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Abstract: We articulate and apply the generalized Onsager principle to derive transport equations
for active liquid crystals in a fixed domain as well as in a free surface domain adjacent to a passive
fluid matrix. The Onsager principle ensures fundamental variational structure of the models as
well as dissipative properties of the passive component in the models, irrespective of the choice of
scale (kinetic to continuum) and of the physical potentials. Many popular models for passive and
active liquid crystals in a fixed domain subject to consistent boundary conditions at solid walls,
as well as active liquid crystals in a free surface domain with consistent transport equations along
the free boundaries, can be systematically derived from the generalized Onsager principle. The
dynamical boundary conditions are shown to reduce to the static boundary conditions for passive
liquid crystals used previously.

Keywords: active liquid crystals; nonequilibrium thermodynamics; hydrodynamics; free surface
boundary conditions

1. Introduction

Active matter systems are abundant in Nature and man-made materials. They include many
familiar systems like a bacterial suspension, a flock of birds, a school of fish, an ensemble of catalytic
nanomotors, photo-powered nanoparticles, and the cytoskeleton in a live cell [1]. They share a
common feature: the fundamental active “particles” are motile and can move on their own with
an energy input created either internally (metabolic processes or ATP-motor activity) or externally
from magnetic or electric fields, photonic, chemical gradients, or catalysis. In these diverse examples,
active matter systems exhibit anomalous density fluctuations at scales far removed from single
particles and emergent collective behavior. Dynamic phase transitions, spatio-temporal structures
and symmetry-breaking induced dynamic patterns are prominent phenomena commonly seen in
such systems [1-3]. Here, we are interested in flows of active liquid crystals, where the individual
particles are self-propelling. We consider both polar and apolar self-propelling particles, where the
passive equilibrium is nematic above a critical particle concentration. We refer to [1-14] for further
details, and close the introduction with selected contributions of particular relevance to this paper.
The review by Marchetti et al. [1] is especially recommended, from which we recall key elements and
distinctions of active nematic “fluids”.

Entropy 2016, 18, 202; d0i:10.3390/e18060202 www.mdpi.com/journal/entropy


http://www.mdpi.com/journal/entropy
http://www.mdpi.com
http://www.mdpi.com/journal/entropy

Entropy 2016, 18, 202 2 of 28

Models for “dry” active matter systems that do not conserve momentum have been explored
by many, notably, by Chaté et al. [15-19] and Bertin et al. [20-22]. For wet active matter systems, a
useful theoretical framework is a continuum model that generalizes liquid crystal hydrodynamics to
include new features related to particle-scale activation [4]. For polar particles, continuum models
employ a single vector to describe the broken head-tail symmetry; these polar vector models are
identified as a low moment (zero and first) approximation of kinetic theory [1,2,23]. For apolar
particles, models have employed either a single vector with imposed fore-aft symmetry (the nematic
director) or a second order tensor (the nematic order tensor). For more general active liquid crystals
whose active particles/molecules are primarily polar while the interactions may be dominated by
apolar interactions, the first three moments (density, polarity vector, and the nematic order tensor)
of the orientational distribution function are modeled either directly or by moment closures of
the kinetic theory [3]. More generally, active liquid crystals are described by kinetic theories,
generalizing the Doi-Edwards-Hess formalism for passive liquid crystals, cf. studies by Marchetti
and Liverpool, Shelley, Saintillan et al. and Forest ef al. [1,24-30]. In this formulation, microscopic
symmetry is tacitly incorporated through the interaction potential, self-propelling velocity, as well
as phenomenologically modeled active forces [31]. This formulation can unify all three types of
continuum models, where any low moment model is recoverable from closure approximations. For
further details, we refer to [1,2,4,32-34].

Joanny et al. derived a class of models for active polar liquid crystal gels using a formulation
pioneered by Onsager for non-equilibrium thermodynamical systems [35]. In this paper, we extend
the approach to more general hydrodynamic theories for active liquid crystal solutions and gels
applicable to polar or apolar active matter systems [36]. We call this approach the generalized
Onsager principle. First, we recall what is the Onsager theory for a matter system not far from
equilibrium [37-39] and then define what we mean by the generalized Onsager principle.

We consider a matter system with a stable equilibrium at 0, in which the fluctuations of a set of
coarse-grained variables x = (x,-- -, x,)! are measured relative to their most probable (equilibrium)
values x = 0. The entropy of the system S, a function of x, reaches its maximum value Sy at
equilibrium. Expanding the entropy function in a Taylor series about the equilibrium, it can be
approximated by the quadratic form

S = Sg+ AS(x),
1
AS:—%XT'H-X,

where H is the Hessian, a symmetric, positive-definite matrix when S has continuous second order
derivatives at a maximum. The probability density at state x near the equilibrium is related to AS(x)
via the Boltzmann distribution f(x) = fy exp[AS(x)/kpT], with kg the Boltzmann constant, T the
absolute temperature and fj a normalization constant.

When the system deviates from equilibrium, spontaneous irreversible processes arise in response
to the generalized thermodynamic force X conjugate to x :

(23

=—-H-x, 2)

which is linear in x due to the quadratic form of AS(x) in Equation (1). Thus, entropy production (or
change of entropy) is given by

AS = %xT - X. (3)

i.e., entropy production is determined by the inner product of the conjugate variable X and the original
thermodynamic variable x.
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For a small deviation from equilibrium, the system is assumed in the linear response regime so
that the state x(f) evolves according to the kinetic equation

x=L-X, @)
or, equivalently,
X=R-x ®)

where the kinetic coefficients (mobility) L = (Lij) form a symmetric matrix and so do the friction
coefficients R = (R;;) = L~!, according to the Onsager reciprocal relation [37,40]. Off-diagonal
entries of (L;;) and (R;;) are referred to as cross-coupling coefficients between different irreversible
processes labeled by i and j. Under the condition that S is an even function of x, Onsager derived the
reciprocal relation [37,38]

Lij=Lj, (6)
from the microscopic reversibility, that is for any f > 0 and T,
(x(DxT (¢ + 1)) = (x(t+ )X (1)), )

where the ensemble average is taken with respect to the probability density function f(x, t). We note
that, for anisotropic and active matter systems, condition (7) may not be valid.
From the entropy function, we calculate the rate of entropy production as follows

S=x"-x=XT-L-X, (8)

which is given as an inner product of a generalized flux x and the generalized force X. In order
for entropy to increase when approaching the stable equilibrium in an irreversible process, L must
be nonnegative definite. We next summarize the three key ingredients in the Onsager theory for
nonequilibrium systems near a stable equilibrium:

(1) the kinetic Equation (4), which gives the governing system of equations for dynamics of the
non-equilibrium system;

(2) the Onsager reciprocal relation (6);

(3) the nonnegative definiteness of L ensures entropy production while approaching the equilibrium
in an irreversible process.

We term (1)-(3) the Onsager principle in place of the Onsager theory in this paper. This statement
of the Onsager principle is equivalent to the Onsager maximum action principle for irreversible
processes [37-40]. This is also equivalent to the minimum entropy production principle summarized
by Prigogine for irreversible processes in stationary (or steady) states [41].

We next demonstrate that this is also equivalent to the statement on energy dissipation for
nonequilibrium systems. Recall the first law of thermodynamics,

dE + dU = dQ — dW, )

where dEj is the increase of the kinetic energy of the matter system, dU is the increase of the internal
energy of the matter system, dQ is the heat added to the system and dW is the work done to the
surrounding by the system. We denote entropy S for the matter system as [42]

S=S5;+S5., (10)
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where S; is the entropy generated internally in the system and S, is the entropy exchanged with the
surrounding. The Helmholtz free energy F of the system is defined by
F=U-TS;, (11)
where T is the absolute temperature. So, it follows from Equation (9) that
dF = dU —dTS; — TdS; = —dE, +dQ — S;dT — TdS; — dW. (12)
For an irreversible process,
TdS; = dQ +dQ’, (13)
where dQ' is the energy lost internally. Then,
dF + dE, = —S;dT — dW — dQ'. (14)
For an isothermal system, dT = 0. So,
dF +dE = —(dW +dQ’), (15)
This is known as the energy dissipation. Thus, the energy dissipation rate is given by

d CdU+E)  dS; AW dQ  or
B+ = =— Tl = -or - = -TX L LX (16)

For a closed system, % =0 and % = 0. So

%(Ek+F):—T—:————:—TXTL-X. (17)
For an open system, d(U + E) = —TdS,, where it is assumed that there is no work done during
the exchange. So,

/
%(EHH:—T%:—%—‘%:—TXT.L.X. (18)

This establishes the relation between the energy dissipation rate and the entropy production rate,
which applies to both the closed and open system.

In this paper, we generalize the Onsager principle to a non-equilibrium system in which the
source of external or chemical energy that gives rise to self-propulsion in the active matter is
accounted for. Specifically, we consider the dissipation rate defined by the combination of the kinetic
energy and the Helmholtz free energy. In [35], this combination is called the free energy, which indeed
serves as the role of free energy in the nonequilibrium systems. We remove the symmetry constraint
imposed on the mobility coefficient in the Onsager principle and abandon the non-negativeness of the
mobility coefficient imposed for irreversible processes to allow reversible systems. This extension is
important for anisotropic viscoelastic material systems including active matter systems, where both
irreversible and reversible process can coexist. For these material systems, the mobility coefficient
L can be decomposed into a symmetric and an antisymmetric part. The antisymmetric component,
representing reversible dynamics, does not contribute to energy dissipation while the symmetric part
does. The symmetric part, representing irreversible dynamics, is required to be nonnegative definite
to ensure energy dissipation. We remark that the antisymmetric part corresponds to the Casimir
principle while the symmetric part corresponds to the Onsager principle [42,43].
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In the active matter system, we consider the source of chemical energy (e.g., the one produced by
ATP hydrolysis in myosin motors or through catalytic reaction) or external source converted chemical
energy (e.g., energy due to photo induced chemical reactions or magnetic fields) as a source for
an additional free energy. We first derive the governing system of equations in a domain with a
fixed boundary together with the consistent boundary conditions that do not contribute to energy
dissipation. Then, we extend it to a two-phase case in which the active liquid crystal system resides
in a domain separated from a passive fluid matrix by free boundaries. In this case, we also consider
the surface transport phenomena which may exist in such a matter system. In both cases, we let the
active component of the free energy enters into the total stress through a reversible process and the
dynamics of the internal variables (density, polarity vector, and nematic tensor) through irreversible
processes. Then, the resultant theories of active matter systems may not respect energy dissipation
anymore but their corresponding passive component, the limit when the activity is absent, must. This
is the basic principle that we follow in the following derivation.

These models of complex active matter systems have applications to cell motility, a school of fish,
a colony of bacteria in a viscous fluid bath, and the cortical layer in a live cell, guaranteeing that the
system conserves momentum and the corresponding passive component satisfies the correct energy
dissipation principle. In this way, the detailed physical and chemical processes of self-propulsion are
determined specific to the active matter system and incorporated in the framework of the generalized
Onsager principle. We proceed in this paper to illustrate this framework for active liquid crystals. We
remark that there exist other approaches for developing extended hydrodynamic theories for complex
fluid systems like the generalized Poisson bracket approach discussed in the book [44], the GENERIC
formalism advocated in [45,46], and several more nonequilibrium thermodynamic frameworks
reviewed by Sagis and others in [47-50]. All these approaches agree in principle on the fundamental
mathematical structure of the non-equilibrium thermodynamic theory. In particular, the approach
that has been used by Sagis et al. is especially close to what we are using in this paper [47-49].
However, our approach presented in this paper is simpler, constructive, and straight-forward in that
it yields (derives or stipulates) the constitutive relations explicitly that warrants energy dissipation
for the passive components for both the reversible and the irreversible nonequilibrium processes.

The rest of the paper is organized as follows. In Section 2, we derive the hydrodynamic model
along with the boundary conditions in a fixed domain for an active liquid crystal system, closing the
model on the first three moments of a probability distribution function. In Section 3, we present the
model for an apolar active liquid crystal system. In Section 4, we extend the study to domains with
free surfaces. Then we provide a closing remark.

2. A General Hydrodynamic Model for Active Liquid Crystals

We systemically derive a general hydrodynamic model for flows of active liquid crystals using
the generalized Onsager principle at the continuum scale. We assume that the active liquid crystal
system is composed of two components: the first component consists of the active anisotropic
particles with a mass density p; and velocity v; and the second component consists of the solvent
which has a mass density p, with velocity v,. The corresponding mass conservation laws for the two
components are given respectively by

atpl + AV (p1V1) = 0,

atp2 + V- (szz) =0.

Introducing the total mass density p = p; + p2 and the mass-averaged center-of-mass velocity
v = (p1v1 + p2v2)/p, the total linear momentum density (or density flux) can be expressed as pv. The
total mass is conserved:

dp+ V- (pv) =0. (19)
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For the active particle component, we rewrite the current into a convective part moving
with the center-of-mass velocity v and a diffusive part associated to the relative flux between the
two components:

01 +V-(01v+j) =0, (20)

where

j= W is the diffusive current. In the following, we define the active particle number

density as ¢ = %, where mj is the mass of the active particle. We denote its flux as j = mil The
transport equation for c can then be written as

dic+V-(cv+ij)=0. (21)

To describe the system’s internal properties (or microstructure), a hierarchy of order parameters
is necessary. A scalar concentration variable is needed to describe the density fluctuation in space
and time. A vector order parameter is needed to describe the average polarity. A rank 2 tensor
order parameter is needed to characterize the nematic order or the orientational correlation among
the particles. So, the minimal number of order parameters in any viable model should be three: a
scalar, a vector, and a second order tensor. We denote the polar order by a vector field p and the
nematic order by a second order tensor field Q, in addition to the density variable c.

Consider the active particle system as a discrete system with N particles located at
r,(t),n=1,--- ,N, respectively, and each of the particles has a self-propelled velocity v;(t),
n=1,---,N.Wecannormalize 7, (¢) as a unit vector to represent the direction of motion and describe
speed fluctuations with a scalar, but we will not employ this normalization in this paper. We assume
the domain of 7, V, is a compact domain in R®. The one-particle phase-space distribution f;(r, 7, t) is
defined as follows:

fa(x,0,8) = Y 6(x —1a(8))0(V = Tu(t)). (22)

n

The number density of active particles c(r, f) is the zeroth moment
o(r,t) = /Vfd(r,a,t)da - ;(su — (). (23)
The first moment of the distribution function is given by
c(r, )p(r, £) = /Vl?fd(r,ﬁ,t)dﬁ - ;ﬁn(t)é(r — (). (24)

The polarization vector field p(r, t) follows as a normalized first moment. The second moment
is defined by

U i
c(r,t)Q(r, t) /(W 7 fa(n,v,t)dv NCAGIAG) 7 )0(r—1a(t)), (25)

v n

where d is the system’s dimensionality, from which a nematic order tensor Q(r, t) can be defined as a
normalized second moment. Notice that the tensor Q is traceless.
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Often, one prefers the moments defined as primitive variables for developing multiphase
models. In this context, the polarity vector and the nematic order tensor can then be defined
as follows:

P(rt) = [y Vfa(t,7,)dV = LU ((r — ru(t)),
(26)

Q(rt) = [y (70— L) £a(x,9, 1047 = (@ (17(8) — L3N0 — ru(t).

The free energy of the active particle system in volume element V must be prescribed in terms
of the internal variables, in this case the first three moments of f; and their gradients (i.e., we assume
weak non-locality for this paper):

— F(¢,Ve,p, Vp,Q,VQ) = /V f(c, Ve, p, Vp, Q, VQ)dx

where f is the free energy density. At the boundary of the fixed material domain 0V, we have an
interfacial free energy

G=6G(ep.Q = [ s(cp Qs

The active free energy in the active matter system is denoted as

A:/R Hadx,
v (x, t)pdx

where R(x, t) is the number density of the fundamental energy generating units in the active matter
system and ji is the energy gain per fundamental unit at position x, time f. For instance, ji is the
energy gain per ATP molecule for F-actin filaments or microtubule in a live cell while R(x, t) is the
number density of the ATP molecules. The sum of the kinetic and free energy of the system is called
the total energy here or extended free energy in [35] given by

E“’t”’:/V[g||v||2]dx+F+G+A. 27)

Since we are interested in an isothermal system, the temperature is assumed a constant and so
the energy dissipation rate at a constant absolute temperature T is given by

dEtotal 1a " )
= [ axi g;’) S+ [ SHas. (28)

There are four parts in the integration: the first and second parts are the rate changes of the
kinetic energy and the active particle free energy, respectively, the third one is the energy reduction
rate of the chemical energy, where ¥ = —9;R is the consumption rate (the number of the fundamental
energy producing units consumed per unit time and unit volume), the fourth is the rate of change of
the surface free energy. The differential of the free energy density is given by

of _ 9fac , 9 ) a( . a(Vp) :9(VQ)
AN B Rt ady e T ate ot v
(29)
_ 2 d .9 ) ? f 9
=pug-h-F-G:F+V-(5 (f) C+3(pr) aiz—l_a(TfQ)‘T?)'
Now we identify the conjugate variables to ¢, p, and Q through variations of the free energy
density f. The field conjugate to the density c is the chemical potential y = % = % V- (f Vo) the
field conjugate to the polarization p is the molecular field h = —% af +V- (af I and the field
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conjugate to the nematic order Q is the variation G = — —é af +V- another molecular

_9of
o(VQ)’
field. If Q is traceless, G = —[} (50 L + 5 (Sf ) — 1tr(5 L o)} We denote the product of two second order
tensors as A : B = A,gB,4. So

total a I’} -~
dE —fvdx{1 pv +]/t —h- a—f—G:%—?—rﬂ}+
(30)

af 2 of ap 9f .09 9g9c | 98 9p | 98 .9Q
Jov XG5 + ooy o T o o) ™ LvdS{(E S T % taa )b
where 0V is the surface of volume V and n is the external unit normal of dV. We assume the
following so that the surface integral is zero, i.e., the surface does not contribute to energy dissipation
of the system:

of | 98 _

HOBVC+§_0’
? d

n- sk + 8 =0, (31)
of 9 _

n an‘F@ 0

These define the boundary conditions of the active matter system at the solid walls for the three
internal variables ¢, p and Q. From the previous discussion, the conservation laws of the active
particle number, total system mass and system momentum are given by

*4V-(cv+ij) =0,

¥4V (ov) =0, (32)

==V (c—pvv),

where j is the diffusive current of the active particles, ¢ is the momentum flux. Then, we have

Iv

Jov dS{v - (—3pvI—cul+0) -n—pj-n}.

fV dX{ a‘BZ)aUa‘B + Cvzxazx,u + ]a Dé,u}+
(33)

If we assume v = 0 and j - n = 0 at the boundary, the last surface integration is zero. Once
again, the surface does not contribute to energy dissipation of the active matter system. These define
additional boundary conditions for the velocity and the internal variables via the excessive flux. If
the surface term is not assigned into zero, it will contribute to the energy dissipation. The latter case
includes moving boundaries, which we will not pursue in this study.

We denote

Dﬂ(ﬁ = %(aavﬁ + aﬁva),
Qa‘B = %(aoﬂ)ﬁ — a}gl)“),

(34)
p=dp+v-Vp+Q-p,

O
Q=09Q+v-VQ+[Q-Q-Q-Q],



Entropy 2016, 18, 202 9 of 28

where D is the strain rate tensor, (2 is the vorticity tensor of the velocity field v, p is the convected
co-rotational derivative of vector p, 8 is the co-rotational derivative of tensor Q. Then
—h- %—lt’ = —huypa + VahyOxpy + %aﬁva(pahﬁ — ppha),
(35)
-G: 9 = _Gaﬁgaﬁ + 0uGpy9uQpy + Ipva(Quy Gyp — Gay Qup),
where G : [(3- Q — Q- Q] = 904 (QuyGyp — GuyQyp) due to symmetry of Q, G and antisymmetry of

0. We introduce the antisymmetric part of the stress ¢ and the Ericksen stress 0¢ (Refer to Appendix
A) respectively as follows:

oy = 3(Pahp — ppha) + (QuyGop — Gay Qup),

e 9 9 9
ap = (= H)0up = 3,700 ~ Aasp Py~ O %)

dp0yp = —(COnpt + hyOupPy + Gpy0aQpy)-
Then the energy dissipation is simplified into

gpo _ oo o S s AP e . (37)
o = Jy dx{=0pvalons — 05p — 0Gp) + jaOupt — haPa — GupQup — 11} — Jy Ax9p(0avyy).

From the vanishing surface terms, we summarize the boundary conditions as follows

2 9 . 9 9 9 9

Vv =0 g mtFE =0 jn=0 aPn ntE=0 gxgntH=0 ()

For ¢, p, Q, the boundary conditions (BCs) are mixed (Robin). There are two boundary conditions

for ¢ due to the nature of the transport (the Cahn-Hilliard equation) of c. We remark that if we do not

postulate the transport equation of ¢ in a conservative form (e.g., we use an Allen—Cahn type equation

to describe the transport of c¢), the boundary condition on j will not be necessary. If the surface

energy density dominates, we arrive at the Dirichlet BCs (or the anchoring boundary condition) for

the internal variables:

9 a a

280808 (39)

oc  ‘ap ' 0Q
There are two issues to be addressed in order to complete the derivation through the generalized

Onsager principle. One is to derive the Gibbs—-Duhem relation to identify the Ericksen stress o, B The
other one is to prove that the stress ¢°, given by

Oap = Oup — Unp — Unps (40)

is in fact symmetric. We address these two issues in Appendix A to keep the presentation flowing.
For the time being, we assume both are true. Then, we rewrite the energy dissipation functional
as follows

dEtotul ) O N
= ], dx{Dup0is + ja(~2un) + haps + GopQup + 17). (41)
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The generalized fluxes and the corresponding generalized forces, identified from the energy
dissipation, are listed below

Flux <— Force
0';/3 — Dtxﬁ
O
Qup «—  Gup (42)
Pa  — Iy
Jo < —Oup
r > .

Note that, the generalized forces have different signatures under time inversion. While D
changes sign, the other forces do not. Therefore we distinguish between the components of the fluxes
that show the same behavior under time inversion as the dissipative conjugated forces or fluxes, and
those that show the opposite behavior called reactive conjugated forces or fluxes. We denote the
various components by superscripts d and r, respectively.

The phenomenological equations for the dissipative currents can be written as

d
s Ay 0 0 0 0 Dy
o4 1 x x2
Qus 0 50wk %5 Apr 5 Aupk Asup Gul
®
s | =] O BAL, Ok Abyk Ba he |, (43)
4
jd 0 RAL  Adu YOk (K + woc) pa —ikﬂ
o 0 Asu Be (k4 woc)px A #

where

Anpe = (Padpr + Ppoax) — 50upP101ks
AT = 2(ppburdpr — P 8upoi),
Ag = 206,40 + (77 — 51)8upa + 01 (Quidpr + 00k Qp1)
+02Qk1Qup + a3(PaPrdp1 + SaxPpPI) + apPrPIPaPp,
By = AMpa — wp "varx —wpaV - p,
|

As = 01(pp — BBLET) + (32 — w2V - p — wap - V)Q.

(44)

It is easy to show that the coefficient matrix is symmetric. We insist the passive limit of the active
matter system is a dissipative system. Then, the left upper submatrix is nonnegative definite. So,
the diagonal parameters 7, v, v1, 72 are nonnegative together with a set of constraints on the model
parameters independent of fi. The reactive terms can be written as

‘ch'} 0 —Ay —A, —A; Ay Dy
Baﬁ A0 0 0 0 G
o | = Ay 0 0 0 0 he |, (45)
i AL 0 0 0 0 — Ot
o —~A, 0 0 0 0 ii
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where

A1 = 108,01 + a[Quidp1 + 6k Q1] — a(Qui(Qup + 30up)) + 0151104,

Ay = 3 (ppouk + Pudpr) + 02pk0up,

Ay = v1Ppdardpl + 02Padk,

Az = Z(PpOuk + Padpr) + 03Pk0up, (46)
AL = 12ppdardpr + 03Pudki,

Ay = {papp + G0Qup + B1(0app + Ippa) + 2P - VQup + B3V?Qup — (L2 + {3PuPa)dup,

Al = AySdp

For the reactive fluxes, the coefficient matrix is antisymmetric, implying Flux” - Force = 0; so,
the reactive processes do not contribute to energy dissipation.
We summarize the equations in the following

dc+ V- ((v+wopip)e) = =V - (=yVp + x2G - p — Z1r(G)p + Ah + kpfi + 12D - p + 63Dy p),
dp+V-((v+wip)p) =V -vp+Q-p=h+x1G-p— %r(G)p — AV +Aifip +v1D - p + 62D,

R4V (v+wip)Q) - V-vQ+0-Q-Q-Q—4a[Q-D+D-Q] = %G+%(phjrhp2
— 2 (pVi+ Vip) + {17ipp + D — a(Q : D)Q + (6D, — 1Y — 1uph | 0op Vi fallpllyy 4 70Q,

E)thrV . (pV) = O,

o(pv) + V- (pvv) =V -0, (47)

oc=0%+0¢+ 04,

d J J
T = (= c)oap = 503700 ~ 575,51 08P1 ~ a73y00,7 05 Qaor
V-of=—(cVu+Vp-h+VQ:G),
0" = 3(ph—hp) +(Q-G-G-Q),

0° = Tl +27D +4;(Q-D+D Q) +a2(Q: D)Q+a3(pp-D + D - pp) +as(pp : D)pp

~4(Q-G+G-Q) —wG +4(Q: G)Q — 3 (ph+hp) + 5 (pVy + Vup)

+fpp + LofQ + Pii(Vp + VpT) + fafip - VQ + B37VQ,
where IT = — (77 — %17) Dy — “Q’gc"’ +01Gyy + O2pyhy — O3p 041 + (L2 + (3py Py )i is the pressure.
If we assume the total density p = pg is constant, that means the fluid is incompressible, V - v =0,
D, = 0. Then we can drop the parameters 6;,i = 1,2,3 and IT is the hydrostatic pressure. The
boundary conditions are given by Equation (38).

All the terms related to fi are active energy contributions in the system. If the active energy is
removed from the system, the system is reduced to the traditional passive liquid crystal system, and
our model recovers the usual liquid crystal hydrodynamics model [5,51,52].
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3. Hydrodynamic Model for Apolar Active Liquid Crystal Systems

For the apolar system, we assume the polar vector p = 0 and only consider the tensor order
parameter Q and concentration c. Then, the model reduces to the following.

oic+ V- (ve) =V - (yVu),

#Q+v-VQ+0-Q-Q - 0-4a[Q-D+D-Q]=1G+uD-a(Q:D)(Q+})+5AQ,

HEV(ov) =

d(pv) + V- (pvv) =V - (¢° +0°+07), )

9 )
Ul)ecﬁ = (f - C]/l)é,xﬁ - a(a'[ic) duC — a(aﬁéwg)aszfyG/ V.of = —(CV‘u +VQ: G),
=(Q-G-G-Q),

— MI+2/D+a1(Q-D+D-Q)+a(Q:D)Q
—a(Q-G+G-Q) — G +a(Q: G)Q+ {ojiQ + B31iV>Q.

where IT = —7”Q1<3’Gk’ + (op.

The free energy functional is given by [1]

F=[{49Q: Q+ 9 (Q%) + 12(Q: Q2 + X (voive) + LY |v. g2+ ©
49
C)Q: vV + A ()2 4 BE 7|2},

The system is nematic at equilibrium if « < 0 and v > 0. K is the Frank elasticity coefficient,
the C term is the bilinear coupling of Q and c. A is the compression modulus of density fluctuations
dc = ¢ — cg. We can generalize %C)(Scz into a function of c: h(c).

The conjugate fields are given by

=g =000+ FPi(@) + T (Q: @7 + FFH(VQIVQ) + H V- QR+ C(0)Q: VY

419 ()2 4 B Vel2 + £V : @+ 4% - V- (BV),

(50)
wp = —5g; = ~[0Q+p(Q°~Q:Q3) +1Q:QQ -V (KVQ) — (;Va(LViQip) + 3 V5(LViQia) -

9

Vu(LViQix
Vall¥Quly) 4 C(VVe - tr(VVe)D)).

4. Hydrodynamic Model for Free Surface Flows of Active Matter Systems

4.1. Models for Passive Liquid Crystals
We first consider a mixture of passive liquid crystals in which a free surface separates the liquid

crystal from the other fluids. We denote the total energy of the liquid crystal system in a given material
domain V by

E= | [5IvI7 + (e, Ve p, VP, @ VQ)ldx+ [ [V + g(es, Vscs, Po, Vibe, Qs VsQu)lds, (51)
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where f is the bulk free energy density, g is the “excessive” [53,54] surface free energy density at a
material interface I' within domain V, defined by ®(x, t) = 0, ps is the surface excessive mass density,
cs is the surface excessive active liquid crystal concentration, ps and Qs are the polarity vector and
nematic tensor on the surface, and Vs = I - V is the surface gradient operator, where Iy = I — nn, n
is the unit normal of the interfacial surface, given by n = H;%' Here, we assume the excessive free
energy density g on the free surface depends on the gradients of the order parameters as well. We
assume the velocity across the interface is continuous so that

(@t +v-V)®=0. (52)
The bulk conservation laws are the mass, active species and momentum conservation:
dp+V-(pv) =0,
dt(pv) =V - (0 —pvv) +F, (53)

dic+ V- (cv+j) =0,

where ¢ is the bulk stress tensor, F, is the bulk elastic force and j is the diffusive flux for the
liquid crystal.

The surface conservation laws are surface excessive mass, active species conservation and
surface momentum conservation:

atps + Vs - (PSV) =0,
0t(psv) = Vs - (05 — psvv) + F, (54)

d¢cs + Vs - (CSV + ]s) = jC/

where o5 is the excessive surface stress, Fs is the excessive surface elastic force and j; is the excessive
surface diffusive flux for liquid crystals. We note that v(x,t)|r = v(xs, t) because the surface is a
material surface. We assume v/, = 0 in the following derivation and define

Qs =L[Viv I, - L V'], Ds=L[Viv L+ (Vsv)T] (55)
We define the invariant derivatives on the surface as follows
%cs = 0dtcs + v - Vs,
Ps = 0tps + v - Visps + Qs - ps, (56)

Qs:ath+V'sts+Qs'Qs'Is*Is‘Qs‘Qs-

In the following, we give a simple proof for the invariant derivative: ps. If both the background
moving surface and the director ps on the surface rotate around the normal n at the same angular
velocity 6. Then the surface velocity vi = Is- (6 xr), and Qs - ps = —I; - (6 X ps). At time ¢,
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the director at location r is ps(r,t). After a small time At, at time t + At,the director at the location
r+ - (0 x1)Atis ps(r+1s- (0 x 1)At, t + At) = ps(r,t) + L5 - (6 x ps(r, 1)) At + O(At?),

Ips — lim ps (r,t+At) —ps(x,f)
of At—0 At

— lim ps (r,t+A) —ps (r+1s- (0 X 1) AL t+AL)+ps (r+1s- (0 X 1) AL E+AL) —ps (1)
At—0 At
_ g}glo 715.(9><r).Vps(r+Is-(9><r)aAAtt,tJrAt)At+IS-(prs(r,t))At, ae(0,1) (57)

=—I;-(0xr) Vps(r,t)+1Is- (6 X ps)
= —V: VSPS _QS 'ps.

So, ps = 9tps + v Vsps + (s - ps = 0 under a pure rotation on the tangent plane, which
is equivalent to say that ps is an invariant derivative. For tensor Qs, we can show its rotational
invariance in the tangent plane analogously using its definition.

Then the energy dissipation rate is calculated as follows.

L= [~V (@) +v Fer E5+ 5L B35 R+ V- (vf)laxt

9 9 9
Sl 0epjmi + 5ot Qi + g dren; + vn : o]ds+

Jrl380ies + 55 s + 58 1 01Qs + 50 - 04(Vits) + 505 1 (Veps) + gurg 01 (VeQs) + Vs - (vg)lds+

Jrlv - (Vs - 05 + Fs)]ds

(58)
:fv[—(Vv)T:(U—U“—UB)+V~Fe+j-Vy—h~p—G:8}dx+

5 P P :
fr[[W{P/atPjni + ngﬂ(atQ]‘k”i + gezdien; +vn s o — p(evi +ji)n; — vioin; + foini]lds+

3 dscg 98 dsps 9 d;Qs
Sl +58 S+ 38 5 4 +av(: 'a(VsCS)+avp a(VSPS)JraVQ (V5Q5)+avC v Vs(Vses)+

% t (v Vs)(Vsps) + %(v V) (VsQs) +8Vs v+ Vs (vo)lds + [[(Vsv)T i (—05) + v - Fslds.

Here, the notation [[-]] denotes the jump of the variable {-} across the free surface. For simplicity,
we assume the surface energy is short-ranged: ¢ = g(cs, ps, Qs),

0
= [y[-(VV)T:(c—0"—0*)+v-Fe+j-Vu—h-p—G:Qdx+

3 3 3 .
fr[[rvficatcm + 73v{p]. orpjn; + 7avigjkatij”i +vn: o —p(evi+ji)n — viognj + foing]lds+
(59)

fr[gf: dd? {?ﬁ ']55"‘3%: 1 Qs — apﬁ (QS'PS)_ (s Qs I — I - Qs - Q) +gVs - v+ Vs - (v-05)]ds+

Jrl(Vsv)T 2 (—05) + v - Fy]ds.
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We note that the one-sided limit of the internal variables, assuming they are defined globally, can
be related to the surface value via the adsorption coefficients as follows:

c+|r = Kexcs,
Pi‘l" = Kp,ips/ (60)

Q-|r = Ko+ Qs,

where K; +,i = ¢, p,Q are the adsorption coefficients from the + and — side of the surface. In the
following, we consider one side (—) of the surface as an isotropic viscous fluid where K; _ = 0, we
only need one absorption coefficient, that is K; . = K;. Hence, we drop the subscript & on the K’'s.
These define the relations between the internal variables on the surface and the ones in the bulk. With
these assumptions, the energy dissipation reduces to

[}
£ = [L=(VV)T:(c—0"—0°)+v-Fe+j - Vu—h-p—G:Qldx+

Jelvm: (0= 0) —pev+j) m—n- 75 (v Vop —n- g : (v- Ve)Q = n- 5 (v- Vo)e + fv- n]lds+

(61)
JrlGEE +Kem - 55) S5 + (G + Kon- 55) - P + (8 +Kon 5dg) : Qs — (5 + Ky 55) - (s ps) -
(a%s + Kgn - %) 205 Qs I =I5+ Qs - Q) +gVs - v+ Vs - (v05)lds + [([(Vsv)T @ (—05) + v - Fslds.

It follows from the transport equation for cs that % = —Vs-ves — Vs - js + jo, where j is an
excessive surface density growth rate. The energy dissipation reduces to

£ :fv[—(Vv)T:(a—a"—ae)+v~Fe+j-Vy—h~p—G:a]dx—&-
fr[[vn:(a—ae)—y(cv-i-j)-n—n~%-(v-vs)p—n-% S (v-V)Q—n- L (v-V)e+ fv-n]lds+
Sl GG Ken - ) (Ve ves + Vs (5-s) — o) + (g5 +Kpn- 55) - Ps + (58 +Kon - 3) : Q= (62)

(55 + Kpn- 535) - (Qs - ps) — (58 +Kon - 50g) 1 (- Qs - L = L Qs - Q) + gV - v + Vs - (v 03)Jds+
Jel(Vev)T 2 (=05) + v - Fslds,
where we have used the assumption j; = I - j;. The integral term consists of

/VS~(v-cfs)ds:/(Vso(ls~v~as)—2Kv~ason)ds:/a V'0'5~dL+/72KV-0'S‘ndS, (63)
r r r r

where x = %(K1 + K7 ) is the mean surface curvature, k1, k are the principal curvatures of the surface.
The first term is assumed 0 because if oI' € dV it is true automatically, otherwise, I' is a closed surface
so that oI = {¢}. Then, the second term is added to Fs.
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From Equation (62), we define p; = % +K.n - aa—vfc,hs = —(a% + Kpyn avfp) G; = (aQ +

Kon - %), which are the chemical potential, molecular field and the corresponding variation field
to Qs on the surface. We then define the following

oS =0—0"—-0°,
05 =05 — (g — Csps)Is — %Is - (pshs —hsps) — (Is - Qs - Is - Gs — I - G5 - Is - Qs),

Fs + [[(0 = 0)]] -0+ [[f — pellm — Ke(n - 58 ) Vises = Ky Vips - (n- 585) —

(64)
KoVsQs : (n 5dg) — 2x0y -0 =0,
—[[wl] - n+jeps <0,
F. = 0.
The energy dissipation reduces to
dE < [ [~ (0°4+j-Vu—h-p—G: de+fr (Vev)T 1 0% + s - Vpts — hs - ps — Gs : Qg]ds.  (65)

Here we drop the term fr Vs - (Is - jsps)ds, which is a line integral assumed to be 0. This
formulation allows us to apply the generalized Onsager principle to obtain the constitutive relations.
Since the passive liquid crystal system is a special limit of the more general active liquid crystal
system, we will focus on the constitutive equations for the active liquid crystal.

4.2. Models for Active Liquid Crystals

For active liquid crystals, we need to add the active energy contribution r/i to the total free energy
functional. Namely,

£ < [ :0°+j-Vu—h-p— G Q—ry}dx—i— (66)
f[ (VSV) 0' +]s vsﬂs h; - “Ps — -Qs_rs]/ls]dsl

where r is the active energy consumption rate and i is the active energy potential in the bulk, s and
#is are the corresponding quantities on the moving interface. In the bulk, we have proved that ¢® is
symmetry (see Appendix A), so that

(V)T :0* =D: 0" (67)
On the surface, we assume that 0; = I; - 05 - I; and it is symmetry, such that
(Vsv)T i 08 =D; - 08 (68)

Then, we can apply the generalized Onsager principle to arrive at the constitutive relations.

We denote the generalized flux as F = (05,8, P.j-t Ug,Qs,f)s,js,rs) and the generalized force
as U = (D,G,h, —Vu,1,Ds, Gs, hs, —Vspis, is). We find that the bulk free energy also gives a
contribution to the surface generalized forces in G, hs, —Vus. The generalized Onsager principle
states that

F = (Dsym + Danti) - U, (69)
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where

i Dy O
sym — 0 Dgym ’

Dt .. 0
Danti = ( 1(1)ntz DS ) 4

anti

(70)

nym,Dgym are 5 x 5 symmetric matrices and Di’nti, D: . are 5 x 5 antisymmetric matrices,
respectively. We use subscripts a5 for tensors and « for vectors in F and use subscripts kI for tensors
and k for vectors in Y. Then, the corresponding coefficients can be written as follows. First, the

coefficients in the bulk are given by

Ap 0 0 0 0
0 %%k%l LAupe  BAuk Asup
Dgym = 0 %Azkl %dxk Abyk By ’
0 XRAL,  Ady YOak (x + woc) pa
0 Aspu By (x+woc)pk A
(71)
0 -A1 Ay —A; Ay
AL, 0 0 0 0
Db =1 A, 0 0 o o [,
AL 0 0 0 0
“A, 0 0 0 0

where

Aupk = (Padpr + Ppdak) — 30upP101ks

Al =2(ppdurdp — %ﬁ%ﬁ%),

Ao = 20881 + (77— 517)0ap0u + 01 (Quidpr + 6k Q1)

+a2Q1Qup + a3 (PaPkdp1 + OakPpPI) + AaPrPIPaPp)

By = Mpy —wp - Vpu —wpaV - p,

A1 = vo0uibp1 + a[Quidpr + 6k Qpr] — a(Qui (Qup + 304p)) + 018up,

Ay = Vil(p/g(sak + ppﬁﬁk) + Gzpk(saﬁ, (72)
A) = v1Pp0ardp1 + 02Pudki,

Az = F(PpOuk + Padpk) + 03Pkup,

AL = vappdukdpr + 03Pudk,

Ay = gPaPﬁ + gOszﬁ + lgl(aﬂépﬁ + aﬁptx) + Bap - anﬁ + ,BSVZQaB — (G2 + g?)PaPa)&aﬁ;
AZL = A45ak5ﬁlr ’

As = C1(pp — HPTI) + (L2 —w2V-p—wyp-V)Q.
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Similarly, the coefficients of the matrices defined on the surface terms are given by

A} 0 0 0 0
0 1 wk‘sﬁl X%Aiﬁk % Atsxﬁk A3 0B
D= 0 b LAY 0w A5y B ,
0 & Is - A,SX]Z; A® Is,zxk ')’sls,txk (KS + (’JBCS)IS,D(/S Ps
0 A3y B} (K% + wics) pr N\ (73)
0 —A] —A5 —Ay A
Ay 0 0 0o 0
Diwi=| 4 0 0 o 0 |,
A5 0 0 0o 0
Ay 0 0 0 0

where

A g = (Psadpk + Pspoak) — 30apPs 01k
A5 =2(py p0urdp1 — "5 up0r)
AS - 217 Is/txkls/[il + (—s - %Ws)éklls,aﬁ + ‘Xi (Is,ans/jkIs,ﬁl + Is,lkus/les,ﬁj)
05 Qs 1 s 0i Qs,ij s, g + 5 (Ls i Ps,iPs kLs 1 + Lo akPs,iPs,iLs, pj) + 04Ps kPs, i Ls i Ps,iPs,jLs g
Bs —/\1Psoc (UPSV pszx*wpsvcvs Ps,
Al = V(] L uilspr +a *[Ls zx/QS]kIs g+ 1s lkuS]IL: ﬁ]} — @ (Qs pLs i (Qs,i ij + (51]) a]ﬁ) + 01011 B
AS (175] sockISJﬁ +1 ,jPs,j sﬂk) +92pskleaﬁr (74)
A = V1 Ps, ﬁéak(sﬁl + 92?75 w0kl
AS (ps; sakls;ﬁ+laa1p>] sﬁk) +93pbklsaﬁr
A3 = Vzlﬂs,;sls,akfsﬁz + 0315 apPs,pOk1,
Ai = T0i (% psipsj + 05 Qsij + B (ips, + 0jps,i) + B3ps - Vs Qs ij + B3 V2Qsij — (35 + T5p5,iPs,i)6i) Vs g
A5 = A36udp1,
= &5 (peps — B0 + (55 — w3 Ve e —wips - Vo0

N

Notice that structures of the coefficient matrices in the bulk and on the surface are similar. The
resultant transport equations on the boundary are summarized in the following;:

0tCs + Vs - ((V + ws,ﬁsls . Ps)cs) =—Vs- (_')/SIS . Vs]/ls +X§Is - Gs - ps—
g tr(Gs)Is ps + + A°Is - hg +«°I - Psﬁs +V§Is - Dy - ps + egDsnyIs . Ps) +jc/

atps + Vs - ((V +wsﬁsps)ps) - Vs SVps + Qs - Ps = h +X1G5 Ps — (GS)PS
)\SVSHS + /\iﬁsps + ViDs ps + GSDS,’Y’YPS/

aQS + Vs - ((V+W§,ﬁsps)Qs) _‘Vs vQs + Qs - Qs - Ig — I - Qs - Qg _as[ls cQs D Is + I - Ds - Qs 'Is]

= 'Yli G; + 21 (Pshs + hsPs) - %(Psvsﬂs + vsﬂsps) + giﬁsPsPs +V(S)Is D - I — ”S(Qs : Ds)ls -Qs - I+
SQg: SPs-Vshs ips-hs 135 | ps I ~

(GEDS,’Y'Y _a Q§4D5 )Ig + (?(zP 5 Ms ?(1P3 _H glgp I )I +€;ySQ5/

atps + Vs - (PsV) =0,

3 (psv) = Vs - (05 — psvv) + Fy, (75)

0f =05 — (g — csps)Is — 3Is - (pshs —hyps) — (I - Qs - I - Gs — L - Gs - Ls - Q5),
F, + [[(0 = 09)]] - n + [[f — pelln — KeVies(n- o) = KpVops - (n- 53 )~
KoVsQs @ (n- %) 2k0s -n =0,

—[[mll-n+jeps <0,

‘75 =1I- (*HSIS +217st + “i(Qs -Ds+Ds-Qs -1 ) + az(Qs DS)Q:. Is + “3(PSP< Ds + Ds PsPs - Is)+
a;(l’sps . Ds)psps I — as(Qs G- Is +Gs - Qs - Is) - V(]Gs Is +a° (Qs : )Qs I — *(Psh I+ heps Iq)
%(Psvsys I + Vs]/lsps . Is) + @Sﬁspsps I+ C(s)ﬁst I+ /Sslﬁs(vsps + VSPS ) I+

ﬁ%ﬁsps - VsQs - I + ﬁ%ﬁsngs . IS)/
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where IT* = —(77° — 37°) Ds 5y — % + 601Gy + 03ps,0lts,y — 3P0,y s + (85 + C3PsyPsy ) s s
the surface-excess pressure.

Let’s examine the inequality —[[¢j]] - n + jeps < 0. If we assume jo = 0 and [[j|]] - n = 0, the
inequality is satisfied. If on the other hand we assign [[j]] -n = 0 and j. = —% Us, the inequality is
satisfied. If in addition, we assume the flux js as zero, the transport equation for c; is given by

1
01cs + Vs - (csv) = —;ys. (76)

This is an Allen—Cahn type transport equation for the excessive surface concentration.

We have derived the governing system of equations for the bulk as well as for the free surface.
The surface transport equations serve as the dynamic boundary conditions for the bulk transport
equations at the free interface. The passive liquid crystal limit is embedded in the model for active
liquid crystals. One important point we show in this derivation is that the boundary transport
equations together with the bulk transport equations can be derived together through the generalized
Onsager principle to ensure consistency in the model. If we impose that the passive limit is
dissipative, the corresponding submatrix in the Onsager relation must be nonnegative definite. The
model we present can be extended by adding additional higher order terms. The mathematical
structure behind the model is persistent, in which variational structure and energy dissipation
structure for the passive component are clearly delineated. We next reduce the model to the isotropic
viscous fluid model so that one can examine the consistency in a simple fluid limit.

4.3. Static Boundary Conditions

In a simple case, we consider the static boundary conditions on the free surface. If we set
i, 75,7’ as zero, we recover the static boundary conditions given below,

=0, hy=0, G;=0. (77)

If ¢ depends on the internal variables rather than their spatial gradients, these translate into
the following.

Kegdeni+ 38 =0, Kpyeboni+ 35 =0, Kogddgni+ 38 =0, (78)

where we assume that outside of the active liquid crystal region is an isotropic viscous fluid, thus the
jumps [[-]] across the surface are the limits of the variables to the surface in the active liquid crystal
domain. These are most likely Robin type boundary conditions.

The kinematic boundary condition is given by the following

(0t +v-V)P=0. (79)
The kinetic boundary condition is

Vs-05+Vsg+2kgn+Fs =0,
(80)
F; = —[[c—0c°]]-n—[[f — uc]jn — VSCSac Vsps - 59 — VsQs aQ ,

where o7 is defined in the above subsection, and we have used the boundary conditions (78)
and o; -n = 0.
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Next, we consider the specific apolar active liquid crystal system, whose model is given in
Section 3. The bulk and surface free energy of the system are given by

f=f(c,VeQ,VQ),

(81)
g =go(cs) +g1Qs : nn.
Then
e) 0
M= 3+ Koy o m,
(82)

G; = gi(nn) +KQ% ‘n.

Thus the boundary conditions for cs, Qs on the free surface are s = 0,Gs = 0. The kinetic
boundary condition is

Vs-05+Vsg+2kgn+Fs =0,

9 9
Fs = _[[O-_O-E]] 'n—[U_VC”n—VsCsa%i—sts : ﬁ/ (83)
0f =Is- (=1L + 27°Ds + a§(Qs - Ds + Ds - Qs - Is) +a5(Qs : Ds)Qs - I
+0571:Qs - Is + B3 V2Qs - I).

The model we derived include many liquid crystal models and the viscous fluid model. For an
isotropic viscous fluid, the surface stress tensor and elastic force are given by,

os = gls, Fs = —[[0]] - n. (84)

The surface excessive momentum transport equation is given by
9t(psv) = Vs - (05 — psvv) — [[o]] - n. (85)

In the inertialess limit, the kinetic boundary condition reduces to
Vs 0s—|[[e]] - n=0. (86)

This is the kinetic boundary condition commonly used in studies of fluid dynamics of viscous
fluids with free surface boundaries.

5. Conclusions

We have derived systematically the transport equations together with the boundary conditions
for an active liquid crystal in a confined fixed domain and in free surface domains using the
generalized Onsager principle. The model reduces to a general hydrodynamic model for passive
liquid crystals when the activity is absent, where energy dissipation is guarranteed. Likewise,
the boundary conditions reduce to static boundary conditions. The resulting model equations
incorporate many momentum-conserving models for liquid crystals with which to study complex
interfacial phenomena involving active as well as passive liquid crystals. Detailed analyses of the
model together with their applications to active matter systems and development of numerical
schemes will be pursued in subsequent studies.
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Appendix A: Translational and Rotational Invariance of the Free Energy

In this appendix, we identify the Ericksen stress ¢¢ from the translational invariance of the free
energy and the antisymmetric stress 0 from the rotational invariance of the free energy. In addition,
we use the angular momentum conservational law to prove symmetry of stress o°.

A.1. Ericksen Stress o

Our goal is to drive the Ericksen stress ¢° of this system. The free energy density

f = f(c,9aC, pu, 8ﬁp,x, Qup antxﬁ)' The total free energy is F = / dxf. If the volume V (with surface
Vv

S = dV) of the system is changed by an amount V to volume V + 6V, the change of the free energy is

OF = / de €+ 8c,04C + 804C, P + Opa, aﬁptx + 5aﬁpm thﬁ + 5thﬁ/ WQa,B + 5a’erxﬁ)
— /V dxf(c, daC, Pu, 85Pa, thﬁr a'yQucﬁ)

xf(c, dqc, Pas 9pPas Qups 7Qaﬁ)

l af of of
+/ (2 R R Crm L

Jf %)
Q 5Q¢xﬁ + a(ayQaﬁ)‘sa’YQaﬁ]

- /5 A4S fita) + / dX[i0c — 1a0Pa — GapdQup)

+ [ axfa 5¢) + a5 (aﬁf; OB (ajgaﬁ)(sQ”‘ﬁ)] (dx = ugdSy in 6v) B
= [ dsulfu) + /V dx[p13¢ — hadPa — GapdQup)
+/ds g{: +/dsﬂ aafp 5p4] +/dS ajé ﬁ)(sgw]
-/ sl vl ], X1c0(tia) + o (3gpe)its + Gap (3, Qug )]
—/dSa 356 ug) — /dsﬂ ;;(p )(37Pa)ufy] —/Sdsv[a(ajéxﬁ)@e@aﬁ)ue],
where y = ‘g—f = f — da( (f )) is the chemical potential, h, = % = —aa;; —i—aﬁ(a(ai];a)) is the

molecule field, G,p = — ‘S‘Cs;—iﬂ = — ﬁ + aﬂ,(m) is the conjugation field of Q.

Here, we have made use of 6c = —(da¢)uy and dpy = —(9ppa)up and 6Qup = — (91 Qqp) iy, that
means the movement of the matter volume is linear and there is no rotation, where u(r) is the change
from V to V 4 6V in the direction normal to the original boundary dV. We obtain the expression of
the Ericksen stress tensor ¢*:

e __ 9 9 9
= (f = H)0up ~ T390 = a5 Py ~ Ty 20 Q- (A2
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In order to derive the corresponding Gibbs-Duhem relation, we first calculate the total
differential of the free energy

df = Sdc+ 5554000 + 5L dp,x+a(a 5 d(3ppa) + 70 Sdpas + a0y oL —d(3pQuy)
(A3)
= udc — hadpy — Gugd a2 de) +95(- L d 3 (snL—d
pac — nadpy apdQup + vé(a(a B de) +9p(573 3ppa) Pa) +04(5 33, Qup) Qup)-

Then, we have

) 9 3
dogg = (df —d(cp))dup — d(a(aic) Ouc + a(aﬁ];y)a“m + Wéye)a“gw)

A4
= [—edp = hadpy — GredQn0)0up + 94(5 (f 7AC)Sup + 94 (afp 74P5)0up (A9

J
0 (575, 57 1Q08)ap — A 5310u + 50375 0uPy + 3735003792 Q)

It follows that

dpUg = [—cppt — hy9ppy — Gp9pQn0] w:a o ( (f )Bﬁcz) w6 055" of o7 08P8)oup
+01 578 Q0)op = Op 57500 + 7355 >aai’v+a(aﬁ§w 92Qy0) (A5)

= _Caa?’l - hvatxpﬁf - G’yeath'yQ-

This is the Gibbs—-Duhem relation. Finally, the change of the free energy is given by

oF= /v dx[c0a (pta) + ha(9ppa)up + Gup (07 Qup)un] + /5 dSp[ot pita] (A6)

= | x{cdu (i) + ha(Bppa)iip + G (34 Qug )ity + (i)

If the displacement u(r) is constant, that means the change is a pure linear translation,
aﬁu,x =0, then

SF = /V dx[cdufi + hy (3upy) + Cpy (3:Qpy) + 9051t = 0. (A7)
This is the translational invariance of the free energy.

A.2. Antisymmetric Stress o*

The free energy is also invariant under a pure uniform rotation around the original point with
respect to an angle 6. The displacement u = 0 X r, that is u, = €,4,0p7,. The changes of the variables
are oc = *Ll,galgC, opu = f(uﬁaﬁp,x + €aﬁ79ﬁp’7)’§Qt¥/3 = f(uyaa,Qaﬁ + eaé*chSQ'yﬁ + eﬁMQ(;QW).
Under the pure uniform rotation, the convected co-rotational derivatives of a scale, a vector and a
tensor are all zero. For the scalar, that is d;c + v - Vc = 0, then

ac
oc = gét = —vgdgcot = —updpc, (A8)
where the velocity is defined as vg = ug/dt, that means that after a period of time 6t the displacement
is ug. For a vector, we have dip + v - Vp + Q- p = 0, then

d

bpu = 10t = —(0pdpPa + Qappp)dt = —dypu + €apy 0P, (A9)
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where ()40t = —emﬁey. For a tensor, the convected co-rotational derivative
4Q+v-VQ+0O-Q—-—0Q-0O=0,then

30,
0Qup = 520t = —(0707Qup + Ny Qyp — QunQyp)0t = (A10)
_u'ya'yQaﬁ + ems’Ye(SQ’Y.B + 6/3‘570‘5Q7“'

We list some useful formulas as follows:
€xpy = —€qpus €any =0,
dp(up) = €apyBp0p(ry) = €apy0p0p, = €applp =0, (A11)
05 (Ua) = €xpy0p0s(ry) = €apy0pdsy, = €apslp-

Then, we calculate the change of the free energy,

dF — / dSalfita] + / dx (8¢ — hadpe — GapdQug]

of of of
+ J, n G 700) + 38 55 g9 + {55 50up)

—/dSa — cplu /dx 9p(05p)1a] /dX ha€upyOpPy + Gup(€asy05Qqp + €657 05Qra)]

af of of of
1555559 ~ 3PP~ 50 el [ Sl "
* fasil- = ST P gy Qe+ [ A8l et

a
+/Sd55 W(GMV%QW + €65495Q7a)]

:/dsﬁ ;Bulx _/ dx aﬁ oﬁﬁ Uy _/ dx h eaﬁ'yeﬁp7+Gtxﬂ(etw’yetSQ’yﬂ+€‘B(579(5QW¢H (A12)

d
+/ dsé[a(afp )Gam@ﬁ}?'y +/d59 W)(eaé'yebQ'yﬁJreﬁéweéQ'm)]

= / dX ,Setx'yﬁg“r / dx ap'y - Pahv) + (Ga(SQ(S'y - Qaécﬁ'y)]ea/}'ygﬁ

of of
+/d55 a 5Pa )Pv (a Q. 9>Q79+ a(a(ng“)Q’Ye)]eaﬁ'Yeﬁ

- /V €apy0pl0%, + 0% Jdx + /5 €upy 03P (07 - dS)y +2 /S €upr05[(Q - M2 - dS),.,]
= O,

- _1 P __29 Q _ _29 Q
where we define o = 5 (Pahp — happ) + (QusGsy — GasQsy), Tpp = Wé’w)' Mg, = m Mg,
is symmetric about &, . Because the rotation angle is arbitrary, we get the relationship of the angular

momentum.
/V €upy |0, + 0% Jdx + /S €apy Py (07 - dS) +2 /5 €45,[(Q - M2 dS),,] = 0. (A13)

We show the z-component clearly,

[, 1o — o]+ g — AT+ [px (o7 - dS))+
(A14)

Z/Seym[(Q~MQ-dS)W] —0.
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The second term on the right-hand side is the torque on the surface due to polar order p, and the
last term is the torque on the surface due to nematic order tensor Q.

A.3. Angular Momentum Conservation Law

We have calculated that the dissipation of the total energy

0to . D o~
dEdftt ! = — Adx {(aﬁle)o—;ﬁ +]1x(_a,xﬁ) + Pah,x + G“.BQ“ﬁ + 7’]/[} , (A15)

where 0 g = Oup — g g~ Up’fﬁ. We need to prove that ¢® is symmetry using the angular momentum

conservation. The angular momentum conservation law is given by

G ([ axtexpm) = [xx ((=pw)-as)+ [px (o7-as)

(A16)
+2/s€“m[(Q M€ - dS) ],
where (755 = % and MD%W = #éw) are defined above. The term on the left-hand side is the

derivative of the total angular momentum in the volume. The terms on the right-hand side are the
total torque acting on the surface. There are three contributions: the first one is the torque of the stress
(0 — pvv) acting on the surface; the second one is the torque of the polarity vector (p) acting on the
surface and the last one is the torque of the nematic order tensor (Q) acting on the surface. We use
the linear momentum conservation law to transform the left-hand side of Equation (A16) and use the
Equation (A14) to arrive at:

[, Aoy = sl = = [ ax{log = ofy] + [og — o8 1, (A17)

where we only show the z-component. Analogously, we can get the x, y-components. Because ¢ is
antisymmetric, then we get the antisymmetric part

310 = 0%)ap — (0= 0°)pa] = 03 (A18)
So, the stress U;ﬁ = Opp — ‘TZﬁ — Uiﬁ is symmetric, i.e., aﬁvaajﬁ =D:o".
A.4. The Convected Co-Rotational Derivatives:

The convected co-rotational derivatives of the polarization and nematic order are defined by

p:%—f+v-Vp+Q-p,

(A19)
0 20
sz"‘V‘VQ“‘[Q'Q—Q'Q]/

where v is the velocity of the background fluid, Q,Xﬁ = %(8,1% — aﬁv,x) is the vorticity tensor. The

O
vector p and tensor Q represent the rate of change of the field p and Q with respect to the background
fluid, which are translational and rotational invariant.
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A.4.1. Translational Invariance

If both the background fluid and the director p move with a constant velocity v = vy, then
Q=0,Q-p = 0. Attime ¢, the director at the location ris p(r, f). After a small time At, at time { + At,
the director at the location r + voAt is p(r + voAt, t + At) = p(r, t).

dp _ lim p(rt+At)—p(r,t)

E A0 At

i P(REEAD) —p(r+voALt+A)+p(r+voAtt+AL)—p(r,t)

= Jim s (A20)
. —vy- A At)A

— lim =% VP(”‘ZO LEFADAE —v.Vp,

At—0

where 7 is some constant, 0 < a < 1. So, p = %—}; +v-Vp+ Q- p = 0under a pure linear translation.

O
Similarly, we can show Q = %—?+V-VQ+[Q~Q—Q~0] =0.

A.4.2. Rotational Invariance

If both the background fluid and the director p rotate around a certain axis at the same angular
velocity 6, velocity v =60 x r,and Q- p = —0 x p. At time ¢, the director at the location r is p(r, t).
After a small time At, at time t 4 At, the director at the location r + 0 X rAtis p(r+ 6 x rAt, t + At) =
p(r,t)+ 60 x p(r, f)At.

ap — lim p(rt+At)—p(rt)

of At—0 At

— lim p(r,i+At) —p(r+0XrALi+At)+p(r+0 X rAt,i+At) —p(1,t)
At—0 At

(A21)

—(0x1)-Vp(r+(0xr)aAtt+At) At+0x p(r,t) At
At

= lim
At—0

—(@x1) - Vpr,t)+0xp(r,t) =—v-Vp—Q-p,

where a is some constant, 0 < a < 1. So, p = %—E’ +v-Vp+Q-p = 0under a pure rotation. For
tensor Q, we recall from its definition Q = [, (00 — D fa(x,0,£)d0 = M — L. Using the result of p,

M(r+ 6 x rAt, t + At) = [,(0 460 x 0)(0 + 6 x 0AL) fy(x, 0, t)dD
=M(r,t) + [, (00 x D+ 6 x D0) f4(x, 0, £)dDAt + O(A?t)

= M(r,t) — [,(P[Q- 0] + [Q- 9]0) fu(x, 0, £)dDAL + O(A2H).
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The time derivative is

M _ iy MOEHAD M5t
ov: — m —~———~2 v
o T A0 At

M(r,t+At) —M(r+60 XAt t+At) +M(r+0 X rAt, i+ At) —M(x,t)

At—0 L

— Iim —(0x1)- VM(1+(0 x1)alt,t+At) At— [, (0[Q-0]+[Q-010) f4 (x,0,£)d0At+O(A%E) (A22)
A0 At

=—(0x1)V — [y (010 0] + [ 9]0) fu(x, 0, £)dD

=—-v-VM+M-OQ-Q-M

NoticeQ = M — ¢! 7- we have the rotational invariance on Q: Q = at +v-VQ+[Q-Q-Q-

Q] =o.

Appendix B: Surface Divergence Theorem

The surface divergence theorem is [53]:
Jor GiRju,.. = [r[VsiRiu,.. +2k0 Ry, Jds = [1 Vsa - (LsaiRj,..)ds. (B1)

This leads to the integration by parts formula,

fr ]kl Saﬁ,“y dS— fr jkl,.. vszsaﬁw ds+

B2
Jor a, R;kl,...sam... Jr2ni R, Sup,y,.. 45, ®2

where x = %(Kl + K7 ) is the mean surface curvature, 1, k are the principal curvatures of the surface.
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