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We propose here a molecular theory of liquid crystals based on well-known theory of classical lig-
uids. The method of calculation involves the simultaneous solution of two coupled nonlinear integral
equations. The one- and two-particle distribution functions are obtained, as are order parameters as
functions of density and temperature. The results are compared with those of mean-field calculations.

I. INTRODUCTION

In recent years there has been much interest
and research activity centered upon the study of
liquid crystals. However, despite encouraging
progress made along the lines of mean-field theo-
ry' -3 and hard-rod model calculations,*~" a de-
tailed and realistic microscopic theory of liquid
crystals is still lacking.

In the mean-field approximation, short-range
correlations between molecules are ignored, or at
best accounted for in the crudest manner. While
phase diagrams for homologous series can be ob-
tained, in fact rather successfully, properties
which depend on the pressure of the system cannot
be accounted for. Yet some of the most interest-
ing recent experiments are related in one way or
another to this thermodynamic variable: the pres-
sure. For example, there are now available PV T
data for individual members of a homologous
series®? there are measurements of elastic con-
stants'®; and there are direct observations on
sound propagation properties.'*!? Furthermore,
neutron scattering experiments'® now provide a
sensitive probe of microscopic structure functions.
To understand and predict these important proper-
ties of liquid crystals one must move beyond the
mean-field approximation.

Hard-core model calculations do take into consid-
eration short-range intermolecular correlations.
However, in these models there is too much em-
phasis on geometrical or steric effects. In reality,
the intermolecular potentials are expected to be
much softer and of multipolar nature. To bridge
the gap between powerful but qualitative statistical-
mechanical calculations and quantitatively accurate
data obtained from experimentation on real-life
liquid crystals, one must allow potentials of rather
general forms into the microscopic theory.

In this paper, we propose a molecular theory of
liquid crystals based on well-known theories of
classical liquids. Undoubtedly, approximations of
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various sorts are present, as will be made clear

in the following pages. What we provide here is
merely the first step in a strenuous journey. In
subsequent papers we shall deal with applications
of the formalism developed here, and attempt to
link up with the available phenomenological, hydro-
dynamic theories.!'*~!° To illustrate how quantita-
tive results can be produced from our theory,
some simple numerical calculations are carried
out for two-dimensional systems. The choice of
dimensionality is merely for expediency. We rea-
lize that phase transitions in two dimensions have
intriguing implications in rigorous statistical-me-
chanical theories. Qur theory is clearly not suffi-
ciently exact to make any significant statement re-
garding these fundamental questions. We are sat-
isfied with the fact that order-disorder transitions
in two dimensions are not ruled out by exact theo-
ries, the prime example of which being the well-
known Ising model. The success or failure of our
theory will rest on how well the three-dimensional
version eventually fares when tested against em-
pirical data.

In the given context, then, what is the most con-
venient way of representing an order-disorder
transition? This question was answered a long
time ago by Kirkwood and Monroe.?° The one-par-
ticle distribution function becomes extremely im-
portant when one examines systems with long-
range order. For example, as a liquid condenses
into its solid phase, the one-particle distribution
function goes over from a constant to one having
periodic peaks situated on the lattice sites. Again,
in the present case, as an isotropic liquid under-
goes a transition into a nematic phase, the one-
particle distribution function exhibits a sharp max-
imum along some preferred direction: that of the
divector. In both examples, we face the following
theoretical difficulty: The only input happens to
be the intermolecular potential. If this potential
has a symmetry corresponding to that of the dis-
ordered phase, the transition to the ordered phase
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represents a lowering of the symmetry. A one-
particle distribution function naively defined in the
usual canonical ensemble theory leads to complexi-
ties. If the potential is rotationally invariant, the
one -particle distribution function is apparently a
constant in either the isotropic or the nematic
phase. One might simply accept this statement
and proceed to look for order in the two-particle
distribution function. Or alternately, one might
introduce an arbitrarily weak single-particle
field—one that furnishes a preferred axis in space
and yet is too weak to affect otherwise the proper-
ties of the system. The latter approach, which we
shall adopt in this paper, breaks the symmetry
and selects the proper ensemble. The fictitious
single-particle field will not explicitly appear in
the equations; its presence will be tacitly assumed.
Let us then consider a system composed of N
molecules confined to a plane of area A such that
the limit N/A =n exists as N and A approach infin-
ity. = is finite and an input parameter. The inter-
action is assumed to be pairwise. To be more
specific, we shall take it in the following form:

v(1,2)= 00y, @375, @2)
(1)

=0,(r15) + V(7 ,) COS2¢0,, ,
where T; = (x;, y;) gives the position of the center
of mass of the ith molecule, and ¢; gives its ori-
entation. »;;=|F; -T,/; and ¢ ,=¢, ~@,. Figure
1 shows the geometry of a pair of molecules.

J
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v,(r) and v,(r) are functions to be constructed to
make v as realistic as possible. Clearly one can,
and perhaps eventually needs to, generate potentials
which are more sophisticated than that given in
Eq. (1); e.g., by including higher-order terms in
cosines such as cos4¢,,, etc. But such a move
will only complicate the issue and adds nothing
substantial to our present effort toward developing
the theory. Also, it is possible to include odd
cosine terms such as cos¢,,, etc. This destroys
the two-fold symmetry of the rodlike molecule
(with respect to a rotation by 7), a property which
is rather nice to ascribe to the molecules at this
early stage of our research. For the numerical
work in this paper, we take v,(r) to be of the popu-
lar Lennard-Jones form,

Vo) =€[l0/r)* = (0/7)°] , 2)
and v,(r) a Gaussian as in Refs. 2 and 3,
vy(r) = = e/’ - (3)

The values of the parameters €, o, 1, and v, will
be given later. Figure 2 shows qualitatively the
angular and spatial dependence of such a pairwise
potential.

II. DISTRIBUTION FUNCTIONS

We define the v-particle distribution function in
the conventional manner®:

21
P®(1,2,..., v)=N{N =1)s +« (N —v+1)2m)" fo
foz"...fA.
Y

/

."I\‘ﬁz//\ﬂ

X

FIG. 1. Geometry of a pair of molecules. A molecule
is represented by its symmetry axis.

(4)
. eXp[" ﬁZiq‘U(i’j)] drysec dyyd, e doy
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FIG. 2. Qualitative nature of the angular and spatial
dependence of the interaction potential V(1,2).
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For systems characterized by pairwise interactions the essential distribution functions are the one-

and two-particle distribution functions

PO(1)2nplry 9,) =Nm) Jg " Jar el BEuquE, DI dFy + dEudpy - dpy (5)

J e [, expl =B i< 06, 5) AT e dEyd o doy

and
P(Z)(l, 2) Enzp(?l’ fP;)P(‘{’z, (yaz)g(—fli (Pl’ ;2) <p2)

2m

=N(N - 1)2n)? "2

oo [y expl-B v, ] dEye e dFydoye oy (8)

m

fo . .fA. . 'eXp[—BE,-qv(i,]')] dt s dTyde  * dpy

By restricting our present considerations to iso-
tropic and nematic phases, both of which possess
translational invariance, we find the “density”
p(¥, ») depending only on the orientation ¢ and the
“pair correlation function” g(r,, ¢ ;7,, ¢,) depend-
ing only on the magnitude of the distance »,, and
@, and ¢,. Thus we write

PO (1) =np(p,) )

and

P@(1,2)=12p(0 )p(@,)87 1550 1, @) - (8)

Let us reiterate these facts and further inspect
other properties of the system: symmetry, asymp-
totic behavior, and normalization. From these
properties we wish to obtain infinite series in
which these functions can be conveniently expanded.

For the density, we note the following: (i) It is
a constant in the isotropic phase. In the nematic
phase, once the rotational symmetry has been
broken by the specification of the x axis from
which one measures ¢, the density becomes de-
pendent on the orientation of the molecule but not
the position of its center of mass. (ii) It is an
even function of ¢; i.e., p(¢)=p(-¢@). (@ii) It is
invariant with respect to a rotation by m ¢ - ¢ +m.
In other words, the molecules possess twofold ro-
tational symmetry. (iv) It satisfies the normaliza-
tion condition

1 2m

21 Jo

ple)de=1. 9)

For the pair correlation function, we observe
the following: (i) g(r,; ¢, ©,) is a function of the
relative distance between the centers of mass of
the two molecules 1 and 2. (ii) P@ (r, ¢;7,, @,)
is symmetric with respect to an interchange of 1
and 2. This implies

B 12501, 92) =8W o5 0oy @) (10)

e=

LTewe [ oo 0expl—(1/RTIS, ¢ 0, )]AF, + dTyde - doy

(iii)

g('rlz;qol)(pz):g(’rlz;_(pp _(Pz)- (11)

(iv) gr; @4, ¢,) is invariant with respect to the
following transformations:

Q=@ T, Q=P+,

Q=@ +T and Q,—~Q,+T.

(v) &7y, ¢4, ¢,) approaches unity asymptotically;
i.e.,

}iggug(r; YpPs)=1. (12)

(vi) g7 5 ¢ 1, @,) is a real function of its arguments.
These considerations lead first to the expansion
of the density:

plp)= iazmcoszmw , (13)
m=0Q
where .
a,=1, (14)
and
27
az,,,=(1/77)f0 p(p) cos2mey dy . (15)

The coefficients a,, define the order parameters,
as evidenced by a straightforward calculation of
the latter (7,,) in terms of the usual thermal aver-
ages:

N
72'"5}}.{(301\1] <Z cos2mxp,>

i=1

(16)

(1)

fo”o .. fA. . exp[—(l/kT)Z),-<jv(i,j)]d?l- <o dTyd,* doy
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Next we have the expansion of the pair correlation function:

8150, 95)=Go(¥5) +2 Z: Gy, m(¥ ) cOs2mo

m=1

+2 zw:(;,,,(rlz)(coszmqo1 +CoS2m@,) +2 ) Gh(r,)cos2m(e, +@,) . (18)

m=1

For an isotropic liquid, g ,,;¢,, ¢,) is invariant
with respect to a simultaneous rotation of the mo-
lecules; i.e., ¢,~¢,+a and ¢,~¢,+a, where «
is arbitrary. Under this condition, the terms in-
volving G, (r,,) and G} (r,,) drop out. Equation (18)
reduces to

&7 125 012) =Goryp) +2 Z Gz,m(rm) cos2me ,,
m=1

(19)
=Gy(7,,) +2G,(r,,) cos2¢ ,,
+2) Gy plr,,) cos2me,, . (20)
m=2

III. INTEGRAL EQUATIONS FOR THE DISTRIBUTION
FUNCTIONS

It is well known?! from the theory of classical
liquids that a heirarchy of integro-differential
equations relating PV to all P™), y<2, can be
easily derived by differentiating the defining equa-
tions of PV with respect to the spatial variables.
These equations, known as the BGKY (Born-Green-
Kirkwood-Yvon) equations, can be generalized for
present use in connection with systems exhibiting
liquid-crystaliine phases. Take p(¢). It depends
only on the angular variable ¢. Differentiating
Eq. (5) with respect to ¢, and introducing the de-
fining equations (6) and (8) of g(»,; ¥, ¢,), one
obtains the first BGKY equation:

1 9 n 2"
-E%mp(%)_ﬂfo do,

XfA d?zp(‘»oz)g(rlz; @1 P)0(715)

9

X o cos2¢,, . (21)
In like manner one could differentiate Eq. (6) to
obtain the second BGKY equation, one that relates
P® o p and g. Somewhere along the line one
truncates the hierarchy of equations by means of
a closure approximation (such as a superposition
approximation), and thereafter solves the remain-
ing equations simultaneously for all low-order dis-
tribution functions including p and g. And since the

m= 1

r

free energy of the system at every density » and
temperature T can be expressed in terms of the
distribution functions, one evaluates the free en-
ergy from which all thermodynamics flows. Actu-
ally for equations beyond Eq. (21), it is simpler to
employ functional derivative techniques. There
are more convenient equations than the BGKY
equations which one can derive and use. The bet-
ter known ones are the HNC (hypernetted chain)
and the PY (Percus-Yevick). For liquid crystals,
straightforward generalization of the definitions of
functionals, functional derivatives, and functional
inverses is sufficient. Compared to the usual
procedure,?? the only modifications required are
given below:

FifG o) = [ ao [ aF 1 0), 22)

o] -
mF{f(rp @)}

1 - -
= gi}}gg[F{f(rl, ®,) +27m€d(F, = 7,)6(¢, —@,)}

—F{f(—fl’ (pl)}]y (23)

and
2m - - - - -
_[0 d(/]z‘[Adrzh l(rl,(pl; Iy, (pz)h(;z, @5 rs:(ﬂs)

=270(F, - T,)0(0, —@,) . (24)

One then obtains the generalized Ornstein-Zernike
equation®:

87594, (Pz) -l=clrp e, ¥5)

n

am
+'ﬂj; d‘PaLdrs[g(Vls;(quJs)" 1]

XC(#33; @3, @3)0(Fs, @3,

(25)
where c( ,; ¢,, ¢,) denotes the direct correlation
function.?®* Approximate integral equations may
then be derived by relating in various ways
870, @,) and ¢(7 ;9 ,, ¢,). In particular, the
PY equation is obtained by making a functional
Taylor-series expansion in the grand canonical
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ensemble and retaining only up to the first deri-
vative.?? Thus, one finds a second equation:

C0rip; @1, @)™ 80 13501, 95)
%(1 = gPlvo(ria) +v5(r ) cos29p51y (26)

In this paper we employ the PY equation.

1V. REDUCTION OF THE INTEGRAL EQUATIONS

The substitution of expansion formulas (13) and
(18) into Eqgs. (21), (25), and (26) gives rise to an
infinite set of coupled integral equations which are
clearly unmanageable. The expansions must be
truncated at an early stage. Moreover, the major
effects of short-range correlations can be ob-
served without the inclusion of complications like
G,(r) and G,(r). This amounts to choosing
g 12591, @5) to be g(r,; ¢,,), the isotropic pair
correlation function; i.e., we shall assume the pair
correlation to remain isotropic through the phase
transition. In this case p(r,, ¢,) inside the integral
in Eq. (25) can be taken to be a constant, namely
unity. We therefore begin with

Golriz)e Bug(ryy) 9L By (7 15)) + 2G5 (¥ 1), Bry (7 12))e Boo(712)

p(@)= 1+a,cos2¢ +a,cosdy 27
and

& 105 @1, 02) S 81 (135 @15)

R Gy ys) +2G,(r,,) COS2¢,, . (28)

Likewise for the direct correlation function we
take

(125 P15 P2) R €1 (V125 @15)

~Co(ry,) +2C,(r,) cos2¢,, . (29)

The validity of such truncated expansions depends
of course on the strength of the interaction and the
density of the system. In subsequent work we in-
tend to study the effects of higher-order terms and
the range of validity. Our first task is to demon-
strate that under such approximations the coupled
integral equations possess solutions. Next we
wish to compare these solutions with those of the
mean-field theory.

Substituting Eqs. (28) and (29) into Eqs. (25) and
(26), and decoupling, one finds

=1 +na£d?3{co(713) =1HG,(rp5)[1 - e Bo0(m23) g ((Buy (755)) ] = 2G,(735)e #0239 (Burys)) b (30)

and

G, 1,9 (B, 00 1,)) +9,(Bv, 0 15))] e Boolriz) 1 Golr15)9,(Bv,(ry,))e Buofr12)

=n Ld-f'c’ 62(713)[02 (723){1 —eBrdrzs) [96(Bv, 7 55)) +9(BV, (723))]} - Go(rzs)eﬂvo(rzs)gl(ﬁvz (7’23))]; (31)

where g, represents the modified Bessel function
of mth order:

d
Qm(a)=21—m. e("/zxt”/’)-t—m—fq (a real). (32)

These equations can be cast in simpler forms:
Yo @) 9BV, ) +2v,0)9,(8v,())
=1+2n Jm sds[yy(s)f,(s)
—272(3)91(31)2(3»])((7, S) (33)
and
Yo ) 9,(Bv, () + 7,0 )982, ) +9,(Bv, ()]
2o [ Sds[v6)146) = 76)8,Br, N Y b, 5),
0o
(34)

where

Yolr) =G, tr)e 8o, (35)
Y, () =G, 0r)e B, (36)
filr)=e=Brd 1, 37
falr) =B _g (Bv,0r)), (38)
fstr)=e=B20 —g (Bv,(r)) - 9,(Bv, (), (39)
Xt s) =f0 Lo (F =BD[1 +£,(F -8))] - 1}d6,
(40)

vo,s)= [ % (F-8)[1+7,(F-3)]do, @D

and 6 denotes the angle between T and 5.

It is possible to solve the simultaneous equations
(33) and (34) by various iterative procedures. In
fact several were tried. The most efficient algo-
rithm turned out to be the one in which y,¢’) and
%) are simultaneously modifiedat every iteration.
The numerical results reported in Sec. V were ob-
tained with this method. Once y,¢) and y,0), or
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alternately G,) and G,(), are found, the following
moments of v,() can be evaluated:

@y =-pn fA 0,0) G, tr)dF (42)

and

a,==Bn ﬁvz(r)cz(r)d?. (43)

These are the crucial quantities in our theory be-
cause the substitution of Eqs. (27) and (28) into the
first BGKY equation (21) results in the coupled
transcendental equations:

_(/2m) [2" exp(a,T, cos2¢ +5 a,7,cosdp) cos2edg
2 (1/211).[3’r exp(a,T, cos2¢ +3 a,T, cosdp)dp

(44)

and

1/27) [27 exp(agr, cos2¢ +5 a,T, cosde) cosdpd e
_ ol 2 274

4

(1/2m) [2" exp(a,T, cos2¢ +3 a,T, cosdp)dp
(45)

which can be solved numerically or graphically
with little effort.

V. NUMERICAL RESULTS

The numerical solution of Eqs. (33) and (34) for
¥o) and v, () was carried out on CDC 6400 and
CDC 7600 computers. For the potential param-
eters, densities, and temperatures considered,
we found the convergence of the iterative proced-
ure to be sufficiently rapid to permit several sets
of calculations. The energy parameters n and €
were measured in units of 27T, so that keeping the
ratio n/e fixed a variation in 7 and € corresponded
to varying the temperature without altering the
potential. We choose 7 and € to be of the order of
RT, and the range of the Gaussian, 7, to be arbi-
trarily twice the hard-core diameter o. Since no
experimental data are available at this moment,
we have tried to keep the units of distance and
density as flexible as possible. At a later stage
one can adjust these by choosing a specific unit
for distance and the corresponding inverse square
for the unit of density. All integrations involving
G,r) =1 or G,fr) in the plane are carried out to a
distance of approximately 7o.

Figures 3 and 4 show the G,) and G, () obtained
at two typical densities for

€=1.50, ¢=0.50, 7=0.764, »,=1.00, (46)

corresponding to temperature 7, and T,=0.89887T,.
In each figure the solid curves are at the lower
density #, =0.75. The dashed curves are at the
higher density n,=0.95. Note that G,(") has the

05F

4.0 50

r

FIG. 3. Gy(7) and G,(7) at temperature 7.

usual shape of a classical liquid, with sharpened
features at higher density. It correctly approaches
unity at large ». G, () decays toward zero with in-
creasing » as expected. It is more pronounced at
higher density, which indicates stronger orienta-
tional dependence of g ,; @,, @,).

Figures 5 and 6 show the results of solving Eqs.
(44) and (45). At this point one should recall that
the order parameters 7, and 7, represent the one-
particle distribution function or the density p(p).
Below certain critical density n,,(T') Eqs. (44) and
(45) only possess the trivial solutions 7,=0,7,=0.
The phase is clearly isotropic. Aboven,, (T), a
new set of nonvanishing solutions appear. So both
isotropic and nematic phases become possible. To
determine which is the stable phase, one must cal-
culate and compare the free energies. To find a
two-phase equilibrium region, one must carry out
a Maxwell construction. Both topics lie outside
the range of present interest. These will be dis-

05

40 50

FIG. 4. Gy(r) and G,(7) at temperature T,.
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cussed in a forthcoming paper. In Figs. 5 and 6,
the dashed curves represent mean-field results.
We wish to conclude our discussion with (i) a brief
review of the mean-field approximation as seen
from the present theory, and (ii) a few remarks
on how the present theory compares with mean-
field calculations.

VI. COMPARISON WITH MEAN-FIELD THEORY
In the mean-field approximation the short-range
correlations between molecules are discounted.
What this means is that the two-particle distribu-

tion function p® (1,2) can be decomposed into two
one-particle distribution functions; thus

PO(1,2)~ PO1)POQ), (47)
By Eqgs. (7) and (8), this implies

&0, 0,)=1, (48)
or in the expansion formula (18) or (20),
G,lry,)=1 (49)

while all other coefficients G,,,)=++-=0. Equa-
tion (21) for the density function p(p) reduces to

)

“B 55: Inp(p,)

2T . 9
:5”1—’ fo dgogLdrgp(%)vz(rlz)a—p-lcosz(pu

(50)

0.8

0.6

04

0.2 /

FIG. 5. Order parameters at temperature T,. The
dashed curve represents the mean-field calculation.

1.0 I I I

0.6

04

0.2

0 . { 1 L
0.7 08 0.9 1.0

FIG. 6. Order parameters at temperature T,. The
dashed curve represents the mean-field calculation.

or
9 ~ 9 - om
5o, lnp(%)—a‘pl <*21rkT> , de,

Xf dT p(@,)v,0r,,) cos2gp,, .
A

(51)
This equation can be integrated readily to give

p(p) =(1/x)e~" (#I/AT (52)
with

ar
V(p,) = do, _[ d'fp(goz)vz(r)c(>52<p12
2m J, A (53)

representing the mean field. X in general should
be a function of ¥,. But in the present case we are
concerned with the isotropic and nematic phases
only. X reduces to a normalization constant:

2w
A=(1/27r)f dge-VOIrT (54)
0

Note that the orientation-independent part v,¢)
does not appear in our present consideration; i.e.,
it does not appear explicitly when one applies the
mean-field approximation to isotropic and nematic
phases. It has “averaged out’ as in Ref. 1.

Solving Eq. (50) directly using the technique de-
veloped in this paper, we obtain

Ty =8,@rinnT,)/8,arinnT,). (55)
Equation (55) can then be solved graphically. One
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finds readily that nontrivial solutions exist as long
as

mrinn=2.0. (56)

In Ref. 2, the self-consistent equations (52) and
(53) were solved approximately. In Ref. 3, a vari-
ational approach was empioyed in which the free~
energy functional was numerically minimized with
respect to a variational density function. The
present approach, when generalized in a straight-
forward manner to allow for the smectic phase,

is by far the simplest to use. Presently we are
also in the process of calculating the effects of

short-range correlations in the smectic phase.

Results obtained for the potential parameters
given in Eq. (46) are shown in Figs. 5 and 6 for
two different temperatufes. The major difference
between the mean-field theory and our present
theory is that 7, in the present theory drops more
abruptly with decreasing density and rises to a
higher plateau.

ACKNOWLEDGMENTS

We wish to acknowledge helpful discussions with
Dr. M. D. Miller and Professor H. T. Tan.

*Work supported in part by the NSF through Grant No.
GH-39127 and through Grant No. GH-33575 administered
by the Materials Research Center of Northwestern Uni-
versity. The work was first presented at the Fifth
International Liquid Crystal Conference held in Stock-
holm, Sweden, 1974.

lw. Maier and A. Saupe, Z. Naturforsch. A 14, 882
(1959); 15, 287 (1960).

’W. L. McMillan, Phys. Rev. A4, 1238 (1971); 6, 936
(1972); 7, 1419 (1973); R. J. Meyer and W. L. McMil-
lan, Phys. Rev. A 9, 899 (1974).

3F. T. Lee, H. T. Tan, Y. M. Shih, and C.-W. Woo, Phys.
Rev. Lett. 31, 1117 (1973); F. T. Lee, H. T. Tan, and
C.-W. Woo, Phys. Lett. A 48, 68 (1974).

M. A. Cotter and D. E. Martire, J. Chem. Phys. 52,
1909 (1970).

’A. Wulf and A. G. DeRocco, J. Chem. Phys. 55, 12
(1971).

83. Viellard-Baron, J. Chem. Phys. 56, 4729 (1972).

"R. L. Coldwell, T. P. Henry, and C.-W. Woo, Phys.
Rev. A 10, 897 (1974).

8P. H. Keyes, H. T. Weston, and W. B. Daniels, Phys.
Rev. Lett. 31, 628 (1973).

®B. Deloche, B. Cabane, and D. Jerome, Mol. Cryst.
Ligq. Cryst. 15, 197 (1971).

10K. Miyano and J. B. Ketterson, Phys. Rev. Lett. 31,
1047 (1973).

HA. E. Lord, Jr., Phys. Rev. Lett. 29, 1366 (1972).

125¢e Ref. 10. Also K. Miyano, Ph.D. thesis (North-

western University, 1974) (unpublished).

13K, Otnes, R. Pynn, J. A. Janik, and J. M. Manik, Phys.
Lett. 38A, 335 (1972); R. Blinc and V. Dimie, Phys.
Lett. 314, 531 (1970).

¥, C. Frank, Discuss. Faraday Soc. 25, 19 (1958).

o, w. Oseen, Trans. Faraday Soc. 29, 883 (1933).

18p. G. de Gennes, Mol. Cryst. Liq. Cryst. 12, 193
(1971).

1"p, c. Martin, P. S. Pershan, and J. Swift, Phys. Rev.
Lett. 25, 844 (1970); D. Forster, T. C. Lubensky,

P. C. Martin, J. Swift, and P. S. Pershan, Phys. Rev.
Lett. 26, 1016 (1971).

183, Chandrasekhar and N. V. Madhusudana, Mol. Cryst.
Liq. Cryst. 10, 151 (1970); Acta Cryst. A 27, 303
(1971).

BT, C. Lubensky, Phys. Rev. A 6, 452 (1972).

%3, G. Kirkwood and E. J. Monroe, J. Chem. Phys. 9,
514 (1941).

21, 7. Fisher, Statistical Theory of Liquids (University
of Chicago Press, Chicago, Ill., 1964).

23, K. Percus, Phys. Rev. Lett. 8, 462 (1962).

231,. 8. Ornstein and F. Zernike, Proc. Acad. Sci. Am-~
sterdam 17, 793 (1914).

240(1’12;%, ©,) sums only non-nodal cluster diagrams
whereas g(7yy; ¢y, ¢;) sums nodal diagrams as well as
non-nodal diagrams. c¢(7y;¢y, @) approaches zero
with particle separation much more rapidly than
le(ryy; @1, @5) — 11,



