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Convergence of Density Expansions of
Correlation Functions and the Ornstein—
Zernike Equation

Tobias Kuna and Dimitrios Tsagkarogiannis

Abstract. We prove absolute convergence of the multi-body correlation
functions as a power series in the density uniformly in their arguments.
This is done by working in the context of the cluster expansion in the
canonical ensemble and by expressing the correlation functions as the de-
rivative of the logarithm of an appropriately extended partition function.
In the thermodynamic limit, due to combinatorial cancellations, we show
that the coefficients of the above series are expressed by sums over some
class of two-connected graphs. Furthermore, we prove the convergence of
the density expansion of the “direct correlation function” which is based
on a completely different approach and it is valid only for some integral
norm. Precisely, this integral norm is suitable to derive the Ornstein—
Zernike equation. As a further outcome, we obtain a rigorous quantifica-
tion of the error in the Percus—Yevick approximation.

1. Introduction

Correlation functions of interacting particle systems provide important infor-
mation of the macroscopic as well as the microscopic properties of the system.
This was well captured already in the literature in the 30’s, see [20]. Around
the same period, with the development of power series expansions by Mayer
and Mayer [27], a direct perturbative representation of correlation functions in
terms of integrals over configurations associated with a graphical expansion has
been suggested in [28], where the density expansion of the n-body correlation
function has been derived. However, being perturbative expansions around the
ideal gas, the density expansions of the correlation functions are not expected
to be valid at the densities of the liquid regime. So, one tries to develop a
theory of classical fluids without using the density expansion formulas, [32].
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A candidate for deriving such relations is the original Ornstein—Zernike
(OZ) equation, [35], which, however, cannot be solved as an equation as it
contains two unknown quantities, namely the correlation function and the di-
rect correlation function. Hence, one has to postulate a relation between them,
that is what one calls a closure scheme. A lot of effort has been made in this
direction, and various suggestions have appeared. Stell [47] systematically re-
lates the most popular closure schemes (such as the Born-Green—Yvon (BGY)
hierarchy, [6,49], the Hyper-Netted Chain (HNC) and the Percus—Yevick (PY)
equation [38]) to graphical expansions and tries to quantify them in this way.
Ever since an enormous body of works was created, which by now is a standard
tool in liquid state theory, see e.g. [17]. Furthermore, there is recent interest
in developing coarse—graining methods based on this theory, see for example
[29,33,34].

However, in [47], it is also acknowledged that the manipulations involved
in obtaining these infinite sums. . . have been carried out in a purely formal way
and we have not examined the important but difficult questions of convergence
and the legitimacy of the rearrangement of terms. The convergence of the ac-
tivity expansion of the pressure and the truncated correlation functions for
stable potentials integrable at infinity is well established since the '60s. A first
result about rearrangement of terms in the above sense immediately followed;
Lebowitz and Penrose [23] showed that the resumming to achieve expansions
in the density from expansions in the activity can be justified rigorously for the
free energy and a lower estimate for the radius of convergence of the density
expansion was also given. The analogous result for the expansion of the trun-
cated correlation function is sketched, we discuss its limitations below. Other
resummings had to the best of our knowledge not been considered. The present
paper is a first step in picking up this line of research by studying the con-
vergence of the expansion of the n-body correlation function and of the direct
correlation function. Note that the latter cannot be directly expressed as an
expansion of the activity and following the line of argument in [23] seems more
involved. Contrary to the previous approach, we work directly in the canoni-
cal ensemble (which is natural for density expansions) and control for the first
time directly a cluster expansion based on 2-connected graphs. In a first step,
we relate the correlation functions to an extended partition function and we
obtain the result as a consequence of the validity of the cluster expansion of
the free energy in the canonical ensemble. However, more delicate estimates
are needed in order to control the density expansion of the “direct correlation
function” and to establish the validity of the Ornstein—Zernike equation.

Before we discuss the aforementioned problems and previous works in
more detail, let us state the main results of this paper

1. Absolute convergence of the density expansion for the truncated corre-
lation functions uniformly in the arguments of the correlation function,
with essentially the same radius of convergence as for the activity expan-
sion.
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2. The rigorous derivation of the graphical representation of the density
expansion of the truncated correlation function by some class of two-
connected graphs.

3. The convergence of the density expansion (in the thermodynamic limit)
of the direct correlation function in the L! sense in the difference of the
arguments. Furthermore, we show that this type of convergence implies
that the direct correlation function defined via its expansion solves the
OZ equation in the thermodynamic limit.

4. The order of the error term in the closure which gives rise to the Percus—
Yevick equation is rigorously derived.

Note that the convergence in (1) holds also in the L!-sense and one can show
it by following the line of proof presented later in the paper.

Let us discuss the points raised above in more detail. The first math-
ematically rigorous construction of the correlation functions in the thermo-
dynamic limit was obtained in the high-temperature and low-density regime
in [4] based on a fixed-point argument for the Kirkwood-Salsburg (KS) equa-
tions. Then, further progress has been made in the 60’s starting with the works
of Groeneveld, Penrose and Ruelle. Ruelle [45] used a fixed-point argument,
while Penrose uses an iteration of the (KS) equations in [36]. Closely related,
in [37] Penrose introduced the so-called tree-graph estimate, further developed
in [7], cf. also [41] and references therein for recent progress. After the 60’s,
the technique of cluster expansion has been further developed and its validity
has been established for a large class of different systems, for example with
the introduction of the abstract polymer model [16,21]. We refer to [13] for
a review of the different sufficient conditions for convergence. For the case of
the classical gas, all results are based on the grand-canonical ensemble as the
techniques that have been used exploit the infinite sum over the number of
particles. However, in this paper, we are considering expansion in the density.
The coefficients of this expansion were identified as sums over 2-connected
graphs already in the 40’s, cf. [27].

In order to derive from the expansion in the activity an expansion in
the density, two further steps are required, as in any resumming: first, some
“inversion” theorem from analytic function theory in order to show the con-
vergence of the density expansion and second a combinatorial relation between
graphs, e.g. a “topological reduction” in the language of Stell, to identify the
coefficients in the density expansions. Part of the latter is to check the ad-
missibility of the rearrangement of terms in the series necessary to realize the
combinatorial relations. In general, this is an issue because the series in the
graphs is only conditionally convergent. For Mayer’s combinatorial identities
[27] this is not an issue due to the iterative structure leading in each order to
finite many identities. For details as well as for a lower bound on the radius of
convergence, see [23]. See also [40] for a recent improvement mainly for poten-
tials with negative part. For the multi-species case see [48] as well as [19]. In
[25] this relation between graphs is put in the systematic context of operations
between combinatorial “species”.
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In [23], it was also pointed out that one can derive the convergence of the
correlation functions following similar arguments as for the free energy. The

coefficients a,gn) of the density expansion of the truncated correlation functions

u™ (q1,. .., qn) = p" Sreo pka;”) (q1,.--,qn) are themselves functions of the
position. A straightforward application of the arguments from [23] gives only
convergence for fixed q,...,q,. However, in order to work with the expan-
sion, e.g. in order to show that it satisfies the Ornstein—Zernike equation, one
needs that the series is absolutely convergent with respect to the uniform norm
in the arguments or the L'-norm, that is Y7 p* [cac1) |a,(€")(0, Q25 Qn)]
dgs . .. dg, < oo (due to translation invariance). It may be possible to achieve
this also via an indirect proof in the spirit of [23], but to the best of our
knowledge it has not been presented in detail. This issue is also relevant for
the sketch of the proof in [1], where the authors exploit the finite range of the
considered potentials by examining analyticity in the Fourier space. However,
this argument requires the stronger sense of convergence in L!-norm (explained
above) in order to connect the Fourier transform of the series in density with
the series of the Fourier transform of its summands.

In this paper, we follow a direct and natural approach to obtain the den-
sity expansion starting from the canonical ensemble. In [42] the validity of the
cluster expansion in the canonical ensemble has been established for the free
energy combining the cluster expansion techniques for abstract polymer model
and tree-graph estimates for particle systems. Because of the latter, no signif-
icant improvement for the radius of convergence for the virial expansion over
the activity expansion was achieved. Extending these techniques, in this paper,
we prove the convergence of the density expansions for both the correlation
and the direct correlation function working directly in the canonical ensemble.
Here, it is worthwhile to note that the direct correlation functions is quite dif-
ferent from the truncated correlation functions. First, there exists no natural
graphical expansion for the direct correlation function in the activity. Second,
even in the density, we are not aware of a natural expansion of the direct
correlation function in finite volume, but one can define an expansion which
is at least correct in the thermodynamical limit. Third, we prove directly the
convergence of this expansion which is represented by two-connected graphs
without using any thermodynamical relations. One may expect that expan-
sions given by classes of more connected graphs give leading terms which are
more relevant, however convergence proofs, since based on combinatorial re-
lations, are much harder to obtain. In fact, there is no known analogue of
the tree-graph inequality for two-connected graphs. We bypass this by using
the new technique of [42] developed for the canonical ensemble. However, the
direct correlation function is an example of an object that is not a thermo-
dynamical object in the canonical ensemble, but the technique is nevertheless
applicable. The choice of norm (in the position variables ¢;) is crucial for that.
Working with an integral norm allows us to combine translation invariance and
combinatorial cancellations (see Lemma 5.2). The main benefit of the direct
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approach is that it elucidates how the derivation of convergence is intrinsi-
cally related to the underlying combinatorial structure of the graphs in the
formal computations in Stell. For the supremum norm the cancellations which
are essential for the proof do not seem to hold. “Miraculously”, the integral
norm is exactly what is required to prove the validity of the Ornstein—Zernike
equation.

In liquid state theory, as discussed above, several closures for the
Ornstein—Zernike equation have been suggested. Moreover, starting from the
grand-canonical ensemble, a wide range of expansions for various thermody-
namic quantities have been investigated, see the systematic presentation of his
and earlier works of others (e.g. [11,31]) by G. Stell in his seminal work in
[46]. His approach is mainly based on the tools of functional differentiation
and re-summations of the cluster expansion, or “topological reduction” as he
calls it. The first was already used in [3], analogously to the use of generat-
ing functionals for stochastic processes. Note also that in one of these earlier
works, Hiroike and Morita suggest that using more complex re-summations
the theory of classical fluids may be constructed with the knowledge of the pair
distribution function alone, even if a form of the pair interaction potential is
not known. This is also closely related to the inverse or realizability problem,
where one seeks to find a priori properties of the correlation function, see [22]
and the references therein. All these considerations are purely formal; it is not
even in the high-temperature and low-density regime a priori clear that these
calculations can be made rigorous. At least in this regime, as a by-product of
the validity of the convergence for the expansions proved here, we can evaluate
the error in closure schemes such as the Percus—Yevick equation, rigorously.
The approximation is correct up to the order of p?, as expected. Note that
this scheme gives rise to approximations that are not as simple as restricting
to the leading order, quite the contrary; a systematic rule is given on how
to select terms from all orders. As series in the graphs, the expansions are
only conditionally converging and hence the evaluation of the error is not a
direct consequence of the convergence of the activity or density expansion of
the truncated correlation functions. Trying to construct closures with higher
order error, as already suggested in [47], is more complicated. This is left for
the future together with the quest of an expansion that can be valid in the
liquid regime.

The structure of this paper is as follows: In Sect. 2, we present the model
and the main results. Referring to the list given above, item (1) is based on the
definition of the truncated correlation functions via the generating functional
for correlation functions, which allows us to relate it to the abstract polymer
model and derive the convergence result from the general theorem of cluster
expansion cf. Theorem 2.1 for a representation of the correlation function
in a weak form and 2.7 for the pointwise representation. This is proved in
Sects. 3 and 4, respectively. As expected, the range of convergence is strictly
inside the gas phase; it is the same for both expansions and it can be easily
improved along the line of [30]. The proof of item (2) is given in Sect. 4. It
requires a modification of the cancellations derived in [42] taking into account
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the difference in the combinatorial structure. Another crucial property is the
splitting property (4.16) which is based on translation invariance. Even though
the correlation functions break the translation invariance of the expansion, the
splitting property is preserved. Item (3) requires a re-definition of the activity
in the abstract polymer representation in order to show convergence when one
of the two arguments of the direct correlation function is considered in the
L' norm, as shown in Sect. 5. We conclude with Sects. 6 and 7. In Sect. 6,
we discuss the connections to combinatorial identities. In fact, the different
expansions in [46] have a strong combinatorial flavour. The results of this
paper are applied to liquid state theory in Sect. 7 and are to be investigated
further in upcoming works. Moreover, as a by-product, we also prove item (4).

2. The Model and the Results

We study a system consisting out of N indistinguishable particles described
by a configuration q:={qi,...,qn} (where g; is the position of the i'" particle)
confined in a box A(ﬁ)::(—g, g]d C R? (for some ¢ > 0), which we will also
denote for short by A when we do not need to explicit the dependence on £.
For simplicity, we consider periodic boundary conditions, that is, we identify
opposite sides of the square A to obtain a torus. The effect of other boundary
conditions is left for future studies. The particles interact via a (translation
invariant) pair potential V' : R? — R U {co}, which is stable, integrable at
infinity and V(q) = V(—q). A potential V is called stable, whenever there

exists B > 0 such that:

> Vi(g—q)>-BN, (2.1)
1<i<j<N

for all N and all ¢,...,qy. In particular, bounded below. A potential V' is
called regular, whenever

C(B):= /]R e AV (@ _1]dg < . (2.2)

The latter condition holds for a potential bounded below if and only if
Jra IV (q) A 1ldg < oco. The hardcore potential fulfils all these assumptions
with C(8,R) = |Bg(0)|, the volume of the ball with radius the interaction
range R.

The energy of the system Hp is defined as

Hu(@)= Y V(gy) (2.3)

1<i<j<N

where ¢; ; denotes among the vectors ¢; — q; + nf, for n € 74, the one with
minimal length. The length of ¢; ; is equal to the geodesic distance of ¢; and
gj on the torus.
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2.1. Thermodynamic Functions and Partition Functions

The associated canonical partition function of the system described above is
given by

1
Zoan= N'/ dgy ...dgy e PHA@), (2.4)

Given p > 0, the density, we define the thermodynamic free energy in the
thermodynamic limit by

fﬁ(p)tz lim fB,A,Ny where fB,A,N: log ZﬁA N (25)

ATR?, N—o0, ﬁ|A|
N=|plAl]
where |A] is the volume of A. The limit exists for suitable sequences of volumes
A and is actually independent of the boundary condition [14,15].
The associated canonical ensemble in the volume A is defined for a mea-
surable set C' C RV by

1 1
o (Cim g [ d o day e, (2.6)
ZB7A-,N N. ANﬂC

We introduce some relevant quantities in statistical mechanics to be stud-
ied next. Given a test function ¢ we define the Bogoliubov functional Lp(¢)
in the canonical ensemble, in analogy to the definition in the grand-canonical
ensemble (by considering the grand-canonical measure restricted to the N-
particle sector), see [3], equation (2.11):

_ /A 0+ et@))nsan(da). (2.7)
k=1

This is the generating functional of the correlation functions associated with
the canonical ensemble. In fact, by expanding the product in (2.7) we obtain

an/ Oqr) - San) oSN (a1, qn) dan - dgn, (2.8

where for n < N and the points ¢1,...,q, € A we have defined the n-point
(n)

correlation function in the canonical ensemble py n(q1,...,qn) &

n 1
ps\ 3\[((]17 .. 7qn):m /AN?H dqn+1 .. dQN

—BHA(q) 2.9
e . .
Zonn (2.9)

Note that pS\O,)N =1 and pE\I)N = % Thus, in the thermodynamic limit, we
obtain p(1) = p. The existence of the thermodynamic limit p(™ for n > 2, that
is the limit when |A| T oo with N = |p|A]|], is more subtle than for thermo-
dynamic quantities like pressure and free energy which are on a logarithmic
scale. Analogous results in the grand-canonical ensemble are well-established
[44,45]. Furthermore, for small values of the activity, the correlation functions
can be represented as power series in the activity. A by-product of our analysis
below is that we also establish the convergence of the thermodynamic limit in
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the high-temperature-low-density regime in the canonical ensemble. The only
related previous result we are aware of is [5].
The logarithm of the Bogoliubov function

logLB Zn|/ ¢111 ) 5\3\7((]17»(]n)dQ1de
n>1
(2.10)
is the generating function for ug\rg\,(ql, ..+, qn), the sequence of truncated cor-

relation functions or Ursell functions. Relation (2.10) can be understood as
the definition of u%}v(ql, ey Qn)-

These are the analogues of the cumulants for the sequence of correlation
functions. The correlation functions and the Ursell functions can be related
directly via a combinatorial formula by comparing (2.8) and (2.10) and give
rise to the following relation, see e.g. [44], p.87 or [46], Eq. (2-8), which can
also be used as an inductive definition for the Ursell functions:

n (|P;
PAN(GLs ) = > Hu‘ D(q (2.11)

{Py,...,PpYEI(1,...,n) i=1

where TI(1,...,n) is the set of all partitions of {1,...,n}. For P, = {j1,...,
Jip,|}, we use the shortcut notation: 4p = (@jrs -+ -5y p, ). For example, for
n = 2 we have:

2 2
uDn (a1, 42) = P00 (@1, a2) — pi v (00) 0 (02).

We will see that in the thermodynamic limit the functions of p, p™ and u(™
(the limits of pg\"g\[ and UE@V) have as leading order p™. Hence, it is common
to introduce the following order one functions:

(n)

(n) PA, N(q17--~7Qn)

gan(ar; - an)= o (2.12)
and
han(ar, - ,qn):zp—n. (2.13)

Due to the periodic boundary conditions, all correlation functions introduced
above will be invariant under translation. Furthermore, as bounds will be uni-
form in A and N, it follows that all relations described in this subsection will
still hold true in the thermodynamic limit.

Next, we concentrate on the case n = 2. We express all correlation func-
tions as functions of the difference of coordinates pE\Q’)N(ql —q2), ug\ )N(q1 q2),

91(\ )N((h — g2). The latter is known as the radial distribution function (in case

that the potential V' is also radially symmetric) and hf))N(ql — q2) as the
structure function. Then the following relation holds

N 2
hh (@1 — @2) = g6 (a1 — a2) — (p|/\|> : (2.14)



Vol. 19 (2018) Convergence of Density Expansions 1123

which in the thermodynamic limit simplifies to

h (g — q2) = 9P (g1 — @2) — 1. (2.15)

Another type of correlation function playing a central role in the theory
of liquids is the Ornstein—Zernike direct correlation function c¢(q1,gz2). In the
thermodynamic limit, it is defined via the following relation, usually called in
the literature as Ornstein—Zernike equation:

D (q1,q2) = c(q1,42) + /d c(q1.43)h @ (g3, 42)pM (g3) dgs.  (2.16)
R

The direct correlation function is the building block of the classical theory of
fluids, see e.g. [47] and the references therein. For the case of dilute classi-
cal systems with finite-range interactions, it has been investigated in [1] that
the direct correlation function expressed in terms of its graphical expansion
satisfies the Ornstein—Zernike equation by expressing it in the Fourier space
(whenever one can interchange the Fourier transform with the series in the
density). The purpose was to show polynomial correction to the exponential
decay of the correlation, see [12] for details. Similar results have been proved
for the finite range Ising model above the critical temperature [8], as well as
the random cluster model [9]. Furthermore, similar graphical expansions have
been proved to satisfy the Ornstein—Zernike equation also in the context of
point processes and the random connection model of percolation [24]. Here, in
Theorem 2.9, working directly in the canonical ensemble and expressing the
involved quantities as graphical expansions, we prove that the direct correla-
tion function is an absolutely convergent series in powers of the density and
satisfies (2.16) in the thermodynamic limit.

In contrast to the grand-canonical ensemble where the activity appears
as a parameter in the definition, in the canonical ensemble the density only
enters as a parameter in the thermodynamic limit. In finite volume, the right
approximation to the density is given by the following (or similar) expression
for n < N:

N(N=1)---(N—n+1)
[A™ ’

Py a)(n):= for n < N, (2.17)
which tends to p™ in the thermodynamic limit. For n > N we put Py 5 (n) =
0. For the convenience of the reader, the first result is stated without any
reference to the polymer expansion to be considered next. It expresses the
correlation functions in terms of these approximated powers of the density
and establishes that it convergences to a power series expansion in p in the
thermodynamic limit.

Theorem 2.1. There exists a constant co:=co(BB, C(B), [|#llco, [|Pll1) > 0, in-
dependent of N and A such that if pC(8) < ¢o (with N = |p|A|] and C(B) as
in (2.2)), for any test function ¢ we obtain:

N d)(ql) oo ¢(Qn)UE\7fgv(Q1a ceey qn)dql cee dQn = Z Fﬁ,A»N(na k)v (218)
" k>0
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where

F57A7N(n,k) = Z PN7|A‘(m+k)Bg,A(n,m,k:). (2.19)
m=1
The factor Py |z (m+k) is defined in (2.17), while Bg a(n,m, k) is an infinite
sum which will be given later in (3.14) after introducing the abstract poly-
mer model. Note that both Fg s n and Bga are ¢-dependent. Furthermore,
there exist constants C,c > 0 such that, for every N and A, the coefficients
Fgan(n, k), n>1, satisfy

|Epan(n, k)| < Ce™*. (2.20)

For A1 RY with N = |p|A|] the coefficient Bg p(n,m, k) converges to a limit
Bg(n, k) which is determined in (4.11) and the series

y A1) - d(g)u™ (g1, qn)dar ... dgn = p™ Y _ p*Ba(n, k) (2.21)
" k>0

18 absolutely convergent.

Remark 2.2. To prove Theorem 2.1, we follow the strategy presented in [42].
As a result, the radius of convergence or the value of ¢y can be determined in
the same way as in [42]. However, one can easily obtain slightly better values
by following the machinery developed in [13] and also the improvements on the
tree-graph inequality in [41] and applied in the case of the canonical ensemble
as in [30].

For convenience, we will work with hg\"gv (which asymptotically coincides

with ug\ng\, up to a power of p). The next step is to identify in hg\"g\, the lead-

ing order terms that survive in the thermodynamic limit and show that it
converges to a function h(™) which is analytic in p. Furthermore, the limit
is uniform in q1,...,q,. Up to translation invariance, the limit holds also in
L'. In order to obtain an explicit description of the limiting h(™), we need an
explicit asymptotic expression for Bg s (n,m, k) in terms of a graphical repre-
sentation. The resulting expression for h(") was already shown in [28,31,46],
and a proof for pointwise convergence was sketched in [23]. First, we intro-
duce some concepts from combinatorics and graph theory. We also denote by

fiji=e PV@=a) — 1 Mayer’s f-function. Partially following [25] we define:

Definition 2.3. A (simple) graph is a pair g:=(V (g), E(g)), where V(g) is the
set of wertices and E(g) is the set of edges, with E(g) C {U C V(g) : |U| = 2},
| - | denoting the cardinality of a set. A graph g = (V(g), E(g)) is said to be
connected, if for every pair A, B C V(g) such that AUB = V (g) and ANB = &,
there is an edge e € F(g) such that eN A # & and e N B # &. Singletons are
considered to be connected. We use Cy to denote the set of connected graphs
on the set of vertices V' C [N], where we use the notation [N]:={1,...,N}.

Definition 2.4. A cutpoint of a connected graph g is a vertex of g whose removal
(with the attached edges) yields a disconnected graph. A connected graph is
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called 2-connected if it has no cutpoint. A block in a simple graph is a maximal
2-connected subgraph. The block graph of a graph ¢ is a new graph whose
vertices are the blocks of g and whose edges correspond to a pair of blocks
having a common cutpoint.

Cutpoints are frequently also called articulation points. In this article, we
reserve the latter notion for the following slightly more general concept. We
use this terminology in order to stay close to Stell’s seminal presentation [46]
of these graphical constructions.

Definition 2.5. Let £k € N, n € Ny. We consider graphs with n + k vertices,
of which the first n vertices are singled out and for simplicity we call them
“white”. All other vertices are considered to be “black”. The set of all such
graphs is denoted by G, ,4k. Single vertices are not considered as graphs.
Similarly, we denote by C,, 41 the set of all connected graphs on n+ £ vertices
with n white vertices.

A vertex is called articulation vertex if upon its removal the component
of which it is part separates into two or more connected pieces in such a way
that at least one piece contains no white vertices.

We denote by Bﬁi Tk the subset of G,, ,,+« free of articulation vertices.

The easiest example to distinguish cutpoint from articulation point is the
graph: 1 (white) - 2 (black) - 3 (white), which is an articulation free graph,
but it is not a 2-connected one, as the vertex 2 is a cutpoint (but not an
articulation point).

This concept of articulation vertices free graph is also crucial for the defi-
nition of the so-called direct correlation function, see below in (2.27) and (2.28).
Motivated by the distinction between an articulation point and a cutpoint, we
introduce the concept of a nodal point.

Definition 2.6. A vertex is a nodal vertex if there exists two white vertices in
its connected component, which are different from the first vertex, such that
all the paths between that pair of chosen white vertices passes through the
first vertex.

We denote by B, .11 the set of all connected graphs over n white and
k black vertices free of articulation and of nodal vertices. The latter coincides
with the collection of all two-connected graphs on n + k vertices with n white
vertices.

The nodal points are exactly the cutpoints of a graph that are not artic-
ulation points. For a graph g € G,, 1 we define the activity
N T g
o= [T T £ T1 ea) @2
i=1 {i,j}€E(g) ie{1,...,n}
as well as its version without the test function ¢, but with dependence on a
fixed configuration q1, ..., q,:
n+k

fx(g;q17~--,qn)t=/M I d I s (2.23)

j=ntl {i.7}€E(9)
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where fi,j::e*ﬁv(qi’qi) — 1. If ¢ is compactly supported around some point
in A, then (s scales as |A|~"* while (% is of order one. Note also that in this
paper, we tend to denote with a ® all quantities that depend on the positions
q1,---,qn- Now we are ready to state the theorem about the existence of the
infinite volume limit of (2.13):

Theorem 2.7. There exists a constant co > 0 such that for all pC(08) < ¢y we

have:
B (g, qn) == lim AN (g1, qn)
ATRd,NHoo_’ ’
*LP\AIJ

=2 nu > Cga ) (2.24)

k>0 9B,
where

n+k

5’(9;(11,---,qn):=AliTrﬂgd<~X(g;qh--~,qn —/ Il do II fis-

j=n+1 {i.jreE(9)

(2.25)
Moreover, at infinite volume, we have the following bound:
sup ™ (qr,...,q0)| < C. (2.26)
q1yee5qn €A™

Remark 2.8. The constant ¢y can be determined in a similar fashion as the one
in Theorem 2.1, but here it depends only on 3B and C(f3). Equation (2.24)
is the representation given in formula 5-5 in [46], where it is derived from a
formal resumming of the grand-canonical ensemble power series representation
in the activity. Here, the formula is derived directly in the canonical ensemble.
In Stell’s words, h(”)(qh...,qn) is the sum of all distinct connected simple
graphs consisting of white 1-circles labelled by 1,2, ..., n, respectively, some or
no black py-circles, and at least one f-bond, such that the graphs are free of
articulation circles, i.e. are I1-irreducible.

For the particular case of two fixed white vertices, recalling the definition
of a nodal point and of the set By 42, we define the direct correlation function
in the canonical ensemble, i.e. for fixed volume A and number of particles
N + 2:

Nk

P
05\2)N+g (q1,92): T Z CA 9541, G2)- (2.27)

k=0 gGBQ 24k
Then we have the following theorem:

Theorem 2.9. There exists a constant co > 0 such that for all pC(83) < co, the

direct correlation function CS\2,)N+2 in (2.27) converges in the thermodynamic
limit, to
ok
Q1,QQ % Z (93915 42), (2.28)
k=0 " g€Ba otk



Vol. 19 (2018) Convergence of Density Expansions 1127

which is an analytic function in p, for pC(B) < co. Furthermore, the series
(2.28) converges in the following sense:

Sup/d(hj > Glgaa)| < Ce (2.29)

A !
n€ gEB2 2k

uniformly in A.

Furthermore, the direct correlation function 05\ )N+2 in (2.27) fulfils the
Ornstein—Zernike equation (2.16) up to the order O(1/|A|) and the limit func-
tion fulfils the Ornstein—Zernike equation (2.16).

Remark 2.10. The constant ¢y in the above theorem is independent of the test
function ¢; hence, it is different from the constant ¢y in Theorem 2.1. However,
it is determined in a similar way and can be estimated explicitly. Moreover, as
a direct consequence of (2.29), we have that

Sup/dQ2|C§\2,)N(Q1,(J2)| <o (2.30)
G EANJA

which, together with (2.26) (for n = 2), proves that the Ornstein—Zernike
equation (2.16) is well defined.

3. Cluster Expansion, Proof of Theorem 2.1

Using the relation between the logarithm of the Bogoliubov function and the
truncated correlation functions (Ursell functions), cf. (2.10), we can express
the truncated correlation functions as variational derivatives of the logarithm
of an extended partition function:

8n
/¢(q1)-.-¢(qn)u(”)(q17~-~,qn)dm---dqn e 108 Zp.a,v(00) o=,

(3.1)
where
1 N
ZB,A,N(O@)::M/HG +ag(g;))e 1 Ddg, ... dgy. (32)
i=1
This follows from the fact that
Z o
Lp(ag) = M, Zg AN (0) = ZgaN-
Zz.A,n(0)

We define the space V3 whose elements are all ordered pairs (V, A) where
V c{l,...,N} and A C V. We say that two elements (V1, 4;) and (Va, A2)
are compatible, and denote it by (Vi, A1) ~ (V3, A2), if and only if V; ~ Vo,
where two sets Vi, V; are called compatible (denoted by Vi ~ Vo) if ViNVe = &
otherwise we call them incompatible ().

Then we split (3.2) as

IA\N

ZgaN(op) = Zb“?x ~(ag) (33)
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and write

Zg n(a0) = > HcA (Vi, Ay)), (3.4)

{(V1,41)5,(Vie, Ar)

where

Ca ((V, A)):=al4 Y~ (o (g, A),

g€eCv

- d
e v meqsqz (3.5)

{i,j}€E(g i€A

with the latter as already defined in (2.22), and dg,, is a shorthand for the
product measure ],y dg;. In the literature, see [2], this is called subset gas
and it is a special case of the general Abstract Polymer Model, which consists
of (i) a set of polymers V};, (ii) a binary symmetric relation ~ of compatibility
between the polymers (i.e. on Vi x Vi) and (iil) a weight function (s : Vi —
C. We also define the compatibility graph Gy to be the graph with vertex set
Vi and with an edge between two polymers (V;, 4;) and (V}, A4;) if and only if
they are an incompatible pair. In this framework, we have the following formal
relation for the logarithm, which will be justified rigorously in Theorem 3.1
below (see [21)):

k
log Z' v (a¢) = log > [[aa) )= > ad,

{(Vi,A1),,(Vi, A ) b 11 IET(VY)
(3.6)

where

T Z 1IE@ (3.7)

GCGr

The sum in (3.6) is over the set Z(V5,) of all multi-indices I : Vi — {0,1,...}.
We use the shortcut

CRi= v a) Ca((V, A)TVA) but for notational simplicity in stating the
main theorem of cluster expansion, we use the notation v:=(V, A) for the
generic polymer consisting of the ordered pair (V,A) € Vi. Then, defining
supp [:={y € V} : I(7) > 0}, we denote by G, the graph with >/ 1(7)
vertices induced from the restricted Gyy, in supp I, by replacing each vertex -y
by the complete graph on () vertices. Furthermore, the sum in (3.7) is over
all connected subgraphs G of G; spanning the whole set of vertices of G; and
=11, couppr L(7)!- Note that if I is such that Gy is not connected (i.e. I is
not a cluster) then ¢; = 0.

We state the general theorem for the special case of the subset gas, fol-
lowing [21] to which we refer for the proof.
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Theorem 3.1 (Cluster Expansion). Assume that there are two non-negative
numbers a,c > 0 such that

> G A)ler v <a. (38)
(V,A): V31
Then, for every polymer (V', A") € Vi, we obtain that
Do lerchlem e VT < oy (v, AV AV,
L I((V/,AN))>1
(3.9)
where the coefficients cr are given in (3.7).
Proof of Theorem 2.1. From (3.1), (3.2) and by representing the partition func-
tion by the subset gas, we first check the validity of the convergence condition
(3.8) of Theorem 3.1. In order to bound the activity ¢ ((V, A)), we use the

tree-graph inequality (see the original references [7,26,37]; here we use the
particular form given in [39], Proposition 6.1 (a)):

> 10 fjk1<e2ﬁ3”2 [T 1l (3.10)
9€Cn {j.k}E€E(g TET, {j,k}€E(T)

where 7,, and C,, are, respectlvely, the set of trees and connected graphs with
n vertices. We obtain that

Yo (A e

(V,A): V31
A Al c éllx -

< Y el >'V‘|TW\||”A“”V,c<ﬂ>'V' 1
(V,A):V>1
1 n" 2

S - ||¢||1 (2ﬁB+(‘) Z — 16(2BB+(‘)(7L I)C(B) —1 Z (aHQZ)Hoo)lA‘
AT é]lc © ) L

_ 1l

n—1
L (1 + aflglloe)e®BH ((1 +a||¢||oo>e<m+ﬂ+”|—JAV|c<ﬁ>) ,

AT Tl oe =

(3.11)

where we have also bounded the finite volume integrals [, |f; x| dgx by C(3),
given in (2.2). Hence, given «, [|¢]l and ||@[|1 by bounding % < p and
choosing pC(3) small enough (depending on «, ||¢] and ||¢|/1), the right-
hand side is finite being a convergent geometric series; hence, (3.8) holds.
Then, applying Theorem 3.1, the logarithm of the partition function is an
absolutely convergent series (3.6) which we analyse next. Let

ni= Y JAI((V,A) and  mi=|Uyayesuppr A (3.12)
(V,A)€supp I

Note that m is the number of white vertices and n the number of white vertices

counted with their multiplicity, that is the number of times a particular vertex

appears in different polymers. Moreover, let k be the number of the remaining

vertices, i.e. all vertices which are in the V’s, but not in any of the A’s, that
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is, Uv,ayesupp 1V = [m + k|. As |[V| > 2, then, if A = & for all A, we should
have that 2 < k < N. Otherwise, if m = 1 then k£ > 1, while for our case of
n > 2, we have that k > 0 as below. Recall that [m] = {1,...,m}. Since ¢;(}
does not depend on the actual labels in sets Uy, 4)esupp 14 and Uy, ayesupp 1V
but only on their cardinality, we have:

log Ziﬁrfﬁx,N(O@)

N n N-—-m
S L T OED 35 DD SE i I GRS LD S erch

I:U(v, a)esupp 1A=[m]
U(v, A)esupp 1V =[m+k]
2 (v, Ayesupp 1 1AIT((V,A))=n

n N-—m

=log Z¥% n(0)+ > 3" 3" 0Py aj(m + k) Bp a(n,m, k), (3.13)

n>1m=1 k=0
where Py |4 is given in (2.17),

A|(m+E)
Bg,A(n,m,k)::UnT > crCh (3.14)
" LU, a)esupp 1 A=[m]

U(v,a)esupp 1V=[m~+k]
Z(V,A)Esupp I ‘A|I((V,A)):n

and ( is given in (3.5).
Hence, from (3.1), taking the n-th order derivative in (3.13) and eval-
uating at « = 0, we obtain another absolutely convergent series from which

formula (2.18) is proved with Fga n as in (2.19). Furthermore, from (3.13),
(3.11) and (3.9) the bound (2.20) follows:

ke N m+k
Frantnl < (N () > erchlec*

m=1 I:U(v,a)esupp 1 A=[m]
U(V,A)esupp[‘/:[m“rk]
Z(V,A)Esuppl |A|I((V7A)):n
n
N
—ck I ck
<e © E Z |CI§A|GC
m=1 I: |U(V,A)EsuppIA‘:m
U(v, A)esupp 1431
|U<V,A>gsupp1V|:m+k
E(V,A)Esuppl \A\I((V,A)):n
<e N Y S JerchletEwa VANV
(V7,A7): A’51 I:
I((V',A")>1
/
_ N B
<e kN E ICA((V!, A))|eletalV'T < ch K
(V/,A): V31
(3.15)

for some constant C' > 0, uniformly in NV, n, k and A. In order to get the second
line from the first, we used that k < >Z, 4) I((V, A))|V] and we replace the
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o0
m=

first sum by the series »
sum

1 and drop the n dependent condition in the second

Concluding, the proof of (2.21) is a consequence of the above uniform
bounds complemented with the investigation of the infinite volume limit of
all terms. It will be given in the next section and in particular in formula
(4.11). O

4. Leading Order Terms, Proof of Theorem 2.7

Given (3.14) we first identify the terms that will survive in the thermodynamic
limit. We claim that in the thermodynamic limit a summand in (3.14) is non-
zero only if for all the polymers (V, A) in supp I, only exactly one has A # &.
Indeed, polymers (V, A) with A # & have activities (5((V, A)), which are of
order O(1/|A|V'1), whereas polymers of the type (V, @) have associated activ-
ities (A ((V,@)) of order O(W) As each polymer has at least one vertex
in common with some other polymer, this implies the claim by power count-
ing. More precisely, let us consider the following case: suppose the contrary
is true and let (Vq, A1) and (V3, A2) be two polymers with both A; # & and
Ay # @. Moreover, the two polymers are connected with each other either di-
rectly (sharing a label) or via other polymers of the type (V,@). If V1NV, # &
then By (given in (3.14)) is of order O(ﬁ) The same is true if they are con-
nected via other polymers of the type (V, &). In order to show it, let us assume
(without loss of generality) that there is only one such connecting polymer. As
for the latter the activity is (A ((V,9)) = O(IAI‘%)’ we obtain that, again,
the corresponding term in Bg a is of the order of:

NN — 1 _1

|A[VAL A2l AIVIST T AL

Hence, the structure of the leading term at the level of the multi-indices is
quite simple: only one polymer, call it (Vp, Ap) has Ag # @. Then, for all other
polymers, A = (), we can have a connection structure as explained below (and
as in [42]). Since it is always true that the total number of labels (m + k)
should satisfy m+k < >y copp 1(IV[—1) +1 (due to the fact that each (V, A)
should be incompatible with at least one of the other polymers, i.e. have at
least one common label and Vo U Uy, a)esupp 1, v, V = [m + k), overall we
have:

I(V,A)) =1,V(V,A) e supp I, and (4.1)

m+k=|Vo| + > (IV]=1). (4.2)
(V,A)esupp I, V#Vy

Hence, we restrict the summation over multi-indices in this subclass satisfying
properties (4.1), (4.2) and containing only one polymer (Vy, Ag) with Ay # @.
We denote this fact by adding a superscript * at the sum as e.g. in (4.4) below.
The polymers of the form (V, () can be attached to the polymer with A # &
either on a vertex not in A (a black circle in the terminology of Stell) or in a



1132 T. Kuna, D. Tsagkarogiannis Ann. Henri Poincaré

vertex in A (a white circle in the terminology of Stell). In order to visualize
the last case, we give the following example: consider the following multi-index
I: I is equal to one on the two polymers ({1,2},{1,2}) and ({1,3}, @), zero
otherwise. The two polymers intersect in the label 1. We have:

3.1 _ | A1302 dQ1 dgo d(h dgs
APCE = IAP? [ ola)ota) haln — ) T TE i [ ol - T

o? / a0)6(a2) i 2l — )dardes - i / Fra(a — gs)dadas.

=a2/¢((J1)¢(Q2)f1,2(Q1 —(I2)d(J1dQ2'/f1,3(CIS)dCI3-

As we will explain later, this term will be cancelled by one summand from the
term |A|3C,I\/, with I’ being the multi-index which is one only on the polymer
({1,2,3},{1,2}) and in particular with the summand in |A[*¢" which is as-
sociated with the graph on {1, 2,3} with exactly two edges {3,1} and {1, 2}.
Let us start with the formal proof for these cancellations.

Proof of Theorem 2.7. Following the discussion above, we split Bg from
(3.14) as follows:

B@A (n, m, k‘) = BQ’A(TL, ]C)(Sn,m + RB)A(TL, m, k)7 (4.3)
where
_ |A|(n+k) *
I: A(I)=[n+k]
and
A(I):: Uvesupp I V. (45)

Recall that the superscript * indicates that the sum is over all multi-indices
that satisfy properties (4.1), (4.2) and that contain only one polymer with A #
&, for which we have already chosen its labels and we call it Ag:={1,...,n}.
For this reason, we can now consider multi-indices in Z(V,, ), where the class
Vp 1 consists of all subsets of the labels corresponding to the white vertices
{1,...,n} and the black vertices {n + 1,...,n + k}. The new polymers either
they contain Ay or they intersect it at most one point. Therefore, in the new
set-up with I € Z(V, 1), the conditions (4.1) and (4.2) can be rewritten as

I(V)=1,VV esuppl, and (4.6)
n+k=|Vo|+ > (vl-, (4.7)
Vesupp I, V£V

where Vy D Ag and we still refer to them by a * over the sum. Moreover, the
term Rg o (n,m, k) in (4.3) consists of lower order terms 1/|A|. Following [43],
Lemma 6.1 and 6.2 (to which we refer for the details), we can prove that also
their sum is of order 1/|A| , namely that

(Rl m, B < (4.8)
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for all n, k and uniformly on ¢ (the dependence on ¢ is through (2.22)).

The next step is to investigate cancellations that take place in finite
volume. These originate from the fact that in the sum in (4.4), the activity
function corresponding to a given structure (graph) might appear in several
multi-indices multiplied with different combinatorial coefficients and as a result
they may cancel with each other exactly. To implement this step, we fix a graph
and we sum over all multi-indices that can produce it (also compatible with
the previous restriction, in particular that all white vertices have to be in one
polymer) and apply Corollary 1 in [42]. However, this corollary can only be
applied directly for the case of only “black” vertices. For example, the graph
1 (white) - 2 (black) - 3 (white) is not cancelled. The vertex 2, even though
it is a cutpoint, it is not an articulation point as it is linked to only “white”
vertices. Indeed, in this case, we do not have cancellations as the vertices 1
and 3 are white and hence the only cluster of polymers in the sum (4.4) which
contains this graph is ({1,2, 3}, {1,2})) since all whites have to be in only one
polymer. This is one example of a graph that survives the cancellation.

In the next lemma, we give a substantial account of these cancellations
and show that (4.4) can be expressed as in [46].

Lemma 4.1. For all m > 2,k > 1 and A large enough (as it is required in
Lemma 4.3), (4.4) is equal to
|n+k

S Y G L),

geBnJL%—k

BQ,A(R, k’)

The proof of Lemma 4.1 will be given after concluding the proof of the the-
orem. The mnext challenge is to extract bounds on the quantity
hf\ng\; (q1,---,Gn). To this end, we need to interchange the integrals over
q1,---,qn with the sum over k in the thermodynamic limit; hence, we need
to prove convergence of the cluster expansion with activities being functions
of ¢1,...,¢, in an appropriate norm. From (2.19) using the splitting (4.3), we
have:

n—1
Fyan(n,k) = Pyja(n+k)Baa(n, k) + > Py aj(m+ k)Rga(n,m, k),
m=1

(4.9)

where the second term is vanishing in the limit A T R¢. Substituting in (2.18)
we obtain:

/quz 3(g:)) P h N (a1, dn)
A

"i=1
n+k
=Y vtk > [ Ta ] f”m%
k>0 geBﬂ FL NS figyeB(
+> Z Py ja|(m + k)R a(n,m, k). (4.10)

k>0m=1
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Then, having the bounds (2.20) and (4.8), we can take the thermodynamic
limit on the right-hand side of (4.10) and obtain:

(dg; (@) p"h ™ (qu, ..., qn "ok Bg(n, k),
/Ril;[ g ¢(a:) (@1, qn) = > p"p* B(n,

k>0
’I’L k /d H dqZ ql 'k' Z / HdQnJrz H fz,gy
Rt gEBAT {i.j}€E(g)

(4.11)

which implies (2.21) in Theorem 2.1 and gives an explicit formula for Bg(n, k).
In order to obtain (2.24), we need to go one step further and show that we can
exchange the sum over k and the integral over dgq; ... dq,. This is the content
of the next lemma where we choose to work in the finite volume case, since we
will need it in the sequel.

Lemma 4.2. For anyn > 2 and k > 1 we have that

Prvja(n+F) nlkl/ qu"ﬂ > I fu|<cpre (a12)

geByh, 1 {idteE(g)
for some positive constants ¢, C' independent of k, N and A, with N = |p|A]].

The proof of Lemma 4.2 will be given at the end of this section. Since
the bound (4.12) is uniform in the volume A, we can pass to the limit A T co
and prove (2.26), concluding the proof of Theorem 2.7. g

We conclude this section with the proofs of the two lemmas.

Proof of Lemma 4.1. We rearrange the finite sum in (4.4) by first fixing a
graph g € C,, n4k and then summing over all multi-indices in the new space
Z(Vn k) that can produce such graph. Hence, given g € Cy, 4%, we identify the
articulation points and define the set of graphs B(g):={bg, b1,...,b,} where
the b;’s are the components free of articulation vertices. Notice that one of
them, by (without loss of generality), contains all white vertices with labels
in Ag. We denote by F..(g) the collection of all F C B(g) such that Upecpb is
a connected graph, where we use the notation Upe pb:=(Upep V' (D), Upc r E (D))
for the union of graphs. We also define H(g) to be the collection of all such
graphs:

Hg)={g' :d' = |J b FeFulg)} (4.13)
beF
Similarly,
A(g)={V(d), ¢’ € H(9)} (4.14)

is the collection of the corresponding subsets of the set of labels. We
use the shortcut I ~ g for the class I : suppl C A(g) with A(I) = V(g),
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[VNV’/|=1,¥V,V’ € supp I and each edge of g is contained in some polymer
V with I(V) > 0. We have:

B |A|n+k _ *
Bﬁ,A(”ak): k! Z CA(Q,{L---,”})ZC[, (415)

9ECH n+k I~g

where we recall that the sum * is over all multi-indices that satisfy (4.6), (4.7)
and that contain only one polymer with V' O Ag, Ag = {1,...,n}. Note that
this sum is finite. Then, in order to obtain (4.4), we show that the sum of
multi-indices Y7 gCrisoneif g € Bﬁﬂ 1 and zero otherwise, as it will be
proved in (4.17).

To do that, we follow the corresponding proof in [42]. We give here the
necessary modifications. The key property for the cancellations is the fact
that for any ¢’ € H(g), with g’ = (J,cp b for some F € F.(g), the following
factorization holds

alg) = T éato), (4.16)
beF

for all finite A. Note that for simplicity we have used the notation fA(g)::
Calg, Ao), if V(g) D A and Ca(g):=Ca(g, @) otherwise. The relation (4.16)
is due to the fact that the intersection points of the articulation vertex free
components b in ¢’ are articulation points (for ¢’) and that for the integration
in gt A we assume periodic boundary conditions. Moreover, all white vertices are
contained in by. Notice that if we had white vertices in different components,
then (4.16) would not be true. Then, the main result in [42], Lemma 2 still
holds true:

Lemma 4.3. For any V* € V,  and any g € Cy~, let B(g) = {bo,b1,...,bx}
be the set of its articulation vertex free components. Thus there exists €g > 0
such that for all £ > £y the coefficient multiplying the monomials fA(bO)”O,
ZA(bl)"l, . .EA(bk)”’“ (where A = A()), for anyn; € {1,2,...},i=0,1,... k,
in the series ZI:A(I)CV* cr¢k with (A(V) = > gecy Calg), is equal to zero
except when k = 0, i.e. when g is itself an articulation vertex free graph.

The only modification in the proof with respect to [42] is when we check
the convergence of the new cluster expansion, in equation (47). The presence
of the white vertices makes it even easier since we win a power of |A| because
of non translation invariance; therefore, we refrain from repeating the proof
here and we refer the reader to [42].

Thus, since we know that in (4.15) the component by has to appear in
each summand and since by Lemma 4.3 there should be only one component,
then the only non-zero contribution comes from the articulation vertex free
component, i.e. g € BQELM. In other words, we have that for every g € Cy, ,,11N
(Bﬁ,ljt+k)cv

> cr=0 (4.17)

I:supp ICA(g), A(I)=V"
[VAV/|=1,vV,V'esupp I
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and = 1, otherwise. Notice the difference with respect to [42]: here, the element
by € B(g) as it appears in A(g) (via H(g), defined above) is special and consists
of articulation free graphs in their new definition within the presence of “white”
vertices. This concludes the proof of Lemma 4.1. O

Proof of Lemma 4.2. Recall the use of the shortcut I ~ g for the multi-indices
in Z(V,, k), as in (4.15). Then, using (4.17), we can write the left-hand side of
(4.12) as follows:

N(N=1)...(N—(n+k)+
e [ e

> 1 fuZC!

9€Cn ntk {1,7}EE(g I~g

*

N +k £ 1
—(M)("H)/Akgwﬁwm > oo s e

I€T(Vy 1) 9€CH ntk: {1,5}EE(9)
A(I)=[n+k] g~

< i)w( LT 1D SR g

IEZ(Vyy 1 9€Ch ntk: {3,5}EE(g)
A(I)=[n+k] g~1

(4.18)

where the class g ~ I consists of all graphs that can be constructed as follows:
for each V € supp I, choose a graph gy € Cy and ¢ is obtained by gluing the
graphs gy and gy at the unique intersection point V N V’. Let Vo, Vi,...,V,
be the polymers in the support of a given I, i.e. with I(V;) > 0,7 =0,...,r
Without loss of generality, we suppose that Vj is the (only) polymer that con-
tains Ag:={1,...,n}, the set of the labels corresponding to the white vertices.
We can write:

S I s IO &Y I f

9ECr s {15} €B(0) 90€Cv, {i.7}EE(g)) i=1|g;€Cy, {i,j}€E(g))
gN

as each of the polymers Vi,...,V, intersects with V at most at one label.
Alluding to the constraints (4.6) and (4.7), we split the integral as follows:

k
1
/Akjli[ldqnﬂww-k Z H fig| = ‘A|n HCA ), (4.19)

9€Ch nti: {i,5}€E(g)
g1

where we have introduced the notation:

qu\A

. Jaaol \A|\7V\Aol Ygecy iijren fidl, iV D Ao,

G)= fmw jev [ Soeer Misyen fusl - 3V N0 4ol € (0,13,
otherwise.

(4.20)
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Note that these activities differ from the ones in (3.5) by not having the test
functions ¢ inside of the integral, but instead some fixed configurations ¢ Ag
(which we indicate by the ®). Note the position of the absolute value. Thus, we
can bound (4.20) using (4.19) and the definition of the binomial coefficient:

Pya(n) ¢ N —n\ 17 20

nl E lc1 L H AV
IGI(Vn,k,) =0
(I):[n+k]

< Do) Z erllé)’ (421)

AC[N—n]
|A|=k A(I)= AUAU

Then, it is easy to show that the abstract polymer model in V,, y_,, (with n
white labels and N —n black) with compatibility condition V' ~ V' if and only
if VNV’' =@ and activities CAI’\, satisfies the hypothesis (3.8) of Theorem 3.1.
To show it, for the case Vjj D Ay we have:

sup [CR(Vo)| < e FIL S T sup / Uy a, il

4, A4l TETy, La, S0 {z,J}eE(T)
(4.22)

Considering one of the labels in Ay as the root, we take the supremum of
fi,; for any edge which has another label from Ay as a vertex further away
from the root. This will give a contribution of || f; ;|| for each such edge. The
remaining vertices give a contribution C'(3). Overall, we bound (4.22) by

< PN T (1 fislleo v OB)HITH OB (4.23)

where s V t denotes the maximum of the two numbers s, ¢. Similarly, for the
case |V N Ag| € {0,1}, we have:

IR < T (P e @)V (4.24)

With these bounds, it is easy to show that (3.8) holds. Then, Theorem 3.1
can be applied obtaining an absolutely convergent series > 1€V, ) €I (C/'\)I ,
equal to the logarithm of some abstract polymer model partition function, but

which does not necessarily correspond to some correlation function due to the
absolute value in (4.20). Thus, from (4.21), using (3.9), we obtain that

Yo Gl e Y0 ellGlet < et (425)
IEI(VH,N—H) IeI(Vn,N—n)
[A(D\Aol=k [A(D\Ao|=k

for some C' > 0 as in (3.15), depending on n. O
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5. Direct Correlation Function, Proof of Theorem 2.9

Using (2.18), Theorem 2.7 and definition (2.23), the leading order of the second
Ursell function can be expressed as follows:

/A? dqrdgz $(a1)$(a2)uly y (a1, g2)

:/Azdmdqm(ql (a2 ZPN\A\2+k)2|k| > Cqul,q2)+0(|A|)

k>0 9662 3

(5.1)

In order to derive the Ornstein—Zernike equation in the canonical ensemble,
we split the graphs in the right-hand side of (5.1) at the nodal points (recall
Definition 2.6). These are the points through which pass all paths joining ¢; to
q2, hence we can order them. Given g € BQA’;_,W we choose the first nodal point
starting from ¢; and call its label j. Note that by the definition of articulation
points, 7 # 1,2. Upon the removal of this point the graph ¢ splits into two
connected components: g; with [+ 2 vertices and g, with k—[+ 1 vertices with
the only common vertex being the one with label j. Note that g; contains ¢;
and g contains gy. Since g; is the location of a nodal point, we can write

Ch(g5q1.q2) = /Ade (915 a1, 05) (925 05 2)-
Then, the leading term in (5.1) yields

k=0 9EB2 k42

N—-2
/A2 dqrdgz $(q1)$(g2) Y Pr,jai(2+ k) )51t [ > Qlgaa)

k+2k—1 . ) )
+ZE( >/A6|1qu Y. Quang) Y, Rl

j=3 1=0 91€Bs 142 926855

(5.2)

We rewrite this in such a way that direct two-point correlation function (uniquely
defined up to leading order) as given in (2.27) appear. By choosing the label
j =31in (5.2) we obtain

N-2

1
/ dqrdgz 56(q1)9( )| D Prga(2+ k) C Y Qg e)
A k=0 9652 k42
N-2 k—1 1 ) .
+ZPN7IA\(2+k)Z/dQBT Z C/.\(gl;qlvqfi)7|
A ! (k—1-10)
k=0 =0 91€B82,142

x> CRl92:0302)

AF
92€B5 141
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By using new labels [1:=[ and lo:=k —1—1, the last summand can be rewritten
as follows

N—-3—11 1

N—3
1 ey
Z/Adq?,m Z Cilg1591,93) Z PN,\A|(11+12+3)Q

11=0 91E€B82,1, 42 l2=0

X Z (X(92:43,42).  (5.3)

926831, 42

Let us introduce the following shorthands

. 1 -

CR(2,L + 2;Q1»Q3)1=f, Z Calg1541,93) (5.4)

T g1E€EB2,1; +2

and

ne 1 e

B2 +20s,02) =17 D CRl02:3,02)- (5.5)

: AF
92€B857, 42

Then we can rewrite (5.3) as

N-3
/ dgs Y Py jaj(h+ DCR(2, 1+ 2501, 03)
A =0
N3th PN,\A|(11 + s + 3)

X P, ly +2)B(2,l5 + 2:q3,¢2), (5.6
z;) Py jaj(li + 1) Py ja(l2 +2) w2+ 2BR (2. 4:2), (5:6)

which is a finite volume version of the convolution term in OZ equation.

Proof of Theorem 2.9. The proof will be divided into two lemmas: the first
(Lemma 5.1) proves the validity of the Ornstein—Zernike equation at finite
volume (up to leading order) and the second (Lemma 5.2) the infinite volume

convergence. Combining the two results, we conclude the proof of Theorem 2.9.
O

Next we present the two lemmas. As a consequence of (5.6), we have:

Lemma 5.1. Under the hypothesis of the previous theorems, the function CEE)N

defined in (2.27) fulfils the Ornstein—Zernike equation to leading order in the
following sense:

/AZ 3(a1)d(a2)us (a1, 42) dardgs = p? /AZ 3(q1)d(a2)cls (a1, 42) dardgo

+ " P(q1)d(qz) </APCE\Q,)N(QMQ3)U5\2,)N(Q3,(Jz)d%) dq1dgs

+0 <|/1\|> . (5.7)
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Proof. Using the estimates (3.27) and (3.28) in [42], namely that for some

constant ¢’ it holds that for all [ and N
P l /

‘ m?\( ) 1‘ <<

p A

we can replace in (5.6) all terms of the form Py 5|(l) by powers of p up to an

error of order O(1/|A[). Applying that to the fraction - ﬁ%ﬁggﬁ;i’?ﬁz)

(5.8)

we replace (5.6) by:
N-3 )
/ dgs Z Py aj (i +1)CR(2, 1 + 2501, g3)
A =0
N—3—1I;
x Y Pz +2)BR(2, 12 + 2343, 02)- (5.9)
15=0
To obtain the Ornstein—Zernike equation plus terms of lower order in |A], we
rewrite (5.9) as:

N-3 N-3
/ dgs Z Praj(l 4+ 1)CR(2, 10 + 25.q1, g3) Z P a2 +2) BR (2,12 + 2; g3, g2)
A 11=0 I5=0

N-3
- / dgs Z Pryaj(lh +1)CR(2,1 + 2541, g3)
A =0
N-—-3 B
x> Puxyaj(la+2)BR(2, 12+ 2;q3,2).

lo=N—-3—1I;
We show that the second term is of order O(1/|Al):

N-3
/ dgs Y Py yaj(li+ 1CR(2, 1+ 2501, g3)
A =0
N-3 )
X Z Py aj(l2 +2)BR (2,12 + 23, g2)
lo=N—-3—14
< sup Z Py a(lz +2) | BR(2, 12 + 245, q2)|
a3 lo=[N/2] -2

LN/2]

/dqs > Pua(hi + D) [CR2 0+ 2501, 03))|
A 11=0

+sup > Py a(la +2) |BR(2, 12 + 25 05, @2
@ 1,0

/ dgs Z Pyyay(l + 1) |CR (2,1 + 2501, 43)| -
A =TNy2]
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In order to show that the above bound is of order O(1/|A]), one notes that
both summands contain the following two factors which are tails of the corre-
sponding convergent series:

sup > Pya(l+2) [BR(2, 1+ 2503, q2)| < Ce™N (5.10)
92,43 I=N+1

and

sup Z PN7|A|(Z+1)/dQ3|C’;\(2,l+2;q1,q3)’ < Ce N, (5.11)
N —N+1 A

for some constants C, ¢ > 0. The first follows from the bound in (4.12), while
the second is claimed in (2.29) and proved in the next lemma. O

The second result is about the convergence and integrability of
cﬁ) (g1,92) as N — oo. In order to take the limit in (5.7) and get the infi-
nite volume version of the OZ equation, we need to prove (2.29) which is given

in the following lemma:

Lemma 5.2. For some positive constants C' and c independent of N and A and
for every l; € N and g1 € A we have that

Py ja(h + 1)/ dga |CR(2,11 + 251, ¢2)| < Cpe™h1, (5.12)
A

for A large enough.

Remark 5.3. As it will be clear in the proof, for the above estimate to hold
it is important that we have an integral in g9, that is an integral over the
variable corresponding to the second white vertex. For short we call it the
integrated white vertex.

Proof. The proof follows the line of calculation in Lemma 4.2. The main dif-
ference is that here we do not require that there exists a special polymer Vy
containing both white vertices. Hence, we restrict to the class

I(V)=1,VV €suppl, and (5.13)
mtk= Y (V[-1)+1 (5.14)
Véesupp I

and we denote it by using the superscript ** over the sum, in order to distin-
guish it from the previous case. Recalling the shortcut I ~ g for the class of
multi-indices in Z(Vy,) as in (4.15), we have:
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Py jap(ls + 1)/ dgz [CR (2,11 + 251, ¢2)|
A

N(N-1)...(N-( 1 1 1
= ( ) /(X|ll+1(l+ )+ )/ g0 r Z Cqu1,q2 ZC}

9€Ca 241, Irg
—1 1 P
= dQ2 CIW Z CA(Q%QI’Qz) . (5-15)
IeZ( Vg 1) 9g€C2,241,:
A(D)=[l1+2] g~I

The class Vs, consists of all subsets of the labels corresponding to the white
vertices {1, 2} and the black vertices {3, ...,l1+2}. The class g ~ I is as before
n (4.18). The compatibility graph of the polymers is a connected graph whose
blocks are complete graphs (usually called Husimi graphs, see [18,25]). Within
this structure, we denote by Vi,...,V,. the chain of pairwise incompatible
polymers such that the label 1 € V; and the label 2 € V,.. Note that r could be
equal to 1, but in this case the structure would be exactly as in the previous
theorem. We denote by i; the common label of V; and V11,7 =1,...,7 -1
and by VY, for s from an index set S, the remaining polymers attached to the
rest of the structure by the label is. Note that by translation invariance the
activity associated with V! does not depend on the label that connects it to
the chain. Hence, we can write (letting z;,:=¢1 and z;, :=¢2)

Z C:/.\(Q;Ch,(h)

g€Ca 241

g~1
/Aﬂndz%nzxg,% ce) [I Y Glesen). (6.16)

j=1lgeCy; seS geCy,

Notice that this expression does not factorise like in the previous case
for the reason that the two white vertices are not in the same polymer. It is
exactly here that the extra integral over dgs is helpful. By integrating over the
common labels i;, j =1,...,r — 1, we obtain:

/Adfh > Qgae)

g€C2,241,:
g1

o Ao TS G I G

Jj=1 geCy; sES g€Cy,

Transforming to the difference variables z;; — x;,_, we see that the integrals
in the chain factorize as well. Then, by introducing the notation
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IA\‘% supy, en [y A2 Y gee, CR(g5 a1, 2)l, i V O {1, ¢},

)= e Jadeel Ygec,, EK(:q; ), EV 3@ Vnin)=o
AT 8P en | Xgecy, CR(gi @)y iV 3 q,VN{g) =2
vl ey, CR(g: @), itV {q, g} =0,
(5.17)

we obtain the following upper bound for (5.15):

- N-1 -
p > (M) o
I1€Z(Va,,) ! Véesupp I
A(D)=[l1+2]
=p Y. S el I IR (5.18)

AC[N—-1] I:A(I)=AU{1,2} Vesupp I
|Al=l
Then, it is easy to show that the abstract p_olymer model in V, y_o (with 2
white labels and NV — 2 black) and activities (} satisfies the hypothesis (3.8) of
Theorem 3.1 (by obtaining similar bounds as previously). Thus, from (5.18),
using (3.9), we obtain that

Yoo el e YT el et < cemeh,
1€T(Va.n—2) I€T(Va,n—2)
lAMD\{1,2}=0 |A(D\{1,2} =11
(5.19)
for some C' > 0 as in (3.15). O

6. Towards a Combinatorial Interpretation

Until recently, it was customary to investigate the density expansions of ther-
modynamic quantities in the context of the grand-canonical ensemble. This
was because the lack of the canonical constraint (i.e. having a fixed number
of particles) allowed for special re-summations. As a result, the representa-
tion of coefficients is given by classes of graphs whose different connectivity
properties are related to combinatorial identities, see [46] for more details. For
example, for the conjugate pair of free energy and pressure this is the well
known dissymmetry theorem, see e.g. Theorem 3.7 in [25]. The correlation
functions (™ for n > 2 actually correspond to an easier structure than in the
case n = 1. Let us consider the case n = 2 and the expansion of p(® in terms
of the activity. Upon the removal of one white vertex the graph decomposes
into connected components which either contain the other white vertex or not.
Collecting those not containing a white vertex, we reconstruct the expansion
of p(M) in terms of the activity. One repeats the same procedure for the other
white vertex. The remaining graph has the property that both white vertices
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are contained in exactly one articulation point free block. Considering the as-
sociated block-articulation point graph, the parts that do not correspond to
the special block containing the white vertices, reconstruct exactly the p(1)-
expansion at each black vertex of the special block. One can argue similarly
for all n > 2, cf. Section 5 in [46]. Using the combinatorial language, as e.g.
n [25], this is just the following combinatorial identity interpreted as formal
power series:

Ch = (C*)" B, (C), (6.1)

where C;, B,‘jF, respectively, denotes the set of connected, articulation point
free, respectively, graphs with n special vertices. C® denotes the set of graphs
with one special vertex, but multiplied with the activity.

The case n = 1 has a more difficult structure. Let us derive it in more

detail; we have

1 n—
pg\)(ql) _ 1 Z z 1 / dq2 N dq e—ﬁHA(q) (62)
z Ea(2) (n—=1)! Jan— " ’

n>1

where z is the activity and Z4 (z) the grand-canonical partition function. Writ-
ing ~AHA(Q) = =2 4cc. H{z,y}eE fi.;, we split the graph and the integral over
the connected components of each graph. Recalling the definition of the activ-
ity CNJ'\(g; q1,---,qn) given in (2.23) we get that (6.2) equals to

1
e OO TS

n>1 k>1"" (Po,...,Pr)€LL(2,...,n)
k
x [ A0S Qe | TT (271D g9
geC(PoU{1}) j=1 gec:( )
n— 1 Fe
= an 1; Z Glgq) = Z Z C g q1), (6.3)
n>1 T g€eC, n>1 nt 9g€Ci,n

where 1 is a special point (hence absorbing the factor n). Upon the removal
of the white vertex, the remaining graph splits into connected components
Py, ..., P;. Denote by C;(P) the set of all graphs in PU {1} which have 1 as a
special vertex and are still connected even on its removal. In other words, 1 is
not an articulation circle in the sense of Stell. Then, from (6.2), we have that

(1) 0 n
(a1) 1 -1
BTt IE- DI - Gl

—

n=1"" k=1 (Pp,..,Py)€N(l,...,n) j=1 g€C1(Py)
1 2P k
=1+ l?( - Z (R (giqr)
k>1 p>1 »! 9€CL pt1
Zlol=1 64
= exp WCA(!LQI) ) (6.4)



Vol. 19 (2018) Convergence of Density Expansions 1145

where in the last sum we denote by C} the set of connected graphs with 1 as a
special vertex and any cardinality. At this point, as described in the case n > 2
before, we are able to systematically replace the black z vertices by black pf\l)

vertices and thus obtain that

D

geCy

parine 1
A = 30 Ao @) = Rl (@), (65)

m>1

recalling that

1
BA mt *7 Z H (eiﬁV(qiiqj) - 1)dq2 oo d(Ierlv q1 ﬁXGd,
5631 mtr VAT {i.i}€E(g)
(6.6)

is the virial coefficient and Fa(p):=>",, 5, #H/BA,mpm“.

This is exactly the combinatorial identity given in [25], Theorem 1.1. The
above calculation is also one of the motivations to define (following [46]):

h(l)(ql):zlog(p(q )) — log(z Z B (p ) (6.7)

m>1

in the thermodynamic limit. Note that because of translation invariance both
M (q1) and p(q;) are constant. This is also closely related to the Legendre
transform giving the equivalence of ensembles between pressure and free energy
at the thermodynamic limit:

p(2) = Sl;p{plogz —fp)},  flp)= Sgp{plogz - p(2)}.

In the first case the sup is attained at logz = f’(p) and hence

WY =logp— f'(p) = F'(p), (6.8)

where F(p) = p(logp — 1) — f(p) is the free energy corresponding to the
“interaction” between the particles.

We conclude this section by noting that the OZ equation corresponds to
the following easy combinatorial fact. For the second correlation functions, the
expansion in the density is given by the sum over all graphs free of articulation
vertices. Hence, the block graph associated with such a graph is actually a chain
connecting the two white vertices. The OZ equation is nothing more than an
iterative representation of this fact.

7. Application to Liquid State Theory in the Gas Regime

The rigorous expansions that we present in this paper can serve as a tool
for quantifying the error in existing theories which are extensively used in
the liquid state, as well as for suggesting systematic error-improving schemes.
However, this is only possible in the gas regime where all these expansions are
valid. Extending these results to the liquid state regime is a highly nontrivial
problem, if even possible. We give here a first glimpse of this. To start, we
recall that the Ornstein-Zernike equation (2.16) is not a closed equation as
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it involves both correlation functions 2(® (g1, ¢2) and ¢(q1, ¢2). One suggestion
for a closure is the Percus—Yevick (PY) equation [38] that we describe below.
Starting from the OZ equation for h(?(r) and ¢(r), following [47], one first
introduces a new function ¢ as follows:

t(r) == cx KA (r), (7.1)

where we use the convolution: ¢ * h® (r):=p [ ¢(r')h® (r — 7')dr’. Then the
OZ equation takes the form

2 (r) = e(r) + t(r). (7.2)

Note that all involved functions (h(?), ¢ and t) are analytic functions in p.
Furthermore, ¢(r) can be written as

c(r) = f(r)(X+t(r)) + m(r), (7.3)

where f(r):=e=#V(") — 1 is a known function of the potential V'(r). The re-
lation (7.3) is essentially the definition of m(r) which is an analytic function
of p as well. Following [47], the function m can be expressed as a sum over
two-connected graphs which upon removal of the direct link f connecting the
white vertices (if it is present) it is two-connected (no articulation and no nodal
points). For example, the first term of m(r) is the graph 1 —3—2—4—1. How-
ever, in [47], the manipulations involved in obtaining these infinite sums. . . have
been carried out in a purely formal way and we have not examined the impor-
tant but difficult questions of convergence and the legitimacy of the rearrange-
ment of terms. The present paper establishes this convergence with respect to
f-bonds. The convergence allows to quantify the error after truncating these
terms. For example, m is of order p?. Furthermore, a future plan is to investi-
gate whether another suggestion could be made, relating some of the terms in
m(r) with respect to ¢(r), or by introducing another function (instead of ¢(r))
as a candidate for a good choice for “closing” OZ equation. Combining (7.1)
with (7.2) and (7.3) we obtain:

t=[f(L+t)+m]=[f(1+t)+m]+ [f(1+1)+m] =t (7.4)

One version of PY equation is setting m(r) = 0 and obtaining a closed equation
for ¢(r).

Alternatively, using (7.2) and (7.3), one can introduce the functions y(r)
and d(r) by

9@ () = e VO 1) +mr) = e y(r),  y(r) = 1+ t(r) +d(r),

and hence m(r) = e #Vd(r). Thus, we can rewrite (7.4) as
y=1+d+[fy+d=xfeVy-1]. (7.6)

Again, setting d(r) = 0 we obtain another version of PY equation. All involved
functions are analytic in p and our results imply that the formal order in p
of d coincides with the actual order. Now, one can investigate a method of
systematically improving the PY equation, by adding some terms from d (or
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from m for hardcore potentials). For example, in [47], it was suggested to
set d equal to the first-order term in its expansion, since this gives a PY
approzimation that it leads to an approrimate g that is exact through terms of
order p? in its virial expansion. A partial goal of the analysis in the present
paper is to provide a framework in which one can further investigate such
closure schemes and estimate the relevant error.

Other closures include the Hypernetted Chain (HNC) equation, the Born—
Green—Yvon (BGY) hierarchy and many others for which we could investigate
the validity of the corresponding graphical expansions. We conclude by men-
tioning that another direction that has attracted considerable interest is the
construction of exact solutions of the PY equation, which however usually
cannot be expressed as truncations of convergent series. But still, several sug-
gestions have been made for models of rigid spheres; see [10] and the references
therein for a comparison of the different methods.

Acknowledgements

We acknowledge support from the London Mathematical Society via a research
in pairs Scheme 4 Grant. T. K. acknowledges support from J. Lebowitz via
NSF Grant DMR 1104501 and AFOSR Grant F49620-01-0154. We would like
to thank the anonymous referees for their valuable and detailed suggestions.

Open Access. This article is distributed under the terms of the Creative Com-
mons Attribution 4.0 International License (http://creativecommons.org/licenses/
by/4.0/), which permits unrestricted use, distribution, and reproduction in any
medium, provided you give appropriate credit to the original author(s) and the
source, provide a link to the Creative Commons license, and indicate if changes
were made.

References

[1] Abraham, D.B., Kunz, H.: Ornstein—Zernike theory of classical fluids at low
density. Phys. Rev. Lett. 39, 1011 (1977)

[2] Bissacot, R., Ferndndez, R., Procacci, A.: On the convergence of cluster expan-
sions for polymer gases. J. Stat. Phys. 139, 598—-617 (2010)

[3] Bogoliubov, N.N.: Problems of a dynamical theory in statistical physics. In: de
Boer, J., Uhlenbeck, G.E. (eds.) Studies in Statistical Mechanics, vol. 1, pp.
1-118. North-Holland, Amsterdam (1962)

[4] Bogolyubov, N.N., Hacet, B.I.: On some mathematical problems of the theory
of statistical equilibrium. Doklady Akad. Nauk SSSR (N.S.) 66, 321-324 (1949)

[5] Bogolyubov, N.N., Petrina, D.Y.A., Hacet, B.I.: Mathematical description of
the equilibrium state of classical systems on the basis of the canonical ensemble
formalism. Teoret. Mat. Fiz. 1(2), 251-274 (1969)

[6] Born, M., Green, H.S.: A general kinetic theory of liquids. I. The molecular
distribution functions. Proc. R. Soc. Lond. A 188, 10 (1946)


http://creativecommons.org/licenses/by/4.0/
http://creativecommons.org/licenses/by/4.0/

1148 T. Kuna, D. Tsagkarogiannis Ann. Henri Poincaré

[7] Brydges, D.C.: A short course on cluster expansions. In: Osterwalder, K., Stora,
R. (eds.) Phénomenes critiques, systémes aléatoires, théories de jauge, Les
Houches, pp. 129-183. Elsevier, Amsterdam (1984)

[8] Campanino, M., Ioffe, D., Velenik, Y.: Ornstein—Zernike theory for finite range
Ising models above T.. Prob. Theory Relat. Fields 125(3), 305-349 (2003)

[9] Campanino, M., Ioffe, D., Velenik, Y.: Fluctuation theory of connectivities for
subcritical random cluster models. Ann. Prob. 36, 1287-1321 (2008)

[10] Carnahan, N.F., Starling, K.E.: Equation of state for nonattracting rigid spheres.
J. Chem. Phys. 51(2), 635-636 (1969)

[11] De Dominicis, C.: Variational formulations of equilibrium statistical mechanics.
J. Math. Phys. 3(5), 983-1002 (1962)

[12] Fisher, M.E.: Correlation functions and the critical region of simple fluids. J.
Math. Phys. 5(7), 944-962 (1964)

[13] Ferndndez, R., Procacci, A.: Cluster expansion for abstract polymer models.
New bounds from an old approach. Commun. Math. Phys. 274, 123-140 (2007)

[14] Fischer, M., Lebowitz, J.: Asymptotic free energy of a system with periodic
boundary conditions. Commun. Math. Phys. 19, 251-272 (1970)

[15] Georgii, H.: Large deviations and the equivalence of ensembles for Gibbsian
particle systems with superstable interaction. Probab. Theory Relat. Fields 99,
171-195 (1994)

[16] Gruber, C., Kunz, H.: General properties of polymer systems. Commun. Math.
Phys. 22, 133-161 (1971)

[17] Hansen, J.-P., McDonald, I.R.: Theory of Simple Liquids with Applications to
Soft Matter, 4th edn. Academic Press, Cambridge (2013)

[18] Husimi, K.: Note on Mayers’ theory of cluster integrals. J. Chem. Phys. 18,
682-684 (1950)

[19] Jansen, S., Tate, S.J., Tsagkarogiannis, D., Ueltschi, D.: Multispecies virial ex-
pansions. Commun. Math. Phys. 330(2), 801-817 (2014)
[20] Kirkwood, J.: Molecular distribution in liquids. J. Chem. Phys. 7, 919 (1939)

[21] Kotecky, R., Preiss, D.: Cluster expansion for abstract polymer models. Com-
mun. Math. Phys. 103, 491-498 (1986)

[22] Kuna, T., Lebowitz, J., Speer, E.: Realizability of point processes. J. Stat. Phys.
129, 417-439 (2007)

[23] Lebowitz, J.L., Penrose, O.: Convergence of virial expansions. J. Math. Phys.
5(7), 841-847 (1964)
[24] Last, G., Ziesche, S.: On the Ornstein-Zernike equation and analyticity of

cluster-functional in the random connection model of percolation. Adv. Appl.
Probab. 49(4), 1260-1287 (2017)

[25] Leroux, P.: Enumerative problems inspired by Mayer’s theory of cluster integrals.
Electron. J. Combin. 11(1), R32 (2004)

26] Malyshev, V.A., Minlos, R.A.: Gibbs Random Fields. Springer, Berlin (1991)
27] Mayer, J.E., Mayer, M.G.: Statistical Mechanics. Wiley, New York (1940)

28] Mayer, J.E., Montroll, E.: Molecular distribution. J. Chem. Phys. 9, 2 (1941)
]

29] McCarty, J., Clark, A.J., Copperman, J., Guenza, M.G.: An analytical coarse-
graining method which preserves the free energy, structural correlations, and

[
[
[
[



Vol. 19 (2018) Convergence of Density Expansions 1149

thermodynamic state of polymer melts from the atomistic to the mesoscale. J.
Chem. Phys. 140(20), 204913 (2014)

[30] Morais, T., Procacci, A.: Continuous particles in the canonical ensemble as an
abstract polymer gas. J. Stat. Phys 157, 17-39 (2014)

[31] Morita, T., Hiroike, K.: A new approach to the theory of classical fluids, I. Prog.
Theor. Phys. 23(6), 1003 (1960)

[32] Morita, T., Hiroike, K.: A new approach to the theory of classical fluids, III.
Prog. Theor. Phys. 25(4), 537 (1961)

[33] Mullinax, J.W., Noid, W.G.: Generalized Yvon-Born-Green theory for deter-
mining coarse—grained interaction potentials. J. Phys. Chem. C 114, 5661-5674
(2010)

[34] Noid, W.G., Chu, J., Ayton, G.S., Voth, G.A.: Multiscale coarse graining and
structural correlations: connections to liquid-state theory. J. Phys. Chem. B 111,
4116-4127 (2007)

[35] Ornstein, L.S., Zernike, F.: Accidental deviations of density and opalescence
at the critical point of a single substance. Proc. Akad. Sci. (Amsterdam) 17,
793-806 (1914)

[36] Penrose, O.: Convergence of fugacity expansions for fluids and lattice gases. J.
Math. Phys. 4, 1312-1320 (1963)

[37] Penrose, O.: Convergence of fugacity expansions for classical systems. In: Bak,
A. (ed.) Statistical Mechanics: Foundations and Applications. Benjamin, New
York (1967)

[38] Percus, J.K., Yevick, G.J.: Analysis of classical statistical mechanics by means
of collective coordinates. Phys. Rev. 110(1), 1 (1958)

[39] Poghosyan, S., Ueltschi, D.: Abstract cluster expansion with applications to
statistical mechanical systems. J. Math. Phys. 50, 053509 (2009)

[40] Procacci, A.: A correction to a remark in a paper by Procacci and Yuhjtman:
new lower bounds for the convergence radius of the virial series. J. Stat. Phys.
168(6), 13531362 (2017)

[41] Procacci, A., Yuhjtman, S.A.: Convergence of Mayer and virial expansions and
the Penrose tree-graph identity. Lett. Math. Phys. 107, 31-46 (2017)

[42] Pulvirenti, E., Tsagkarogiannis, D.: Cluster expansion in the canonical ensemble.
Commun. Math. Phys. 316(2), 289-306 (2012)

[43] Pulvirenti, E., Tsagkarogiannis, D.: Finite volume corrections and decay of cor-
relations in the Canonical Ensemble. J. Stat. Phys. 159(5), 1017-1039 (2015)

[44] Ruelle, D.: Statistical Mechanics: Rigorous Results. World Scientific, Imperial
College Press, London (1969)

[45] Ruelle, D.: Correlation functions of classical gases. Ann. Phys. 25, 109-120 (1963)

[46] Stell, G.: Cluster expansion for classical systems in equilibrium. In: Frisch, H.,
Lebowitz, J. (eds.) Classical Fluids. Benjamin, New York (1964)

[47] Stell, G.: The Percus—Yevick equation for the radial distribution function of a
fluid. Physica 29, 517-534 (1963)

[48] Uhlenbeck, G.E., Ford, G.W.: Lectures in Statistical Mechanics. American Math-
ematical Society, Providence, RI (1963)

[49] Yvon, J.: Théorie statistique des fluides et I’équation d’état. Actualités Scien-
tifiques et Industielles, vol. 203. Hermann & Cie, Paris (1935)



1150 T. Kuna, D. Tsagkarogiannis Ann. Henri Poincaré

Tobias Kuna

Department of Mathematics and Statistics
University of Reading

Reading RG6 6AX

UK

e-mail: t.kuna@reading.ac.uk

Dimitrios Tsagkarogiannis
Department of Mathematics
University of Sussex
Brighton BN1 9QH

UK

e-mail: D.Tsagkarogiannis@sussex.ac.uk

Communicated by Abdelmalek Abdesselam.
Received: May 23, 2017.
Accepted: January 8, 2018.



	Convergence of Density Expansions of  Correlation Functions and the Ornstein– Zernike Equation
	Abstract
	1. Introduction
	2. The Model and the Results
	2.1. Thermodynamic Functions and Partition Functions

	3. Cluster Expansion, Proof of Theorem 2.1
	4. Leading Order Terms, Proof of Theorem 2.7
	5. Direct Correlation Function, Proof of Theorem 2.9
	6. Towards a Combinatorial Interpretation
	7. Application to Liquid State Theory in the Gas Regime
	Acknowledgements
	Open Access
	References




