will compare this velocity to the leading interface velocity in
the middle of the channel wu,, to determine the crossover from the Meniscus to the Thin Film

regime, in terms of the dimensionless numbers Ca and Pe.
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Figure 5.5: (a) The order parameter ¢ (concentration) profile measured along the line C-D in
Fig. 5.4(b). This line lies just above the wetting layer at a height z ~ ¢. The two fluids have
equilibrium values for concentration ¢, = £1. The interface is located at ¢ = 0. (b) The x
component of the fluid velocity along the same line. There is a very clear peak in the velocity
at the position of the interface between the two fluids. Typically (uqy — u1)/u1 ~ 50%.

Consider the Stokes equation integrated across the interface in the x direction

/ da [0y Pye + 0y Prz| = / dz nV2u, . (5.1)

Using the definition of the pressure tensor, Eq. (3.6),

Pag = (0 = K6V6 — 5 (V)*)0us + 1(9a6) (950)

and some algebra we obtain

/dx 0z (pT) + /da?(gb Oppt) = n/dw V3u, . (5.2)

The first term is zero for an incompressible fluid and the second one can be integrated by
parts to give [¢pp — [ dz(udy¢)], which scales as p1(A¢/€)E. u, € are the chemical potential and
interface width respectively.

Making the assumption that the term V2u, does not vary significantly across the interface,
and using Lp as the length-scale for the velocity field in the x direction, the right hand side

of Eq. (5.2) scales as n(Aug /L% + wqy/¢*)€, where Aug = ujqy — u1 and uy is the velocity far
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away from the interface at a height z ~ ( as shown in Fig. 5.5. This leads to

A Au, Uy
L) 5.3
In the interfacial region at z ~ { the time variation of the order parameter ¢ is
o¢ A¢
— A Ugy—— 5.4
or Mg (5.4)

and, using the diffusion-advection equation for the order parameter, we find that it obeys

A¢ DA ., D&

Uy —= 7 — L ~ . 5.5
ay 5 LQD D ulay ( )

We can eliminate the chemical potential in Eq. (5.3) by using the Gibbs-Thompson relation

that gives the value of the chemical potential at a gently curved interface [50]
Ao = ok , (5.6)

where k the interface curvature. Furthermore, the curvature x is set by the characteristics
of the channel and the thickness of the wetting layer (, since it is affected by the underlying
velocity profile. Therefore, we can assume that it scales as m/(b/2 — () with m a constant that

should depend in principle on Ca and Pe. Now Eq. (5.3) becomes

om - (ulay - ul)ulay Ulay
e ( e + ) (5.7)

After a little algebra we extract the following scaling law for the velocity uqy,

{42 Dom  \1/2
oy~ (4% 4 G 5 5)

where A = % — “2—1

We need to compare 14, to the leading interface velocity u,, to resolve whether the interface
is advancing as a meniscus or developing a finger in the x-z plane. For a meniscus ujqy = U,

leading to the condition
D
¢ _m (5.9)

Ca Y (Pe") a1
mCa™ " (Pe*) +UmC2 .
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where C'a = nu,,/o and

Pe* =un(b/2—-C)/D. (5.10)
Using the expression for the analytical solution for the velocity field for a Poiseuille flow,
the term u; /uy, in Eq. (5.9) can be approximated by 4(¢/b)(1 — ¢/b) and Eq. (5.9) becomes

mCa-! — W?/?;O]pe*—l ~1— 4% (1 — %) =C. (5.11)

Finally, we arrive at the following condition for a meniscus
Pe* = c(Ca*)" ' +4, (5.12)
where § & —*2=9C~1 and
Ca* ={1-4(¢/b)(1 - (/b)}Ca . (5.13)

Simulations of forced interfaces were performed for a wide range of C'a* and Pe* numbers,
for varying channel thickness, to check the validity of this prediction and to extract fitting

values for the parameters ¢ and ¢.

5.1.3.1 Symmetric fluids

We first examined the case of zero viscosity contrast r = (n1—n2)/(n14+n2) = 0, before extending
our simulations to the asymmetric case. The details of our simulations are listed in Table 5.2
and Fig. 5.6 shows a plot of the results in the (Pe*, (Ca*)~!) plane. We can distinguish two
regions in the (Pe*,(Ca*)~!) plane. At high values of Pe* and Ca* the interface develops
a finger in the x-z plane and the Thin Film regime is observed, whereas for low values the
interface advances as a meniscus. The formula Pe* = ¢(Ca*)~! + ¢ is plotted as a solid line,
with ¢ ~ 28 and § ~ —38.

Comparing our prediction for the crossover between the Thin Film and Meniscus regimes
with the result we obtained in section 4.2.1 for the neutral wetting case and r = 0.90, we
find qualitatively the same behaviour, although now the offset § accounts for the presence of

the wetting layer®. In both situations the penetration process is governed by the interplay of

3§ = 0 in the neutral wetting regime.
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Figure 5.6: Simulation data from Table 5.2 plotted in the (Pe*, (Ca*)~!) plane for fluids with
same viscosities (r = 0). Results in the Thin Film regime are denoted by squares (B), whereas
results in the Meniscus regime are denoted by circles (o). The solid line is Pe* = ¢(Ca*)~! 46
with ¢ ~ 28 and § =~ —38.

capillary and Péclet numbers. However, now, in the case of complete wetting it is more difficult
to enter the Thin Film regime. Ledesma et al. [14] found ¢ = 0.15 for the neutral wetting case
and r = 0 compared to ¢ ~ 28 that we find here for the case of complete wetting. This
substantial difference is entirely due to the wetting properties of the fluids and the presence
of the wetting layer. The increased ease with which the ‘contact line’ can move across the
pre-formed wetting layer means that fingering in the x-z plane is strongly suppressed.
Nevertheless, Fig. 5.6 reveals that it is possible to enter the Thin Film regime even in the
limit Pe* — 0 if C'a* is sufficiently high. This suggests that there is an upper limit to the

contribution to the velocity of the ‘contact line’ resulting from diffusivity.

5.1.3.2 Asymmetric fluids

We have shown that fingering in the x-z plane is controlled by the interplay between Ca™ and
Pe*. We expect that the same will happen for fluids with different viscosities. In our case,
since we are focusing on the Saffman-Taylor instability, the displacing fluid, which wets the
walls, is the less viscous fluid. We now proceed to examine two different viscosity contrast

ratios r = (m — n2)/(m + n2) = 0.90 and 0.36.



5.1. Interface configuration in the x-z plane

74

Table 5.2: Parameter values for the runs used to generate Fig. 5.6. For all runs 9, ¢ = 0.84
and 7 = 0.333 (r = 0).

b ¢ o D U Ca Pe* Shape
140 6.2 6.55x107° 6.89 x 102 3.00 x 10~3  0.153 27.73 Meniscus
6.2 5.85x1073 6.16 x 1073 3.21 x 1073 0.183  33.30 Meniscus
6.2 532x107% 560x1073 3.08x10™3 0.193 35.06 Meniscus
6.2 4.09x1072 4.31x107% 3.15x1073 0.257 46.64 Meniscus
6.2 3.74x1073% 3.94x1073 3.20x 1073 0.285 51.82 Meniscus
6.2 351x1073 3.69x1073 3.13x1073 0298 54.12 Meniscus
6.2 339x1072 357x107% 3.20x 1073 0.314 57.18 Meniscus
6.1 3.27x1073% 345x1073% 3.30x107® 0.336 61.17  Finger
6.2 3.04x107% 3.20x1073% 3.50x107® 0.384 69.76  Finger
70 5.1 3.27x107° 431 x1072 3.70 x10=2 0.377 2.57 Meniscus
5.3 2.81x1073 3.69x1072 381x107% 0453 3.07 Meniscus
5.1 234x1072 3.08x1072 4.48x102 0.638 4.36  Finger
50 1.75x107% 231x1072 450x 1073 0.855 5.85  Finger
50 1.17x107% 154x1072 4.73x1073 1.347 920  Finger
70 52 3.04x107° 3.20x107° 3.60 x 10> 0.394 33.52 Meniscus
5.2 3.04x107% 320x107% 3.77x1073% 0.413 35.15 Meniscus
5.2 281 x107% 295 x 1073 4.25x 1073 0.504 42.79  Finger
5.2 257 x107% 271 x107% 4.06 x 1073 0.525 44.66  Finger
5.1 2.34x107% 246 x 1073  4.05x 1073 0.577 49.19  Finger
5.1 234x107% 246 x 1073 450 x 1073 0.641 54.71  Finger
35 59 3.86x107° 4.06 x 102 4.30 x 102 0.371  12.28 Meniscus
5.9 351x107% 3.69x1073 4.30x1073 0.409 13.51 Meniscus
5.9 3.27x1073 345x1072 4.33x10™% 0441 14.56 Meniscus
5.9 2.92x107% 3.08x1073 4.30x1073% 0.490 16.17 Meniscus
5.9 2.69x1073 283 x1073 4.32x1073% 0.536 17.71 Meniscus
6.0 1.99x1072 2.09x107% 436x1073 0.731 23.96 Meniscus
5.9 1.52x 1073 1.60x 1073 4.15x 1073 0.910 30.08 Meniscus
5.9 1.52x 1073 1.60x 1073 4.30x 1073 0.943 31.17 Meniscus
5.9 1.52x 1073 1.60x 1073 4.50x 1073 0.987 32.61  Finger
6.1 1.29x107% 1.35x107% 4.50x107® 1.166 37.96  Finger
6.1 1.29x107% 1.35x1073 4.85x107® 1.257 40.92  Finger
5.9 1.05x 1073 1.11x 1073 4.55x 1073 1.441 47.58  Finger
6.0 5.85x107* 6.16 x107* 4.55x 1072 2.594 85.26  Finger
6.0 5.85x107% 6.16 x107° 4.95x 1073 2.822 92.76  Finger
5.9 1.17x107* 154 x 1073 4.93x 1073 14.051 37.16  Finger

We note here that for asymmetric fluids we should use the average of the two viscosities

in the definition of C'a. This is a consequence of integrating the right hand side of Eq. (5.1)

across the interface

/dx nV2u, =

(m +n2)

2

So, in Eq. (5.12), Ca = nu,, /o should be replaced by

Ca’ = (m + n2) um /20

EV3u, .

(5.14)

(5.15)
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and Ca* = {1 —4(¢/b)(1 = (/b)}Cd’.

Table 5.3: Parameter values and results for viscosity contrast ratio » = 0.90. For all runs
b=70,0, ¢ =0.84 and n = 0.333.

¢ o D U, Ca Cd Pe* Shape
50 1.67x1072 233x107° 9.54x 102 1.908 1.002 122.57 Meniscus
50 1.67 x 1073 1.06 x 1072 2.112  1.109 135.69 Meniscus
50 1.67 x 1073 1.45x 1072 2.898  1.521 186.19 Meniscus
51 8.33x10~* 891 x 1073 3.564 1.871 114.18 Meniscus
51 8.33x107% 1.15x 1072 4.596  2.413 14724  Finger
51 8.33x107* 1.85x 1072 7.392 3.881 236.81  Finger
49 5.56x 107* 1.06 x 1072 6.336  3.326 136.17  Finger
49 5.56 x 107* 1.21 x 1072 7.248 3.805 155.77  Finger
49 5.56x 107% 1.65x 1072  9.870  5.182 212.11  Finger
46 3.33x107* 1.11 x 1072 11.070 5.812 144.05  Finger
46 3.33x107* 1.25 x 1072 12460 6.542 162.13  Finger
4.6 3.33x107* 1.60 x 1072 16.030 8.416 208.59  Finger
50 1.67x 1073 467 x10"° 843 x10~° 1.686 0.885 54.17 Meniscus
50 1.67x 1073 1.09 x 1072 2.178  1.143  69.97 Meniscus
50 1.67x1073 1.48 x 1072 2,960 1.554 95.10 Meniscus
50 8.33x107* 049 x 1073 3.794  1.992  60.97 Meniscus
50 8.33x107* 1.22 x 1072  4.880 2.562  78.41 Meniscus
51 5.56 x 10~* 9.02x 1073 5412 2.841 57.79 Meniscus
51 5.56x 1074 1.21 x 1072 7.248 3.805  77.40 Finger
51 5.56x 107% 1.68 x 1072 10.080 5.292 107.64  Finger
49 3.33x107* 9.40 x 1073 9.400  4.935  60.59 Finger
49 3.33x107* 1.11 x 1072 11.11  5.833  71.62 Finger
49 3.33x107* 1.25 x 1072 12.480 6.552  80.45 Finger
49 333x107* 1.64 x 1072 16.370 8.594 105.53  Finger
49 1.67x10% 1.01 x 102 20.280 10.647 65.38 Finger
49 1.67x107* 1.12x 1072  22.38 11.750 72.15 Finger
49 1.67x107% 1.25 x 1072 24.960 13.104 80.47 Finger
49 1.67x107* 1.61 x 1072 32.140 16.874 103.61 Finger
50 833 x107% 933x107° 1.03x1072 4.120 2.163 33.10 Meniscus
50 8.33x107% 1.13x 1072 4.516 2.371  36.28 Meniscus
50 8.33x10°* 1.32x 1072 5.260 2.762 42.26 Meniscus
50 8.33x107* 1.60 x 1072 6.42 3.368 51.54  Meniscus
50 5.56x 107 1.05x 1072  6.312 3.314  33.80 Meniscus
5.0 5.56 x 107 1.43 x 1072 8586  4.508  45.98  Finger
50 5.56 x 10~* 1.67 x 1072 10.026 5.264  53.69 Finger
50 3.33x10°* 1.11 x 1072 11.070 5.812  35.57 Finger
50 3.33x107% 1.25 x 1072 12.490 6.557  40.13  Finger
50 3.33x10°* 1.63x 1072 16.270 8542  52.28 Finger
50 2.22x107% 1.13x 1072 16.980 8.915  36.37 Finger
50 2.22x107* 1.25 x 1072 18.750 9.844  40.17 Finger
50 2.22x 1074 1.63 x 1072 24.495 12.860 52.47 Finger

Results from simulations with 7 = 0.90 are summarized in Table 5.3 and Fig. 5.7(a) shows
a plot of the results in the (Pe*, (Ca*)™!) plane. We get the same qualitative behaviour as
in the symmetric case, which was described in section 5.1.3.1. The solid line corresponds to
Pe* = ¢(Ca*)~1 4+, with ¢ ~ 350 and § ~ —75. It is obvious that, for the strongly asymmetric

case with » = 0.90, fingering in the x-z plane is even more strongly suppressed, since much
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higher capillary numbers are needed to enter the Thin Film regime.

Table 5.4: Parameter values and results for viscosity contrast ratio r = 0.36. For all runs
b=48,0, ¢ =0.84 and n; = 0.333.

b o D U, Ca Cd Pe* Shape

48 39 715x107%F 4.35x10% 6.00x 103 0.300 0.220 277.16 Meniscus
39 715x107* 4.35x107* 6.50x 1073 0.325 0.238 300.46 Meniscus
3.9 541x107% 329x10* 6.00x 1072 0.396 0.290 366.69 Meniscus
3.9 541x107* 3.29x107* 6.50x 102 0.429 0.315 397.15 Meniscus
3.9 510x107* 6.29x107* 6.50x 1073 0.455 0.333 207.65 Meniscus
3.9 470x107* 2.86x107* 6.00x 1073 0.456 0.335 422.34 Meniscus
3.9 4.70x107% 286x107* 6.50x 1072 0.494 0.362 457.30 Meniscus
39 3.97x107* 4.88x10~* 6.01 x1073 0.541 0.396 247.50 Meniscus
3.9 397x107* 488x107* 6.50x 1073 0.585 0.429 267.92 Meniscus
3.9 325x107* 4.00x107* 6.01 x1073 0.661 0.485 302.18 Meniscus
3.9 470x107* 2.86x10"* 7.00x 1073 0.532 0.390 492.35  Finger
39 3.97x107* 241x10~* 7.00x107% 0.630 0.462 583.87  Finger
3.9 397x107*% 488x107% 7.02x1073 0.632 0.464 289.46  Finger
3.9 397x107* 483x107* 749x1073 0.674 0.494 308.77  Finger
39 3.25x107* 1.97x10~* 7.02x107% 0.772 0.566 715.65  Finger
3.9 325x107*% 1.97x107*% 7.49x1073 0.824 0.604 763.36  Finger
3.9 325x107*% 4.00x107* 7.04x1073 0.774 0.567 353.55  Finger
3.9 325x107* 4.00x107* 748 x107% 0.823 0.604 376.12  Finger
39 275x107* 3.38x107* 7.03x107% 0.914 0.670 418.23  Finger
3.9 275 x107% 338x107*% 7.49x1073 0.974 0.714 445.87  Finger
3.9 238x107* 293x107* 7.03x1073 1.054 0.773 481.63  Finger
3.9 238x107* 293x107* 749x1073 1.124 0.824 513.69  Finger

48 39 9.16x 1077 5.08x 1073 5.90x10~2 0.230 0.169 23.25 Meniscus
39 9.16x107* 5.08x107% 6.50x 1073 0.254 0.186 25.61 Meniscus
39 916x107* 508x1073 9.00x 1073 0.351 0.257 35.46 Meniscus
39 916x107* 508x1073 1.00x10"2 0.390 0.286 39.40 Meniscus
3.9 9.16x107*% 508x1073 1.20x 1072 0.468 0.343 47.28  Meniscus
3.9 416x107* 228x1073 6.00x 1073 0.516 0.378 52.64 Meniscus
39 916x107* 508x1073 1.36x1072 0.530 0.389 53.58  Meniscus
3.9 4.16x107% 228x1072 6.50x 1072 0.559 0.410 57.03 Meniscus
3.9 226x107*% 1.25x1073% 6.50x 1073 1.027 0.753 104.00 Meniscus
3.9 226x107* 1.25x107% 748 x 1073 1.182 0.867 119.68  Finger
39 226x107* 1.25x107% 7.52x107% 1.188 0.871 121.52  Finger
3.8 475x107° 1.25x 1073 8.00x 1073 6.016 4.411 128.91  Finger
3.9 801x107° 1.05x1073 7.03x1073 3.136 2299 133.37  Finger
3.8 801x107° 1.05x1073 7.55x1073 3.365 2467 143.15  Finger
3.8 801x107° 1.05x107% 7.93x1073 3.537 2593 151.95  Finger
3.9 143x107* 7.94x107*% 7.00x1073 1.750 1.283 176.40  Finger
39 143x107* 7.94x10"* 7.50x 1072 1.875 1.375 189.00  Finger
3.8 143 x107* 7.94x107*% 7.94x10"3 1.985 1.455 200.09 Finger
39 801x107° 6.33x10"* 7.00x 1073 3.122 2289 221.34  Finger
3.9 801x107° 6.33x107*% 7.52x1073 3.352 2458 237.65 Finger
39 801x107° 6.33x107* 7.94x1072 3.541 2596 251.06  Finger
3.9 801x107° 444x107*% 7.00x 1073 3.122 2289 315.00 Finger
3.9 8.01x107° 4.44x10~* 7.52x1073 3.352 2458 338.22  Finger

Our results for the case of intermediate viscosity contrast ratio r = 0.36 are shown in
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Fig. 5.7(b) and details of these simulations are listed in Table 5.4. Qualitatively, we again

encounter the same behaviour. For this value of » we extract the fitting values ¢ ~ 150 and

0 ~ —140.
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Figure 5.7: (a) Simulation data from Table 5.3 plotted in the (Pe*, (Ca*)~!) plane for fluids
with viscosity contrast r = 0.90. Results in the Thin Film regime are denoted by squares (H),
whereas results in the Meniscus regime are denoted by circles (o). The solid line corresponds
to the prediction Pe* = ¢(Ca*)~! + §, with ¢ ~ 350 and § ~ —75. (b) Simulation data from
Table 5.4 plotted in the (Pe*, (Ca*)~!) plane for fluids with viscosity contrast » = 0.36. The
solid line is Pe* = ¢(Ca*)™! + 6, with ¢ ~ 150 and § ~ —140.

Finally, for comparison, we show in Fig. 5.8 the regions of (Pe*, (Ca*)~!) space that cor-
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respond to the Meniscus and Thin Film regimes for varying viscosity contrast r. The degree
of viscosity asymmetry greatly influences the penetration process and the onset of fingering
in the x-z plane. Increasing the viscosity contrast suppresses the fingering process in the x-z

plane.
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Figure 5.8: Meniscus-Thin Film phase diagram for varying viscosity contrast . The Thin Film
regime where a finger forms in the x-z plane lies above the lines. The onset of fingering in
the x-z plane depends on the viscosity contrast r. Increasing the viscosity contrast suppresses
finger formation.

5.2 Experimental system and techniques

(The experiments in this chapter were performed, independently, by Siti Aminah Setu and
Gareth J. Davies in the lab of Dr. D. Aarts in the Physical and Theoretical Chemistry Labo-
ratory, University of Ozford.)

In this section we shall present the experiments that have provided a primary motivation
for this thesis. The aim was to develop a colloid-polymer system suitable for studying hy-
drodynamic instabilities in micro-channels, and specifically the Saffman-Taylor instability at

ultra-low surface tension.
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5.2.1 Colloid - polymer mixtures

“The term colloidal refers to a state of subdivision, implying that the molecules or polymolecular
particles dispersed in a medium have at least in one direction a dimension roughly between 1
nm and 1 um, or that in a system discontinuities are found at distances of that order.”

This definition of the term “colloidal” by the International Union of Pure and Applied
Chemistry (IUPAC) sets the size of colloidal particles in the submicrometer lengthscale. Their
size, between pm and nm, means that the effect of gravity acting on the colloidal particles is less
important than their thermal energy and that colloids diffuse by Brownian motion. Moreover,
due to their lengthscale, these systems are ideal for studying statistical mechanics. They are
experimentally easier to observe than molecular systems, due to their slower diffusion and
their relative size compared to the wavelength of visible light, while they also show a greater
response to external forces and thermal fluctuations.

Interactions between colloids can be tuned in a suspension by adding non-absorbing poly-
mers. These colloid-polymer systems can undergo a phase separation driven by the depletion
interaction [51-53], leading to a colloid rich-polymer poor phase and a colloid poor-polymer
rich phase* with an ultra-low surface tension between them. We can understand why the
surface tension o is ultra-low for these systems if we consider that o can be expressed as an

energy per unit area giving the scaling relation [54,55]

€int
o~ (5.16)

where €;,; and d are the strength of the molecular interaction and characteristic lengthscale
at the interface respectively. Away from the gas-liquid critical point €;,s ~ kT (with kp the
Boltzmann’s constant and 7' the absolute temperature) and d is of the order of the molecular
diameter. Thus, due to the size of colloidal particles, surface tension for colloidal systems is
of order nN/m [56-59], which is roughly six orders of magnitude lower than ¢ in molecular
systems (~ mN/m).

Moreover, for colloidal systems the interface width is ~ pwm rather than a few nm as
for molecular systems. Therefore, colloidal suspensions provide an excellent model system to

study properties of fluid-fluid interfaces that are not accessible at the molecular scale [60].

4These phases resemble a liquid phase and a gas phase respectively, if we consider only the colloids.
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Many hydrodynamic instabilities can be studied in greater detail in both time and space.
Here, in particular, our study of Saffman-Taylor instability can also benefit from the use of
microfluidic devices, which reduces the volume of colloidal mixtures necessary to perform the
experiments. Direct observation of the flow and interface position can be achieved by confocal

scanning laser microscopy, which records the fluorescence of excited dye within the colloids..

5.2.2 Experiments

Experiments were carried out independently by Siti Aminah Setu and Gareth J. Davies. We
will refer to these sets of experiments as exp.I and exp.II respectively.

They used dispersions of fluorescently labelled PMMA particles with a diameter of 210 nm
in water. A xanthan polymer solution (M, = 4x10°% g mol™}, R, = 264 nm) was added to
the dispersion to create a phase separating mixture [61]. The two phases were isolated after
the colloid-polymer mixture had phase separated into a colloid rich phase and a polymer rich
phase. Thus two colloidal phases were at coexistence when brought into contact again.

The surface tension o was obtained from the capillary wave spectrum [60] giving 0=30
nN/m (exp.I) and 0=9 nN/m (exp.II). For exp.I a rheological characterization was performed
on a TA AR-G2 rheometer, which revealed dynamical viscosities of the two phases 11 =
15mPa.s and 72 = 7mPa.s, leading to a viscosity contrast ratio r = (91 —n2)/(n1 + 12) ~ 0.36.
For the second set of experiments, the viscosities of the two phases were evaluated by measuring
the sedimentation velocities of drops of one colloidal phase in the other and vice versa, which
gave 11 = 17mPa.s and ny = 1.5mPa.s and viscosity contrast r ~ 0.84. Noticeable shear-
thinning, which is known to have a thinning effect on the Saffman-Taylor fingers [62], was
observed for the colloidal gas phase from a shear-rate of 10 s~!. However, this was above the
maximum shear rate in the experiment, U/b ~ 0.3 s~ 1.

The two liquids were injected into the microfluidic device, which was fabricated using
standard soft-lithography techniques. Fig. 5.9 shows a schematic diagram of the microfluidic
device used, while the expanded region shows the entrance of the main channel. This choice
allows a symmetric flat interface to be formed at the crossroads of the channels.

The colloid-rich phase (liquid phase), which had a lower viscosity 72 than the polymer-rich
phase (gas phase) with viscosity 11, was pushed into the long channel, of width w and thickness

b and viscous fingers formed spontaneously. Typical channel dimensions were w = 160um and
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Figure 5.9: Schematic diagram of the microfluidic device used to study the Saffman-Taylor
instability. The expanded region shows the position of the interface during equilibrated flow.
Figure from [63].

b = 10um. Gravity was used to control the flows. In order to monitor the flow of the colloidal
phases in three dimensions laser scanning confocal microscopy (Zeiss Exiter) was used.

Fig. 5.10 shows laser scanning confocal microscopy images of the Saffman-Taylor instability.
In a wide channel with w = Imm many fingers are formed as shown in Fig. 5.10(a), while at
smaller channel widths only a single finger is present, as shown in Fig. 5.10(b). The wetting
boundary condition is illustrated in Fig. 5.11 that shows the three-dimensional profile of a
Saffman-Taylor finger brought to rest. A layer of colloid-rich fluid can be seen on the side

walls of the microchannel, which occurs because the displacing fluid completely wets the walls.

5.3 Results

5.3.1 Interface configuration in the x-z plane

Experimentally, a first focus in the study of the Saffman-Taylor instability was the interface
configuration in the x-z plane. Fig. 5.12(a) shows how the x-z interfacial profile responds to the
flow for exp.I . At low velocities the interface advances as a concave meniscus. At a modified
capillary number Ca’ = (1 + 12)U/20 ~ 0.4, the curvature changes sign, but the shape of

the interfacial profile remains constant in time. Then, at higher C'a’ ~ 1 the interface position
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Figure 5.10: Laser scanning confocal microscopy images of the Saffman-Taylor instability in
the x-y plane using colloid-polymer mixtures. (a) In a wide channel many fingers develop
(exp.II). The scale bar indicates 100 um. (b) Images of single fingers for smaller channels and
for different values of finger width A;. The top panels correspond to experiments performed by
Gareth J. Davies (exp.IT) with w = 100um, while the bottom panels correspond to experiments
performed by Siti Aminah Setu (exp.I) with w = 160um. The dashed curve follows from the
Pitts equation [10]. Scale bars indicate 50 pm.

r

Figure 5.11: Three-dimensional profile of a stable finger brought to rest (exp.II). A layer of
the colloid-rich fluid, which is the less viscous fluid, covers the walls of the microchannel. This
occurs because it completely wets the walls.
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becomes decoupled from that of the ‘contact line™®, and a finger is formed in the x-z plane.
The finger is of a characteristic shape, with a narrowing near the ‘contact line’.

At higher capillary numbers a meandering motion of the finger is observed, where it makes
contact with either the top or bottom wall, before continuing to move freely again in the centre
of the channel. This is a consequence of the large thermal interface fluctuations in colloid-
polymer mixtures. The unstable motion of the finger entraps bubbles of the high viscosity

phase in the advancing finger as shown in Fig. 5.12(b).
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Figure 5.12: (a) Profile of the finger in the x-z plane as a function of the modified capillary
number Ca’ for fluids with viscosity contrast » = 0.36. Laser scanning confocal microscopy
images of the leading interface (left panel, exp.I) are compared to the simulations (right panel).
As the capillary number increases, the interface curvature first changes sign. At a critical
capillary number a finger in the x-z plane is formed, indicating that the ‘contact line’ cannot
keep up with the leading interface. (b) At higher capillary numbers the finger merges with the
top or bottom wetting layers, before being pulled back to the centre of the channel. This is
facilitated by the thermal interface fluctuations. Scale bars indicate 10 pm.

The second column of Fig. 5.12(a) presents free energy lattice Boltzmann simulation results
showing how the x-z interfacial profile responds to the flow. When using this approach to

model interfaces in molecular fluids, discretisation constraints mean that the diffuse interface is

5The liquid slides over a colloid-rich wetting layer such that there is no true contact line. However, there is an
obvious line where the curved meniscus meets the surface layer, for which contact line is a natural terminology.
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unphysically wide and care must be taken that this does not affect the results. Here, however,
the width of the interface in the colloid-polymer mixtures is ~ pwm allowing a quantitative
match between experiment and simulation.

Fig. 5.12(a) shows that there is a close correspondence to the experiments at the same
capillary number. Furthermore, the morphology of the fingers in simulations and experiments
is qualitatively similar. The advancing finger with a relatively constant width has the same
characteristic shape in the x-z plane, with the bridge between the front of the finger and the
bulk of the displacing fluid being narrow in the z-direction.

These results give us the confidence to use the lattice Boltzmann simulations to study the
Saffman-Taylor instability numerically for a wide range of parameters relevant to the problem
that are not easily accessible to the experiments. For example, experimentally, the crossover
between the Meniscus and Thin Film regimes would appear to depend solely on the capillary
number for a given system. We have already seen in section 5.1.3.2, however, that the shape
of the interface in the x-z plane depends on scaled C'a* and Pe* numbers. Fingering in the x-z
plane occurs for Pe* > ¢(Ca*)~! + 6, where the factors ¢, § depend on the viscosity contrast r.
The only way to check experimentally the dependence of the crossover on Pe* is by changing
the channel thickness b. We have to be cautious, though, not the exceed the capillary length
le=(o/ Apg)l/ 2 which would allow gravity effects to become important. For the experiments
reported here [ ~ 10um, which is the same as the channel thickness b used. Therefore,
increasing b further was not an option in these experiments.

An important remark regarding the particular choice of experiments used here is that typ-
ical values for the Péclet number for experiments with molecular fluids [12,64] are relatively
high, O(10%) — O(103), thus, these experiments lie in the Thin Film regime. However, for
systems with a diffuse interface, such as colloid-polymer mixtures [60], or experiments in mi-
crochannels, menisci can be observed up to higher capillary numbers, making the crossover
from the Meniscus to Thin Film regime easier to observe.

In the experiments (exp.I) the finger breaks through in the x-z plane for u ~ 2.7x10~%um/s,
which corresponds to Ca ~ 1.4 or Ca’ ~ 1. With the thickness of the wetting layer { ~ 1um
the inverse of the scaled capillary number at the breakthrough is (Ca*)~! ~ 1.6. Using the
diffusion coefficient of the colloids, Dy = 9.91 x 10~14m? /s, to estimate the experimental Pe*,

we obtain Pe* ~ 110, which compares favourably to Pe* ~ 100 in the simulations as shown in
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Fig. 5.13. We have to note however that the proper value for the diffusion coefficient D should
have been obtained from the evolution of an induced perturbation in the concentration field

of the colloid-rich phase, as D is defined by the equation

o
o =DV, (5.17)

We expect, however, the diffusion coefficient D to be close in value to the diffusion coefficient

of the colloids D, ;.
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Figure 5.13: Results from lattice Boltzmann simulations. The shape of the interface in the x-z
plane for a viscosity contrast » = 0.36 depends on the scaled capillary and Peclet numbers,
Ca* and Pe* (o Meniscus regime, B Thin Film regime). The snapshots represent the different
configurations. The solid line corresponds to the onset of fingering in the z direction; the dash-
dotted line indicates an advancing interface with zero curvature x. The dashed line describes
an experimental path, where Pe* and Ca* are tuned by varying the leading interface velocity.

Fig. 5.13 shows the Meniscus-Thin Film threshold, for 7 = 0.36, in the (Pe*, (Ca*)~!) plane
given by Pe* = ¢(Ca*)~1 4§, where ¢ ~ 150 and § ~ —140. The snapshots are representative
of the different x-z interface configurations. An experimental path (exp.I) is also plotted as a
dashed red line. This is characterised by Pe*(Ca*)~! = const, since for a given channel both
Pe* and C'a™ are tuned by varying the applied forcing, which alters the velocity of the interface.

More precisely Pe*(Ca*)™! = [2(b/2 — ()o]/[D(m + n2)C], where C' = 1 — 4(¢/b)(1 — ¢/b).
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In terms of the lattice Boltzmann method, using the definition for the surface tension o and
diffusivity D, then Pe*(Ca*)~! = [8£(b/2—()]/[3T(n1+n2)C], where T is related to the mobility
coefficient and £ is the interface width.

Lattice Boltzmann simulations described in section 5.1.3.2 further revealed that fingering
in the x-z plane is strongly suppressed as the difference in viscosity of the two fluids increases.
So, much higher capillary numbers are needed both to change the curvature of the meniscus
from positive to negative and to induce the formation of a finger. This is evident from Fig. 5.8
and confirmed by the experiments with » = 0.84 (exp.II), where fingering in the x-z plane

commences at u ~ 5.5 x 107%um/s, which corresponds to Ca ~ 10.6 or Ca’ ~ 5.8.

5.3.2 Width of the steady state finger in the x-z plane

We now study the relative width of the steady state penetrating finger A\, = wy/b in the x-z

plane, where wy, is the absolute finger width.

Figure 5.14: Simulation results showing interface snapshots in the x-z plane for viscosity con-
trast r = 0.90. The time interval between the figures is 6t = 2 x 10* time-steps in lattice
units. The channel thickness and thickness of wetting layer are b = 70 and { ~ 5 respec-
tively. Ca = 32.14, Ca*~! = 0.08, Pe* = 103.61. The x-z finger has a constant width
Ay = 0.799 £ 0.007 for t = 6 x 10* onwards (d-f), which is very wide compared to the neutral
wetting situation, where we found A\, = 0.566.

As we have seen in Chapter 4 section 4.2.2, for the neutral wetting case, \;, depends on
Ca and the viscosity contrast r. We therefore calculated Ay for varying Ca for the cases of
viscosity contrast r = 0.90, » = 0.36 and r = 0.

For strongly asymmetric viscosities with r = 0.90, we saw in section 5.1.3.2 that the
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penetration in the x-z plane is strongly suppressed. We, therefore, have to resort to high Ca in
order to achieve a finger-like structure. Remarkably very wide fingers were found in simulations
as can be seen from Fig. 5.14, where we present a time sequence of interface snapshots in the

x-z plane.

700 800 900 1000 1100 1200 1300 1400

1900 2000 2100 2200 2300

50
3800 3900 4000 4100 4200
X

Figure 5.15: Interface snapshots in the x-z plane for viscosity contrasts » = 0.90 (a), » = 0.36
(b) and 7 = 0 (c) for high values of Ca. The fingers have reached their saturation width .
(a) Ca = 32.14, Ny, = 0.799, (b) Ca = 62.14, Ny, = 0.415 and (c) Ca = 36.00, A\, = 0.290.
Finger width A, decreases as the viscosity contrast decreases.

Decreasing the viscosity contrast to 7 = 0.36 and = 0 has a thinning effect on the width of
the fingers Ay, verifying the tendency reported in the numerical study by Ledesma et al. [14] for
neutral wetting. This is evident from Fig. 5.15, where we show snapshots of the x-z interface,
for all the viscosity contrasts examined, in the limit of high C'a, where fingers have reached
their saturation width \;.

Finger widths A, are plotted in Fig. 5.16 as a function of C'a for the different viscosity
contrasts. Examining A\, for each viscosity contrast individually, starting with the case r = 0.90,
it is obvious that the observed fingers are much wider than the prediction of Halpern and
Gaver [43] for r — 1. In fact, if we had examined fluids with r = 1 we would have expected
Ap to be even larger, given the tendency of the finger width Ay to increase with increasing
viscosity contrast [14]. For complete wetting, our results for 15 < C'a < 35 revealed a finger
width of Ay = 0.799 £ 0.014, which seemed to be insensitive to increasing C'a further. On the
contrary, for the reversed wetting boundary condition, where the displaced fluid completely
wets the walls, Halpern and Gaver predicted a saturation value of A\, ~ 0.58 (r = 1), and our

results in section 4.2.2, and for neutral wetting, revealed A, ~ 0.57 (r = 0.90).
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Figure 5.16: Width of the finger Ay in the x-z plane as a function of Ca for different viscosity
contrasts r. For comparison, we plot the numerical predictions by Halpern and Gaver for
r = 1 [43] given by the dashed curve, as well as the Ledesma et al. predictions for r = 0.0 and
neutral wetting [14] given by the dash-dotted curve.

Smaller values of Ca could not be reached in the Thin Film regime due to computational
limitations. In principle we could achieve fingering in the x-z plane for smaller Ca if we resort
to very high Pe*, i.e. by using very small diffusivity. However, for reasons related to the
stability of the Lattice Boltzmann method this was not possible.

The increased finger widths A\, for 7 = 0.90 seem to be solely due to the presence of
the wetting layer, since we have seen in section 4.2.2 that, irrespective of the partial wetting
boundary condition and the equilibrium contact angle, the A, saturation value for large Ca is
unique, Ay &~ 0.57, and much smaller than the value we obtain here. Experiments with r = 0.84
(exp.IT), although not at the same viscosity contrast as our simulations, support our findings.
It is evident from Fig. 5.17 that the penetrating finger in the x-z plane occupies a high fraction
of the channel. However, the large thermal interface fluctuations in colloid-polymer mixtures,
together with the small separation of the finger and the wetting layer result in a meandering
motion of the finger. The finger joins with the wetting layer at either the top or bottom

wall, while bubbles of the high viscosity phase are captured behind the finger as shown in
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Fig. 5.17(d). This unstable motion of the finger does not allow the formation of stable fingers

in the x-z plane and hence measurements of )\, are not possible.
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Figure 5.17: Interface snapshots in the x-z plane for experiments (exp.IT) with » = 0.84. The
less viscous fluid starts penetrating in the x-z plane (¢) at Ca ~ 10.6 or Ca’ ~ 5.8, and the
finger formed occupies a high fraction of the channel. Then due to the large thermal interface
fluctuations the finger joins with the wetting layer (d), capturing a bubble of the more viscous
fluid behind it. Note that the wetting layer at the top wall is not clearly visible, due to
scattering effects. Figure from [63].

Next we examine the case of intermediate viscosity contrast r = 0.36, for which there are
experimental results (exp.I). In order to enable a detailed comparison with the experiments,
simulations were run with approximately the same ratio of wetting layer to channel thickness
(/b as in the experiments. We chose channels with b = 48 and ( ~ 4 — 5 compared to
b = 10um and ¢ =~ 1um in experiments. A first remark is that experimental finger widths
Ap are in good agreement with results from simulations as shown in Fig. 5.16. Moreover, we
verify the tendency reported in the literature of decreasing A\, with decreasing r [14], both
experimentally and numerically, since now fingers are narrower than the case of r = 0.90
(simulations) and 7 = 0.84 (exp.II). Simulation results revealed a limiting value of A\, = 0.417
for high C'a. Testing this experimentally was not possible though, since the regime of Ca > 10
could not be reached, again due to the meandering motion of the finger.

Finally, for the symmetric case » = 0.0, we find unusually thin fingers, especially for

Ca > 10. For large Ca we find a limiting value of Ay = 0.29 4 0.02, which is, surprisingly,
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much smaller than the neutral wetting case of A\, = 0.386 [14]. One would expect that in
this situation, the finger width would be the same since fluids have the same viscosities, and
therefore the wetting layer would not have any contribution. This remains an open question
for experimental exploration.

Here, we present a simple argument to explain the wide fingers observed numerically and
experimentally for high viscosity contrasts r. In the case where a wetting layer of a less viscous
fluid covers the substrate, the velocity field in the centre of the channel is altered so that it
effectively corresponds to Poiseuille flow in a channel with a thickness b’ > b as can be seen in

Fig. 5.18. Hence the finger effectively sees a larger channel width &’ and a wider finger forms.
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Figure 5.18: (a) Schematic representation of the velocity field in the x-z plane of a channel
with thickness b, when a wetting layer ( of a fluid with viscosity 7y covers the substrate. The
non wetting fluid has a higher viscosity 7. (b) The x component of the fluid velocity as a
function of z along the lines A-B, C-D, E-F in the top panel. The penetrating finger widens
as it effectively sees a larger channel with width & = b+ 2Ab. The analytical solution that
corresponds to Eq. (5.19) is much smaller than this velocity field.

Solving the Stokes equation
apP d*u

with a wetting layer of thickness ( covering the substrate, and imposing the appropriate bound-

ary conditions
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a) no-slip at z =0 and z = b,
b) continuity of the velocity and du/dz at the boundary between the two fluids at z = ¢ and

z=b —(, gives

1 dP dP b 1 1
(1) — = [® ) .2 il B R R
uy/(2) o <dm> 2%+ (dm) [2771 + ¢ <772 m)] z (5.19a)
1 dP dP b dP 1 1
(2) — = [ ) .2 il 2 (% I
o= (Y () P () (L) 1)
1 [dP dP\ (b—C b—2C dP\ [ 1 1
(3) = [ .2 il _ il - 2 _
ua(2) 212 <dw> o <dw> n2 2m >Z+ (dw) (2?71 2772) (b= 2¢)
(5.19¢)

where the superscripts 1, 2, 3 denote the different regions in Fig. 5.18(a). The velocity field
in the middle of the channel, ug?)(z), is effectively the one that corresponds to a channel of
thickness ' = b + 2Ab; the penetrating finger senses the underlying velocity field and widens

as it would had done in a wider channel. The effective increase in the channel thickness can

be evaluated from Eq. (5.19b) as

Ab 1+ V14 4(¢/0)2(m /2 — 1)
b 2

. (5.20)

As expected for ¢ — 0 or 71 = 12, Ab — 0. For the simulation reported in Fig. 5.14, Eq. (5.20)
predicts Ab/b = 0.09. Using this value we estimate the effective width A\ = wy/(b+ 2Ab) =
0.67, compared with the saturation value of A\, = 0.566 from our results for neutral wetting
and r = 0.90. The reason for the discrepancy is that the velocity field in front of the finger,
along the line E-F, is in fact much larger than the value predicted by Eq. (5.19), because the
analysis here assumes just a channel with three stripes of liquids. Hence, it does not take into
account the advancing less viscous fluid that propagates occupying the whole channel thickness
further back. As shown in Fig. 5.18(b), due to mass conservation, the velocity along the line

E-F has to be larger, thus, leading to a much larger Ab than the value predicted by Eq. (5.20).

5.3.3 Curvature of the leading interface in the x-z plane

We shall now study the interface curvature k; = 1/R) in the x-z plane at z = b/2. We
examine this numerically for r = 0.36 to compare to the results of exp.I.

Again, in order to directly compare to the experiments we chose b = 48 and ( ~ 4 as
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Figure 5.19: Normalised curvature be/R) as a function of Ca. The simulation points cor-
respond to the experimental path shown in Fig. 5.13. The channel width is b = 48 and the
thickness of the wetting layer ¢ ~ 4.

this gives approximately the same ratio (/b as in the experiments. In the limit Ca — 0 we
expect that the curvature x; will be set by the channel’s width b and the thickness of the
wetting layer ¢, so that x; ~ 2/(b — 2(). Defining a normalised curvature ' = beg/ R, where
bet = (b—2() is the effective width of the cell, " ~ 2 in the limit Ca — 0. Fig. 5.19 shows the
normalised curvature £/, = be/ R as a function of Ca. The simulation points correspond to the
trajectory in the (Pe*, (Ca*)~!) plane, shown in Fig. 5.13, which best fits the experiments. The
breakthrough in the x-z plane and an advancing interface with zero curvature ' = 0 occur at
approximately the same capillary number Ca or Ca’ (Ca*) in simulations and experiments. We
observe, however, that we can not match the experimental interface curvature as C'a increases.
This should be attributed to the large thermal fluctuations in the experiments, which effectively
increase the radius of curvature at the tip of the penetrating finger. If we had plotted the
normalised curvature as a function of the modified capillary numbers Ca’ or Ca* we would have
obtained qualitatively the same behaviour. This is because Ca’ = (n1+n2)u/(20) = Ca/(1+r)
and Ca* = Ca’{1 —4(¢/b)(1 —¢/b)}.

We now examine different experimental paths, i.e. paths characterised by different values of

Pe*(Ca*)~1, shown in Fig. 5.20(a), and using channels with b = 48, b = 100 and ¢ ~ 4. Results
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Figure 5.20: (a) Simulation data points in the (Pe*,(Ca*)~!) plane indicating different ex-
perimental paths. d is defined as the distance of the points from the Meniscus-Thin Film
threshold. (b) Normalised curvature of the leading interface in the x-z plane, be/R,, as a
function of Ca for the experimental paths shown in (a). (c) Normalised curvature be/ R, as a
function of the distance d from the Meniscus-Thin Film threshold in the (Pe*, (Ca*)™!) plane.
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for the normalised curvature along different paths do not collapse on a single curve when plotted
as a function of Ca, as shown in Fig. 5.20(b). This is expected since the penetration process
in the x-z plane is governed by the interplay of both scaled capillary and Péclet numbers and
we expect this to apply to the curvature of the leading interface as well.

However, it would be reasonable to make the assumption that the curvature of the interface
at z=b/2 should be a function of the distance d from the Meniscus-Thin Film threshold given
by Pe* = ¢(Ca*)~! 46 (see Fig. 5.20(a)). Negative distance d denotes points in the Meniscus
regime. To investigate this assumption we examined the systems with different values of
Pe*(Ca*)~! shown in Fig. 5.20(b). Fig. 5.20(c) shows a plot of our results for the normalised
curvature bes /R, in the x-z plane versus d. The results indicate an advancing interface with zero
curvature at a distance d ~ —4.5. Then at approximately d ~ —1.5 there is a sudden increase
in the magnitude of bes/ R, .This is because the advancing interface is close to penetrating in
the x-z plane, which results in a sharp decrease of the interface radius of curvature. After
breaking through in the x-z plane (d > 0) the curvature reaches a value be/R ~ 14 for large
d, i.e. large Ca* and Pe*. We note, however, that the estimate for d can not be precise due to

the fact that the Meniscus-Thin Film threshold is itself not calculated exactly.

5.3.4 Impact of wetting on the Saffman-Taylor instability

The behaviour of the interface in the x-z plane has turned out to be surprisingly rich for the
case of complete wetting. The interface slides over a pre-formed wetting layer maintaining a
convex meniscus shape and much higher velocities are needed to breakthrough in the x-z plane
than for neutral wetting, meaning that fingering in the x-z plane is strongly suppressed. An
interesting question then arises: “What are the implications, if any, of the penetration process

in the x-z plane on the fingering process in the x-y plane, the Saffman-Taylor fingering?”

5.3.4.1 Impact of wetting on the onset of the Saffman-Taylor instability

We shall examine here how the onset of fingering in the transverse direction, or x-z plane,
affects the onset of fingering in the lateral direction, or x-y plane. In order to do this, we need
to consider the linear stability of the interface in the x-y plane, i.e. the plane of the Saffman-

Taylor instability. We have already seen, in section 2.4, that the linear stability analysis for
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the two-dimensional case yields the universal dispersion relation
(k) = k(1 —k?), (5.21)

where k = wB'?k is the dimensionless wavenumber and @(k) = w(k)wBY?/rU are the
dimensionless frequencies.

We investigated the stability of the interface for a system of aspect ratio e = 0.24 and
viscosity contrast » = 0.36. We initialised the system in the same way as when studying the
penetration process in section 5.1.1, by letting the system relax until a meniscus was formed
in the x-z plane and then switching on the forcing term. In the x-y plane, an initially flat
interface was perturbed according to to a single-mode perturbation of wavelength A = w and
a small amplitude (*"P, defined as (*"P(t) = x4;(t) — Z(t), where x4, and = are the tip and
the mean position of the interface respectively. The amplitude of the interface as a function of
time was recorded for the initial stages of the flow and the amplification factor was extracted
from a linear fit of log (*™P(t) versus t.

One should, however, consider the role of the Péclet number that was omitted from the two-
dimensional analysis for the dispersion relation. In the dispersion relation, given by Eq. (5.21),
the critical dimensionless wavenumber separating the stable from the unstable modes is ker = 1,
or in terms of the absolute wavenumber k.. = 1/(wB'/?). This just depends on the channel
width w and Ca, which enters through 1/B. We have seen, though, that the structure of
the advancing interface in the x-z plane depends on the interplay between the scaled C'a*
and Pe*. The role of the Péclet number was not so apparent for partial wetting, but its
role for complete wetting is more evident and profound. To further investigate this, we ex-
plored the dispersion relation for systems with fixed diffusivity, or in more general for systems
for which Pe*(Ca*)™! = const. In particular, we ran simulations for two different values
of Pe*(Ca*)™! = 19.9 (Exp.path(I)) and Pe*(Ca*)~! = 398.0 (Exp.path(II)). These two
experimental paths are depicted in Fig. 5.21.

Fig. 5.22 reveals that the dispersion relation indeed depends on Pe*. Results for the two
different values of Pe*(Ca*)~! are described by different dispersion relations. For low values
of Pe*(Ca*)~! (Exp.path(I)), i.e. for systems with a diffuse interface, such as colloid-polymer

mixtures, the critical wavenumber ke, ~ 0.7 indicating that the critical modified capillary
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Figure 5.21: Investigating the dispersion relation for complete wetting regime and r = 0.36.
Simulations were run for two different values of Pe*(Ca*)~! = 19.9 (Exp.path(I) - dash green
line) and Pe*(Ca*)~! = 398.0 (Exp.path(IT) - solid yellow line). Red circles denote results
with a positive growth rate @, and blue squares results with a negative growth rate. The solid
black line corresponds to the onset of fingering in the x-z direction (the threshold between the
Meniscus to Thin Film regime), while the dash-dotted line indicates an advancing interface

with zero curvature k. Saffman-Taylor fingering commences in the region between these lines,
where the interface in the x-z plane is positively curved (k > 0).

number 1/B,, (or Ca,,) for the onset of Saffman-Taylor fingering is shifted to higher values.
For Exp.path(IT) the critical wavenumber increases to k. ~ 0.85, but it is still smaller than
the classical solution for the Hele-Shaw cell, k. = 1.0. Another interesting feature seen in
Fig. 5.22 is that the growth rate for the complete wetting case is much smaller than the one
predicted from the classical two-dimensional analysis.

This effect should be attributed to the interface structure in the third, hitherto neglected,
dimension, since at a given k and, therefore, at fixed Ca for a given system, one can obtain
positive or negative growth rate @, for a perturbed interface, depending on the value of Pe*.
This is evident from Fig. 5.21, where we plot our results in the (Pe*, (Ca*)~!) plane. Results
with positive growth rate & > 0, which would lead to Saffman-Taylor fingering, are denoted
with red circles, while results with negative growth rate & < 0 with blue squares. We also plot

the line of points with zero curvature. The onset of Saffman-Taylor fingering is in the regime
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Figure 5.22: Dispersion relation for the complete wetting regime for a system of aspect ratio e =
0.24 and viscosity contrast r = 0.36. Results are for two different values of Pe*(Ca*)~! = 19.9
(Exp.path(I)) and Pe*(Ca*)~! = 398.0 (Exp.path(IT)), which correspond to the experimental
paths shown in Fig. 5.21.

where the interface in the x-z plane is positively curved. So, in conclusion, we have shown,
for the first time, that by controlling the interface shape in the x-z plane, we can achieve
suppression of the Saffman-Taylor fingering in the x-y plane.

The interface shape in the x-z plane can also be varied by means of the wetting boundary
conditions. Fig. 5.23 shows the evolution of a perturbation for two simulations with complete
(M) and neutral wetting (OJ) under otherwise identical conditions. For the case of complete
wetting Ca is, in fact, a little higher — Ca®® = 0.57 compared to Ca™*" = (.48 — due to the
wetting layer of the less viscous fluid - and, therefore, k is smaller for the complete wetting
case — k¢t = .79 compared to k™" = 0.86. However, despite this, fingering is suppressed
for the case of complete wetting.

Our findings from the numerical study of the Saffman-Taylor instability are qualitatively
supported by the experiments with colloid-polymer mixtures in microchannels. Experiments
varying viscosity contrast r (exp.I and exp.IT) demonstrated that the onset of Saffman-Taylor
fingering in the x-y plane is indeed dependent on the x-z interface structure. The experimental
results in Fig. 5.24 show that Saffman-Taylor fingers are seen at a lower 1/B for r ~ 0.36 than
r ~ 0.84. More precisely, for r ~ 0.36 and € = 0.15, fingering in the x-y plane commences at

1/B ~ 150 (Ca ~ 0.3), which corresponds to k ~ 0.5. For a viscosity contrast of r ~ 0.84 the
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Figure 5.23: Amplitude of an imposed perturbation A(t) as a function of time for complete
wetting (M) and neutral wetting (OJ - 90° contact angle) under otherwise identical conditions.
Aspect ratio of the cell is € = 0.24 (b = 48, w = 200) and viscosity contrast r = 0.36.
Saffman-Taylor fingering is clearly suppressed for the case of complete wetting.

onset of fingering is shifted to 1/B ~ 3500 (e = 0.11, Ca ~ 3.5, k ~ 0.1), in agreement with
the observation from simulations that changing the curvature in the x-z plane and hence the
onset of fingering becomes harder. Fingering in the x-z plane is suppressed with increasing
viscosity contrast r, which in turn suppresses fingering in the x-y plane, i.e. the Saffman
Taylor fingering. This underlines the importance of the hitherto neglected third dimension in
the viscous fingering problem.

Limitations in simulation time, however, mean that it is not possible to reach physical
system sizes for a direct comparison of finger widths Ay and critical wavenumbers ker to
experiments. Note that we investigated the dispersion relation for systems with aspect ratio e =
0.24 and r = 0.36, compared to € = 0.06 —0.15 in experiments with the same viscosity contrast.
In order to study numerically systems with the same aspect ratios as the experiments, we will
have to resort to channels with larger widths w, which however would be computationally too
expensive. Nevertheless, lattice Boltzmann simulations proved a valuable tool in examining the
viscous fingering problem in the complete wetting regime and demonstrating the importance

of the interface structure in the x-z plane on the onset of Saffman-Taylor fingering.
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Figure 5.24: Relative finger width A; as a function of the classical parameter 1/B for ex-
periments with colloid-polymer mixtures. The onset of Saffman-Taylor fingering is shifted to
higher values of 1/B, and consequently Ca, with increasing the viscosity contrast, in line with
lattice Boltzmann observations. Fingering in the x-z plane is suppressed with increasing r.
This in turn suppresses fingering in the x-y plane, underlining the importance of the hitherto
neglected third dimension in the viscous fingering instability.

5.4 Summary

In this chapter, we examined the Saffman-Taylor instability in the complete wetting regime,
characterised by vanishing contact angles (6., = 0°) and thick wetting layers.

We initially studied the forced displacement of the fluid-fluid interface in the x-z plane.
As in the neutral wetting case, two possible interface configurations were distinguished: one
in which the interface is advancing as a meniscus and one in which a finger is formed. The
mechanism for the penetration process in the x-z plane is again given by the interplay of viscous
stresses, surface tension, diffusion and advection. Therefore, the relevant control parameters
for fingering in the x-z plane are scaled capillary and Péclet numbers. For high values of C'a*
and Pe* the advancing interface breaks through in the third dimension. Fingering in the x-z
plane is, however, strongly suppressed compared to the neutral wetting case, due to the wetting
properties that induce a concave meniscus profile and a wetting layer covering the substrate.
Moreover, the onset of the penetration is strongly dependent on the viscosity contrast ratio r.

Our findings from lattice Boltzmann simulations are qualitatively supported by experiments

with colloid-polymer mixtures in microchannels. Experiments varying the viscosity contrast
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demonstrated that, as the difference in the viscosity of the two fluids increases, the fingering
process in the x-z plane is even more strongly suppressed. Much higher capillary numbers are
needed for the advancing interface to change the curvature of the meniscus and to induce the
formation of a finger in the x-z plane.

Examining the penetrating finger in the x-z plane, revealed that the relevant control pa-
rameters describing the relative finger width Ay remain the same as in the situation where the
displaced fluid completely wets the substrate. These are the capillary number [39,40,42,43] and
the viscosity contrast ratio r of the fluids [14]. However, much wider fingers were observed for
high viscosity contrasts r, both numerically and experimentally, in the complete wetting case,
which should be attributed to the presence of the wetting layer. Furthermore, the tendency of
decreasing finger widths A, with decreasing viscosity contrast was also verified.

Finally, simulations and experiments revealed that the interface shape in the x-z plane has
important consequences for the Saffman-Taylor instability itself. The resulting concavity of
the interface not only suppresses finger formation in the x-z plane, but this in turn suppresses
the onset of viscous fingering in the x-y plane. For the first time we report suppression of the
Saffman-Taylor instability by controlling the shape of the interface in the transverse direction
or x-z plane, demonstrating the importance of the hitherto neglected third dimension on the
viscous fingering problem. These results may be further exploited in enhanced oil recovery [65],
where the wettability of the displacing fluid (water and surfactants) can be tuned to displace

the oil most effectively.



Chapter 6

The Physics of Liquid Crystals

This chapter gives a brief introduction to liquid crystals and is organised as follows: In section
6.1 we present the basic liquid crystalline phases, which include the nematic, smectic and
cholesteric phases. Important aspects of liquid crystals, such as the elastic deformation modes,
topological defects and the order parameter for liquid crystal systems are discussed in sections
6.1.1 - 6.1.3. The phenomenological Landau - de Gennes description of liquid crystals is then
reviewed in section 6.2. This will be the theoretical framework that we shall use in Chapter 7
to study nematic liquid crystals confined in wedge-structured channels. The dynamics of liquid
crystals are presented in section 6.3 and, finally, in section 6.4 we elaborate on the modeling

aspects we shall use in the subsequent chapter.

6.1 Liquid crystals - Introduction

Liquid crystals are a state of matter that do not fit into the traditional classification of materials
as solids, liquids and gases. As their name implies, liquid crystals are substances that exhibit
properties between those of a conventional fluid and those of a solid crystal. As stated by de

¢

Gennes [2], a more appropriate name might be “mesomorphic phases”, from the Greek word
“uéom pwopdn”, meaning intermediate form. While liquid crystals can flow like liquids, their
molecules can be oriented in a crystal-like way and possess features that are characteristics of
solid crystals, like elasticity or certain optical properties, e.g. birefringence [2,66,67].

Liquid crystals consist of strongly anisotropic molecules, either elongated rod-like molecules

(calamitic) or disc-like molecules (discotic liquid crystals) [2,68,69]. At high temperatures or

101
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low densities the molecules are distributed in a random way and form an isotropic liquid. At
low temperatures or high densities the molecules adopt an ordered structure as in solid crystals.
In the intermediate regime, however, molecules show long-range correlations with respect to
the orientation of their molecular axes, and possess no long-range correlations with respect to

their positions. These are the liquid crystal phases.

=
n \
_____________ 2| pl2
@ v
(a) (b) (© (d)

Figure 6.1: Schematic illustrations of liquid crystal phases consisting of elongated molecules:
(a) nematic, (b) smectic A, (c¢) smectic C and (d) cholesteric.

There are a variety of liquid crystal phases. The simplest one, shown in Fig. 6.1(a), is a
nematic liquid crystal, in which the molecules are oriented roughly parallel to each other. The
average orientation of the nematic molecules, at a given position r and time t, is described by
a unit vector, the director n(r,t), with orientations n and —n being equivalent. More precisely,
the director is given as the ensemble average of molecular orientations within a given volume
segment or, due to ergodicity, as the time average of a single molecule orientation at a given
position. The word nematic comes from the Greek word “vrjua”, meaning thread, from the
thread-like textures seen in nematic liquid crystals. These correspond to lines of singularity in
the director field, called topological defects or disclinations.

Smectic phases are more ordered than the nematic liquid crystals and, therefore, are found
at lower temperatures than that at which the same material would exhibit a nematic phase.
In these phases, molecules are arranged in layers. The most common types are smectic A
and smectic C. In the smectic A phase the molecules are aligned, on average, along the layer
normal, while in the smectic C phase the molecules are tilted within each layer, as shown in
Figs. 6.1(b) and 6.1(c). The interlayer spacing can be measured by X-ray scattering.

Finally, cholesteric liquid crystals are a type of chiral liquid crystal, that has a helical
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structure as shown in Fig. 6.1(d). The molecules organise in layers with a preferred, in plane,
director orientation n within each layer. The director rotates while moving along the helical
axis. The distance over which the nematic director repeats itself is called the cholesteric pitch
p. Due to n and —n being equivalent the period of this variation is in fact p/2. An interesting
property of cholesterics is that, due to their periodic structure, they show Bragg reflections
at optical wavelengths. Their pitch and hence the wavelength of the Bragg-reflected light
depends on temperature, resulting in a change in the colour of the material with variations of
temperature. This leads to a number of applications, like fever thermometers, battery testers,
detection of hot points in microcircuits, localization of fractures and tumours in humans and

conversion of infrared images [70, 71].

6.1.1 Elastic distortions

In a nematic liquid crystal the director field n, which gives the mean orientation of the
molecules, prefers to be uniform in the absence of any external influences, such as forces,
fields or boundary conditions that impose a certain configuration. Therefore, there is an elas-
tic free energy density cost associated with elastic distortions, which involve gradients of the
director field Vn. There are three different, independent elastic deformation modes to second
order in n, known as splay, twist and bend [2,66,67] and shown in Fig. 6.2. These elastic

distortions correspond to the following terms being non-zero:

(V-n) splay , (6.1)
n-(Vxn) twist | (6.2)
nx (V xn) bend . (6.3)

Figure 6.2: Schematic illustration of the three elastic distortions in a nematic liquid crystal:
(a) splay, (b) twist and (c¢) bend.
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Then the elastic free energy density associated with the three elastic distortions is given,
in the standard Frank-Oseen form [72], by

fI?O:%(V.H)Q_F%[n-(Vxn)]Q—l-%[nx(Vxn)]2a (6.4)

e

where K1, Ko and K3 are elastic constants penalising splay, twist and bend distortions respec-
tively. For the case of a cholesteric liquid crystal, the twist is supplemented by a term that
provides information about the chirality ¢., and the pitch size p, giving %[n (V x n) +q)%
Then the state of minimum energy is the one for which n - (V x n) = —q.p, where g, = 7/p.

It is easily verified that the director field n = (cos(gcn2), sin(gen2), 0) satisfies this relation.

6.1.2 Disclinations

There are many situations where the nematic liquid crystal cannot adopt a configuration of
uniform director field. Example are when boundary conditions or external fields impose a
certain configuration. It is then possible to obtain singularities in the director field, where
the director varies discontinuously with position and cannot be defined. Fig. 6.3(a) shows
a schematic illustration of the director fields around singular points, called disclinations or
defects [2, 72|, encountered in nematic liquid crystals. Four essential types of disclinations
can be classified, based on the director field in the vicinity of the disclination, which are
characterised by their topological strength s. The strength of the disclination shows how many
times the director rotates by 27 on the closed loop around the defect core. For the disclinations
with s = £1, the director rotates by 2m, while for s = +1/2 it rotates by 7. Disclinations can
be either lines or points. It is found that disclinations with s = +1/2 are always associated
with a line, while disclinations with s = £1 can be either lines or point disclinations [2]. When
the material is viewed under crossed polarizers, disclinations give rise to the Schlieren textures
of Fig. 6.3(b). The points where four brushes meet correspond to disclinations with s = +1,

while the ones where two brushes meet correspond to disclinations with s = +1/2.

6.1.3 Order parameter

In an isotropic liquid, averaging over all molecular orientations results in zero alignment. On

the contrary, in a nematic liquid crystal averaging over all molecular orientations gives a non-
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(a) (b)

Figure 6.3: (a) Schematic illustration of two-dimensional topological defects and the director
fields around them for different topological strengths s. (b) Schlieren texture in a nematic
liquid crystal. Image from [73].

zero preferred orientation, which defines the director n. We need to specify the degree of
ordering in a liquid crystal, i.e. quantify to what extent the individual molecular orientations
are aligned with the averaged director field n.

Define a unit vector m describing the orientation of a single molecule as shown in Fig. 6.4(a).
Then 6 is the angle between m and n and f(#)! is the probability distribution describing the
state of alignment. f(6)d2 gives the probability of finding a molecule in a small angle around
the direction (6,¢). Since the director orientations n and -n are indistinguishable, f(6) has
to be periodic and symmetric around 6 = 7/2, i.e. f(0) = f(0 + 7). A typical distribution
function f(@) is shown in Fig. 6.4(b).

Then one way of quantifying the degree of ordering would be through the average of the

!The molecules are assumed to have complete cylindrical symmetry about m, hence there is no dependence

on ¢.
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Figure 6.4: (a) Schematic illustration of rodlike molecules in a nematic liquid crystal. The

average alignment is described by the director n, which is here taken to be along the z axis.
(b) A typical distribution function f(6) of the molecular orientations in a nematic liquid crystal.

component of m along n
<m-n>=<cosf >= /f(@) cos @ dQ) = 277/ f(0) cosfsinf db . (6.5)
0

However, this gives zero, since the integrand is an antisymmetric function in the interval
0 <0 <. So we have to resort to higher multipoles. The first one to give a non-trivial answer

is the average of the second Legendre polynomial, P,(cos6),

q =< Py(cosh) > = %<3cos29—1>
= ;/f(@) (300820—1) s
1 ™
= 2(27r)/0 f(9) (300529—1) sinf df . (6.6)

When there is perfect alignment of all molecular orientations m with n, f(#) is strongly peaked
around § = 0 and § = 7w and ¢ = 1. On the other hand, if all molecules lie perpendicular to
n, §# = 7/2 and ¢ = —1/2. Finally in the case when molecules are randomly oriented as in
an isotropic fluid, then f(#) = 1/(47) and Eq. (6.6) gives ¢ = 0. Thus ¢, which is called the

nematic degree of order, describes the degree of alignment in a liquid crystal.
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A liquid crystal requires a tensorial 3x3 order parameter Q in order to fully describe all of
its orientational degrees of freedom: two angles for the director field n, one angle describing
the possible biaxial ordering with respect to the director n, the nematic degree of order ¢ and

the degree of biaxiality B. This order parameter is defined as [2]

B
Qap = g (3nang — dap) + 5 (e&l)eg) - e@e?) . (6.7)

By definition Q is symmetric and traceless

Qaﬁ = Qﬁa ) Qaa =0. (6.8)

It is always possible to find a coordinate system in which the tensor order parameter is diagonal

Q = diag (¢, —(¢+ B)/2,—(¢ — B)/2), (6.9)

where its largest eigenvalue is the nematic degree of order ¢ and the corresponding eigenvector
the director n. B = 0 in the case of a uniazial nematic, while for B # 0 the tensor is biaxial.
e e® in Eq. (6.7) are the eigenvectors that correspond to the other two eigenvalues with

e? =n x e, Finally, we note that for an isotropic fluid Q = 0.

6.2 Landau-de Gennes modelling

6.2.1 Nematic-Isotropic transition

The nematic-isotropic transition was first described, within the spirit of Landau theories, by de
Gennes [2]. The bulk free energy density is expanded in terms of the invariants of the nematic
order parameter tensor, Eq. (6.7). The simplest expression, with minimum number of terms

to describe the isotropic-nematic transition for a uniaxial nematic, is [2]

fo=3A41(T) QupQpa — 3A2(T) QupQprQrya + 2 A5(T) (QupQpa)” (6.10)

where the A’s are material parameters that in general depend on the temperature 7. For

lyotropic liquid crystals these coefficients also depend on the concentration of the liquid crystal
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molecules.

There is no linear invariant in Eq. (6.10) since Qno = 0. Eq. (6.10) ensures that Q = 0,
i.e. an isotropic fluid, can be a state of minimum energy, while the presence of a non-vanishing
cubic term ensures that the nematic-isotropic transition is of first order. Experimentally,
discontinuities, although small, have been observed in the density and specific heat at the
transition [2].

A possible choice for the coefficients in Eq. (6.10) is A1 = Ao(1 —v/3), Aa = A3z = Ay,
where Ay is a constant and + is related to the temperature or concentration. Then Eq. (6.10)
becomes

1 Y

fo= 40| 5(1 = D@25 — 3Qas@s,Qna + (@260 - (6.11)

By assuming uniaxial ordering, Eq. (6.7) simplifies to Qag = ¢ (3nang — dap) /2, and the

invariants of the order parameter in Eqgs. (6.10) and (6.11) read as

QaﬁQBa = 3(]2/2 ) QaﬁQﬁ'vaa = 3(]3/4 . (6'12)

The bulk free energy density is then rewritten in terms of the nematic degree of order ¢

_ S1_M\,2_ X3, 9 4
fb—AO[4<1 3)(1 AT (6.13)

Fig. 6.5(a) shows the Landau-de Gennes free energy density as a function of the nematic degree
of order ¢ for different values of . The inset shows that the free energy exhibits two minima of
equal depths at the value v = 2.7, which sets the location of the first order nematic-isotropic
transition.

Minimising Eq. (6.13) with respect to ¢ gives

O fp 3 AN T
9 0 oq[2 3 TR (6.14)
with solutions
1 1 8
=0 =4 /1 - — 6.15
¢=0, g¢= =5 37 (6.15)

shown in Fig. 6.5(b). It is easily seen that the order parameter ¢ is discontinuous at the

transition value of v = 2.7, since the system jumps from the isotropic branch (¢ = 0) to the
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nematic branch with ¢ > 0.
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Figure 6.5: (a) The bulk free energy density Eq. (6.13) as a function of the nematic degree of
order ¢ for different values of v and Ag = 1. (b) Nematic degree of order ¢ as a function of ~.
The solid (dashed) line corresponds to the stable (unstable) solutions Eq. (6.15).

Now it is easy to interpret the role of the three terms in the Landau-de Gennes free energy
density, Eq. (6.11). The first term drives the nematic-isotropic transition, the second one
ensures that the transition is of first order, while the last term ensures that the free energy is

bounded from below.

6.2.2 Elastic distortions

We have seen that the bulk free energy density describing a liquid crystal system has to be
supplemented by a part, which penalises elastic distortions. Again, the elastic free energy den-
sity is constructed phenomenologically, now from the invariants of the tensor order parameter
Q [74]

fu = 10000+ T (00Qa) (05Q3) + 2 Qup(0aQ1)(05@r) . (6.16)

where the L's are elastic constants that depend on the material temperature and concentration.
Eq. (6.16) contains two terms with gradients of the order parameter Q up to second order and
one term with both the order parameter and quadratic gradient terms. This choice was shown
to yield the correct behaviour for the temperature dependence of the elastic coefficients and
is sufficient to match the Frank elastic constants for the three elastic modes, splay, bend and

twist [74].
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Eq. (6.16) can be mapped to the standard Frank-Oseen expression, Eq. (6.4), where the
elastic free energy is written in terms of the director field n. In order to do this Eq. (6.4) is

rewritten as [75]

75O = K (@) 0m;)
+%K2 [(0jmi) (9jmi) — (9imi) (Ojmj) — ning (Oiny) (Ojny)]
+%K3nmj (&nk) (Gjnk) . (6'17)

Using the definition of a uniaxial tensor order parameter, Q;; = ¢ (3n;n; — d;;) /2, the three

terms in Eq. (6.16) can be expressed in terms of the director field n

9q2
(0rQij) (OrQij) 3 (Okmni) (Oxmi) , (6.18)
2
O:Q)(O6Qux) = - [(0ym5) (D) + e (Bym) (un)] (619)
3
Qij ((%le)(@]le) = qZ [27nmj (827”%) (@nk) -9 (827”%) (&nk)] . (6.20)

Inserting Eqs. (6.18)-(6.20) into Eq. (6.16) and comparing with Eq. (6.17) yields the following

relations between the elastic constants [74]

9¢>

K1 = T(le + Ly —qLs3) ,
9 2

Ky = %(2L1 —qLs),
9q2

In order to simplify calculations and study the qualitative behaviour of a nematic liquid
crystal, it is sometimes useful to make the approximation that all elastic constants are equal,
K = Ky = K3 = K, known as the one elastic constant approximation. In this case the elastic

free energy Eq. (6.16) reduces to
L
fa = 5(8046267)2 ) (6‘22)

and it is easily seen that
9¢>
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6.3 Hydrodynamics - Equations of motion

Having reviewed the equilibrium properties of a nematic liquid crystal within a Landau-de
Gennes framework, we now turn our attention to the dynamics of liquid crystals. One of
the most interesting features of liquid crystals is that they can flow. Moreover, the delicate
coupling of the liquid crystal orientation to the fluid flow leads to a plethora of interesting new
phenomena [2,76]. Flow in general can rotate the liquid crystal molecules, due to their rodlike
shape, and affects their alignment. Conversely, disturbances in the orientation of the molecules
can induce flow, since the system will attempt to realign. This effect is known as backflow.

The hydrodynamics of nematic liquid crystals was first formulated by Ericksen and Leslie
[76]. The equations of motion, known as the Ericksen-Leslie formulation of nematodynamics,
are based on the director field n. They are, however, valid only for the case of constant nematic
degree of order gq. Therefore we can not use this formulation to study systems with defects or
close to a phase transition, where ¢ varies.

In these situations, therefore, it is favorable to use the formulation based on the Q tensor,
developed by Edwards, Beris and Grmela [75,77]. The dynamics of the order parameter Q is
described by the equation [75,77]

(8t + uq0q)Q — S(W, Q) =I'yH, (6.24)
where Iy is a collective rotational diffusion constant and
1 1 1
S(W,Q) = (D +9)(Q+31) + (Q+ 316D — 2) ~ 26.(Q + ;DTHQW).  (6.25)

D= 3(W+WT) and © = L (W — WT) are the symmetric and antisymmetric part of the
velocity gradient tensor W,z = 0Jgu, respectively, while . is a constant related with the
molecular details of a given liquid crystal.

Eq. (6.24) describes how the order parameter is advected by the flow, but also, due to
the elongated shape of the molecules, rotated and stretched by velocity gradients. The right
hand side describes how Q relaxes towards the minimum of the free energy according to the

molecular field

H=——" +-ITr(~—=). (6.26)
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The fluid obeys both the continuity and the Navier-Stokes equation

p(0 + ug0g)ua = 080ap + 08Taps + 103(0aus + 0gua) , (6.27)

where p, n are the fluid density and an isotropic viscosity respectively. Eq. (6.27) is of similar
form to a simple fluid, but with the stress tensor, II,3 = 0,3+743, now reflecting the additional
complications of liquid crystal hydrodynamics. II,g is comprised of a symmetric, 0,4, and an

antisymmetric, 7,3, part

1
oo = —Podap + 2§, <Qa,8 + 35aﬁ> Q~eHoe
1 1
_gchav <Q’yﬁ + 357B> - €lc <Qa'y + 35a7> nyﬁ
OF
_aon Vea 0 6.28
" 595Qyw (6.28)
TaB — Qo«waﬁ - Han'yB ) (629)

where Py = pT — %(8,16237)2 is the isotropic pressure.

6.4 Modeling liquid crystal systems

6.4.1 Hybrid lattice Boltzmann method

We shall use a hybrid lattice Boltzmann method to numerically study liquid crystal systems
confined in sawtoothed geometries in Chapter 7. In particular, we solve the Navier-Stokes
equation, Eq. (6.27), using a D3Q19 lattice Boltzmann algorithm and the evolution equation
for the Q tensor, Eq. (6.24), using a finite difference predictor-corrector scheme to reduce the
computational memory requirements.

Starting from the evolution of the Q tensor, Eq. (6.24), we need to construct first the

Landau-de Gennes free energy of the system, as explained in section 6.2, by combining the
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bulk term, Eq. (6.11), and the elastic contribution, Eq. (6.16),

FLdG  — /V(berfel)dVJr/wadS

1
= /V (AO [2(1 - %) 24,8 - %QaﬁQﬁva + %( iﬁ)ﬂ

Loy

L L
+71(aaQB'y)2 + ?(aaQav)(aﬁQﬁv) + ;Qaﬁ(aaQ’ye)(aﬁQ’ye)> dv

+ /S fudS . (6.30)

The last term (surface integral) accounts for the interactions of liquid crystal molecules with
solid surfaces. Walls can impose different ordering of the liquid crystal at the boundaries to
the ordering in the bulk. This is often referred to as anchoring of the director on the walls.

Here, we model this by using a Rapini-Papoular-like surface free energy density [78]

fw=W(Qas — Qap)*, (6.31)

where W denotes the uniform anchoring strength and Qgﬁ = q(3ngn% — d4p3)/2 corresponds
to the preferred director orientation n® imposed by the walls.

The molecular field, Eq. (6.26), necessary to integrate Eq. (6.24), is then given by

(Hb)ocﬂ = —4 |:(1 - %)Qaﬁ - ’YQOl,U«QM,B + VQaﬁQuuQu,u:|
_%AOVQ;WQVM(;@B ) (6.32&)
(Hel)aﬁ = Llaya'yroB

+%L2 [858“7@&7 + aaa'yQﬂv - %5a6 aeanev]
+L3 |: - %80662"/6 aﬁQve + a’yQ'ye aeQaﬁ + Qve 878662046
_%&xﬁ (aHQ'ye)Q] ) (6'32b)

(Huw)ap = —W(Qap — 35)- (6.32c)

In the case of planar degenerate anchoring, which refers to the common alignment of the

molecules along any direction parallel to the solid surface [2] we use the free energy density
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proposed by Fournier and Galatola [79]
fur = Wi (Qas = Qap)* + W3 (QupQas — §b)*, (6.33)
where Wld 9 Wzd “ denote degenerate anchoring strengths and
Qap = Qap + 36000p ,  Qup = PanQuePep s Pap = Sap — Vavs - (6.34)

P,z is a surface projection operator and v is a unit vector normal to the surface. The first
term in Eq. (6.33) penalises deviations of Qag from its projection on the substrate Qjﬁ.The
second term in Eq. (6.33) penalises deviations from the preferred nematic order, which we take
here to be equal to the equilibrium nematic degree of order in the bulk gg. The molecular field,
analogous to Eq. (6.32c¢), is then evaluated using Eq. (6.26).

Once the molecular field is known, the evolution equation of the Q tensor, Eq. (6.24), is

solved by a predictor-corrector scheme. We rewrite Eq. (6.24) as
9Q = —uadaQ +S(W,Q) + I'yH = f(in, Q) . (6.35)

The algorithm we use proceeds in two steps:

Prediction step: Q(al[;,tn—i-At = Qapt, + At f(tn, Qapitn)s (6.36a)
Correction step: Qg[;,thrAt = Qapt, + At f(tn, Qt(llﬂ),tn+At>’ (6.36b)

with the solution for the order parameter at time t = ¢, + At , Qagt,+4t given by

1 2
Qe = 5 | @0 pene ngﬁ),tn-&-At] : (6.37)

1
2

We then solve the continuity and Navier-Stokes equation, Eq. (6.27) using a lattice Boltz-
mann algorithm. The evolution equation of the lattice distribution functions, Eq. (3.15), is

modified to account for the additional contributions to the pressure tensor due to the liquid

crystal system as

1
filr + e ALt + AL) = fi(r,t) — —[fi(r,t) — £, 1)) + AtFy + Atp) + Atpl? | (6.38)
Tf

(2
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where the terms pz(»l)7 pl@) are related to 0,4, Eq. (6.28), and 7,3, Eq. (6.29). By performing

a Chapman-Enskog expansion [33] on Eq. (6.38) we evaluate the moments of pgl), p§2) so that

the Navier-Stokes equation, Eq. (6.27), is recovered
18 18 18
1 1 1
SopU =0, Y pNeia=05005 Db eiatis = uady0s, +usdi00y,  (6.39)
i=0 i=0 i=0

18 18 18
Sor? =0, Y pPea=0ms Y peiacis = uadyTey + 10Ty, (6.39)
=0 =0 =0

The fluid velocity u is given by

Plg = i fi€ia + % [Fo + 080ap + 057Tap] At. (6.40)
i=0
Taking into account the constraints Eq. (6.39) for pgl) and pl@) we can define the pressure
terms as a power series in the velocity
pgl) =3 (eiaaﬂgaﬁ + % [eiaezﬂ - §5a6} (uayop3y + uﬂavaa'y)) ) (6.41a)
P = % (iadsmas + 35 |Cintis — 50ap] (tadyToy +UsdrTar) ) (6.41b)

with the coefficients w; as listed in Chapter 3, section 3.3.1.

The difference between the hybrid algorithm and the usual lattice Boltzmann method for
modeling liquid crystal hydrodynamics [80,81] is that the input for the equilibrium distribution
functions f;? does not depend on Q and that both terms in the pressure tensor, 0,3, Eq. (6.28),

and 7,3, Eq. (6.29) enter as forcing terms in Eq. (6.38).

6.4.2 Boundary conditions

Minimising the free energy functional of the nematic liquid crystal, Eq. (6.30), and assuming
the one elastic constant approximation, leads to an equilibrium boundary condition for the Q

tensor at a surface

0Qi; O fw

L
By Vi +

50 = 0. (6.42)

Numerically, we use the value of the derivative of the Q tensor on the substrate to fill the solid

nodes neighbouring the boundary, in a similar way to that described in Chapter 3, section 3.4,



6.4. Modeling liquid crystal systems 116

for the concentration field.
An alternative way of treating the solid nodes located next to the fluid nodes, that we shall
use in Chapter 7, is to treat the order parameter according to [82]

dQi;
dt

=Ty H;]Wf , (6.43)

where H isjurf is the appropriate molecular field for the surface nodes given by

0Qj , O fw

surf __
Hij =1L oxy K ({')Qij'

(6.44)

Eq. (6.43) is solved using a finite difference method to update the value of the @ tensor on the
solid nodes

Qijt+at = Qijt + Aty Hf;”f, (6.45)

}{syrf

At equilibrium the molecular field H;;"* is zero leading to the boundary condition Eq. (6.42).

6.4.3 Nematic correlation length {y and extrapolation length &,

Significant quantities when liquid crystal systems are studied numerically are the nematic
correlation length &y and the extrapolation length &. The former is important for systems
with defects, since &y sets the length-scale over which the nematic degree of order ¢ varies and,
therefore, determines roughly the size of a defect. Assuming a uniaxial nematic and spatial
variations of ¢ only, i.e. Vn =0 and Vq # 0, {y can be evaluated by minimising Eq. (6.30)
within the Euler-Lagrange formalism. Linearising the resulting Euler-Lagrange equation for
small spatial perturbations from equilibrium ¢(z;) = geq+Aq(x;), gives the nematic correlation

length & [82]

Ly +2Ly/3+ L3
En = i’ / — - (6.46)
AO [(1 - §) - ’}/QGq + §’quq]

The extrapolation length £; measures the relative importance of elasticity to surface an-
choring and is defined as [2, 82]
Eg = — . (6.47)

Hence, strong anchoring corresponds to the limit & — 0, while large extrapolation lengths

indicate weak surface anchoring.
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6.5 Summary

This chapter has given a brief introduction to liquid crystalline order. The main types of
liquid crystal phases were presented and basic aspects, like the elastic deformation modes and
topological defects were explained.

The equilibrium properties of a nematic liquid crystal and the nematic-isotropic transition
were described using a Landau-de Gennes free energy based on a tensor order parameter. This
free energy approach will be used in Chapter 7 to study nematic liquid crystals confined in
wedge-structured channels.

We also reviewed the hydrodynamic equations of motion of liquid crystal systems. These
are the time evolution of the tensor order parameter Eq. (6.24) and the Navier-Stokes equation
Eq. (6.27). They are complex and need to be solved numerically. To this end we define a hybrid

lattice Boltzmann algorithm.



Chapter 7

Liquid Crystals in Confinement

Packing of anisotropic particles can lead to interesting phenomena in fields ranging from biology
to engineering. In biological systems the organization of the cell is determined, among other
things, by the packing of fibril-like particles, the actin filaments, into functional structures
[83,84]. The plethora of liquid crystalline mesomorphic phases is another excellent example,
where packing leads to different phases with increasing concentration. Confinement effects add
to the complexity and enhance the richness of these phenomena, because the interactions of
the liquid crystal molecules with the solid boundaries may impose different ordering of the
molecules than in the bulk. This competition between surface anchoring and nematic ordering
can lead to novel, intricate structures. Many of the next generation liquid crystal display
devices exploit this interplay by using structured or patterned surfaces as an essential element
of their design. So, while most liquid crystal display devices used today are monostable,
i.e. have one stable state of minimum energy and require an applied field to maintain a
second optically contrasting state, patterned surfaces and confinement can be used to construct
bistable display devices, which exhibit two or more stable states [85-93]. The advantage gained
from introducing bistability is that power consumption is reduced, since power is only needed
to switch between the states but not to maintain them.

In this chapter we report work on colloidal, nematic liquid crystals in sawtoothed struc-
tured geometries. We investigate the dependence of the stable director configurations on the
confinement geometry. We start in section 7.1 by presenting experimental work using fd virus
particles in microchannels. The experiments were conducted by Oliver J. Dammone, a col-

league in the Physical and Theoretical Chemistry Laboratory in Oxford University, working
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under the supervision of Dr. Dirk G.A.L. Aarts, and were a primary motivation for this

research.

Main Channel hC

(@)

Wedge

(b)

Figure 7.1: (a) Schematic illustration of the channel geometry used for the study of nematic
liquid crystals in sawtoothed structured geometries. The channel is comprised of the main
channel with height h., and the wedge with height h,, and opening angle 6,,. (b) and (c)
Schematic illustrations of the possible configurations in a wedge. (b) Pure splay originating
from the tip of the wedge. (c) Bend configuration. This configuration includes both splay and
bend deformations.

Then in section 7.2 we present the numerical part of the study of liquid crystal systems con-
fined in channels with wedge-structured walls. Schematic illustration of the channel geometry
is shown in Fig. 7.1(a). In particular, we first examine, in section 7.2.2, only the wedge part of
the channel and investigate the dependence of the possible equilibrium configurations, bend or
splay, on the elastic constants. Our aim is to evaluate the threshold for transition from a splay
to bend configuration for various ratios of the elastic constants K;/K3. Analytical predictions
provide a way of testing the numerical predictions [93,94]. Subsequently, in section 7.2.3 we
investigate the dependence of the final equilibrium configurations on the complete channel ge-
ometry and, in particular, the main channel. We also consider other relevant parameters, such
as the nematic correlation length, anchoring strength and ratio of elastic constants.

For a splay configuration originating from the tip of the wedge, the presence of the main

channel, with a horizontal nematic configuration, inevitably leads to frustration of the director
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field and the formation of defects. These defects are not located only at the boundaries as,
for example, in previous work on bistable devices [85-87,91-93] or sawtoothed geometries [95],
but rather in the bulk of the wedge. We shall examine the relative position of the defect within
the wedge, as a function of the wedge opening angle 6,,, and its dependence on the channel
geometry, nematic correlation length, anchoring strength and ratio of elastic constants, in

sections 7.2.3.1-7.2.3 4.

7.1 Experiments in structured microchannels using fd virus

particles

(The experiments in this chapter were performed by Oliver J. Dammone in the lab of Dr. D.
Aarts in the Physical and Theoretical Chemistry Laboratory, University of Oxford.)

fd virus particles were used as a colloidal nematic liquid crystal. These have been shown
to provide an excellent model system for both static and dynamic behaviour [96-98] of liquid
crystal systems. The particles are monodisperse and have a contour length of 0.88 pwm and
diameter of 6.6 nm, which means that direct observation of the particles is feasible by optical
microscopy techniques. In order to do this 1% of the particles were fluorescently labeled. The
position and orientation of individual particles were then visualized in three dimensions by
means of laser scanning confocal microscopy (LSCM), as shown in Figs. 7.2(a) and 7.2(b).

This further enables the construction of the director field directly from single particle in-
formation. Image analysis software was used [99] to firstly identify each rod’s position and
orientation. Then, by subsequently averaging over typically ten images and binning the ori-
entation in small squares, such that each local orientation was constructed from at least 150
particles, an accurate average orientation could be obtained. Processed images with the con-
structed director fields are shown in Fig. 7.3(a).

The microfluidic channel geometry used is shown in Figs. 7.1(a) and 7.2(c). One of the walls
was structured with wedges with a range of opening angles. The depth of the channels was
b = 10um, which is smaller than the cholesteric pitch [100], and the confinement was ‘pseudo
2D’. This was confirmed by three dimensional LSCM scans. The other channel dimensions
were h, = 500pum and h,, = 750um or 1125um (see Fig. 7.2(c)).

The structured microfluidic channels were filled by capillary action. Directly before filling
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Figure 7.2: (a) and (b) Laser Scanning Confocal Microscopy images of the fd virus, showing
a splay (a) and a bend deformation (b). Scale bar is 25um. (c¢) Geometry of microfluidic
channel.

the channels were plasma cleaned, which changes the hydrophilicity of the channels and offers
a way to control the speed of filling. This enabled the initial conditions of the experiments to
be set by the coupling between the nematic director and flow [101]: low filling speeds created
an initial disordered configuration, while high filling speeds resulted in the rods immediately
adopting metastable bend deformations, which only slowly reached the equilibrium configura-
tion. The channels were slowly filled and, from a disordered configuration, the equilibrium was
reached within a couple of hours.

The diffusion of the particles close to the walls was followed using fluorescence microscopy
and it was observed that the particles pointed along the walls. This is indicative of degenerate,
planar, strong anchoring. No particles were seen sticking to the walls.

By varying the wedge opening angle 6, splay and bend configurations were observed.
Fig. 7.2(a) and 7.2(b) display confocal microscopy images of the fluorescently labeled rods
in the wedge, showing a splay and a bend deformation respectively. When the images were
analysed the director field was constructed, as shown in Fig. 7.3(a) for a range of wedge angles
0. Focusing on the tip of the wedge, up to a height ~ h,/3, virtually defect free splay
deformations were observed below 70° and bend deformations above 80°.

Fig. 7.3(b) shows results from lattice Boltzmann simulations, obtained using K; = K3,
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Figure 7.3: Director field in the wedge for varying wedge angle 6,, = 50° - 90°. (a) Director
fields from experiments calculated by averaging over 10 images. The length of the rods in-
dicate the degree of ordering. Scale bar is 50um. (b) Director field from lattice Boltzmann

simulations. In both cases the transition from a splay to a bend configuration occurs between
0, = 70° - 80°.

in close correspondence with the experiments. In the subsequent sections we will study the

director configurations in greater detail using lattice Boltzmann simulations.

7.2 Lattice Boltzmann simulations - Nematic in a Wedge

7.2.1 Simulation set-up

We consider a nematic liquid crystal, consisting of rod-like molecules, that is confined in a
wedge of opening angle 0, and height h,,, as shown in Fig. 7.1(a). The wedge is connected
by a main channel of height h.. Periodic boundary conditions are imposed in the x and y
directions. The possible configurations for the director field n in this geometry are: a) pure
splay originating from the tip of the wedge and b) a configuration that comprises both bend
and splay elastic deformations. Through the course of this chapter we will refer to the former
as the splay configuration and the latter as the bend configuration. Schematic illustrations of
these configurations are shown in Figs. 7.1(b) and 7.1(c).

Next, we briefly explain the parameter selection process. Table 7.1 summarises all the
parameters relevant to the simulations, as well as any quantities derived from these that will
be regularly used throughout the following sections. First of all, the simulation lattice spacing
Az is set to unity, while for stability reasons related with the finite difference method that we

use to solve the evolution of the Q tensor, the timestep At = 0.2. The density of the nematic
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Table 7.1: List of the parameters relevant to the simulations on nematic liquid crystals confined
in wedge structured geometries.

Description Symbol Dimension Typical Value
Wedge opening angle 0w Degrees 20° — 100°
Main channel height he Length 3—65
Wedge height B Length 100
Simulation lattice spacing Az Length 1.0
Simulation timestep At Time 0.2
Density of fluid p Mass/Volume 1.0
Frank elastic constants K;(i=1,2,3) Force 1072 —10°
Elastic constants Li(i=1,2,3) Force 1072 —-10!
Nematic degree of order q - 0.8
Reduced temperature/ ~vi(i=1,2,3) - v1 = 4.5, 72 = 5.0,
concentration v3 = 2.6
Free energy parameter Ap Energy/Volume 1072 - 107!
Nematic correlation length En Length 0.5—-1.0
Extrapolation length &s Length <1
Uniform Anchoring strength w Energy/Area 1071 —10°
Degenerate Anchoring strength W9 W Energy/Area 1071 —10°
Rotational diffusion coefficient Iy TimexLength / Mass 1.0
Isotropic pressure Py Mass / (Length x Time?) 1071

liquid crystal is fixed to p = 1. Then we choose the value for K, with typical values of order
K1 ~ 1072 — 10°. The value for K3 is set according to the desired ratio K /Ks3. Usually we
also set K1 = Ko, but this does not affect our results, since the bend splay transition depends
solely on the ratio K;/Kjs. Then using Eq. (6.21), that maps the Frank-Oseen elastic constants
(K's) to the ones within a Landau-de Gennes approximation (L's), we evaluate the appropriate
values for the L’s to be used in the simulations. To this end we also need the nematic degree
of order ¢, which we choose to be ¢ = 0.8 as in the experiments. In order to achieve this, we
choose the appropriate value for v in Eq. (6.11), or alternatively we can choose values 71, 2
and 73 for the square, cubic and quartic terms in Eq. (6.11) respectively. We mainly use the
values 71 = 4.5, 72 = 5.0 and 3 = 2.6. Then we fix the value for the nematic correlation length
&N, which sets the lengthscale for variations in the nematic degree of order ¢, and also sets the
size of the defect core. We choose this to be &5 = 0.5 and 1.0, which leads to a lengthscale
of ~ 4-TAx between the defect core and the bulk, where the bulk nematic degree of order
q = 0.8 is recovered. With the value of &y fixed, the value for the free energy parameter Aj in
Eq. (6.11) is determined using Eq. (6.46). Typical values for A9 ~ 1072 —10~!. The rotational

diffusion coeflicient is fixed to I'y = 1.0. This choice is arbitrary and does not affect the results



7.2. Lattice Boltzmann simulations - Nematic in a Wedge 124

presented in this chapter, since we are only interested in the final equilibrium configuration at
each wedge angle 6,,, and not how the system approaches equilibrium.

Finally, to represent the interactions of the liquid crystal molecules with the solid walls
we use strong planar anchoring for the majority of the simulations reported in this chapter,
mirroring the experimental situation. This is achieved by fixing the value of the Q tensor on
the solid nodes neighbouring the boundary, in the preferred orientation n® imposed by the solid
walls, according to Qa3 = qo (371371% - 5a5) /2, where the nematic degree of order ¢ is equal
to the nematic degree of order in the bulk. This effectively corresponds to setting the anchoring
strength W — oco. Nevertheless, we still need to assign a value for the anchoring strength W.
We use values such that the extrapolation length £, = K/W < 1, with typical values in the
range W ~ 10° — 10'. The same applies for the case of planar degenerate anchoring (anchoring
strengths Wldeg = W;eg) that we shall use in section 7.2.3.4. Note that, the limit of weak
anchoring does not present any significant interest, since in this limit the liquid crystal would
just adopt a uniform alignment configuration. Nevertheless we shall briefly examine the effect
of anchoring in section 7.2.3.3.

The preceding parameters are in simulation units, but can be straightforwardly related
to a set of physical units. First, we match the simulation system size to the liquid crystal
experimental system size. Second, we fix the isotropic pressure Py = p1' — %((%Qm)Q to a
physical value, which can be taken to be 1 atm. Third, the rotational viscosity 7" [2] is
related to the parameter I'yy via 77" = 2¢?/T'y. Once the mass, length and time-scales are

specified, all simulation parameters can be related to experimental quantities.

7.2.2 Elastic energy of the wedge

A nematic liquid crystal confined in the wedge-structured geometry, shown in Fig. 7.1(a), will
evolve towards the global minimum of the free energy. This, however, may not be the one
that corresponds to the minimum of the free energy of just the wedge region. Here, we first
examine the wedge part of the channel and evaluate the threshold of the transition from a
splay to bend configuration for various ratios of the elastic constants. This will enable us in
the subsequent sections to compare the effect of the whole geometry, main channel and wedge,
on the minimum free energy configuration and the splay-bend transition.

The director field n is restricted in the x-z plane, in which case the elastic free energy
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density associated with the system is
K K.
fo = 71 (V-n)?+ 73 (V xmn)? . (7.1)

By assuming a certain profile for the director field n for the two possible configurations in
the wedge, we can analytically evaluate the elastic free energy associated with each one. For

the splay configuration (see Fig. 7.1(b)) the director is

Therefore, using polar coordinates, the elastic free energy for the splay configuration is
K
i= [

£+97w Ta 2
—/2 ’ / K1<1> rdrdf

T_buw J, 2 T

2 2 ¢

1 a
ST () | (7.3)

Te

where small and large lengthscale cutoffs r., 4, respectively, have been introduced to avoid
the divergence of the integral. The large lengthscale cutoff r, is needed to keep the wedge
geometry to a finite size, whereas the small cutoff r. is introduced to exclude the region of the
defect core formed at the tip of the wedge.

For the bend configuration (see Fig. 7.1(c)) we can assume a director field that consists of

hyperbolae [94]

372 22 2

ﬁ—ﬁ:—c y (74)

where bc is the intersection with the z-axis, and the tangent to the hyperbolae has a limiting

value +b/a. The director field, then, is given by

z :J:cotz(%w)

\/22 + 22 cot4(97w) \/22 + 2 cot4(%”)

n=(ngn,) =

(7.5)
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The elastic free energy associated with the bend configuration is
K K
fd—/(;<v‘n>2+3<wn>2) dr

:/<[§1f +—f ) (7.6)

where

Using polar coordinates we evaluate the two contributions to the free energy

/g / —bldde

0 o — 20, ;‘3111(2910) n (Ta) ’ (7.9)
8sin”(0y,) Te
/ N / B8 b3 g
_ ! 27r 20)(2 + cos(20y)) + 3sin(20w) | (7“@) (7.10)
8sin? () Te

Therefore, the total free energy for the bend configuration is

Te

— 20, + sin(20,,
T sin(26,,) K

B 2 (2 — 20,,)(2 + cos(26,,)) + 3sin(20,,) Ta
Fa = (Kl 8sin?(6y) 8sin?(6,) )m( ) ‘

(7.11)

We can extract the threshold between the two configurations, for varying ratios of the
elastic constants K; and K3, by equating the expressions Eq. (7.3) and Eq. (7.11). This leads

to [94]
K1 (20 — 27)(2 + cos(260.)) — 3sin(26,,) (7.12)
K3 —40, + 27 + 20, cos(20y,) + sin(20,,) '
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7.2.2.1 Results from lattice Boltzmann simulations

In order to verify the threshold prediction, Eq. (7.12), we ran a set of simulations with different
ratios K1/Ks in channels with r,, = h./h,, = 0.65. This acts as a test for our simulations.
In particular we examined the ratios K;/K3 = 8.0, 4.5, 2.1 and 1.0. We fixed the value for
K1 =1 x 107! and the value for K3 was set according to the ratio K 1/K3. Numerical values
for the other parameters used were Ag = 3 x 1072, 41 = 4.5, 7o = 5.0, 73 = 2.6, 'y = 1, while
the nematic correlation length was set to &y ~ 0.5. The choice of 4’s lead to a nematic degree
of order in the bulk ¢gg ~ 0.8, as in the experiments.

By making a suitable choice of the initial conditions in the channel, we obtained the two
different configurations at each opening angle 6,,. The first initial condition (I.c.1) we con-
sidered, corresponded to a situation where the main channel, with height h., was filled with
a liquid crystal with a mean orientation along the x-axis. We introduced a, uniformly dis-
tributed, random noise such that the orientation of the liquid crystal molecules lay in the
interval [—5°,5°] from the x-axis. The nematic degree of order was uniform and set to ¢ = go.
The wedge was then set to have nematic degree of order ¢ = 0, which corresponds to a dis-
ordered liquid crystal. This situation is similar to the one used in experiments with fd virus.
Our simulations revealed that this initial condition favors a bend configuration in the wedge,
due to the horizontal initial configuration in the main channel.

The second initial condition (I.c.2) we considered was one with the nematic degree of
order set to ¢ = 0 in the whole channel. Our results indicated that this favors, at least in the
initial stages, splay that extends even beyond the wedge region into the main channel. This
is probably due to the transition process from a disordered state to an ordered state, that is
guided and dictated by the strong anchoring imposed by the side walls.

Fig. 7.4 shows the configurations obtained from two simulations starting from these initial
conditions for K;/K3 = 4.5 and opening angle 6,, = 80°. Starting from I.c.1 resulted in a
bend deformation, while starting from I.c.2 led to splay.

The threshold 6., for the splay-bend transition, at each ratio of K;/Kj3, is extracted by
considering only a circular sector of the wedge of radius r,, as shown in Fig. 7.4, and comparing
the corresponding elastic free energies, F7, and ]-'gl, of the two possible configurations at each

opening angle 6,,. Care is taken to consider the radius 7, for the circular sector such that
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(b)

Figure 7.4: Configurations in a wedge of opening angle 6,, = 80° for ratio of elastic constants
K,1/Ks = 4.5. (a) Starting from initial conditions I.c.1, as explained in the text, leads to a
bend configuration. (b) Starting from initial conditions I.c.2, leads to a splay configuration.
By comparing the elastic free energies of the circular sector of radius 74, Y (a) and F5 (b),

and varying the wedge angle 6,, we extract the threshold of the splay-bend transition.
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Figure 7.5: (a) Elastic free energies F,; of splay (F5) and bend (F?) configurations in the
circular sector with r,, as a function of the wedge angle 6,,. (b) Threshold 6., for the transition
from a splay to bend configuration as a function of the ratio of elastic constants K;p/Ks.
Only the free energy of the circular sector region of the wedge is considered. The solid line
corresponds to the predicted threshold, Eq. (7.12), whereas squares (H) show results from
lattice Boltzmann simulations.

defects and boundary conditions imposed by the main channel do not affect the configuration
in the circular sector. As expected F?; decreases with decreasing 6,,, while F é’l increases. The
threshold 6., is then located at the intersection of these energies. The elastic free energies of

the two possible configurations as a function of wedge angle 6,, are shown in Fig. 7.5(a), while
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our results for the threshold 6., for the splay-bend transition are plotted in Fig. 7.5(b). The
predicted threshold 6., from Eq. (7.12), is plotted with the solid line. Very good agreement
is found, which indicates that the initial assumption, Eq. (7.5), for the bend director field is a

good approximation.

7.2.3 Global minimum of the Free Energy

Next we turn our attention in the complete channel geometry and investigate how the main

channel affects the transition between the splay and bend configurations. We shall first examine

systems with ratio of elastic constants K;/K3 = 1.
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Figure 7.6: Snapshots at different times of a system with K;/K3 = 1 and 6, = 84° < 0.
(a) At t = 1.0 x 10° a splay configuration originates from the tip of the wedge, while a bend
configuration is located at larger z. (b) The bend region expands towards the tip of the wedge
until eventually only a bend configuration is observed in the whole wedge at ¢t = 1.6 x 10°.
(c) The elastic free energy F; of the system as a function of time. F,; drops significantly
at t ~ 1.2 x 105 as the wedge reaches a bend configuration. Even though the free energy of
the wedge is lower for a splay configuration, the system evolves to expel the defect that is
energetically costly.

Fig. 7.6 shows snapshots at different times of a system with wedge angle 6,, = 84°, and

starting from I.c.1. At this opening angle we expect the final equilibrium configuration to
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correspond to a splay configuration. As can be seen from Fig. 7.6(a), which corresponds to
time ¢ = 1.0 x 10° in lattice units, splay originates from the tip of the wedge, while a bend
region is located at higher z. A defect of strength s = —1/2 is formed, where splay and bend
meet. Gradually, the defect moves downwards until eventually it reaches the tip of the wedge
at t ~ 1.2 x 105. This is accompanied by a considerable drop in the elastic free energy F.; of
the system, which is evident from Fig. 7.6(c) that shows the time variation of F,;. The system
evolves towards the global minimum of the free energy of the whole channel and it is affected
by the presence of the main channel with the horizontal nematic configuration. Therefore, it
reduces its elastic energy significantly by expelling the defect and adopting a bend configuration
in the wedge (see Fig. 7.6(b)). As a result bend configurations are stable at angles below the
threshold 6., found in section 7.2.2.1, which was evaluated based on the free energy of just the
wedge.

By decreasing the wedge angle 0,, further, we encounter situations where a splay region is
stable, while a bend region is located at larger z. Inevitably, this involves the formation of a
defect, as can be seen from Fig. 7.7, that shows the equilibrium configuration for a wedge of
0 = 70°. The defect of strength s = —1/2 is located at a height z = z; measured from the
tip of the wedge.

A number of simulations were carried out, varying the opening angle and measuring the

relative height of the defect within the wedge, defined as
h=zq/hw. (7.13)

Our aim is to examine the impact of the geometry on the defect position, and therefore, we also

vary the height of the main channel. These results will be presented in the following section.

7.2.3.1 Effect of the main channel

Here we investigate the effect of the channel geometry on the defect position. In particular,
we examine three different geometries, with ratios of channel height to wedge height r,, =
he/hywy=0.03, 0.21 and 0.65. For the simulations reported in this section we keep the correlation
length {x ~ 0.5, while the ratio of elastic constants is fixed to K;/Ks = 1.

In order to establish the absolute minimum of the elastic free energy of the whole geometry,
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Figure 7.7: Equilibrium configuration for a wedge of opening angle 6,, = 70° and height h,,.
The splay configuration originates from the tip of the wedge. A defect of strength s = —1/2 is
formed in the bulk of the wedge at a height z = z4 from the tip of the wedge, where the splay
configuration meets the bend configuration imposed by the main channel of height h..

and the relative position of the defect that corresponds to this minimum, we compared results
from simulations with and without dynamics, as well as with varying the initial configuration
of the director field n in the channel. This was done to check that the system did not become
stuck in a metastable state. Moreover, two initial conditions were chosen such that, in the case
of a defect forming, the defect approaches its final position following a different path. The first
one corresponded to I.c.1, introduced in section 7.2.2.1, which leads to a defect initially formed
at high h that descends towards its final position, as in the situation of Fig. 7.6. The second
initial condition considered (I.c.3) was one with a mean horizontal director configuration in
the whole channel geometry. This favored a bend initial configuration and, in the case of a
defect forming, it approached its final position from below by rising in the wedge.

Simulations without dynamics were carried out by setting the velocity field to zero. An im-
portant remark is that, although, in principle we could just run simulations without dynamics
to obtain the equilibrium configuration with the minimum free energy, simulations with dynam-
ics proved helpful with overcoming lattice pinning effects. In the simulations with dynamics
the defect position was slightly higher than in the ones without dynamics, but nevertheless,
the difference in the elastic energies was less than 1%.

Our results for the defect position & versus opening angle 6,, are plotted in Fig. 7.8. Firstly,
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we observe that the splay configuration is suppressed, for all geometries examined, down to
opening angles 6, ~ 72°. This is much lower than the wedge threshold of 6., ~ 88° found in
section 7.2.2.1 for K1 = Kj3. So, a pure bend configuration is the minimum energy configuration
obtained for a range of opening angles 6,, > 72°. At 6,, ~ 70° we observe a sudden jump in the
defect position k. This corresponds to the angle at which the energy cost due to the presence of
the defect is compensated by the energy gain of the splay configuration. As the opening angle
0,, decreases further, the relative height A of the defect increases, with a limiting asymptotic
value of h — 1 for small 0, i.e. the defect lies at the border between the wedge and the main

channel.
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Figure 7.8: The relative position of defect in the wedge h as a function of the wedge opening
angle 6,, for varying channel geometry. r,, gives the ratio of the height of the main channel h,
to the height of the wedge h,,. The cross denotes the position h = 0.667 at 0,, = 60°, which
is the position of the orthocentre of an equilateral triangle and the expected position of the
defect in the case of r, — 0.

Furthermore, when examining simulations at fixed 6,, but varying ratio r,,, we can dis-
tinguish two regimes in Fig. 7.8. For angles 65° < 6,, < 72°, as the main channel height A,
decreases, and consequently r,, decreases, the defect moves upwards within the wedge. Keeping
in mind that we are in a regime of opening angles 0,, < 6., and therefore in the splay regime,

the higher defect position for smaller r,, is a consequence of the fact that the wedge plays a
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more dominant role in determining the minimum of the free energy of the whole geometry.
However, this trend does not continue for angles 6,, < 65°. This is due to the fact that, as
the defect rises within the wedge, at a certain point it starts to feel the presence of the upper
wall, which due to the strong anchoring imposing a horizontal orientation of the liquid crystal
molecules. This in turn has the reversed effect on the defect position, by forcing the defect to
be located at a lower h for smaller Tw-

It is noteworthy that one way of testing the validity of our results for the defect position
is to check k in the case of 7, — 0 and opening angle 6, = 60°. In this limiting case, we
expect the defect to be located at the orthocentre of the wedge, which is at h = 0.667. For the

simulation results plotted in Fig. 7.8 we found h = 0.668 for r,, = 0.03.

7.2.3.2 Effect of the nematic correlation length

We next examine the effect of the nematic correlation length £ on the director n configuration
in the wedge. We ran simulations increasing the nematic correlation length to £ ~ 1.0, using

the geometry with r,, = 0.21 and keeping the ratio of elastic constants fixed to K;/Ks = 1.

(@) (b)

Figure 7.9: Equilibrium configurations for a wedge of opening angle 6,, = 72° and nematic
correlation length: (a) {n ~ 0.5 and (b) {n ~ 1.

A first remark is that, for the case of {x ~ 1.0, simulations revealed that the final con-
figuration is independent of the initial conditions in the wedge, in contrast to the behaviour
observed for £y ~ 0.5. This indicates that metastability effects are now becoming very weak.

For &x ~ 0.5, we saw in section 7.2.3.1 that splay configurations are stable for 6, < 70°.

Fig. 7.9 reveals that the onset of stable splay configurations commences at a slightly larger
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angle 0, for £ ~ 1.0 than for £ ~ 0.5. This can be explained in light of the higher energy
cost of the defect in the case of &y ~ 1.0. Increasing the nematic correlation length! means
that the defect becomes larger, and, therefore, the defect is energetically more costly. As a
consequence, a larger splay region is needed to balance the extra energy cost of the defect,

since we are at angles 6, for which splay is energetically more favorable than bend.
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Figure 7.10: Relative position of the defect in the wedge h as a function of the wedge opening
angle 6,, for varying nematic correlation length £y. Results from simulations with r,, = 0.21
and K1 = Kg.

For this reason the defect is located at a higher position within the wedge for {x ~ 1.0.
This is evident from Fig. 7.10 that shows a plot of our results for the relative position of the
defect h as a function of the wedge angle 6, for nematic correlation lengths &y ~ 0.5 and
én ~ 1.0. Nevertheless, in both cases the jump in the defect position commences around

0, ~ 70°, although it is not so steep for &y ~ 1.0.

7.2.3.3 Effect of the anchoring strength

In sections 7.2.2 and 7.2.3 we assumed strong planar anchoring imposed by the side and top
walls. The choice of strong anchoring was made to be consistent with recent experiments with

rodlike fd virus in microchannels.

1To be more precise, the relevant parameter here is the ratio of the nematic correlation length to the height
of the wedge &n/huw.
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In this section we check the effect of the anchoring strength on the wedge configuration.
We consider systems with r,, = 0.21, {5 ~ 1.0, elastic constants K1 = K3 = K = 0.1, and
examine anchoring strengths W = 1072 and W = 10~4, which correspond to intermediate and
weak anchoring respectively. The strength of the surface anchoring can be interpreted in terms

of the extrapolation length & = K /W [2], which measures the relative strength of elasticity

with respect to surface anchoring. Hence, strong anchoring corresponds to the limit &5 — 0.

Figure 7.11: Equilibrium configurations for a wedge of opening angle 6,, = 72° and anchoring
strengths: (a) W = 1072 and (b) W = 10~*. The smaller vectors near the walls indicate a
lower nematic degree of order at the solid surfaces. Results are from simulations with elastic
constants K3 = K1, {n ~ 1.0 and geometry r,, = 0.21.

Fig. 7.11 shows the director field in the region of the wedge tip for an opening angle of
0, = 72° for the anchoring strengths examined. As the anchoring strength is reduced, the less
important the walls become in determining the director configuration in the wedge. For an
anchoring strength W = 1072 (£, = 10) there is still a bend state and we encounter a bend-
splay transition. We can clearly see, however, that the liquid crystal molecules do not align
fully with the side walls. It looks more like a horizontal nematic, that just bends slightly at
the side walls. For the strong anchoring case (see Fig. 7.9(b)), by contrast, perfect alignment
with the side walls was observed. By decreasing the anchoring strength further to W = 1074
(¢s = 1 x 10%), the walls have no effect on the liquid crystal system, which just adopts a
nematic configuration with almost no elastic deformations as can be seen in Fig. 7.11(b). This
is persistent in the whole geometry and for all opening angles 6,,. We note that the main
channel can not impose a horizontal configuration in the wedge due to the weak anchoring

and because there is more diagonal surface than horizontal. In the limit W — 0 all nematic
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directions should be equally favorable.

Moreover, for the anchoring strengths examined here, we observed a decrease in the nematic
degree of order at the solid boundaries, which is indicative of weak anchoring [102-107]. This
surface melting was not observed for strong anchoring and is illustrated in Fig. 7.11 by the

smaller vectors near the solid surfaces.
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Figure 7.12: Relative position of defect in the wedge h as a function of the wedge opening
angle 6,, for varying anchoring strength W. Results are from simulations with elastic constants
K3 = Ky, £y ~ 1.0 and geometry r,, = 0.21. Surface anchoring W = 1072 corresponds to
extrapolation length &5 = 10, while the strong anchoring to & — 0.

Examining now the relative defect position h, shown in Fig. 7.12, we found that the bend-
splay transition is shifted to smaller angles 6,, ~ 65°—70° for the case of intermediate anchoring
W = 1072, The results for strong anchoring are also plotted for comparison. This is expected
since there is no longer complete alignment with the side walls and the anchoring does not
favor splay to such an extent.

Another important remark is that when the defect reaches the main channel (h = 1) for
angles 6, < 40°, it is not located symmetrically at the top of the wedge but rather, as shown
in Fig. 7.13, moves towards one of the apexes of the wedge. This occurs now, in contrast to
the strong anchoring case, due to the lower penalty cost associated with deviations from the
preferred orientation at the boundary and because the system significantly reduces its elastic

energy by expelling the defect. Clearly the location of this new transition depends on the
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relative importance of elasticity over surface anchoring, i.e. on the extrapolation length &;.

Figure 7.13: Equilibrium configuration in a wedge of 8,, = 40°, with elastic constants K3 = K1,
&n ~ 1.0, anchoring strength W = 1072 and geometry r,, = 0.21. The defect rises in the wedge
until eventually it reaches the right apex of the wedge, marked with a yellow circle. This is
accompanied by a significant decrease in the free energy.

7.2.3.4 Changing the ratio of elastic constants K;/Kj3

We now extend our simulations to a ratio K1/Ks = 1/10. Initial two-dimensional simulations,
with periodic boundary conditions imposed along the y direction, revealed that fixing the
preferred orientation on the side walls of the wedge is not sufficient to keep the director field n
restricted to the x-z plane. This is due to the higher energy cost of bending deformations, as
K3 is larger. Therefore, the system tries to minimize its energy by rotating the molecules in
such a way, that they have a considerable component along the y direction, i.e. perpendicular
to the plane of the wedge. By doing this the system also avoids the presence of a defect.

In order to restrict the liquid crystal molecules to the x-z plane, we ran a set of three-
dimensional simulations where additional walls, located at y = 0 and y = b, were implemented
in the x-z plane. We chose the thickness of the channel to be b = 3. The geometry used is

shown in Fig. 7.14. We enforced planar degenerate anchoring on the walls at y = 0 and y = b,
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Figure 7.14: Three-dimensional channel geometry used to study the liquid crystal system with
K,/Ks = 1/10. Degenerate planar anchoring is imposed on the walls located at y = 0 and
y = b. The thickness b of the channel is small enough (compared to h. and h,,) that the
boundary conditions restrict the liquid crystal molecules to lie in the x-z plane.

while on the side walls of the wedge we set the preferred director orientation as before. In this
case, due to the confinement imposed by the top and bottom walls, the molecules remain in

the x-z plane.
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Figure 7.15: The relative position of defect in the wedge h as a function of the wedge opening
angle 0, for different ratios of elastic constants K;/K3. {x~1.0 and geometry with r,, = 0.21.

For K1/Ks = 1/10, it is reasonable to expect that the splay-bend threshold will be shifted

to higher angles 60, than for K;/K3 = 1, due to the lower (higher) free energy cost of a
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splay (bend) configuration. Our results for the defect position h as a function of 6, shown
in Fig. 7.15, support this. A pure bend configuration is observed only for angles 6,, > 100°,
compared to 6, > 76° for the case of K;/K3 = 1. Moreover, h reaches smaller values than for
K1/K3 =1 in the regime of small angles. This is due to the fact that higher h would cause
stronger bending deformations in the main channel. This, however, is energetically more costly
and, therefore, not favorable. Fig. 7.16 shows the director field for the two different ratios of
K1 /K3 near the top of the wedge for 6,, = 40°. For K;/K3 =1 elastic distortions are evident
in the main channel, while for K;/K3 = 1/10 the director field in the main channel remains

uniformly aligned.
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Figure 7.16: Director field in the regime of the wedge entrance for opening angle 6,, = 40°
and different ratios of elastic constants: a) K;/K3 =1 and b) K;/K3 = 1/10. {y~1.0 and
T = 0.21.

7.3 Discussion - Comparison to experiments using fd virus par-
ticles
In this chapter we examined a nematic liquid crystal confined in a wedge-structured geometry,

where the equilibrium director configuration is determined by the interplay between the surface

anchoring imposed by the confining walls and elasticity. Experiments presented in section 7.1
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using fd virus as a colloidal nematic liquid crystal revealed a splay-bend transition occurring
between wedge angles 8,, = 70° — 80°. Stable bend configurations were observed for 6,, > 80°,
while splay deformations were favorable for 6,, < 70°. The complete alignment of the fd virus
particles at the side walls indicates strong planar anchoring and, therefore, the location of the
splay-bend transition depends on the ratio of splay K7 to bend K3 elastic constants. From
reported values of elasticities of liquid crystals with a similar flexibility to the fd virus we
expect K1/Ks =1 [108].

Extensive lattice Boltzmann simulations enabled a fuller exploration of the parameter space
and revealed the underlying origin of the transition and its dependence on rod flexibility
and channel geometry. Using the ratio K;/K3 = 1 in simulations showed that, if only the
wedge part of the channel was considered, the splay-bend transition would occur at 6, ~ 90°.
However, taking into account the complete channel geometry, with the main channel having
a horizontal nematic configuration, shifts the transition to smaller angles. Numerical results
showed a splay-bend transition occurring at the same regime of wedge angles 6, as in the
experiments, when the ratio of elastic constants splay to bend is K /K3 = 1. This verifies that
the expected ratio K /K3 for semi-flexible rods, like the fd virus, is approximately K /K3 ~ 1,
although, more detailed experiments are required to specify the exact value.

Furthermore, our simulations suggest that this is a sharp transition occurring at the same
wedge angle 6, ~ 70°, irrespective of the main channel’s height h.. In fact the relevant
parameter is the ratio of the nematic correlation length to the height of the wedge n/hy. For
angles 6, < 70° a splay configuration originates from the tip of the wedge and the inevitable
frustration of the director field leads to the formation of an s = —1/2 defect in the bulk of the
wedge. In the limit of strong anchoring, our simulations enable us to predict the position of
the defect within the wedge as a function of opening angle, and elucidate its role in the change
of director structure. For intermediate anchoring strengths we demonstrated that, for small
angles 6, the defect can be expelled towards one of the apexes of the wedge.

Finally, decreasing the ratio of elastic constants to K;/Ks = 1/10 showed that the splay-
bend transition is shifted to higher wedge opening values as expected. More precisely, we found
numerically that pure bend deformations are in this case restricted to above 6,, ~ 100°.

One concluding remark is that, even though our study was restricted to finding the equilib-

rium configuration in the case where the director field n in the main channel has a horizontal
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orientation, the system could be further studied to find the geometry that supports two stable
equilibrium configurations. This again should depend on the ratios of elastic constants. Such

a geometry might be useful for the design of bistable display devices [85-93].



Chapter 8

Conclusions and Future Work

In this thesis we studied two soft condensed matter topics. The first one dealt with a “textbook”
instability, the Saffman-Taylor instability. This refers to the forced displacement of a viscous
fluid in a Hele-Shaw cell by a less viscous fluid, leading to the formation of viscous fingers.
Recent experiments using colloid-polymer mixtures in microchannels enabled, for the first
time, a full three-dimensional, direct observation of fluid interfaces and the Saffman-Taylor
instability. The research presented in this thesis was spurred on by these experiments and the
unique opportunities offered by their combination with numerical simulations.

As a means of numerically studying the viscous fingering instability we used a free energy
lattice Boltzmann algorithm, which proved a powerful tool in disentangling the physics of the
instability. The method constitutes a diffuse interface model, meaning that the fluid-fluid
interface is not sharp, but rather has a finite width. Therefore, discretisation constraints
originating from the need to have a smooth transition from one fluid phase to the other,
mean that the fluid-fluid interface is unphysically wide when modeling nm-wide interfaces
in molecular fluids, and care must be taken that this does not affect the results. However,
in colloid-polymer mixtures the width of the interface is ~ pm, which allows a quantitative
comparison of simulations to experiments.

In Chapter 4 we examined the Saffman-Taylor instability in the neutral wetting case, when
neither of the two fluids prefer to wet the walls of the channel. Turning our attention first to
the x-z plane we distinguished two regimes, based on the shape of the advancing interface. The
interface can either completely displace the more viscous fluid in the x-z plane, in which case it

advances as a meniscus, or it can penetrate forming a finger in the gap of the cell and leaving
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a thin film of the displaced fluid behind. These regimes, coined the Meniscus and the Thin
Film regime respectively, are determined by the interplay of capillary and Péclet numbers. We
verified that the penetration process in the x-z plane is controlled by the product CaPe, in
agreement with the numerical work of Ledesma et al. [14].

We then considered the x-y plane and the Saffman-Taylor instability. We found that in the
Meniscus regime the relative finger width Ay scales with a modified capillary number 1/B*,
which takes into account corrections due to curvature effects in the x-z plane, in agreement
with [15]. These effects had been completely ignored in the early theoretical attempts to study
the instability, since one of the basic assumptions of researchers was that the curvature of the
interface in the x-z plane was constant. In the Thin Film regime, however, we observed much
wider fingers that did not scale with 1/B*. In contrast to the classical behavior of fingers
becoming narrower with increasing capillary number, we observed that finger widths Ay were
increasing or maintaining a constant value with increasing 1/B*. We demonstrated that this
was a consequence of the higher modified Reynolds numbers Re* and Weber numbers We*
achieved in the Thin Film regime when compared to the Meniscus regime. Therefore, this
effect should be attributed to inertial effects, in agreement with experimental evidence [45]
and recent analytical work on inertial effects in Hele-Shaw flows [48,49].

In Chapter 5, we examined for the first time the Saffman-Taylor instability in the com-
plete wetting regime, when the displacing fluid completely wets the walls. The same interface
configurations, Meniscus and Thin Film, were distinguished in the x-z plane as for neutral
wetting. The relevant control parameters for the penetration process are now capillary and
Péclet numbers, scaled to take account of the thickness of the wetting layer. However, fin-
gering in the x-z plane is now strongly suppressed and it is more difficult to enter the Thin
Film regime than it was in the neutral wetting case. Much higher capillary and Péclet num-
bers are needed to change the concavity of the meniscus and induce a penetrating interface
structure. Furthermore, increasing the viscosity contrast makes fingering in the x-z plane even
harder. This in turn suppresses fingering in the x-y plane and the onset of the Saffman-Taylor
instability. Our results emphasize the importance of the third dimension on the Saffman-
Taylor instability and demonstrate that dynamics in the x-z plane are coupled to the dynamics
in the x-y plane. A similar suppression of the instability is observed in the experiments on

colloid-polymer mixtures.
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An area still to explore is the relative finger width Ay in the complete wetting regime. In
particular, it is interesting to examine the dependence of Ay on the viscosity contrast, since we
have seen that this controls the interface structure in the x-z plane, which in turn affects the
onset of fingering in the x-y plane. However, full three-dimensional simulations in the complete
wetting regime require large simulation domains and were not investigated in this thesis due
to the limitations in simulation time. Experimental results of A; plotted in Fig. 5.24, show
that finger widths for viscosity contrast » = 0.36 are not only obtained at smaller capillary
numbers, but are also much narrower than Ay obtained for r = 0.84.

The second part of the thesis examined nematic liquid crystals confined in wedge-structured
channels. This was motivated by recent experiments in microchannels using fd virus particles
as a colloidal, nematic liquid crystal. The director configuration in confined geometries is
determined by the complex interplay of confinement, surface anchoring and elasticity. Consid-
ering strong anchoring we showed that decreasing the wedge opening angle leads to a bend to
splay transition, the location of which depends on the ratio of splay to bend elastic constants
K, /Ks. Decreasing the ratio K7 /K3 shifts the transition to higher values of the wedge opening
angle as expected. Moreover, when a splay configuration originates from the tip of the wedge,
the inevitable frustration of the director field leads to formation of a defect in the centre of the
wedge. We demonstrated that the position of the defect within the wedge can be controlled
by varying the wedge opening angle.

For intermediate anchoring strengths, i.e. larger extrapolation lengths &, the defect may
no longer be located in the bulk of the wedge, but can be expelled towards one of the apexes of
the wedge. This is because the energy associated with the surface anchoring is not too large,
and an overall reduction in the free energy is achieved by expelling the defect. Clearly this
transition depends on the relative importance of surface anchoring strength and elasticities,
and therefore can be interpreted in terms of the extrapolation length &. Increasing &; will
shift this transition to higher wedge angles. So an open area for investigation is to determine
the location of the transition as a function of & and the wedge geometry.

Another fruitful direction for future research, that combines both of the problems consid-
ered in this thesis, is to investigate the Saffman-Taylor instability using an isotropic-nematic
mixture. Experimental work using a molecular nematic liquid crystal as the more viscous fluid

was carried out in radial Hele-Shaw channels [109,110] leading to dendritic and side-wrinkling
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fingers and in linear channels leading to asymmetric fingers, while for large values of 1/B
side-wrinkling, tip-splitting and side-branching occurred [111]. However, there are still open
questions. For example, it would be interesting to investigate the instability, both numerically
and using the fd virus to allow direct observation of the interface, to examine how the flow
alignment of the director field and the resulting anisotropic viscosity in the nematic phase of
the liquid crystal, or the anchoring at the isotropic-nematic interface and wetting effects affect
the instability.

Preliminary work has been done on simulating an isotropic-nematic mixture. In this case
the Landau-de Gennes free energy functional, Eq. (6.30), is modified to allow for a binary
phase separation into two phases, an isotropic phase with concentration ¢; and a nematic
phase with concentration ¢o (¢1 < ¢2). Moreover, the hydrodynamic equations of motion
are supplemented by a convection-diffusion equation that describes the dynamics of the con-
centration field. Numerically, the parameter v (see Eq. (6.11)), which controls the location
of the isotropic-nematic transition, is coupled to the concentration ¢ so that in the isotropic
(nematic) phase v < 2.7 (v > 2.7). In this case the mixture phase separates into two phases
with different concentrations, which in turn drives the orientational ordering.

Our aim is to, then, include activity in our simulations and examine active systems. These
systems, such as suspensions of bacteria, swimming algae, cytoskeletal gels cross-linked by
molecular motors etc, are receiving increasing theoretical and experimental attention [112-121].
They are called “active”, because they continually burn energy and, hence, are driven out of
thermodynamic equilibrium even in the absence of any external forcing. One of their most
striking properties is that they can exhibit spontaneous flow. As a first step, we would like to
investigate the behavior of mixtures that phase separate into an isotropic and an active nematic
phase. It would be interesting to study how activity affects the phase separation dynamics, and
especially if it can drive phase separation in cases where the passive counterpart mixture would
not have phase separated. Once the system is phase separated, and independent active nematic
droplets are formed in an isotropic fluid environment, it would be interesting to examine how
these droplets interact and set up an independent spontaneous flow and collective swarming.
Finally, we would also like to study systems with spatially inhomogeneous activity, which have

shown a much richer phenomenology than uniform systems [122].
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