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STEADY STATES AND THEIR STABILITY OF HOMOGENEOUS,
RIGID, EXTENDED NEMATIC POLYMERS UNDER IMPOSED
MAGNETIC FIELDS*

GUANGHUA JIf, QI WANG!, PINGWEN ZHANGS,
HONGYUN WANGY, AND HONG ZHOU!

Abstract. We study the steady state phase behavior of homogeneous, rigid, extended (polar)
nematic polymers or nematic dispersions under imposed magnetic (or electric fields), in which the
intermolecular dipole-dipole and excluded volume interaction as well as external field contribution are
accounted for. We completely characterize the phase diagram for polar nematics with and without
permanent magnetic moments (or dipoles). For nematics without magnetic moments, the steady
state is either purely nematic or polar depending on the strength of the excluded volume and the
dipole-dipole interaction, in which the nonzero polarity vector (the first moment vector) is coaxial
with the second moment tensor; thereby the steady state pdf is determined essentially by up to three
scalar order parameters and a rotational group of SO(2) transverse to the imposed field direction.
For nematics with permanent magnetic moments (or dipoles), the steady states are polar and the
polarity vector is parallel to the external field direction when a necessary condition for parameters
is met. When the condition is violated, only stable steady states have their polarity vector parallel
to the external field direction and there are thermodynamically unstable nonparallel states. The
stability of the steady states is inferred from the minimum of the free energy density.
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AMS subject classifications. 45K05, 70K50, 82B26, 82B27

1. Introduction

Kinetic theory is a useful tool in modeling soft matter and complex fluids [2,
4, 8, 24, 9]. In the past, it has been perceived as colossal and complicated—hardly
accessible to theoretical analysis. Given the rising interest in kinetic theory in the
mathematics community these days, various attempts have been made to analyze
the properties of the partial differential equations in the kinetic theories and obtain
their solutions semianalytically and numerically [23, 11, 12, 13, 14, 15, 16, 17, 18, 5,
6, 7, 10, 23, 34, 35, 26, 40, 38, 20]. A recent review of the state of the art in the
mathematical and numerical analysis of multi-scale models of complex fluids is given
by Li and Zhang [25].
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In a series of papers [38, 20, 41, 42], we have given a systematic study of the exact
solution of the Smoluchowski equation with the Maier-Saupe excluded volume poten-
tial [29, 30, 31] and (or) the dipole-dipole interaction potential in implicit form using
a reduced order or projection method for the Doi-Hess kinetic theory [9]. In [38], we
studied the phase behavior of rigid nematics dominated by either the excluded volume
or the dipole-dipole interaction coupled with an imposed external field. Therein, we
identified the order reduction strategy that we have adopted in all the subsequent
studies in the series. In [41, 42], we proved a series of theoretical results establishing
the conditions for bifurcations of steady states and the asymptotic behavior of steady
states near the bifurcation point in phase space in models with both dipole-dipole
and excluded volume interaction. In [20], we proved additional theoretical results for
steady states of the Smoluchowski equation and obtained the complete bifurcation di-
agram for polar nematics absent of external fields. In the above studies, we applied the
reduced order method to various limiting cases of dilute or concentrated, nematics or
extended (polar) nematics, with or without the external field. By extended nematics
we mean here the nematics that exhibit instantaneous dipoles or magnetic moments;
therefore, the dipole-dipole interaction must be accounted for. We have established
rigorous mathematical theories for the existence of certain types of solutions and their
stability [38, 20, 41, 42], as well as detailed phase bifurcation diagrams [38, 20]. One
of the examples of extended nematics or polar nematics is the nematic liquid crys-
tal polymer consisting of bowlike molecules, which were studied experimentally and
numerically in the past [3, 21, 27, 28, 39].

In this paper, we extend the previous studies on homogeneous rigid extended
or polar nematics by examining the steady states subject to the dipole-dipole and
excluded volume interaction under imposed external fields in dilute and concentrated
regimes with or without the permanent magnetic moments (or dipoles). This will
give a closure to the study of the steady state solution behavior governed by the
Smoluchowski equation with the potential given by the following form

3NkpT kgT
V:—kBT(uE+a<m>)-m—TB<mm>:mm—ao &

EE:mm, (1.1)

where p is the strength of the permanent dipole (or magnetic moment) of the molecule,
« is the strength of the dipole-dipole interaction potential due to the intrinsic dipole
(or magnetic moment) on the molecule, g is the difference of the polarizability (or
susceptibility) parallel and perpendicular to the molecular direction known as the
anisotropy, E is the external magnetic (or electric) field, N is a dimensionless pa-
rameter describing the strength of the Maier-Saupe excluded volume potential and
quadruple-quadruple interaction, kg is the Boltzmann constant and 7T is the absolute
temperature [9, 1]. In this model, we describe the orientation of the extended nematic
molecule by a unit vector m, which is in the permanent dipole (or magnetic moment)
direction if p#0 so that ;> 0, or in the direction of the averaged dipole when p=0
so that >0 in the latter case. We remark that all the material parameters are nor-
malized with respect to kg7 in this paper. So, we effectively set kgT'=1 in all our
numerical calculations.

We adopt the Maier-Saupe potential as the excluded volume potential in the stud-
ies [29, 30, 31] because it is an approximation to the integral form Onsager potential
[9]. Although the Maier-Saupe and Onsager potential give the same behavior qual-
itatively, theoretical analysis with an Onsager potential would require a completely
new set of tools which are yet to be discovered, because the Onsager potential re-
quires a complete set of spherical harmonic modes, while the Maier-Saupe only needs
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the first few. It is this property of the Maier-Saupe potential that results in our
reduced order method which has led to many in-depth theoretical results recently
[5, 6, 7, 10, 34, 35, 38, 20, 41, 42].

The steady state solution of the Smoluchowski equation

0
57/ =R (D fRU) (1.2)

in the Doi-Hess kinetic theory with the normalized chemical potential U =In f + ,CBLT
is given by [19, 9, 33, 37, 35, 38]

flm)y= eV, (13)
Z
where f is the orientational probability density function (pdf) of the ensemble of
the extended nematic molecules, Z denotes the normalizing constant or the partition
function, V' is the total potential, R =m x (9/0m) is the rotational gradient operator,
and D, is the rotational diffusivity, which is taken to be a material constant in this
study.
A direct consequence from the above steady state solution is that the total torque,
the total ensemble averaged torque, as well as the averaged external torque all vanish
at steady states; i.e.,

(RU)=(RV)=(RV,) =0, (1.4)

where V, =kpT(— % EE:mm —yE-m) is the external potential due to the external
field [41, 42]. In fact, in steady states,

U = const. (1.5)
Then,
0=RU=(RU)={((RInf+RV))=(RV), (1.6)
since
(Rlnf>_/| \| 1Rfdm:(). (1.7)
In addition, we denote the intermolecular potential by
Vi= ks T(~o(m) m— > M :mm), (1.8)

where M = (mm). Then,

(RV;)=kpT{(mx (—a(m)—3NM -m))
=kpT[—a(m) x (m) —3N(m x M-m)]
:—3NkBTMilMlj6ijn:O, (19)

where €;5;;, is the permutation symbol [2]. Thus,

(RV.) = (R(V = V;)) =0. (1.10)
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The steady state pdf given in (1.3) is parametrized by the material and external
field parameters along with the first and second moment of m with respect to the pdf
defined below,

m)= mf(m)dm,{(mm)= mm f(m)dm, 1.11
= [ sy, mm) = [ () (111

[[m[[=1

which consists of a total of 8 nonlinear, implicit algebraic and integral equations. In
[20, 41, 42], we studied the case where the external field is absent by developing an
order-reduction method. We showed that the polarity vector (or the first moment
vector) must be either zero or coaxial with the nematic order tensor (or the second
moment), thereby reducing the parameterizing equation of the Boltzmann function
to three equations for the scalar order parameters in the eigen-frame of the nematic
order tensor. Then, a comprehensive bifurcation diagram for the equilibrium phases
was obtained.

In the following, we extend the order reduction strategy to extended nematics
under imposed external fields. We will present the phase diagram for the extended
nematics at various strengths of the imposed external field and characterize the various
phases with respect to the material and external field parameters. We present the
results first for the case without the permanent dipole or magnetic moment and then
discuss the case with the permanent dipole.

2. Extended nematics without permanent dipoles

When the permanent dipole is absent, u=0. We will establish the relation be-
tween the polarity vector, the external field and the second order nematic tensor by
showing that the external field must be parallel to one of the principal axes of the
nematic order tensor. The theoretical foundation developed in [20, 41, 42] then en-
ables us to extend the order-reduction scheme to study the steady state solutions of
the Smoluchowski equation.

First, we show that the external field must be one of the eigenvectors of the
nematic order tensor in steady state.

THEOREM 2.1. The external field is parallel to one of the principal azes of the nematic
order tensor (i.e., the second moment of the pdf).

Proof. It follows from the discussion on the ensemble averaged torque alluded to
in the introduction that

b

kBT<RV):a<m> x (m)+ap(E-mm x E)+3N(m x M-m)

=ap(E-mmxE)+3N(mxM-m)=ao(E-mmxE)=0, (2.1)
where M = (mm). Then,
[(E-mm x E)|*=|E[*|M-E|* - (M:EE)* =0. (2.2)
This equality holds if and only if
M-E|E. (2.3)

Namely, E is one of the principal axes of the nematic order tensor M. O
The next theorem shows that the polarity vector is related to an eigenvector of
the nematic order tensor when it is nonzero.
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THEOREM 2.2. The polarity vector is either zero or must be parallel to one of the
principal axes of the nematic order tensor.

Proof. We select z, y, and z axes such that the second moment is diagonal. That
is, <m;m; >=0 for i# j. We want to prove that (m) is either zero or parallel to one
of the principal axes of the second moment (mm).

First we denote the principal axes of (mm) as e;, es and e3 and E= Fey for
1<k<3. Let (m)=rie;+roes+rzes. Suppose at least two of ry, ro and r3 are
non-zero (otherwise (m) is already parallel to one of the principal axes of (mm)).
Without loss of generality, we assume both 71 >0 and ry >0 (we can always rename
the z, y, z axes to achieve this). Then the total potential is

V(myi,ma,m
% = —a(rimy +romg +ryms) — (c1m? 4+ cam? —|—(:3m§)
B

= —a(rymy +roma+rsms) — Va(my,ma,ms), (2.4)

where ¢; = %(mjmj) + %Ezéjk. Notice that V5 is an even function of m; and ma.

We will show that (mims) >0, which contradicts the selection of the principal axes.

1
(mimg) = Z/ mymeexpla(rimy +rome +r3mg) + Va(my,me,m3)]dm
[lm|l=1

1
=7 mymaexplarsms + Va(my,ma,m3)] x
[lm||=1, m1>0,m2>0

{exp(arimi +aroms) —exp(—arymy +aroms)

—exp(arymy — arems) +exp(—arymy —aremsz) }dm

4
=— mymeexplarsms + Va(my,ma,m3)] X
Z Jim|=1, m1>0,ms>0
sinh(arymq )sinh(arems)dm > 0. (2.5)

O

In [38, 20, 41], we showed that the steady state phase is nematic for the dilute

(N =0) solution of rigid, extended nematics when a <1. Next we will show that this
result remains true in the concentrated regime as well.

THEOREM 2.3. when o<1, the solution is nonpolar so that the external field is
parallel to one of the principal axes of the nematic order tensor.

Proof. We assume (m)=rje; and denote the total potential as
V =kpT(—amyry — Va(myi,ma,mg3)). (2.6)

We note that Vo(m,mq,m3) is even with respect to all its variables. We will show
that when <1, r; must be zero so the only equilibrium is non-polar. We prove it
by contradiction. Suppose 71 >0 (otherwise we can change the coordinate system to
achieve this).

_ Jgmaexplarimy +Va(my,mg,m3)]dS
Jsexplarimy +Va(mi,my,ms3)]dS

r = <m1>

B fSWithm1>Omlexp[Vg(ml,mg,mg)]sinh(arlml)ds @)

- fSWithml>O exp[Va(m,ma,m3)]cosh(ar;m)dS
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where S ={m|||m| =1} denotes the unit sphere. If & <0, this expression yields 1 <0,
contradicting r; >0. For o >0 and using the fact that tanh(z) <z for x>0, we have

myexp[Va(my, ma, m3)]sinh(arym;)
<exp[Va(mi,ma,ms)]cosh(arymy )tanh(arymy) (2.8)

< ariexp[Va(mi,ma,mg)]cosh(arymy).
Substituting this inequality into the expression for r; above, we obtain
ry<ar, (2.9)

which is a contradiction when o« <1 and 71 >0. Therefore r; =0 when o <1.

This shows that the extended nematic solution is possible only when a>1. In
order to resolve the steady states for a> 1, we denote by n,n_  ,n* the three orthonor-
mal eigenvectors of the second moment tensor (mm) following the order-reduction
scheme in [38]. We parameterize E, (m) and m with respect to the basis as follows:

m = cosfn+sinfcos¢n | +sinfsingn*,
(m) = s1[cosf'n+sinf cos¢'n, +sinf’ sing'n*|, (2.10)
E=FJcosOgn+sinfgcosdpgn, +sinfgsingpn*],
where 0',¢’,05,¢r are a couple of Euler angles for the first moment vector and the
external field, respectively, in the eigen-frame, E is the magnitude of the external

field, and s; is the order parameter for polarity, known as the polar order parameter
[38]. We adopt the biaxial representation for the second moment tensor [36, 37]:

M:(mm>:s(nn—%)—i—ﬁ(nJ_nJ_—I/S)—I—I/?;, (2.11)

where s and 3 are the two nematic order parameters.
The steady state probability density function is given by

f——e
h=asi(cos cosd+sinf’sinf cos(¢p — ))+ EQ(COSHECOSH—i—
N
sinfgsinfcos(d—¢p))? —&—37[( g)(COSQQ—l/?))-i-§C082¢8in29], (2.12)

where
Z= / edm (2.13)
lm =1

is the normalizing coefficient or the partition function. The order parameters are
defined by

51 = (cosfcost +sinfsind’ cos(p—¢')), 3= (sin®Hcos2¢),s = (Py(cosh)) + /2,
(2.14)
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where s; is called the polar order parameter and Py(z) =322 — 1 is the second order
Legendre polynomial.

According to the above established results, we can choose §' =0, i.e., identifying
the principal direction of the order tensor parallel to the polarity vector as n. Then,
0z =0 (e|ln), or 6p=7% and ¢ =0 (e|][nt), 5 (e||n*), where e is the unit vector in
the direction of E. These results effectively reduce the degrees of freedom for the
polarity vector and the nematic order tensor from 8 to 3 in the eigenframe!

The stability of the steady states is inferred from the free energy density of the
system. The free energy density of the extended nematic polymer system is given by

[9]
Vi
Alf]l= k:BTlnf+5+Ve fdm. (2.15)
[m||=1
From (2.10), we arrive at the free energy density at the steady state:

A[f]/llml_1 {kBTan‘gi] fdm

= kpT {an—?jVM:M—;[H(mHF}
N o 2y_ & 2
=—kpT anf?(s —sf+p )7551 -+ const. (2.16)

To infer local stability or meta-stability, we need to calculate the second variation
of the free energy density with respect to both M and (m) [32]. For global stability,
the minimum value of the free energy density (2) would be sufficient, though. In the
stability analysis, the orientational variables in the free energy density should be (m)
and M, where the partition function Z with h given by

N
h:a<m>~m+37M:mm+%EE:mm (2.17)

is accounted for. The Hessian of the free energy density is an 8 x 8 matrix. The
eigenvalue of the Hessian reveals the local stability properties of the equilibrium with
respect to not only the order parameter perturbation but also the directors (the
principal axes of the nematic order tensor as well as the polarity vector). ]

Reduced Symmetry.

Due to the existence of molecular dipoles, f(m,t)# f(—m,t). However, if
f(m,E ¢) is a solution of the Smoluchowski equation, so is f(U-m,U-E,t) provided
U is an orthogonal matrix. In particular, if the orthogonal transformation satis-
fies U-E=E, the solution is invariant under the orthogonal transformation. Thus, a
SO(2) symmetry remains when E # 0, while SO(3) symmetry is valid only when E=0.
The steady state solution family of the Smoluchowski equation is thus parametrized
by the SO(2) rotational group transverse to the external field direction for any given
pdf parameterized by the order parameters in an eigen-frame of the nematic order
tensor.

We next nondimensionalize the permanent dipole strength and the anisotropy
parameter with respect to a characteristic external field strength Ey as follows:

Xo=0Es, ji=pEp. (2.18)
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When the permanent dipole is absent, we choose the characteristic field strength as
Eo=FE. Then, the external field is always a unit vector in dimensionless form in
this case. For simplicity, we will drop the tilde on p in the following and assume it
dimensionless.

2.1. Dilute limit.  We first examine the limiting case N =0, termed the dilute
limit. When (m) is parallel to E, the polar order parameter is given by

s1={cosb), (2.19)
where
f — %easl coseJrX—zO cosQG. (220)
It can be simplified to
1 1 X0 .2
5122/ 2e¥$1F T2 2y (2.21)
-1

where Z:filea'slz*x?ozz dz. Given the form of the pdf solution, the nematic order
tensor is uniaxial given by

(mm) =s(nn—1/3)+1/3, (2.22)

where s = (P2 (cosf)). We notice that the effect of the imposed field is to induce purely
nematic phases (s#0) and facilitate the formation of the polar nematic phase (s; #0).
The left column in Figure 2.1 depicts the phase diagram in parameter space («,xo), in
which the second order phase transition curve is defined by s; = (cosf),1 — a({cos?8) —
52)=0 in the phase space (a,Xo). The unique phase is purely nematic on the left of
the curve and polar nematic on the right of the curve. Figure 2.1 also depicts the
bifurcation diagram at fixed anisotropy xo=0.5, where a pitchfork bifurcation occurs
at a. <3 such that a pair of stable uniaxial polar nematic phases emerge for a > a..

In steady states, the uniaxial order parameter s is positive for all «, indicating
that the material is in nematic phase so long as there is an external field E. Figure
2.1 demonstrates that the polar order indeed enhances the nematic order [20]. The
only stable solution at larger « is the unique, prolate, polar nematic phase since s;
and —s; give the same nematic order parameter s> 0.

When (m) is perpendicular to E, the polar order parameter is given by

™ 1
= / / 20812 (A e0sd) g g (2.23)
zZ 0 -1

0

where Z:filj;;r eos17= 3 (2 +(z"~1)cos®d) g, 4y The pdf solution is given by

f:%easlcos0+XTosin20cos2¢. (224)
It is biaxial if s; #0, and the two order parameters s and 3 are calculated by
ngi<P2(COSG)>,ﬂ:<Sin29C082¢>. (2.25)

The right column in Figure 2.1 depicts the phase diagram in the parameter space
(o, x0), where the second order phase transition curve is defined by s; = (cosf),1—
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Fic. 2.1. The steady states for diluted extended nematics. The left column includes the phase
diagram and order parameters when the polarity vector parallels the external field, while the right
column depicts the same when the polarity vector is perpendicular to the field. s1 is the polar order
and (s,beta) are the nematic order. When the polarity vector is parallel to the external field, the
nematic phase is uniazial (i.e., 3=0). Notice that the nematic order parameters (s,3) are plotted
only in the range of polar nematics, and the steady state phase is nematic so long as xo#0. The
weak biaziality in polar nematics exists in the perpendicular situation.
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a({cos?0) — s?) =0. The bifurcation diagram for xo=0.5 in (c,s1) is shown in Figure
2.1, indicating that the effect of the E field is to delay the formation of the nematic
phase to beyond aw=3. Figure 2.1 also plots the nematic order parameters s, of the
second moment tensor in the regime of polar nematics. The formation of the biaxial
phase is completely due to the emergence of the polar order parameter since the
solution branch shown in Figure 2.1 is a uniaxial prolate phase (s=0,5#£0) before
the onset of the polar nematics. Thermodynamically, these solutions are unstable.
We emphasize that the nematic order exists as long as the external field is present
even when the polar order is absent (i.e., when s=s;=0,87#0). This is indeed the
field-induced nematic order.

In summary, the only stable steady state under an imposed external field is uni-
axial, prolate purely nematic at low o and prolate polar nematic at high « in which
the director is parallel to the external field direction. The unstable purely nematic
prolate phase at low a and the biaxial polar nematic one at high « exist when the
external field is perpendicular to the polarity vector.

2.2. Concentrated limit: steady states with the polarity vector parallel
to the external field. In this case, ' =05 =0. We investigate the steady states
and their stability numerically using a continuation method. First we note that the
governing system of equations for (s1,s,5) admits the uniaxial solution (s; =s=/=0)
when the external field is absent. Along the uniaxial branch, the eigenvalue of the
Hessian in the second variation of the free energy (given in Appendix) changes sign
at

3
a= .
14 2s

(2.26)

Thus, this together with the definition of s1, s defines the critical strength of the dipole-
dipole interaction potential, beyond which a polar nematic branch forms through a
pitchfork bifurcation. That is,

3

51 ={cosb),s=(Py(cosh)),a= Tr2s°

> 0. (2.27)
This case was studied in [20] for polar nematics, where a complete phase diagram was
obtained.

When a weak external field is imposed (xo<<1, a small perturbation of the
situation studied in [20]), the phase diagram is surely perturbed. One prominent
change is that the steady states are all nematic now showing that the external field
eliminates all isotropic states and forces the steady states into nematics. Figure 2.2
depicts the phase diagram at yo=0.01 and xo=0.1, respectively. The pair of tri-
critical points connecting the first order transition curve to the second order one
still exist except that they are perturbed slightly. The triple point is annihilated
since the existing phases are either purely nematic and/or polar nematic. There are
coexistence regions of highly aligned purely nematic and less aligned purely nematic
phases and purely nematic and polar nematic phases in parameter spaces. At high
concentration N and/or high « only polar nematic phases survive. When the strength
of the anisotropy Yy increases further, even the tricritical points disappear, leaving
an exclusive second order phase transition curve between pure nematics and polar
nematics analogous to the two phase transition curves depicted in Figure 2.2 2b, 2d.

We now give a detailed account of the steady state phase behavior shown in
Figure 2.2 as we vary the concentration NV at fixed anisotropy xo=0.1 and a few
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X,=0.01 X,=0.01
10
5 PN
(1.467,4.69)
6
Z - - ol -
4
N
2
(2.994,1.669
0 1 1
1 15 2 25 3 35 35
a
(a)
X0-0-1
10 ‘
8
(L473,4.622)
6
pa
W~ ]
2.94,169)
2 o
0 1 1 1 1
1 15 2 25 3 35 35

(c) (d)

Fic. 2.2. The phase diagram in parameter space (a,N) when the polarity vector is parallel to
the external field at xo =0.01 and x0 =0.1, respectively. (a) and (b) depict the limit of the metastable
curves and phase transition curves for xo=0.01, respectively. (c) and (d) depict the limit of the
metastability curves and phase transition curves for xo=0.1, respectively. In this case, all stable
steady states are either uniazial purely nematics (N) or uniazial polar nematics (PN). There are
coexistent regions for nematic and polar nematics labeled N/PN. The phase transition curve depicted
in (b) and (d) are the curve along which the energies of the coezxisting phases are equal.

selected values of a. Figure 2.3 depicts the solution at xo=0.1 and a=1.3. A
stable uniaxial nematic phase with a small uniaxial order parameter s exists up to a
critical concentration Nc(l). It then goes through a hysteresis bifurcation to yield a
stable prolate uniaxial phase with a higher nematic order. At a higher concentration,
NC(S), the purely nematic phase gives way to a pair of polar nematic phases through
a pitchfork bifurcation in s;. The stable polar nematic phase remains prolate and
uniaxial. This scenario persists to a critical value of a. For instance it remains at
a=1.5.
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x0=0.1 0=1.3
1 . . . .

0.5

10

Fi1Gc. 2.3. The phase bifurcation diagram for all the order parameters in an imposed external
field as functions of dimensionless concentration N. The parameter values are o =1.3,x0=0.1. The
stable solutions when the polarity vector is parallel to the external field are plotted in solid curves,
while the ones when the polarity vector is perpendicular to the external field are plotted in dashed
curves. The stable solutions are uniazial prolate nematics (s >0,8=0) that are weakly aligned at low

concentration and highly aligned at concentrations higher than Nc(l) =4.305. The metastable biaxial
states form a family of solutions parameterized by the rotational group SO(2) at high concentration
whose major director is parallel to the external field direction. All others steady states plotted in
other patterned curves are unstable. (a) depicts the steady states in polar order parameter s1. (b)
depicts the steady states in the uniazial nematic order parameter s for the parallel state (solid) and
the biazial order parameter (3 in the perpendicular state (dashed). (c) plots the steady states in space
(N’ Sﬁ: S1 ) :
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F1G. 2.4. The phase bifurcation diagram for all the order parameters in an imposed external field
as functions of N. The parameter values are ae=2.5,x0=0.1. The stable solutions when the polarity
vector s parallel to the external field are plotted in solid curves while the other stable solutions are
plotted in dashed curves. The curves of the other patterns are for unstable solutions. The stable
solutions are uniazial prolate ones (s>0,8=0) which are weakly aligned at low concentration. A
stable, uniazial, polar nematic steady state emerges beyond a critical concentration N. as the result
of a saddle node bifurcation in the phase space (N,s1), with the polarity vector parallel to the external
field direction. At a slightly higher critical concentration, a metastable biazxial steady state emerges
also as a result of saddle node bifurcation, whose major director is parallel to the external field
direction. Other steady states, uniazial and biazial alike, are unstable. (a) depicts the steady states
in polar order parameter s1. (b) plots the steady states in the uniazial order parameter s in parallel
state (solid) and the biazial order parameter 3 in the perpendicular state (dashed). (c) plots the
steady states in the phase space (N,s/f3,s1).
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X0=0-1 a=3.5 x0=0.1 0=35

(c)

Fic. 2.5. The phase bifurcation diagram for all the order parameters in an imposed external
field. The stable solutions are plotted in solid (polarity parallel to the external field) and dashed
(polarity perpendicular to the external field) curves. The parameter values are a=3.5,x0=0.1.
The globally stable solutions (solid curves) are uniazial prolate ones (s>0,8=0) which are highly
aligned. The metastable steady states (dashed curves) are biazial with the major director parallel to
the external field direction. The others are all unstable and are plotted in curves other than solid
and dashed curves. (a) depicts the steady states in polar order parameter si1. (b) plots the steady
states in the uniazial order parameter s in parallel state (solid) and the biazial order parameter (3
in the perpendicular state (dashed). (c) plots the steady states in the phase space (N,s/B3,s1).

At higher strength of a, say a=2.5, a different scenario emerges. The stable
uniaxial nematic phase gives away to a pair of unstable polar nematic phases at Nél),
and then regains stability via saddle node bifurcations to a pair of polar nematics at
lower concentrations shown in Figure 2.4. The stable polar nematic branch and the
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FiG. 2.6. The phase bifurcation diagram for the order parameters in an imposed external field.
The parameter values are a=1.5,x0=0.5. The stable steady states with the polarity parallel to the
external field are plotted in solid curves, while the metastable steady states with the polarity vector
perpendicular to the external field are plotted in dashed ones. The globally stable steady states are
uniaxial, prolate. The metastable ones are biaxial with the major director parallel to the external field
direction. The biazial nematic branch is first born purely nematic at an intermediate range of the
nematic concentration N. Soon after it is born, a pitchfork bifurcation in the polar order parameter
leads to a polar nematic phase. The other steady states, uniazial and biazial alike, are unstable. (a)
depicts the steady states in the polar order parameter s1. (b) plots the steady states in the uniazial
order parameter s in parallel state (solid) and the biazial order parameter B in the perpendicular
state (dashed). (c) plots the steady states in the phase space (N,s/B,s1). The increase in Xxo results
in the delay of the formation of metastable biazial polar nematics to the higher concentration.
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0=2.8 x0:0.5 0=2.8 x0:0.5

(c)

Fi1G. 2.7. The phase bifurcation diagram for all the order parameters in an imposed field. The
parameter values are a=2.8,x0=0.5. The stable solutions are plotted in solid (parallel polarity)
and dashed (perpendicular polarity) curves. The stable steady states in the case where the polarity is
parallel to the external field are uniazial prolate (s>0,8=0) and highly aligned. At high concentra-
tion, a metastable biazial steady state emerges with the polarity vector perpendicular to the external
field. All other curves represent unstable steady states. (a) depicts the steady states in polar order
parameter s1. (b) plots the steady states in the uniazial order parameter s in parallel state (solid)
and the biaxial order parameter 3 in the perpendicular state (dashed). (c) plots the steady states in
the phase space (N,s/3,s1).

unstable one connected to it remain prolate and uniaxial. This persists through a=3.
For a> 3, the prolate, uniaxial polar nematic exists beginning at N =0 and becomes
the only stable state. See Figure 2.5. We remark that the polar nematic steady states
exist in pairs with the polar order +s;. The solution behavior changes slightly when
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F1G. 2.8. The polar order parameter s1 as well as the nematic order parameters s/8 at a=1.5
and xo=1,5. (a) and (b) depict the order parameters at xo=1 and (c) and (d) depict the order
parameters at xo=>5. The effect of xo in the steady state with parallel polarity is to promote the
formation of the polar order at low concentration, whereas the effect of xo in the state with perpen-
dicular polarity is to delay the formation of the metastable nematic order to higher concentration.

Xo increases to xo=0.5. The hysteresis bifurcation along the purely nematic branch
disappears. However, the pitchfork, a transcritical bifurcation, persists, yielding the
pair of polar nematics. Figure 2.6 and 2.7 depict the solution behavior at « =1.5,2.8.
When « >3, the behavior is analogous to what is depicted in Figure 2.5. When xg
is increased further, the general trend is that the nematic order increases and the
critical concentration and strength of dipole potential decreases. Figure 2.8 depicts
two steady states at a«=1.5 and xg=1,5, respectively. At the larger value of yq, the
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critical concentration where the polar order emerges decreases below N =2. The other
features alluded to for smaller xo remain.

=(0.1 =0.1
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Fi1G. 2.9. The phase diagram for extended mematics in an imposed magnetic field at xo=0.1.
Both steady states of polarity parallel and perpendicular to the external field are included. (a) depicts
the limits of the metastable curves, while (b) depicts the limit curves for the steady states with the
perpendicular polarity. Parallel nematics mean the uniazial steady states with the polarity parallel to
the external field, while the perpendicular nematics imply the biazial steady states with the polarity
perpendicular to the external field. The curves plotted in (b) are part of those in (a). This gives all
the possible phases in parameter space (c,N).

2.3. Concentrated limit: steady states with the polarity vector per-
pendicular to the external field. From the limiting case N =0, we learned
that there exist biaxial steady states when the polarity vector is perpendicular to the
imposed external field direction; however, these are unstable. In [38], we showed that
stable biaxial nematic steady states can exist when excluded volume and external field
potential are coupled. In the dipole-dipole interaction, the excluded volume interac-
tion and the external field are all coupled, we show numerically that the biaxial state
can be stabilized in the non-dilute limit by the excluded volume potential, but these
steady states are only metastable.

In the weak external field, Figure 2.3 shows the phase transition of a stable
purely nematic biaxial steady state to a pair of biaxial, polar nematic phases through
a pitchfork bifurcation in the polar order parameter given by the dashed curves.
The stable biaxial phase is borne out of a saddle node bifurcation with one branch
metastable at intermediate concentration V. The existence of the metastable purely
nematic biaxial state is reminiscent of the similar steady state reported in [38] without
the dipole-dipole interaction. We note, however, that the stable biaxial steady state
is nearly uniaxial with the major director in the direction of the external field! This
scenario persists to a critical value of a.. In Figure 2.4 (« =2.5), the biaxial steady state
is born stable and polar through a saddle node bifurcation at lower concentrations. For
«a >3, the stable biaxial polar nematic phase exists for all N >0. The dashed curves
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in these figures represent the stable steady states corresponding to the perpendicular
external field. So the effect of a perpendicular external field is to induce metastable,
biaxial steady states with their major director aligned in the external field direction.
As the strength of the external field increases, i.e., as xq increases, the formation of the
polar nematic phase is pushed to a higher concentration at fixed o and the metastable
biaxial nematic phase tends to be born polar in this range of x¢. See Figure 2.8 for
the case of a=1.5 and x9=1,5. So, in high external fields, the metastable biaxial,
steady state survives only in high-concentration regions as polar nematic. The phase
diagram in parameter space («,N) for the perpendicular external field at xo=0.1 is
given in Figure 2.9, where the dotted curves define the limits separating the biaxial
polar nematics from the other nematics. We note the existence of a coexistence region
where pure nematics and perpendicular polar nematics coexist. The region labeled
parallel nematics is the one where nematic solutions exist only when the polarity
vector is parallel to the external field.

We next investigate the extended nematics with permanent dipoles (or magnetic
moments).

3. Extended Nematics with permanent dipoles (u#0)
We first establish a lemma to reveal the relation among the nematic order tensor,
the polarity vector and the external field in this case.

LEMMA 3.1. In steady states, there exists a constant ¢ such that p(m)+xoM-E=
cE.
Proof. From the introduction,

(RVe) =0, (3.1)
so we have
p{m) xE+xoM-E xE=0. (3.2)
This implies
j1(m) + xoM - EJ[E. (3.3)

Namely, there exists a constant ¢ such that

p(m)+xoM-E=cE. (3.4)

With this lemma, we can establish the following theorem.

THEOREM 3.1. When u#0, the polarity vector is nonzero in steady states. Thereby,
the steady states are all polar.

Proof. We show this by a counterproof. Suppose (m)=0; the lemma implies E
is an eigenvector of the second moment. We choose the coordinates such that the
second moment is diagonal and E= F(0,0,1). We denote

F(\)= fumllzlmgeh(/\)dm,

3
() = MuBms+ 353" Myzm? + %Eng.
=1



936 STEADY STATES OF EXTENDED NEMATICS POLYMERS

Then (mg)=F(1)=0 and F’(A)>0. It can be easily verified that F'(0)=0. Thus,
there exists a 0 < A* <1 such that

F’()\*):,uE/l l‘_lmgehdmzo. (3.6)

This contradicts F’(\) >0. The polarity vector must be nonzero. 0

Analogous to the results established in the previous section, we can show the next
result.

THEOREM 3.2. When a <1, the nonzero polarity vector and the external field must
be parallel to each other.

Proof. We assume E=F(0,0,1) and (m)=(r1,0,7r3) with r; >0. Then,

f: %ear1m1+V2(m17m2’m3), (37)

where V(my,ms,m3) is even in my.

B meH:lmLfdm:meH:l’mQOmlSinh(arlml)exp[Vg(mth,mg)]dm

T ={(m =
1=(m1) fum”:lfdm meH:l,m1>OCOSh(OH‘1m1)exp[‘/z(ml,mz,mg)}dm

= 1,my >0 M1 cosh(arimq)exp[Va(my,ma,ms)]dm

<ar, - <ar;. (3.8)

meH:l)ml>Ocosh(ar1m1)exp[V2(m1,mg,mg)]dm
When a <1, r; =0. Namely, the polarity vector is parallel to the external field.

A simple argument given below rules out the possibility of the existence of a steady
state whose polarity vector is perpendicular to the external field. Let’s assume r3=
(m3)=0 in the steady state. Then, a simple calculation shows

1

rg(mg)Z/l H 1m?,exp dm

3
3N X0
pwms+arymy + - E 1 M“ml2 + 7E2m§
i—

3
2 3N
== /|m|_17m3>0m3 sinh(ums)exp [arlml + -5 ZMiim? + %Eng dm #£0.

i=1

(3.9)

Thus, the polarity vector will never be perpendicular to the external field in steady
states. ]

In addition, we can show that the polarity vector and the external field are parallel
in certain parameter regimes given below.

THEOREM 3.3. When |u] > xoFE and 3Np < |axoE|, the polarity vector and the elec-
tric field are parallel to each other and are both eigenvectors of the nematic order
tensor.

Proof. We select the z-axis to be the direction of E and the y-axis to be per-
pendicular to the plane spanned by (m) and E. If (m) and E are parallel to each
other, they must be one of the eigenvectors of the second moment by the lemma. We
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therefore focus on the case where they are not parallel to each other. In this Cartesian
coordinate system, we have

m= (mlamQam3)7 E:E(anvl)v <m> - (7“170,7”3),
3N
U(m)=—arym; —(pE+ars)ms— TM:mm— %Eng,

1 3N
f(m)= 7P [arl my +(uE+OzT3)m3+QM:mm—i—XQOEzm%],

N
Z:/exp [arlml—l—(uE—i—arg)mg—i—?)ZM:mm—i—x20E2m§] dm. (3.10)
s

Note that our choice of the Cartesian coordinate system makes E nonnegative and
Ms3=0 from the lemma. We also select the positive direction of the polarity vector
so that p is always nonnegative. The nonlinear integral equations for 1 and r3 are

= ()= [ (m)aen,
r3:<m3>:/sm3f(m)dm. (3.11)

We use the spherical coordinate system where the pole is the y-azris and we denote it
by (v,¢). We have
(my,ma, m3) = (sinysin(,cosy,siny cos(),
U(¢,()=—ary sinysin¢ — (uE+ars) sintcos¢ — % E?sin%cos?¢

3N
—5 (M1 sin?¢psin? ¢ + Myg cos? 1) + Mazsin®1pcos® ¢

+2M5sint) costpsin¢ + Myssin®4psin2)
:UMut(w7C)+UExt(¢ag)7 (312)

where the mutual interaction and the external interaction parts of the potential are

Unmut (¥,¢) = —ary singsin — ars siny cos(
3N
—7(M11 sin?4psin? ¢ 4+ My cos? 9 + Mz sin® pcos? ¢
+2M5sinthcostpsin 4+ Myzsin®¢psin2¢),

UExt(w,O:—,uEsinwcosC—%Ez sin® 1) cos? (. (3.13)
r1 and r3 are given by
™ 2
r =< sin1/;sin<>:/ / sinysin( f (¢, ¢)dysinyd(,
o Jo
T 27
r3 =<sinycos( >:/ / sintcos( f (v, ¢)dysinyd(. (3.14)
o Jo

We need to prove that all solutions of (3.11) satisfy 1 =0. We prove it by contra-
diction. Suppose there is a solution of (3.11) satisfying r1 #0. It is straightforward to
show that if (r1,73) is a solution of (3.11), then (—r1,r3) is also a solution of (3.11).



938 STEADY STATES OF EXTENDED NEMATICS POLYMERS

Without loss of generality, we assume 7; >0. We are going to show that y > xoFE and

r1 >0 lead to (%UExt(w,C» >0, which contradicts (%—g) =0 proved in [42]. In fact

(20) =0 implies (2Yz=) =0,

3]
Noticing that Ugyt(1,¢) is an even function of ¢ and consequently a—CUExt(z/),C )

is an odd function of {, we have

(2 U (,0)) = / ’ / ’ %UExtw,c) {exp|-U(,0)] — exp[~U (6, )]} dC sin .

¢
(3.15)
In the above, the first factor of the integrand satisfies

2UEXt(zZ),() = pEsinysin¢ + xoFE?sin ¢ cosCsin

¢
= (pu+xoEsinycos¢)Esinysin( , for¢ € (0,7), ¢ € (0,7). (3.16)
The second factor of the integrand satisfies, for ¢ € (0,7), ¥ € (0,7),

eXP[*U(i/’a C)] - exp[iU(d}a 7<)]

3
=2exp[ X2 E2sin*1pcos? ( + (uE + ars)sing cos( + %ZMumf] .

i=1
sinh(arq sinysin¢ + 3N Miosint cosysin¢ + %Mlgg sin2wsin2C)

Introducing the change of variable ¥ — 7 —1 while ¢ € [7/2,7], the integral reduces
to

(Ut (10,0)) =4[5 [T 2 Upa (1, )exp[ 32 B sin® rcos® C+

3
(uE+ arz)sinycos¢ + %ZM“mZQ] . (3.17)
i=1

sinh(ary sinysin¢ + %Mlg sin?¢)sin2¢) cosh(3N My sint) costpsin()dipdC.
From the lemma, we have

Hry :7X0EM13. (318)

N
ary sinysin¢ + %Mlgsin%sinzg:M13s1n¢sin< (aXOEJrBNsinwcosC) .
I
(3.19)

When p>|xoF| and 3Np < |axoF|, the above integral cannot be zero unless r; =
Mi3=0. Therefore, the direction of (m) must be parallel to that of E. When these
two vectors are parallel to each other, the lemma implies that they must be one of
the eigenvectors of the nematic order tensor. 0
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REMARK 3.4. The inequalities in the above theorem also imply that a>3N.

When the condition in the theorem is violated, nonparallel solutions may exist.
Without loss of generality, we set E=FE(0,0,1), (m)=(r1,0,73), and parameterize

= (sinf cos¢,sinfsin ¢, cosh). (3.20)

h=pFEcosf+ a(rysinfcosd+rscosb) + % [M11 sin? 6 cos? ¢+ Mo sin? Osin 2¢+
M35in1260 cos ¢+ Magsin? fsin® ¢+ Mz cos? 6] + X" c0820 (3.21)
1= (sinfcos¢),rs = (cos), My1 = (sin® @ cos? ¢), M1 = % (sinfsin2¢),

M3 = }(sin20cos ), Moy = (sin®Osin® ¢), M3 = (cos?6).

The pdf steady state solution can further be simplified in the case of 71 #0. The
following lemma shows that M1, =0 if r; # 0 indicating that nonparallel steady states
are in plane with the polarity vector and the external field.

LEMMA 3.2. When <m2>:M23:O, <m1>M12:O.

Proof. We note that the Cartesian coordinate and the spherical coordinate are
related by the following relations:

r1=psinfcos¢, x5=psinfsing, xz=pcosb,

5";1 =sinfcosg, aamp =sinfsing, ggzcos&
(3.22)
8%01 = %cos@cos@ 88792 = %cos@sin¢, (’%03 = —%Sine,
0¢ __ _ sing d¢ __ cos¢ ¢ =0
Oz, psin€’ Oxo ~ psind’ Oxg ~
It follows that
of /2“ /”(8}“ 90 of 6(;5) )
dm= d - + = sinfdf
/|m||_1 Oma 0 ¢ 0 a0 Omeo agb
27 T
:/ dgb/ <S1n9cos0s1n¢ f+c ¢8f>
0 0 99
27r
:2<m2>+/ d9/ OS50 1 2 (my). (3.23)
0 0 99
If (m2)=0,{mams) =0, the pdf has the following form:
= %eh,
X0 o

h=a(rimy +rsms)+pums+ 5 M3

3N
+— 9 [M11m1+M22m2—|—(1 M11—Mgg)m3+2M12m1m2+2M13m1m3]
(3.24)
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Then,
of
3 =3N(Maama+ Miamy) f.
ma
So we have
3N Maa(ma) +3N Mz (mi) =2(ma), (3.25)
i.e., 7”1M12:0~ o

We next examine the possible nonparallel steady states and their stability in the
dilute and concentrated limit, respectively.

X0:0.2 XU::LO

12

0 005 01 015 02 0 02 04 06 08 1
H H

FiG. 3.1. The critical curves of a* versus p for xo=0.2,1. On the left of the curves, the steady
state polarity vector parallels the external field. Nonparallel steady states may emerge on the right
of the curves.

3.1. Dilute limit. When N =0, the pdf solution is parameterized by 71,73,
which are determined by the solutions of

r1=(sinfcos¢),r3 = (cosb). (3.26)

The parallel versus nonparallel scenario corresponds to r1 =0 vs 1 #0. This is studied
exhaustively in [42]. Tt is shown that the polarity vector is parallel to the external field
when p > |xoE|. In addition, it is shown that there exists an o* such that when o > o*
and p < |xoF| a nonparallel solution exists. Of course, the condition a(xoF + pr3) >0
must be met if the nonparallel solution has ry > 0.

The bifurcation of ry away from zero is accomplished through a pitchfork bifurca-
tion in 71 as a > 1 varies. The Jacobian of the two nonlinear equations defining 1,79
is given by

1—a(sin®fcos?¢) —a(sinfcosfcos o)
J= . (3.27)
—a(sinfcosfcos o) 1—a(cos?6)
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When 7, =0, (sinfcosfcos¢)=0. At the bifurcating point, 1—a(sin?@cos?¢p)=0.
This defines the critical strength a* where the polarity vector begins to be non-
parallel. Figure 3.1 depicts a set of critical curves for selected values of xo=0.2 and
1, respectively. The critical curve in (u,a*) shifts to higher values in a* when |xo|
increases.

x0:1.0 p=0.5 0=2.5 N=4.75 X0:1.0 u=0.5 0=2.5 N=4.75
1 1 : :
o
oo o g
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Fic. 3.2. The polarity vector as well as the nematic order tensor components in concentrated
regimes. The parameter values are xo=1,a=2.5,N =4.75,u=0.5. The stable and metastable steady
states are uniaxial, prolate, polar nematics with the polarity vector parallel to the external field. A
metastable state can exist at intermediate range of the field strength with the polarity axis opposite
to the external field direction. The nonparallel steady states in which the polarity is not parallel to
the external field can exist, but are unstable. The nematic order of the globally stable steady state is

higher than that of the metastable one. Here |[M — %”2 = |s|\/g The stable and metastable states are

drawn in solid curves. Nonzero values in r1 and Mis indicate the nonparallel nature of the states.

3.2. Concentrated limit. When N >0, the existence of the nonparallel
steady states becomes complex when the parameters violate the conditions in the
theorem. We look into this numerically. Our numerical results show that nonparallel
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steady states may exist; however, they are all unstable and there may exist up to two
stable steady states exhibiting uniaxial symmetry.

Figure 3.2 depicts a representative solution diagram focusing on the stable steady
states and on some nonparallel ones at N =4.75. Two stable uniaxial polar nematics
may coexist in a finite range of E. One exists only at weak field strength while
the other exists at all strengths. The short-lived stable state is metastable and its
polarity vector is opposite to the direction of the imposed external field, in contrast
to the globally stable state. In all the numerical experiments we have conducted,
the nematic order of the stable state is always higher than the metastable state.
Non-parallel steady states can exist in certain parameter ranges. However, they are
unstable! N =4.75 is within the biphasic region in the case of pure nematics. At higher
concentration, e.g., N =6, the scenario is essentially the same except for additional
branches of unstable uniaxial branches that exist for a weak external field.

Figure 3.2 depicts the stable steady states along with some nonparallel unstable
steady states at two selected values of a=2.5 and a=3.5. The metastable steady
states become available at about N >2.4 at a=2.5,x9o=1,0=0.1,E=1 while they
exists for all N >0 at a=3.5,xg=1,u=0.1, E=1. The stronger dipole-dipole poten-
tial facilitates the metastable state. We note that the value of the order parameter in
the globally stable steady state remains higher than that of the metastable state, in-
dicating the slight loss of orientation order when the polarity vector is aligned against
the direction of the external field.

4. Conclusions

We have extended the order reduction procedure developed in [20] to complete
the study of steady states and their stability in extended nematics or nematic sus-
pensions when the dipole-dipole and the excluded volume interaction is coupled with
the external fields. The main results are summarized in the following.

e In the absence of permanent dipole or magnetic moment, both the polarity
vector and the external field are shown to be aligned with one of the eigen-
vectors of the nematic order tensor. As a result of this, all equilibria can be
characterized in terms of three scalar order parameters and a rotational group
SO(2) that leaves the external field invariant. Response phase diagrams of
the order parameters with respect to the material parameters are obtained
together with the stability of the steady states determined from the minimum
of the free energy density. Globally stable steady states are uniaxial, prolate,
purely nematic or polar nematics depending on the strength of the external
field, the anisotropy, the strength of the dipole-dipole as well as the excluded
volume interaction. A family of biaxial, metastable, steady states may exist
with the major director aligned in the direction of the external field in the
range of higher concentration. The polar nematics always exist in pairs with
polar order +s;.

e In the presence of the permanent dipole (or magnetic moment), the steady
states are polar nematics. When the material parameters satisfy the condi-
tions: |p| > xoF and 3N u < |axoE|, the polarity vector and the external field
are parallel to each other and are eigenvectors of the nematic order tensor;
while the conditions are not satisfied, nonparallel steady solutions that are
in plane with the polarity vector and the external field can exist, but are un-
stable. In any case, there may exist up to two stable steady states which are
prolate, uniaxial, and polar. The globally stable steady state has its polarity
vector parallel to the external field direction while the metastable state has
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F1G. 3.3. The polarity vector components as functions of N for a =2.5 and a = 3.5, respectively.
The other parameter values are xo=1,u=0.5,E=1. The solid curves are stable states. The stable
and metastable steady states are uniazial, prolate, polar nematics with the polarity vector parallel to
the external field. A metastable state can exist at higher concentration at a«=2.5 and for all N at
a=3.5. The nonparallel steady states in which the polarity is not parallel to the external field can
exist, but are unstable. The nematic order of the globally stable steady state is higher than that of

the metastable one.
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its polarity vector opposite to the field. The former exists in any given pa-
rameter regimes while the latter only exists at regimes of high strength of the
dipole-dipole interaction, high concentration, and strong external field. The
presence of the permanent dipole breaks the symmetry in the total potential,
yielding the two stable uniaxial polar nematics.

This study completes a series of studies on the potential for extended nematics
and suspensions. The order reduction strategy used in these studies works for any
total potential given as a finite sum of lower moments. It does not, however, apply
to the Onsager potential, where the potential depends on infinitely many moments or
spherical harmonics. New methods would have to be invented then.

Appendix A. Free energy density and its second variation.
A.1. Free energy density at steady states in order parameters. The

free energy density at steady states in order parameters when the permanent dipole
is absent is given by:

Alf]=—kpTInZ+ %(as%w(s2 —sp+5%),

Z:/ ealer%[(sfg)(cos 07—)+Bsm 0c052¢]d (Al)
lm|=1

Its first and second derivatives are given by

g—i:akBT(sl—(cost%),
0A 1-8 3
&s_kBTN( +7—§<005 9))
0A -5 3, . 4 9
%—kBTN (ﬁ+2—2<sm fcos ¢>)7
2
88% =akpT —a*kpT({cos?0) — (cosh)?)
1

14+2s—
=akgT — kT (—'_385 —s%) ,

9%A 3NakBT

95105 ({cos® @) — (cos ) (cos®0))
__3N O‘kBT o 1250
- : ) |

9%A 3NakBT

({cosBsin®fcos® p) — (cosh) (sin?fcos? @)

95108
= _% (<C0598in290052 ¢)— 81_53%> 7
24 N?kpT
?'9? =kpTN — w(@os‘w) — (cos0)?)

N2kpT 1+2s—()?
ZkBTN—ng(@os‘LG)—(_'—;ﬁ)),
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9?A kTN 9N2?kpT

({cos®Osin?fcos? p) — (cos? ) (sin? O cos® ¢))

9s08 2 4
2 J— J—
:_kiBTN _ IN ]CBT (<C05295in29C052¢> . (1+28 ﬁ)(l S—f—Qﬁ)) 7
2 4 9
2 2
(271;1 =kgTN — M((sin490054 #) — (sin®Hcos® ¢)?)
2 _ 2
:k’BTN—M ((sin49cos4¢>—(18;—2ﬁ>>. (A.2)

At the isotropic branch (s; =0,s=0,3=0), the second variation of the free energy
density is
62 Als,=0.5=0,=0 = kBT[(a—a?/3)6%s1 + N(1— N/5)6%s — N (1 — N/5)655 3+
N(1-N/5)6%3).
So, the isotropic equilibrium is unstable whenever a>3 or N > 5.
For the nonzero purely uniaxial nematic equilibria, s #0,8=0,

2 A=kpTa <1 - 04(1;25)) 852+ kTN (65,68)-C-(65,63)7, (A.3)
where
e3Ns/2 e3Ns/2
S (G D+ A+29)? G+ (G~ - F(1+2s)
C= :
e3Ns/2 e3Ns/2
(G D -5 (1+2s)? 3751205 -85") — g3 (S — 1)
(A.4)
1 2
1/)(5):/ e3Ns= /2, (A.5)
0

A.2. Hessian of the free energy for dilute polar nematics. In the dilute
limit, the excluded volume potential is neglected. The Hessian in the second variation
of the free energy density in steady states in the order parameter space is given by

H=a[1-a(*2=L —s))nn+(1-$(1-s+28))n.in, +
(A.6)
(1-5(1—-s—p))n*n"]
A.3. Hessian of the free energy density for the concentrated polar ne-

matics. In this case, both the dipole-dipole and excluded volume interaction are
included in the potential. We denote

M= (mm),
3N«
A12:_T[<m>((M11_M33)a(M22_M33)7M12aM137M23)_
<(m(mf—m%),m(m%—m%),mmlm%mmlmg,mmgmg))], (A7)
3N)2
A22:( 4) [((m? —m3,m3 —m3,mima,myms,mams)”

(m% —mg,mg *m§7m1m27m1m37m2m3)> -
(My1 — Maa, Moy — Mas, My2, M3, Ma3)™
(M1 — Mag, My — M3g, M2, M3, Moss)].
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Then, the Hessian in the second variation is given by
o?((mm) — (m)(m)) Ap»

H— . (A.8)
A, Aso

A.4. Proof of the equivalence of the hydrodynamic equilibrium and the
thermodynamic equilibrium in this model.

THEOREM A.l. The steady state solution of the Smoluchowski equation is given by
the Fuler-Lagrange equation of the free energy density.

Proof. The free energy density for homogeneous flows of rigid nematic polymers
or rod/platelet dispersions is given by

A[f]:kBT/

[ml=1

[flnf+‘;f+Vef dm, (A.9)

where V; and V, are the intermolecular potential and the external potential, respec-
tively. The Euler-Lagrange equation obtained from minimizing the free energy density
functional is

f—A=0, (A.10)

where
oA
=57

is the extended chemical potential and A is the Lagrange multiplier with respect to
the constraint

I =kpT[Inf+V;+V,] (A.11)

/| H:1fdm:1. (A.12)

p=A is the governing equation for the thermodynamic equilibria. Clearly it yields
solutions of the Smoluchowski equation.

On the other hand, the steady state solution of the Smoluchowski equation is
governed by

R (fRu)=0. (A.13)

We multiply the equation by p and then integrate over the unit sphere |m| =1 to
yield

/ uR-fR,udm:—/ FIRu||*dm=0. (A.14)
[lm[|=1 |m||=1
This implies

fm,t)Ru=0. (A.15)
Finally,

Ru=0. (A.16)
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This is equivalent to = \. ad

Appendix B. The stability and the second variation of the free energy
density. The stability of the steady states of the Smoluchowski equation in the
Doi-Hess kinetic theory for extended nematics is studied by the second variation of
the generalized free energy density. The free energy density for the material system
subject to an external field is given by

Alfl=kpT

/um|—1 (flnf+;%[f]f+vef> dm}. (B.1)

We denote by f. the equilibrium pdf solution and J f; the perturbation of the equi-
librium solution. Then, the second variation of the free energy density is given by

<“§E+Vi[f1]f1> dm. (B2)

Let fi1 = f.fo. The second variation reduces to

2
82 A[f)= %kBT/

[[m/=1

2
52 A= %an F2HVilfo fol foer (B.3)

where ((e)). denotes the ensemble average taken with respect to the equilibrium pdf.
Recall that the equilibrium solution is in the Maxwell-Boltzmann form,

fe= Levieve, (B.4)

For the particular intermolecular potential studied in this paper, the intermolecular
potential can be rewritten as

V,-:—ozslmi—%(s(m%—l/@%—ﬂ(mg—l/?y)), (B.5)

where M=s(nn—1/3)+F(n,n; —I/3)+1/3 is a second moment tensor of the pdf
and ¢ is an index between 1 and 3. Without loss of generality, we set ¢=1 in this
paper. We consider the perturbation

fo=x—(x). (B.6)

/ f2dm=0. (B.7)
[[m|/=1

First, we focus on a special perturbation that perturbs only the order parameters:
x=51my +[5(m?—1/3)+B(m32—1/3)]. (B.8)
The equilibrium pdf is

f:%easlmlJr%[s(mffl/3)+ﬁ(m§71/3)]f\/‘i (B9)

Derive the Hessian for the quadratic term with respect to 5,5. We note that

s=(m{ —m3),0=(mj—m3). (B.10)
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We parameterize the molecular direction m in the frame of the eigenvectors of the
second moment tensor

m = (cosf,sinfcos¢,sinfsing). (B.11)
In terms of the angles,
5= (cos®# —sin®#sin? ¢), 5 = (sin? Hcos 2¢). (B.12)

The Hessian of the free energy density is given by

9%A 3N
Tz = 2lm) () = () 5 (memm) ()
T4 o lma(m? —1/3)) —2{m) (m? — 1/3) — (i (m? — 1/3)) (m?) +
8515 - {2 1 {2 1 {2 1 7
2 m? —1/3)mm) - (meamm) + (m?) (i (m? —1/3)) +
%(mimm> : ((mf —1/3)mm),
;”; — 2y (m3 — 1/3)) — 2{my)(m3 — 1/3) — (a{ms (m3 — 1/3)) (m2) +
2 (m3— 1/3)mm) < (mmmm) 4 () (m(m3 ~1/3)) +
32 memm) (3 ~1/3)mm),
O (2= 1/3)2) — {(m? — 1/3))? — (a(mi(m? —1/3))? +
pgz M ! o
2 (w1 /3)mm) - (m? ~1/3)mm)]. (B.13)
5 = 2 =1/3)m —1/3) ~2(m —1/3) (3 =173~
(2a{ma(m? — 1/3)) (my(m3 — 1/3)) + 3N {(m3 — 1/3)mmm) : {(m3 — 1/3)mm}),
2
Z[;‘:2[<<m%—1/3>2>—<<m§—1/3>>2—<a<mi<m%—1/3>>2+

3y

5 ((m3 —1/3)mm) : (m3 —1/3)mm))].

Here we normalize the free energy density by kg1 and i=1.
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