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Critical Crossover Functions for Simple Fluids:
Non-Analytical Scaling Determination of the Ising-Like
Crossover Parameter

Yves Garrabos!:2 . Carole Lecoutre!-2 -
Samuel Marre!-2 . Bernard LeNeindre34

Abstract A non-analytical scaling determination of the Ising-like crossover parameter is
proposed considering the critical isochore of a simple fluid at finite distance from its critical
temperature. The mean crossover functions, estimated from the bounded results of the massive

renormalization scheme in field theory applied to the (@2)2 (n) model in three dimensions
(d = 3) and scalar order parameter (n = 1), are used to formulate the corresponding
scaling equations valid in two well-defined temperature ranges from the critical temperature.
The validity range and the Ising-like nature of the corresponding crossover description are
discussed in terms of a single Ising-like scale factor characterizing the critical isochore. The
asymptotic value of this scale factor can be predicted within the Ising-like preasymptotic
domain. Unfortunately, the absence of precise experimental data in such a close vicinity of
the critical point leads the direct testing impossible. A contrario, from our scaling equations
and the use of precise measurements performed at finite distance from the critical point, its
local value can be estimated beyond the Ising-like preasymptotic domain. This non-analytical
scaling determination only needs to make reference to the universal features estimated from
the mean crossover functions and to introduce a single master dimensionless length common
to all the simple fluids. This latter parameter guaranties the uniqueness of the physical length
unit used for the theoretical crossover functions and the fluid singular properties when the
generalized critical coordinates of the vapor-liquid critical point of each fluid are known.
Xenon case along its critical isochore is considered as a typical example to demonstrate the
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singleness of the Ising-like crossover parameter. With the measurements at finite temperature
range of the effective singular behaviors of the isothermal compressibility in the homogeneous
domain, and the vapor-liquid coexisting densities in the non homogeneous domain, our
scaling equations provide the local estimate of this crossover parameter as a function of the
temperature distance from the critical temperature. Our results compare favorably with the
single asymptotic value calculated only using four critical coordinates of xenon.

Keywords Critical crossover function - Crossover parameter - Critical isochore - Xenon

1 Introduction

It is now well-established that the universal features of one-component fluids close to their
vapor-liquid critical point are Ising-like in nature [1], i.e., conform with the singular univer-

sality close to the non-trivial fixed point of the so-called ((152)(2#3 (n = 1) model [2-5] (d and
n are respectively the dimensions of the space and the order parameter density). These Ising-
like universal features are only related to the contributions of two relevant scaling fields and
a single irrelevant scaling field [6,7]. The leading singular behaviors [5] are then governed
by the universal values [8] of two independent critical exponents, while the contribution
of the confluent corrections to scaling is governed by the universal lowest value [8] of the
confluent exponent, noted A below. This simplest theoretical asymptotic description, strictly
valid within the so-called Ising-like preasymptotic domain (PAD), is predicted by the renor-
malization group theory from the estimation of the classical-to-critical crossover functions
[9] along the renormalized trajectory which joints the trivial (Gaussian) fixed point to the
non-trivial (Wilson—Fisher) fixed point (for details see [5]). As a main result of present con-
cern, the asymptotic singular behavior of the fluid property P expt along the critical isochore
can be approximated by its following restricted two-term form of each infinite Wegner-like
expansion [10]

Plee (|87*]) = I (|a7*) 7™ [1 4+ af (|a7)?] (M

where 7 p is the universal critical exponent which governs the Ising-like asymptotic power law

behavior of P.,... The amplitudes /7 ; of the leading terms and a}i, of the first-order terms

of the confluent corrections depend on the selected fluid (noted f below). At* = % —1
is the reduced temperature distance from the critical temperature 7. In the case of fluid
properties interested in, we note that a generic additive background term is either subleading
with respect to the terms in Eq. (1), or is absent. In Eq. (1), the superscript * labels a non-
dimensional quantity. The indices + and — indicate respectively the single, high- and the two,
low-temperature phase regions. A = wv is the universal confluent exponent. w is the lowest
universal correction exponent related to the scaling contribution of an irrelevant field. v is
the universal critical exponent which governs the Ising-like asymptotic power law behavior

of the correlation length &5,

The PAD extension where Eq. (1) is valid corresponds to |At*| < EI{AD [5]. As currently
mentioned in the literature since the 70’s, EgAD is a fluid-dependent parameter claimed small
(LIfAD <« 1) but generally of unknown value, except from the use of the phenomenological
master forms [11] of the mean crossover functions estimated from the massive renormaliza-
tion (MR) scheme.



Due to the universal scaling laws, only two critical exponents are independent (among
the complete {wp} set), while the lowest value of the correction exponent w accounts for
all the confluent crossover corrections, leading to the three-exponent characterization of
the theoretical O (1) universality class. Correlatively, due to the universal combinations
and ratios between the 17 amplitudes (the so- called two-scale-factor universality) on the
one hand and the un1versal ratios between the a5 ap amplitudes on the other, only two leading
asymptotic amplitudes among the complete { I } setand a single confluent amplitude among
the complete {a P } set make up the three fluid-dependent parameters which characterize the

Ising-like fluid behavior within the PAD. Therefore, the knowledge of EPAD appears as
the essential non-universal parameter to validate the three (two leading and one confluent)
amplitudes characterization along this primary critical path of each Ising-like critical fluid
[7,9,11].

Assuming the existence of the above Ising-like three-amplitude characterization, the prob-
lem of using renormalization group theory to develop the theoretical descriptions of the
crossover from the Ising-like critical behavior asymptotically close to the critical point to the
mean-field thermodynamic behavior away from the critical point has in principle been solved
about three decades ago [3,12—15]. However, for the crossover functions calculated from
the massive renormalization (MR) scheme [3], or the minimal-substraction renormalization
(MSR) scheme [12,13], as well as for the parametric forms of the scaled equations of state
[14,15], the fits [16—19] used the experimental data obtained at finite temperature distance
from T, i.e., in a temperature range well-beyond the PAD extension where Eq. (1) remains
valid. In such a case, the analytical backgrounds as well as the classical-to-critical crossover
behavior due to the Gaussian critical point further hindered the test of the asymptotic Ising-
like fluid behavior of Eq. (1) when approaching the non-trivial critical point. The observed
crossover behavior in one-component fluids needs to account for higher-order terms of the
Wegner-like expansions in order to carefully fit the measurements performed far away from
critical temperature. The unavoidable implicit constraint 1 > At* > EgAD in the data fitting
analyses performed at finite distance from the vapor-liquid critical point, leads to the prac-
tical definition of the so-called extended asymptotic domain (EAD) lZ{:AD < At* < ll‘]}; AD
where the fit is thus claimed to be correct. In such a non-asymptotic domain, the choice of
the functional forms for fitting the data obtained within the EAD remains a puzzle for the
experimentalists whose objective is to find the fluid-dependent amplitudes characterizing
the PAD description (see Refs. [20,21] for an illustrative example). More generally, on the
basis of Wegner-like expansions alone, it still seems today difficult to manage the exponent
values of the confluent corrections due to several irrelevant or nonconfluent fields, while it
remains not easy to a priori select a restricted number of significants terms in the infinite,
low-convergent Wegner-like expansions [10]. It was then necessary to fix the universal values
of the critical exponents and amplitude combinations to their Ising-like theoretical estimates
to observe that the existing theories provide a good description of the experimental thermo-
dynamic property data of many fluids, not only along the critical isochore [16—19], but also
in the entire thermodynamic plane as reviewed by Behnejad et al. [22] from the various use
of the parametric equations of state.

Therefore, the resulting fitting values of the amplitudes involved in the two-term asymp-
totic Eq. (1) were always interpolated values, i.e., highly dependent of the exact estimation
of the Ising-like critical limit and the number of the free parameters which are introduced in
the crossover theory to fit the experimental data at finite distance from the critical point. For
instance, the universal asymptotic description of the PAD from the upgraded MR crossover
functions needs to briefly be replaced in the context of the recent theoretical achievements



related to the corresponding Ising-like universal estimates. An extensive set of universal
values of the exponents and the amplitude combinations has been published, as shown for
example in Refs. [23-25]. These most recent results are useful for the comparison between
different theoretical asymptotic methods. A reader interested in such a detailed comparison
between the results obtained using the different theoretical methods can use Tables I and II
of Ref. [23] and Tables 3 and 4 of Ref. [24], or the summarizing Tables 5 and 12 of Ref. [25],
and can refer to the extensive list of references quoted by the authors.

However, the actual estimates of universal features extracted from the existing experi-
mental data cannot reach such theoretical levels of accuracy. Moreover, integrating (and then
fixing) the most precise theoretical estimates of Ising-like universal exponents, amplitude
ratios, and universal features of the sub-leading confluent correction terms in resummed
critical-to-classical crossover functions, or in parametric forms of the equations of state,
remains a theoretical challenge. It is plausible that the amplitudes of the corrections to scal-
ing in the theoretical methods have a residual impact on the accurate estimates of universal
quantities based on quite different models, in particular in the case of the correction expo-
nent w. As a consequence, any resummation process of the infinite Wegner-like expansions
needs to precisely account for the error-bar propagations approaching the non-trivial critical
temperature when the leading and subleading terms are included. Accordingly, from the MR
renormalization scheme along the primary path with # = 0 that incorporates the contribution
of a single irrelevant field characterized by A, the interpolated results for the PAD description
are provided by the min and max estimates [5] of the upgraded crossover functions, despite
the probable underestimations of the errors using field-theory critical exponents values. De
facto, only such (resummed or implicit) calculated theoretical functional forms of the infi-
nite Wegner-like expansions, estimated along the renormalized trajectory, can be used to fit
the fluid data at finite distance to 7, introducing a controlled limited number (three) of free
nonuniversal parameters. From a crossover theory based on the parametric equation of state,
the practical results of the interpolated PAD description with three-amplitude characterization
of f are not so easy to analyze due to the effective number of incorporated free parameters
larger than three. This effective number is needed to account for instance for the strength and
shape of the physical crossover [14], as well as the small contribution of the non-symmetrical
order parameter [1] and the hypothetized asymmetric fluid criticality accounted for through
the mixing of the physical fields [26]. Nevertheless, since about 25 years, the fitting values of
the leading amplitudes, such as I7 i,c in Eq. (1), seem to be conform with the two-scale-factor
universality of the Ising-like systems. Accordingly, the positive, non-zero fitting values of the
amplitudes of the leading corrections to scaling appear as a well-established experimental
feature in simple fluids, such as a% > 01in Eq. (1), despite the large uncertainties (~50 %) in
the corresponding interpolated values of af ~ 1 or some inconsistency [27] in the resulting
estimation of the confluent universal ratios.

It is then essential to note that an alternative approach of the Ising-like PAD description
conform with the above three-amplitude characterization can be made without any free fluid-
dependent parameters for a one-component fluid whose the generalized critical coordinates
of the gas-liquid critical point are known [11]. Indeed, in such a primary path where the
Ising-like theoretical limit is well-defined, the ad hoc mean estimates of these crossover
functions given in Ref. [9] were consistent with all the universal features expected from the
field theoretical method, especially the universal values of the leading confluent amplitude
ratios. Moreover, by construction of the three-term multiplicative form, the mean crossover
functions given in Ref. [9] provide a single Ising-like PAD description self-consistent with
the calculated universal quantities of Ref. [8]. The singular behavior of each one-component
fluid approaching the vapor-liquid critical point must then be predicted only using two fluid-



dependent scale factors (noted ¥, yr,,) for the relevant fields and a single critical wavelength
(noted go), which can be well-defined in terms of the four generalized critical coordinates
(noted T, p¢, pc and y;) of the gas-liquid critical point, as recently analyzed in the xenon
isothermal susceptibility case [21]. The determination of #, ¥,, and go is made without
any adjustable parameter and takes advantage of the Ising-like master singular behavior of
the one-component fluid subclass described by the master crossover functions defined in
Ref. [11]. As a result, the complete sets of leading amplitudes [such as H;.F in Eq. (1)] and
confluent amplitudes [such as af.? in Eq. (1)], are calculated using ¥, v/,,, and go. The Ising-
like PAD description characterized by Eq. (1) is thus accomplished through the noticeable
exchange between the three selected amplitudes of Eq. (1) and the three nonuniversal para-
meters introduced in the crossover functions. Moreover, the knowledge of ¢ also infers the
unequivocal estimation of EgAD’ which means that the two-term singular behaviors, as well
as their temperature extension are well known. Finally, the Ising-like PAD description only
requires knowledge of the location of the vapor-liquid critical point in the experimental phase
surface of f, as initially postulated in Refs. [28-30].

Therefore, the main objective of the present work is not to develop a new crossover
theory, but to show that the three parameter characterization of the fluid PAD description
without adjustable parameter can numerically be validated by using the mean crossover
functions at finite distance from 7, along the critical isochore. The improvement over the
currently available understanding in the fluid crossover problem in a nonasymptotic situation
is thus the derivation of the nonanalytical scaling equations incorporating a single local
crossover parameter (noted ¥ below). The resulting local value of this crossover parameter
can be used to control the Ising-like extent of the known three-parameter PAD description,
asymptotically valid along the primary path. As this control is made numerically without
adjustable parameter, it is thus essential to quote the theoretical values of the exponents and
amplitudes with quite a large number of digits in order to maintain the required resolution from
the error-bar estimates of the min and max results given in Ref. [5]. In addition, performing
this control along the primary critical path where the Ising-like critical limit is well-defined
is of great importance to probe the singleness of the Ising-like crossover parameter which
was never previously demonstrated without the use of free fluid-dependent parameters.

Correlatively, incorporating more than three free parameters in a crossover theory differs
from the above predictive approach without adjustable parameter applied to the one-
component fluid subclass with similar short-ranged molecular interaction. More than three
nonuniversal parameters generally leads to unavoidable implicit intercorrelations in the result-
ing characterization for the expected PAD behavior of the physical systems belonging to the
O (1) universality class. In the case of simple fluids, such intercorrelations cannot be con-
trolled due to the absence of precise experimental data in the PAD range closest to the critical
point (in addition to the uncontrolled supplementary effect accounting for the hypothetized
asymmetric fluid criticality). A fourth non-universal crossover parameter can for instance be
related to the contributions of one supplementary irrelevant field. In such a case, the addition
of another confluent exponent in the Wegner expansions seems needed to maintain the the-
oretical coherence. Its can also be related to a more complex physical understanding of the
microscopic nature introduced in the model, such as for example, an additional reference to
a mesoscopic length or a molecular modification of the range of interaction, as in the numer-
ical description [31] of the results for the three-dimensional Ising model. Such a microscopic
complexity does not exist in simple fluids where the (Lennard—Jones-like) molecular inter-
actions are certainly short-ranged. Assuming the existence of only two independent relevant
fields and a single irrelevant field in the case of such simple fluids, the critical crossover limit



is thus expected to be universal, except only three nonuniversal parameters characterizing
each simple fluid. At the opposite, going away from the vapor-liquid critical point to reach
a hypothetized classical critical point is out of the scope of our modelling strategy to under-
stand the Ising-like nature of the simple fluids without adjustable parameter. Indeed, since
the 80’s until today, no theoretical progress has been able to correctly account for the abrupt
physical crossover behavior observed beyond the extended critical asymptotic domain when
Eexpt (IAT*]) = a. It is illustrated by the narrow temperature range where the true crossover
behavior occurs for the effective exponents y, (see Fig. 1 of Ref. [16] for the isothermal
compressibility case) and B, (see Fig. 3 of Ref. [32] for the order parameter density case).
In the present work, the required non-analytic scaling equations valid beyond the PAD
are formulated using the effective power law forms Fp ¢ (t) = IT I“f‘ eth (@ t~TPem(® of the

ALn[Fpm()]
L dLnt
Iy, i (1) is the related effective amplitude. Hence, the main goal of our present description

performed beyond the PAD is the non analytical and unequivocal scaling computation of the
non-universal quantities, noted o 7 as functlons of |At*| above (+) and below (—) 7. Bt 7
are introduced through the linear forms t = 9+ 7 |AT*|, where ¢ is still the temperature-like

field of the (42 )d 5 (

range such that |At*| > E{:AD, we have no reason to assume that identities o7 =0, =
¥ will be satisfied. In contrast, the local values of z?L (JAt*|) appear to be numerrcally

mean crossover functions, where wp , i (t) = — is the effective exponent [33] and

n = 1) model. However, as At* corresponds to a finite temperature

correlated to the local estimates of the theoretical pairs { I ij th ﬂpye,th}, only using the

generalized critical coordinates of the vapor-liquid critical point. We can then find ﬂf from
the tangent envelop of any continuous function fp (JAt*|) that fits the data measurements

of the singular property P Over a limited temperature range Az}, < |AT*| < At}

5,exp max

such as Ay, > LPAD and AT},

~ ﬁlfz Ap- The conformity with the asymptotic Ising-
like universal features calculated in the MR scheme of the (¢2)§=3 (n = 1) model [3,5] is
then maintained. This local characterization can thus be formulated to describe the fluid
data away from the immediate vicinity of the critical point. That means that our additional
non-analytical scaling equations can be useful in a temperature range At* > ﬁgAD where
the deviations from Eq. (1) and the measured fluid properties become significant. This goal
will be schematically illustrated below for the susceptibility case, through Fig. 1, where the
inserted part also puts in evidence the meaningfull digits needed for accurate estimations of
the non-universal parameters. Such a determination of the three non-universal parameters
is then essentially different (while the extracted final results are similar) from the initial
adjustement of fluid-dependent free parameters performed in Ref. [16] by a minimization
of fitting errors over the experimental temperature ranges. Moreover, our present method
provides the quantitative criteria to descriminate the physical conclusions which can be
drawn about the fluid experiments performed either within the PAD or beyond the PAD,
extending then the approach given in Ref. [21] for the xenon susceptibility case.

To illustrate our approach that strictly avoids adjusting the fluid-dependent free parameter
ﬁf, xenon is used as a typical example of a (non-quantum) simple fluid, due to the extensive
and accurate experimental data available along its critical isochore. Indeed, the two functions
fp (|AT*|) of present concern are: (i) the very precise fitting results of Giittinger and Cannell
[20] for the susceptibility data in the homogeneous domain (7 > T.) and (ii) the very precise
fitting results of Nérger and Balzarini [34] for the symmetrical order parameter density data
in the non-homogeneous domain (7' < 7.). In complement, we note that the observed non
deviation from the rectilinear density diameter [34—36] and the high-symmetry nature of



the experimental thermodynamic properties of xenon [35,37] avoid having to consider the
effects of odd terms and mixing fields introduced in an effective scaling theory [1,38]. That
allows us to verify the uniqueness of the 19% values and its exact matching with ¢

The paper is organized as follows. Section 2 gives a brief analysis of the Ising-like features
controlled by the ad hoc construction of the MR mean crossover functions given in Ref. [9].
The local three-parameter characterization of a simple fluid beyond the Ising-like preasymp-
totic domain is then schematically illustrated in Sect. 3 using the isothermal compressibility
case above T,. The non-analytic equations to calculate the local values of the crossover para-
meter ﬁf are provided in Sect. 4 and numerically solved analyzing the precise experimental
fitting results for the isothermal compressibility case above 7, and the order parameter den-
sity case below 7, in the xenon case. Two remarks and a conclusion are given in Sect. 5. For
convenience, Appendix 1 recalls the useful notations, definitions and expected estimations of
the amplitudes and scale factors corresponding to the MR three-parameter characterization
of any one-component fluid within the Ising-like preasymptotic domain. Special attention is
given to demonstrate that these estimations only use four well-defined critical coordinates of
the vapor-liquid critical point while the main literature sources in xenon case are used to sup-
port the needed numerical estimates. Appendix 2 gives an illustration of the non-analytical
scaling determination of the very-precise local value of the crossover parameter 792, based on
the effective pure power law fi, (At*) = I'J (At*)77 of the isothermal compressibility,
noting that such effective power laws were commonly used in the 80’s to represent the fluid’s
singular behavior in a restricted temperature range.

2 Ising-Like Characterization of a Simple Fluid Using the MR Crossover
Functions

2.1 Distinction Between the Ising-Like Preasymptotic Domain and the Ising-Like
Extended Asymptotic Domain

As explained in detail in Ref. [9], the dimensionless ad hoc construction of the MR mean
crossover functions provides the best control of the error-bar amplitude and propagation of
their related min and max estimations given in Ref. [5], when approaching the non-trivial fixed
point. The resulting mean crossover functions are thus written in the following convenient
form

Pun(6) = Zpr =" Tp.an (170 @)

where the following well-defined two-term Wegner-like expansion
Peap,n (1) = Zpt = (1 + Z};izA) 3)

characterizes the universal Ising features estimated in the asymptotical Ising-like limit# — O.
Indeed, in Eq. (2), each function ITp ¢ (tD @ )) is given in the form of a three-term product

AMES2VI+A
. Savirl 1)
expresses the crossover of the effective confluent exponent which varies between A and Apg

in the complete range t = {0, oo}. It is then possible to define a single theoretical crossover
temperature 7o (noted t(’)‘ in [9]) given by

of the variable P The exponent function D(t) = is independent of Py, and
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IA (?) ~19x107? “)



where D (t) takes the effective mean value D (tp) = A%AMF‘ Consequently, fA characterizes
the exchange between the prominent Ising-like crossover nature due to A = 0.50189 when
approaching the non-trivial fixed point [t < fa], to the prominent mean field-like crossover
nature due to Apyp = % when approaching the trivial fixed point [r >> ta], along the
renormalized trajectory.

In the following, we are only interested in the Ising-like universal domain ¢ < 75 since we
have already noted that the Ising-like critical crossover in one-component fluids stops before
they display a true classical behavior certainly not accounted for by the classical behavior
governed by the trivial fixed point in field theory. More precisely, it was introduced in [9] the
following common temperaturelike borderline

LpME = ortp ~ 1.9 x 1070 )

with @ = 1073, which distinguishes, either the Ising-like preasymptotic domain ¢ < wta
where the restricted Eq. (3) is valid, or the intermediate Ising-like crossover domain w s <
t < ta where it is needed to consider the complete Eq. (2). In the latter case, Eq. (2) can
also account, in a practical manner (see below Sect. 3), for many sources of nonuniversality
discarded or assumed small in the MR scheme because they are unessential in the vicinity of
the critical point.

2.2 Brief Recall of the Expected PAD Description

All the supporting materials involved in the expected PAD description using Eq. (3) were
already published and mainly summarized in Ref. [11] for any one-component fluid f whose
generalized (four) critical point coordinates are known. For self-consistent lecture of the
present paper, they are recalled in Appendix 1.

Hereafter we shall consider three theoretical crossover functions Fp i, (¢, h = 0) defined
in Ref. [9], namely, the dimensionless correlation length £y, (¢) and the dimensionless mag-
neticlike susceptibility yu, (t) above T., and the dimensionless magnetizationlike density
myp (|t]) below Te. t is the theoretical temperaturelike field and 2 = 0 is the zero value
of the external ordering (magneticlike) field. Selecting these three functions guaranties that
the same single length unit is used to reduce the correlation and thermodynamics proper-
ties since the dimensionless quantity ( Xth)’l (m,h)2 (Zth)3 leads to the universal amplitude
combination Q. for the critical point limit |t| — 0.

The theoretical functions are then used for analyzing three (Ising-like-similar) fluid prop-
erties along the critical isochore (Ap = 0) of a one-component fluid (labelled f) with a
vanishing external (magnetic-like) field (AL = 0). Ap = £ ;Cp < is the reduced order parame-
ter density and At = i — L. is the conjugated ordering field, with it = m (fie = M).
p is the mass density and p, is the conjugated chemical potential per mass unit. The subséript
p refers to a specific (per mass unit) quantity. The subscript ¢ refers to a critical parameter
of f, such as the critical pressure p.. The distance to the vapor-liquid critical point is then
only defined by the reduced temperature difference At* = T;TC where T is the temperature
and T, the critical temperature of f. The selected singular pr(;perties are the dimensionless
correlation length £, (A*), the dimensionless isothermal compressibility k7 o (AT*) in
the homogeneous domain At* > 0, and the spontaneous non-zero value of the (symmet-
rical) dimensionless order parameter density Apry expt (|AT*|) in the non-homogeneous
domain At* < 0. In this fluid case, the dimensional correlation length & corresponds to
the correlation length that is obtained by considering the small-momentum behavior of
the structure factor, while the normalized thermodynamic description of f in the grand




canonical ensemble considers the quantities per particle (using thus the subscript p). The
dimensionless quantity (XT,ﬁ)il (AnLV)2 £3 is then the analog of (Xth)_l (m,h)2 (Eth)3,
where B is the inverse of an energy reference, x7,; = (337"]7) is the isothermal suscepti-

bility per particle, and Anpy = np — ny is the difference in number density of particles
between the liquid and vapor coexisting phases below T.. n is the number density, with

nmj = p and Z—” = /Ly, Where m is the (molecular) mass of the particle. We recall that
P

-2 . . —
XT.p = (mﬁ) XT.p = n2ir, where XT.p = (;Z’p)T is the isothermal susceptibility per

mass unitand k7 = % (3—;) ;= % (g—g) , is the isothermal compressibility. The correspond-

1
ing dimensionless quantities £* and « are obtained using the length (ac = (k[‘i—Tf) 3) and

energy ((Be)~ 1 = kgT,) units, while Apry = AnLV—
Therefore, the characterlzatlon of the Ising-like PAD description takes the set forms

S{AMR} [21 . (Z+) (Z;) ],Si\lf} {Zl . ; 2 ,Z+} and Sy = {a+ £t F*}
made of three independent amplitudes. Each set (where subscript A recalls the amplitude
nature of the involved parameters) characterizes, successively, the theoretical MR mean
crossover functions for the O (1) universality class, the master crossover functions for the
{1 f} universality subclass and, finally, any one-component fluid f. This expected Ising-like
PAD description only requires the knowledge of the location of the vapor-liquid critical
point in the experimental phase surface of f. Indeed, the four critical coordinates of f are
used to define: (i) the energy B, and length o, units involved in the dimensionless reduc-
tion process of the thermodynamics properties and the correlation length and, (ii) the two
dimensionless critical numbers Y, and Z. which are respectively the characteristic scale
parameters of the relevant fields along the critical isochore and the critical isotherm of f.

That defines the three non-universal parameter set sl < F f { Yoo ac; Z, }(Where subscript
SF recalls the scale factor nature of the involved parameters) of each fluid f belonging
to the {1 f} universality subclass [28—30]. On the other hand, the three non-universal scale
factor set S_{g[;”l;-} = { v 803 Vp } of each fluid f belonging to the O (1) universality subclass
are thus introduced in the mean crossover functions under the form of two characteristic
scale factors (¢ and ) and a single coupling constant (go). The latter go has the con-
venient wavelength dimension at d = 3 to take the practical role of a finite wavelength
cutoff, defined at the vapor-liquid critical point [16]. ¥ is defined by the asymptotical lin-
earized approximation t = ¢ At* when t — 0 and At* — 0 [6] along the critical isochore
of f. ¥, is associated to the Ising-like asymptotic singular behaviors along the critical
isotherm of f, by using the similar asymptotical linearized approximation when the inten-
sive fields # — 0 and AL — O or, equivalently, the conjugated densities my, — 0 and
Ap — 0. The inverse wavelength (go)_1 is the natural microscopic length unit for the
comparison of £, () to the dimensional correlation length &, (AT™), through the fitting
equation £pap,i (t) = goexpt (AT™). The estimation of ¥, ¥, and g¢ are made without any
adjustable parameter when the four critical coordinates of f are known. These determinations
take advantage of the Ising-like master singular behavior of the one-component fluid subclass
described by the master crossover functions defined in Ref. [11], introducing the three-master
scaling constant set S{lf ’ {G) LA L, glls }} (where subscript SC recalls for scaling
constants), which hnks the correspondmg Ising-like fields. As a result the unequivocal rela-

tions between the scale factor sets SSA;IRf} = { ¥ g0; ¥ } and SSF b= ={Y:ac; Z: }, and



finally the amplitude set Su, f = {a;r; £t F*} can be easilly written, noting that the fol-

lowing master constant L'/} = goor. = 25.585 guaranties the uniqueness of the length unit.
Consequently, the complete fluid sets of leading amplitudes [such as ns p inEq. (1)] and con-
fluent amplitudes (such as a5 p in Eq. (1)), can be calculated using #, v,,, and go. The resulting
universal asymptotic Ising-like features (including the universal features related to the first
order confluent corrections) of the {1 f} universality subclass are thus exactly conform with
the ones of the O (1) universality class, as recalled in Appendix 1.

Here, introducing the complete theoretical set of the universal confluent amplitudes Z}D‘i
involved in the MR mean crossover functions, it is essential to underline the following
unequivocal scaling equations which characterize the PAD description

1
£ \2
U= alPi ©)
Zp

whatever the selected P. Indeed, Eq. (6) demonstrates that the single fluid scale factor
characterizes the first order contribution of the lowest confluent corrections to scaling to be
conform with the corresponding Ising-like universal ratios estimated in the MR scheme. In
addition, the knowledge of ¥ also infers the unequivocal estimation of

[:I%mg
f PAD 7)

which means that the two-term singular behaviors, as well as their validity temperature range,

are well estimated. Similarly, as the dimensionless correlation length §5, = Ee"p‘ for f is
necessarily expressed in unit of the size «, of the critical interaction cell [28], the 1ntr0duct10n
of LT = gga. leads to the following convenient form of the fitting equation

Ln (1) _ ‘gexpt(AT*)
Liss = o

®)

Equation (8) is a direct estimation of the ratio between long-range critical fluctuations and
short-range microscopic interactions in f, i.e., a key parameter for distinguishing the critical
and regular crossover regimes. Using the MR mean crossover function of the correlation
length given in [9] and the above value Lpurs of Eq. (5), £n (wta) = 1916. Therefore, the

Ising-like preasymptotic domain of interest corresponds to £y, 2 1900, i.e., ge’“"gim) >

75 for any selected f. This large and increasing value of &""'(AT ) > 1 for At* - 0
confirms the expected dominant effect of the long-range crltlcal fluctuations in the fluid
PAD. Unfortunately, as mentionned in the introduction, there is no experimental data to
validate with the required precision this expected PAD description, even fixing the critical
exponents to their estimated theoretical values.

2.3 MR Extended Asymptotic Domain Beyond the Ising-Like Preasymptotic
Domain

The main concrete progress to formulate a complete answer to the Ising-like crossover can
be made analyzing another non-universal feature of the MR mean crossover functions. At
the well-defined crossover temperature-like t = 5 of Eq. (4), £, (ta) = 28.8 from [9], i.e.,
L (1) ~ LYY = 25,585, Therefore, the Ising-like crossover behavior where the theoretical
confluent exponent function (which is property non-dependent) takes the effective mean



value %, also corresponds to the condition £, (1) ~ L'/}, Accounting for the previous
PAD extension €y, 2 ¢ (ta) = 1916, we are then concerned by the use of Eq. (2) in the
two-decade range 2000 = ¢y, = 20, typically.

However, the estimation of the validity range of Eq. (2) can still be refined away from
the non-trivial fixed point when its application is restricted to f. Indeed, from Eq. (8),
the condition £y, (f) ~ LI/ ~ 25585 corresponds to the condition &exp (AT™) ~ ac,
where the fluid correlation length is of the order of the size of the fluid critical interaction
cell [28]. Accordingly, for any fluid case, the experimental condition &expe (AT*) 2 @ can
be well-understood as related to the Ising-like prominent nature of the crossover behavior
for £g (1) > £ (ta). However, our previous analyses of the validity range for the master
singular behavior of the {1 f}-subclass have shown that the scaling singular behavior of

correlation length of seven one-component fluids [39] can only be observed correctly for
% 2 3, typically. From such a practical limiting condition, the equivalent extension £y, (¢) 2
(2.5 —3) x L, (ta) = 70 —90 can be defined for the MR theoretical correlation length range
of interest. More precisely, the following discussion shows that the realistic limiting range
L 2 2.6¢ (tA) = 75 can be chosen, leading to estimate the extension of the corresponding

temperaturelike range of the Ising-like EAD
1< LEVE =39 x 107 ©)

Here Ising-like EAD means that practically a single scale factor can be used for the rele-
vant field and the irrelevant field which are accounted for along this primary critical path.
Using thus the asymptotic value of ¢ provided by our expected PAD description of f, the
corresponding expected EAD extension for f corresponds to

L:Ising

At <l = EAD (10)

In addition, we remark that Eq. (8) provides a useful tool to express any singular thermody-
namic property as a function of either At* or £y, (as illustrated in figures below using the
asymptotic value of ¢ calculated in Appendix 1 for the xenon case).

Now, the complete comparison between experimental results for f and crossover theories
can cover several decades above or below its 7, value, but clearly distinguishing the physical
expected description within the PAD from the unknown one beyond the PAD. In the latter
case, the intrinsic difficulties associated with the usual fitting over a limited temperature range
have been illustrated in the recent re-analysis of the critical xenon data [21] from the Earth
experiments, performed by Giittinger and Cannell [20]. Simultaneously, we have noted that
a relatively complete set of xenon leading amplitudes H;F exists in the litterature (see for
example Tables 3 and 4! in Ref. [21]), despite their extraction from measurements largely
beyond the PAD. However, even for such extensive xenon description assumed conform with
the two-scale-factor universality valid for the Ising-like asymptotic limit At* — 0, it remains
challenging to carefully probe the uniqueness and understand the physical critical nature of
the third parameter, characteristic of the confluent singular behavior at large distance away
from 7.

1 In Tables 2, and 4 of Ref. [21], the reported data in columns 4 and 5 are not correct since A is not used

in related Ref. [50]. Therefore, n.u. should be used in column 4 and no value of a)l('+ should be reported in
column 5



3 Fluid Characterization Beyond the Ising-Like Preasymptotic Domain
3.1 Fitting Equations Using the MR Mean Crossover Functions Beyond the PAD

The description of the fluid singular property P (At*) in the finite temperature range

3 ,exp
such as At* > Ef:AD, generally uses a truncated Wegner expansion, which involves a finite
serie of correction-to-scaling terms higher than the first leading one given in Eq. (1) [or Eq.
(3)]. The validity of this truncated expansion can be observed a posteriori over the extended
asymptotic domain defined by At* < ££ Ap- Unfortunately, ignoring Eq. (10), the resulting

experimental extension LI{; AD appears highly dependent on the number and the nature of the
several correction-to-scaling terms selected in the finite serie. Such a truncated description
in the finite intermediate range ﬁPAD < At* < Lé AD 18 not able to evaluate any theoretical
estimate. The main reason is that we cannot solve new correlative difficulties concerning the
effective number (which can thus be greater than three) and the actual nature (which can
originate from different analytical and confluent effects in the theoretical schemes) of the
fluid-dependent parameters.

Some of these difficulties to describe Pf,, (At*) can be by-passed by using the
mean crossover function Fp y, (t) defined in [9], despite the absence of information con-
cerning the extended asymptotic domain of f and the non-evaluation of the effective
influence of the numerous corrections neglected in the massive renormalization scheme of
the (¢>2)§ _5 (n =1) model (see [9] for details). For this purpose, the fitting equation of

P{xp (AT*) must then be written as follows [5,11]

Pl oy (ATY) = B} o Zp (AT*) ™ Tp (zD<’>) (11)

where the inserted adjustable fluid-dependent parameters are the (property-dependent) pref-
actor ]P’a - and the crossover parameter 19% introduced through the relation:

t =97 AT (12)

We note that the subscript £ underlines the fact that the fitting determination of such a fluid-
dependent pair {IP’O I 15‘5} is performed beyond the PAD. Anticipating the main difference
with our non-analytical scaling method proposed below, we underline the fact that, in a joint
fitting process of all the singular properties along the critical isochore, ¥ is expected to have
the same single value above or below T, i.e., ¥ = 02’ =9,.InEq. (11), Fp m () is now
splitted in a leading power law term ]P’a rZp (AT*)™P only expressed as a function of the
physical temperature field At*, and in a confluent function Ip (tD @ )), only dependent
on ﬁf, through Eq. (12). The fluid-dependent, property dependent prefactor Pé £ accounts

for the interpolated asymptotic singular behavior of Pg, for At* — 0, while the resulting

fitting value ¥, = 9} £ = 1, is a non-universal parameter which characterizes the finite
intermediate range L‘,PAD < At* < EE AD- as mentioned in the Introduction. Here interpo-
lated means that the above leading pure power law using P - as a free parameter cannot
directly be supported by (non-available) experimental measurements within the PAD.
Among the prefactors Pf . involved in Eq. (11), only two (noted Lg ., Xg . in next
section), are independent and selected as two characteristic asymptotic parameters of f to
be conform with the two-scale-factor universality. In a fitting process where the identities
Vp = 192 = ¥, are assumed, ¥ is the third characteristic crossover parameter of f, from



which the expected upper limit of the fluid extended asymptotic domain can be defined from

Ising
£ EAD
Ve °

f
Liap =

3.2 Characteristic Physical Parameters Using MR Crossover Functions Beyond
the PAD

Accordingly with Eq. (11), the fitting equations of &5, k7. expr> and A PLV,expt for a simple
fluid are:
L*
* *¥\ 0,L
Saxpr (AT7) = ZF (A E (0 (13)
X*
KF expr (ATY) = 0.£ 14
T ,expt ( ) Z;‘,(— (A‘L’*)y 1—[;4(— (tD(t)) ( )
Ay (|AT*]) = M5 cZ (| A7) T (117) as)

where the Ising-like universal value of Q. must be recovered through the following prefactor

combination 5
M*
d ( Ovﬁ)
(L5.0)" ~— =1 (16)
0,£
From fitting Eqgs. (13) and (14), the expected new three-parameter characteristic set of f is

{MR) _ )
Sicpef= (903106 25 %5 2} 17

The above set replaces the characteristic set Sg‘;{l;} = {19; 80; 1//p} previously defined from
the PAD description of f.Obviously, when the identity ¥ = ¥ is assumed valid, unequivocal

links can be obtained between {79; Wp} and []L(’;y s X(’g, L] (see Appendix 1). In Eq. (17), the
subscript 1C P, L, f recalls for the use of the single crossover parameter ¢ for f until the

Ising

upper limit At* < E{; AD = ﬁ, where the value of EEX‘S given by Eq. (9) remains to be

confirmed from our following MR theoretical description of the Ising-like EAD.

Therefore, the noticeable asymptotic feature of Eqs. (13) to (15) appears in each leading
term in which ¥~ is no longer involved in the asymptotic scaling part of the critical behavior
expressed in terms of the physical field At*. Moreover, XZ‘), »and ]L’& . are two prefactors that
characterize the asymptotic Ising-like nature of xenon, provided that all the non-dimensional
extensive variables are expressed with the same length unit [7]. Correlatively, the same value
of ¥, above and below T, exclusively controls the magnitude of many correction terms to
scaling. That means that ¢ can also integrate some effects of the neglected terms linked to the
supplementary confluent exponents (noted A,, A3, etc.) associated to additional irrelevant
operators, accounting then for practical numerical approximations such as Ay &~ 2A, Az &
3A, etc. ¥, can also integrate the contributions of analytical powered terms At*, (Ar*)z,
etc., accounting for approximations such as 2A =~ 1, 4A = 2, etc., when (kp) T replaces
(kp) T, in the energy unit and in the dimensionless form of the temperature distance to the
critical temperature, or when we consider the Massieu forms of the singular thermodynamic
potentials. The determination of ¥ is then equivalent to the determination of the effective
extension Eé ap- As suggested in Ref. [5], from fitting at least three singular properties along
the critical isochore (among the correlation length, the susceptibility, the specific heat in the



homogeneous and non homogeneous domains, and the coexisting density measurements in
the non-homogeneous domain), one must verify the uniqueness of the ¥, value.

To avoid this large fitting task, we can now use an alternative remarkable facet of the
Ising-like universality of each mean crossover function Fp (). Indeed, beyond the Ising-like

preasymptotic domain, we can introduce the effective universal behavior of its local expo-

—%, as initially proposed by Kouvel and Fisher [33]. It is then

immediate to asymptotically transform (only using P ) each theoretical universal function

nent wp e (1) =

Fp.e.th (7P e,m) into its fluid asymptotic property H,jﬁ (7 p,i) valid for the Ising limit 77 p .
Moreover, 7 is a convenient sensor for a relative comparison with the ¢-values of the critical-
to-classical crossing temperatures, where the wp . (f) functions cross their mean crossover

) = w (see Fig. 4 in [9]). Considering for example the corre-

values Tp i (t”P, !

lation length and susceptibility cases, f,; = 3 X 1073 and ty, =4x 1073, respectively,

with £y (t,,1 ) = 22.2 and {, (t,/1 ) = 18.8. These latter values are of the same order
2 2

as i (1a) =~ 28.8, as well as the dimensionless master length L/} = 25.585. Therefore,
the Ising-like prominent nature of any function Fp ¢ (Hp,e,th), defined by the condition
Tp,eth (t) C {n P Tp 1 }, is similar to the Ising-like prominent nature of the confluent func-
tion D(t) in the temperature-like range ¢ < 74. The use of the crossover behavior calculated
in the {F P.e.ths ﬂpye’th} diagrams permits to distinguish, in a self-consistent manner, the
expected functional forms where the non-universal parameters (P, ., z?f) are involved in
each PAD or EAD range. Such functional forms are illustrated in the next section using the
{Z; o ye,lh] diagram for the susceptibility case already considered in the Appendix 2 of Ref.
[11]. We limit however our present interest to the direct functional links between the MR
mean crossover function and the theoretical-Ising-like susceptibility of an hypothetic fluid f
satisfying the related Ising-like universal features.

3.3 Functional Forms for the Isothermal Susceptibility Case Above T,

The estimated theoretical behaviors of the effective exponent y, w, (f) and the effective ampli-
tude Z; . (1) are obtained from the equations

dLn [xm (D]

Ve,th (1) = T oLmt (18)
Zf (0 = X;Eﬁf) (19)

where g, () is given in [9]. By eliminating explicit ¢ in Egs. (18) and (19), over the complete
range YMF < Ve (f) < y, the theoretical crossover behavior results in the form of the
universal (mixed red) upper curve of implicit equation Z; e (ye,th), labeled @3 (1)-MR in
Fig. 1.

Similarly, from the MR PAD description given in Appendix 1, we are able to calculate
the expected classical-to-critical crossover of any one-component fluid f over the complete
range yMr < Ye (AT*) < y. Indeed, y, (At*) and I'} (At*) of f can be obtained from the
equations

dLn [} e (AT
dLn (At*)

Ve (AT*) = — (20)
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Fig. 1 Effective dimensionless amplitudes—exponent diagram for the susceptibility case. Upper mixed red
curve labeled ®3 (1) — MR : From yg, (f) given in [9], by using Eqgs. (18) and (19). Lower dotted red curve
labeled Xe — MR: From 7 ppr (Ar*) by using Egs. (20) and (21) and xenon physical parameters for the

numerical construction. Lower full blue curve labeled Xe — GCy4 : From KT expt (Ar*) given by Eq. (25) [20],
by using Eqs. (20) and (21). Vertical double arrows: two-parameter transformation fy, (X("; C 02) from
upper (T) and lower (P) points (full circles) at constant y. # y (see text and Appendix 2) and one-parameter

transformation f, (X(‘; L) for the Ising-like limiting points (crosses) at ye = y. Curve labeled ar (ap) :

From Eq. (23) (From experimental case). Arrow y; : mean value L"'%ME related to the crossing temperature

between the mean-field-like behavior (y\r < ¥ < y1) and the Ising-like behavior (y1 < y. < y) (see also
3 I

upper part and text). Insert : details of EII,XBg (see text and inserted Table) . For other symbols and labels see

text. See also Fig. 4 in Ref. [11] (Color figure online)

_ K;,MR (AT*)

(Ar*)_)’( (21)

rs (ar*)

where we have hypothetized that k7 , » (At*) can be calculated using the corresponding

Eq. (2) for xu (f), introducing the expected scale factor set S;ﬁ;";} = {0; £0; l//p} for f
given in Appendix 1. Eliminating At* (then also %), this expected “theoretical crossover
behavior” for this hypothetic “Ising-like” f corresponds to the lower curve (dotted red)

in Fig. 1, of implicit equation I';" (ye). This curve is here labeled Xe — MR because we

have used the xenon set S_{s.‘;'f)?(}e = {19; 80 ¥y } estimated in Table 1 of Appendix 1 for the
corresponding numerical construction, without any restriction in our method when another
one-component fluid is considered. Nevertheless, we note that our interest is restricted to the
Ising-like range ye . (f) = ¥, 1= -’i%,ﬂ, as discussed above (in the upper part of Fig. 1, see
the corresponding mean-field-like and Ising-like crossover behaviors separated by the mean

value yy = L ~ 1.12).



Anticipating the matching (observed in the lower part of Fig. 1 and explained in next
section) between the true experimental (full blue) curve Fj’ (ye,expt) and the theoretical
(dotted red) curve for f ,itremains to define the related “physical” functional links illustrating
the respective role of the two unknown fluid-dependent parameters Xa - and 19}: involved in

fitting Eq. (14). We recall that 15‘2 must be introduced using the arbitrary relation
t=0fAT* (22)

only considering the finite temperature range At* > 0 well beyond the PAD.
e\ A
The first range y — Ve.n S Z;*A (L{;A%) ~ (.006 corresponds to the Ising-like
preasymptotic domain (see the grey area in Fig. 1) where the experimental data are absent
(or of limited precision). Then, this small domain can only be magnified in the theoretical

insert of Fig. 1 for the close vicinity of the Ising-like limiting point of theoretical coordinates

-1
[y; (Z;‘) ] (upper cross in Fig. 1). The curve at corresponds to the asymptotic singular

. . AZF , .
behavior of the derivative ((a))/(: ) [11], of equation
Ye™Y

_ (Y Yeth )

-+ -1 A
(3ZXVe) _ (Z+) 1 + ( Y —Ye,th )
Ve - 1,
s Ye,th—>Y * A|Zx+|
1—=1 Y —VYe.th (V*Ve,th)
( " |D :
+

A7
The vertical double arrow (1) indicates the logarithmic divergence of ( ;j ) never
Ye,th—=>Y

(23)

directly estimated from the asymptotic theoretical approaches (see also part (b) of Fig. 5in
Ref. [11]). We note the significant difference between the curve ar and the curve (S). The

-1
+ _ = m“) (Z; win) 0.007171
latter one corresponds to the linearized slope ¢, = = 0.0025875 = ~2.8

between the respective bounded coordinates of points A and B (see inserted table in Fig. 1

and Ref. [5] for the data sources). Indeed, the curve (S) illustrates the analytical error-bar
-1
correlation between the Ising values of y and Z;(" . Moreover, the magnified scales of

the inserted part of Fig. 1 illustrate the fact that all the quoted digits in the present work are
meaningfull to reveal this amazing theoretical asymptotic behavior.
Accordingly, the Ising-like limiting point of f (xenon here, as explained just above),

-1
with coordinates {y; '™ = X5 (Z;) ], corresponds to the ending lower cross of the

curve Xe — MR. Similarly, the curve ap corresponds to the asymptotic singular behavior

i

of (%l;e ) . The double arrow joigning the two crosses at ¥, = y schematizes the
¢ Ye—y

amplitude transformation f, (X(“; [:) = X, where 15‘2; has disappeared. Xj . only governs

the universal matching of the Ising-like limiting point. Therefore, the introduction of the true
leading value of 't fixes the value of Xa . using the following Eq. [11]

sz),ﬁ_( ) (1//»0) U 24
= (LU (@D (@1N) T (1)~ (Zo)™! @4



On the top Eq. (24), the value of X . depends on the three asymptotic scale factors 9, LU/}
(or go), and V,. However, the master constant LU fixes 80, knowing «,. Therefore, ¢ and
¥, (the latter reflecting the extensive nature of the susceptibility) are the two characteristic
parameters of f, in conformity with the two-scale factor universality. Similarly, in the bottom
Eq. (24), we recall that W'/} and ®!'/) are the master constants, which guaranty that Y, and
Z. are the two fluid-dependent parameters unequivocally linked to ¥ and v, respectively
(see Appendix 1).

The comparison between the critical divergence of the initial slope (curves at and ap) at
the ending points provides the second characteristic constraint of the Ising-like preasymptotic
domain. In principle, this second constraint must provide the unambiguous determination of

1

the Ising-like scale factor ¢ [through ¥ = (%) : , expressing Eq. (6) for x ]. Nevertheless,
our present geometrical description of the Ising-like preasymptotic domain given in the insert
of Fig. 1 underlines the theoretical (and a fortiori experimental) challenging difficulties to
provide the precise asymptotic characterization of the correction-to-scaling when a property
reaches the Ising-like limiting point along a curve of universal, but infinite, slope for any
Ising-like system (see also the discussion of the needed singular increase of the required
precision in the last part of Appendix 2).

In the second range 0.12 2 y — y, 2 0.015, which corresponds to a temperature range
largely beyond the Ising-like preasymptotic domain, the expected variations of Z; . (J/e,th)
and " (y,) are smooth and continuous. That implies that the fluid isothermal compressibility
data obtained in the restricted temperature range Az,r. < At* < Atz canbe fitted by any

max

continuous function K; expt = Sier (AT*). Applying then Eqgs. (20) and (21), we expect to find

at least one physical point P having the coordinates {ye’expt; rr in Fig. 1. Its matching

e,expt
condition with the lower curve Xe — MR and its relation with the corresponding theoretical
point T in the upper curve ®3 (1)-MR can be analyzed in terms of the two free parameters
Xa » and 792'. For the condition ye m () = Veexpt (AT*), a two parameter transformation

fre (Xé o 192;) , schematized by a double arrow in Fig. 1, insures the correspondence between

T and P. The definition f, (X(’j o z?Z) is given in the next Section from an experimental

restricted Wegner-like expansion while Appendix 2 explains the use of an experimental
effective single power law in xenon case.

4 Non-Analytical Scaling Determination of the Ising-Like Crossover
Parameter: Xenon Case as a Typical Example

4.1 The Isothermal Susceptibility Case Above T,

To find the explicit form of f, (Xg I 192) , we use the Giittinger and Cannell’s susceptibility

data of xenon [20] fitted by the following (four terms) Wegner-like expansion (labeled GC4)
e (BT = TF (A7 [1 +af, (ATHA + os)
a;x (ATH)A 4 “;X (AT*)3A]

* * * 3
Toin < AT" < At with

= 1.95x1072. The critical exponents y = 1.241 and A =

Equation (25) is valid over the reduced temperature range A
At =9.115x107 and At}

min max



0.496 were fixed to the theoretical values calculated at the time by Le Guillou and Zinn-Justin
[40] from the renormalization-group approach. The values of the adjustable parameters were
I+ =0.0577 (io.oom),aa = 1.29 (£0.03), a;X =—1.55 (:l:0.2),a3+x = 1.9 (£0.5) (the
error bars quoted are one standard deviation allowing for the correlation between parameters,
with an uncertainty of +0.5 mK on the 7, value, see Appendix 2). Eliminating then the
variable At* by the combination of Eqgs. (20) and (21) where k7. is given by Eq. (25),
we obtain the (full blue) curve Fj‘ ()’e,expt) labeled Xe — GC4 in the lower part of Fig. 1.
The matching with the curve Xe — MR is noticeable over the complete experimental range.

That confirms that the transformation f), (Xé I 192) must contain both constraints needed
to satisfy the (point) position and the related (tangent) direction. Therefore, the scaling
nature of the crossover matching beyond the Ising-like preasymptotic domain is significantly
different in the non-analytical scaling procedure which either eliminates or accounts for the

contribution of the leading term f, (Xa L) = Xa £ At Ye.th = Ve,expt- In the latter situation,

X{, ¢ can be replaced by its estimate in term of the 7rue leading amplitude I'T, as seen below.

In the first case where the contribution of the leading term is ignored, Eq. (14) is mainly
equivalent to a prominant constraint in position, which can be expressed by the following
relation between the effective exponents

Ve, expt (Af*) = Ve,th [ﬂz (AT*)] (26)

We numerically solve Eq. (26), using Giittinger and Cannell’s fitting results given by Eq.
(25), then providing the y, (At*) and z?Zr (AT*) values as functions of At*. Both results are
shown by the (full blue) curve labeled GC; in Fig. 2a [y, as a function of At*], and the (full
green) curve labeled 1 in Fig. 2b [192L as a function of At*], respectively. In part (a), we note
that the experimental curve matches the (full red) curve labeled MR, which was obtained
from Eq. (18) and Séﬁ;lg(}e = { v 803 Vp } values given in Table 1 of Appendix 1. Obviously,
this part (a) is similar to Fig. 1 of Ref. [16], which has shown the existence of a single free
value of 192' (= 0.0191 £ 0.085) from a fit of the same data using the theoretical crossover
max MR6 function [3] calculated at the time. In part (b) (and (c), see below Sect. 4.3), the
results are reported over the experimental range illustrated by the horizontal (blue) segment
labeled GC. We note that the corresponding calibration temperature of the Giittinger and
Cannell’s data is indicated by the vertical arrow labeled Az,

In the second case that accounts for the contribution of the leading term, it is necessary to
introduce the following scaling relation between the effective amplitudes
r;=5)"" X525 27

e

Now, the non-analytical scaling transformation
Fro (XG0, 08) = X5 (00)" 7 (28)

is explicit in Eq. (27) and both constraints in position and direction are correctly taken into
account. This transformation takes an effective power law form of the crossover parameter
ﬁz, while the prefactor XE‘)’ - has (as expected above) the same value whatever the value of
Ve, expt (: J/e,th). Equation (28) distinguishes each proper nature of the asymptotic prefactor
X(";’ - and the field scale factor ﬁz. Therefore, we can use the following equation

r+ =X, (Z;)il (29)
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to eliminate XO ¢ and to introduce the frue asymptotic amplitude (which fixes the position
of the Ising- -like limiting point of the experimental curve in Fig. 1). That infers the pure
1 c-dependence of the right-hand-side of equation



F+ Y —Ye Z}_,e
F—j = (v}) (30)

()™
and leads to the unequivocal determination of ﬁz when I't, y, and T"} are known, through
the non-analytical scaling equation

1

1 1—*+ Y—Ye
ot = x —& 31
£ (Z;Z;e r+) .

More generally, Eq. (31) valid for ﬁlj;AD < At* < Eé AD- has equivalent Ising-like nature as
1

the scaling equation ¢ = Z% ; (expressing Eq. (6) for x), valid for At* < ﬁf;AD. In
xenon case, we have numerica)ily solved Eq. (31) at fixed y,, using Eq. (25) and xu, (¢) given
in [9], with '™ (Xe) = 0.057824. The resulting value ﬁz (At™) corresponds to the curve
labeled 2 in Fig. 2b.

As previously mentioned, the upper horizontal axis gives the related value of £ (¢)
with 1 = 9A7* > 0 and ¢ (Xe) = 0.0211752 (see Table 1 in Appendix 1). The values
of y, indicated by the black, red and brown horizontal arrows, respectively, correspond to
the specific values A 1V and yi. The corresponding values of ¢, (¢) are given by the
respective colored vertical arrows in the range ¢;;, >~ 20 — 30. The right corner symbol on
the MR curve indicates the extension £§§D of the Ising-like extended asymptotic domain
(where €55, ~ 2.64;, (tp) ~ 3LUST ~ 75). Assuming then that 9, = 9 (Xe) = 0.0211752,

the xenon extended asymptotic domain cannot exceed the following upper limit
Ising

AT < LX) = %AD ~ 1.84 x 1072 (32)
e, T — T, < TcﬁégD ~ 5.3 K in the homogeneous domain. Similarly, the square symbol
corresponds to the master crossover temperature (where £;, =~ LU} = 25585, i.e., when
the correlation length is of the order of the size of the microscopic interaction). Two vertical
dotted lines show the respective extensions Ef,(jD and E%(XD of the Ising-like pre- and extended
asymptotic domains (see the horizontal arrows labeled PAD and EAD, respectively).

4.2 The Order Parameter Density Case

The above approach for the susceptibility case can be easily duplicated to the order parameter
density case, introducing now the following arbitrary relation

1 =9, |ATY| (33)

We consider the vapor-liquid coexisting density data measured by Niger and Balzarini [34] in
two different samples of xenon, which were fitted by the following (three term) Wegner-like
expansion:

Apuv.ep (AT = BIATE [1 +aiy |aT**

(34)
+ aym |Af*|2A]

For the fits, the exponents § = 0.327 and A = 0.5 were held fixed. For sample No. 1,
the corresponding values of the adjustable parameters are B = 1.479 (£0.011), a1y =
1.15(£0.19), aopy = —2.6 (£1.0) (with an uncertainty of &1 mK on the 7, value). This
fitting result is labeled NB3,. For sample No. 2, the fit results are B = 1.470 (£0.010),



ary = 1.20(£0.17), appy = —2.8 (£1.1) (with an uncertainty of 2 mK on the 7, value),
and the label is NB3,.

We do not report here the similar complete descriptions of the effective power laws
ZM e |t|ﬂ" and B, |[AT* Iﬂ". We merely recall that they allow us to construct the theoretical
and experimental curves of respective equations Zy . (B.) and B, (8.). The latter equations
introduce the two-parameter transformation

T (MG £, 97) =M o (ﬂZ)ﬁe_ﬂ’ (35)

which is similar to the one f,, (X;‘; o 192) =X} (9F)7 77 for the susceptibility case [see

Eq. (28)]. Thus the only needed material to obtain ¥, concerns the universal feature of the
matching between the Ising-like limiting points at 8, = S. Here, the limiting transformation

reads fg (M(’g E) = Mg . The corresponding fluid value of M . can be obtained using the
following relations [11]

i o = (L) 0"

= @)l (@M (v (2~ (36)

which satisfy the two-scale factor universality through the analytical combination [see Eq.
(16)] with XZ;Y . of Eq. (24) and IL& . of following value [11]

x (L) Ty
LO,L (L i )71 4 - 37)
= (]L{lf}) (@{lf}) (Y)Y
The asymptotic dependence of the scale factors # and v/, is thus properly accounted for,
i.e., in conformity with the two-scale factor universality of asymptotical scaling. In that pure
power law scheme, the introduction of the true leading value of B (Xe) = 1.46762 to replace
Ma - complements our previous introduction of 't (Xe) = 0.057824 to replace X5 .
Accordingly, we can formulate two matching equations for 8, and # ., similar to the ones
for y, [see Eq. (26)] and 192 [see Eq. (31)]. In the first case using the single constraint in
position, we numerically solve the following equation

ﬂe,expt (|A7*|) = Be.th [192 (|At*|)] (38)

The theoretical red curve labeled MR of equation B, [19 (IAT*I)] and the experimental
blue curve labeled NB of equation S expt [(IAr*I)] are reported in Fig. 3(a). Note that the
differences provided by the use of Eq. (34) with two different parameter sets that refer to the
samples N° 1 and 2, respectively, are not visible at the thickness scale of the experimental
blue curve NB in this figure part (a). This part (a) is similar to Fig. 3 of Ref. [32], which
was designed from the experimental data available at the time of the development of the min
and max MR6 crossover functions, but not analyzed as the non-homogeneous domain was
not theoretically investigated. The corresponding curves @, (|At*|) (with the label 1) are
reported in Fig. 3b (where NB3, corresponds to the full pink line, while NB3, corresponds
to the dotted pink line).

In the second case, using both constraints in direction and position, the pure ¥ -
dependence is obtained computing numerically the non-analytical scaling equation

1
_ YAY: B, \ =B
V9, ={— x — 39
r (ZM.e X B) (39)



Equation (39) is similar with Eq. (31) and thus Ising-like similar with Eq. (6) expressed for

1

the order parameter case | ¥ = (2—&/‘:) ) . The curves ¥, (JAt*|) of Eq. (39) are labeled 2
in Fig. 3b (with a full green line for NB3, and a dotted green line for NB3p).

InFig. 3, the available (experimental) temperature range is now illustrated by the horizontal
blue segment labeled NB and all the other symbols and labels are similar to the ones in
Fig. 2 for the isothermal compressibility case. As the theoretical crossover function of the
correlation length in the non homogeneous domain is not given in Ref. [5], we have used
the realistic approximation ¢, (f < 0) = %920) to label the upper horizontal axis of Fig.
3. The values of 8, indicated by the black, green and purple horizontal arrows, respectively,
correspond to A 1 B 1 and y; (in the non homogeneous region). The related values of

£, (t) are given by the respective colored vertical arrows in the range ¢,, ~ 10 — 60.
Here we observe that the crossing temperature for y, is slightly greater than 51)3(;13 (where

2
€, = 2.6(;, (tp) ~ 3LUST ~ 75) but lower than |AT}| = & ~ 9 x 1072 (see the lower
vertical arrow in Fig. 3¢), where £, ~ LU/} = 25.585.

4.3 Comparison Between 1‘}2 and ¥

The relative comparison between ﬁf and ¢ values for xenon is made in parts (c) of Figs.
+
2 and 3, using the residuals R% (192:)1? = 100 (% — ) (expressed in %). In each figure

the residuals refer to 19% obtained as a local numerical solution of Egs. (26) and (38) (curves
labeled 1) and Eqgs. (31) and (39) (curves labeled 2) respectively. The curves labeled m
correspond to the respective mean values between curves 1 and 2. In the range At* <
1072, a noticeable increase of the residuals is observed approaching the critical temperature.
That reflects the difference between the Ising values of the critical exponent (y = 1.241,
B = 0.327) used in the experimental fits and the ones (y = 1.2395935, B = 0.3257845)
used in the MR scheme. The upper limit of the fitting agreement with a single crossover
parameter corresponds to the abrupt increase of the residuals at large temperature range
(e, At* > 107! in Fig. 2c and |At*| > 2 x 1072 in Fig. 3c). The expected identity
v = 192: in xenon case, is here observed in the green area on each figure. The error-bar
of +15 % underlined in this green area corresponds to an error-bar lower than 1 % for the
related effective amplitude (see Appendix 2 in the T'J case). The corresponding values
15x 1072 < Ar* < 107! in Fig. 2c and 2 x 1073 < |At*| < 7 x 1073 in Fig. 3c, are at
least one and a half order of magnitude larger than £§§D ~ 0.9 x 10~*. Moreover, as clearly
indicated on both figures, the condition EgzD < At} demonstrates the Ising-like nature of
the extended asymptotic domain for critical xenon and confirms the scaling role of Egs. (31)
and (39).

Before to formulate the conclusive remarks, it is essential to recall the main consequences
of the identity ¥ = 1925 This identity was validated from two distinct properties measured at
finite distance from 7, along the critical isochore, above and below T.. The three-parameters
characterization of the asymptotic Ising-like nature of xenon was then given by the amplitude

set [a}'; £t F+} of Table 1 in Appendix 1, or the MR parameter set {19; £0: Wp} of same

Table 1, while the Ising-like universal features were validated by the control of the PAD
description for the selected three different experimental properties. Therefore, ¥ is well the
single non-universal scale factor that characterizes the xenon critical isochore, while, as a



correlated Ising-like result, 1/, is well the single non-universal scale factor that characterizes
the xenon critical isotherm (despite a non available validation from the analysis of a still
missing measurement of a xenon singular property along the critial isotherm). These two,
non-dimensional, characteristic scale factors ¢+ and v, introduced in the MR theoretical
asymptotic description of the O (1) universality class are linked, respectively, to the two,
non-dimensional characteristic critical factors Y, and Z. defined at the exact critical point
from the master phenomenological description of the one-component fluid subclass. The
links only need to use the unique length unit for correlation and thermodynamic dimensional
properties, where it is obvious that the master quantity L.{!/} has thus the subtle double role
to get simultaneously the required link between o, and (go)~' and to account for critical
length dimensions of the bare (physical) quantities [9]. Finally, the above xenon description
validated at finite distance from 7, includes the implicit interpolated PAD description. Here
we recall that interpolated means that the resulting theoretical description of the temperature
range 0 < At* < ﬁl),(/fD occurs without the support of the experimental data, only using
the relative susceptibility data and the relative turbidity data of Giittinger and Cannell [20]
(added to their corresponding reference susceptibility and turbidity data at 7. + 0.6677 K),
and the vapor-liquid coexisting density data of Néger and Balzarini [34], measured in the
temperature range C;,(XD < |ATH| < E;E(ZD'

5 Remarks and Conclusion

As the single numerical value of the non-universal parameters 1925 appears to be governed by
the susceptibility and coexisting density data measurements at the largest possible tempera-
ture distance beyond the Ising-like preasymptotic domain, we can formulate two summarizing
remarks before concluding.

5.1 Similarity Between the Three-Parameter Crossover Models

The first remark concerns the impact of the application of different crossover models on
the fitting results obtained using the same data measurements. Indeed, for all the models, it
appears that a single free parameter can be defined as a non-universal temperature scaling
factor (so-called temperaturelike Ginzburg number), similar to (ﬁf)_l. Such a result can
be explained only assuming a remarkable collapse of their theoretical Ising-like crossover
shapes on the upgraded MR7 ones, only using the theoretical estimates of three universal
independent amplitudes involved in each model PAD description. This collapse is expected
similar to the MR-master collapse described in Ref. [11] and recalled in Appendix 1. That
expected modelling similarity will be formalized in a forthcoming paper.

5.2 Effective Singular Behavior of the One Component Fluids at Finite
Temperature Distance from 7,

The second remark, complemented by the detailed analysis of the Giittinger and Cannell’s
susceptibility data given in Appendix 2, provides an additional view of the effective uni-
versality analyzed in the 80’s on the basis of scaled equations of state formulated in terms
of two non-universal parameters. The finite temperature range such as At* > [’lgAD was
largely investigated in the seventies [41], when the scaling approach of fluid universality was
based on the effective “universal” values of the exponents (as for example y, ros = 1.19,
and B, gos = 0.355 [41,42] involved in the effective rescaled formulation of a parametric



equation of state). Today, it is well-admitted that the effective critical exponents introduce
an inconsistency into the use of renormalization group results which clouds the analysis of
experimental data. However, in that effective description, the Ising-like nature of the fluid f
was mainly accounted for by introducing only two adjustable parameters in the equation of
state, as only two effective exponents are assumed free (an uncorrect hypothesis since only
two critical exponents are free in the critical asymptotic limit At* — 0). Despite this theo-
retical inconsistency, the practical number of fluid-dependent parameters was then conform
to our present analysis in the intermediate temperature range ﬁff,AD < At* < At}. In the
light of the present work, the main reason which explains this effective scaled universality
[43] is not directly the two-scale factor universality but the uniqueness of the scale factor
which characterizes the confluent corrections to scaling due to a single irrelevant scaling
field, as demonstrated precisely in Appendix 2.

5.3 Conclusion

This work, restricted to the simple fluid critical isochore to control the number (three) of
fluid-dependent parameters, gives a new and well-defined procedure to analyze the experi-
mental results selecting one particular theoretical method (field theory crossover) to obtain
accurate results along this critical path. Indeed the three fluid-dependent parameters ¢, go,
and ¥, needed to take benefit of the Ising-like universal features predicted by the massive
renormalization scheme asymptotically close to the non-trivial fixed point can be predicted
from the four generalized coordinates of the vapor-liquid critical point. Using such expected
description only valid within the Ising-like preasymptotic domain, we have shown that, when
the energy (kpT.) and length (o) units are known, the mean crossover functions for both
the susceptibility in the homogeneous domain and the order parameter density in the non
homogeneous domain provide access to the convenient explicit scaling equations (above
and below T;) to determine the local value of a single non-universal parameter 7925 in both
(T =z T.) temperature ranges beyond the Ising-like preasymptotic domain. The Ising-like,
scale-factor nature of this critical parameter remains evident using the dimensionless master
value LI/} = a.go = 25.585 of a single characteristic length of the one-component fluid
subclass. We have then clearly shown that the resulting value of the non-analytic scaling
equations are entirely governed by the data measurements which are accounted for correctly
by the theoretical crossover description at the largest possible distance from the critical
point. Finally, the magnitude of the resulting deviations and the temperature range where
these deviations become significant to invalidate the uniqueness of the non-universal para-
meter defined by the identity ¥ = z?,f, are accounted for exactly in the Ising-like extended

asymptotic domain At* < Cg AD- corresponding to the theoretical correlation length range
G (8 = DAT) 2 2,600 (ta = D ATE) ~ LIS ~ 75, Here 1y = (Siz)z =~ 1.9 % 1073 is
the crossover temperature that characterizes the exchange between the prominent Ising-like
nature of the confluent exponent due to the value A = 0.50189 approaching the non-trivial
fixed point [t < fa], and its prominent mean-field-like nature due to the value Apyp = %
approaching the Gaussian fixed point [ > 7o]. The main consequence is that the relevant
scaling field and the single irrelevant confluent field have the same Ising-like, fluid-dependent
scale factor along the critical isochore. Xenon is selected here as being the single one-
component fluid with accurate measurements of two distinct singular properties above and
below T, to support the procedure. Therefore, thanks to the precise estimates of the universal
features from the MR scheme along the primary path at 7 = 0, xenon close to its vapor-liquid
critical point is now an Ising-like standard without adjustable parameters along its critical



isochore, similar to the O (1) symmetric (d>2)2 field theory and the N = 1-vector model of
three-dimensional (3D) Ising-like systems.

From this Ising-like standard situation provided by critical xenon, the real extension and
amplitude of the singular behavior of the fluid properties can be estimated in a similar manner
for any one-component fluid for which the vapor-liquid critical point is localized in the pV T
phase surface, thanks to the use of the master crossover functions given in [11] and/or the
CMM model of the equation of state given in [21]. Therefore, the comparisons between
simple fluid experiments and theory will be improved as they can be performed, now [44]
and in the future, without adjustable non-universal parameter.

Acknowledgments We acknowledge F. Palencia for his contribution to the development of Mathematica
files. Part of the work was supported by CNES.

Appendix 1: Expected Fluid Characterization Within the PAD
MR Characterization of the PAD for the O (1) Universality Class

The PAD description from the three theoretical mean crossover functions [9] of present
interest writes as follows:

-1
teaoan ) = (2F) 1 (142071%) (40)
—1
xenan (0 = (7)o (14 271) (41)
meapan (1) = Zag [t1P (1 + Zp, 11]%) (42)

where the theoretical amplitude set,
Z}f; = 8.56347
i _ 1 (zf) = 0471474 43)
(z;)_l — 0.269571

is here selected to characterize the universal asymptotic singular behavior of the N = 1-vector
model in three dimension for the O (1) universality class.? Indeed, in Egs. (40) to (42), the
remaining theoretical amplitudes Zé‘* =5.81623, Zy = 0.937528, and Z! = 7.70712 are
conform with the following universal combinations

d
() 2t @’ = (&) _ 0. (44)

Rc
Zé’*
T = 0.67919 45)
ZX‘
Zl
M — 0.9 (46)
ZX’

2 The related exponent set is {v = 0.6303875, y = 1.2395935, A = 0.50189}, with the quoted precision
needed by the contruction of the mean crossover functions [9] (as mentioned in the Introduction). Consequently,

B = % (dv —y) =0.3257845 in Eq. (42) and o« = 2 — dv = 0.1088375 when the specific heat case is added
to close the hyperscaling universality analysis along the critical isochore.



7 -1 1
Z*O[(z 2 = 0.0574, Rs = (Zg) (@Zf)? = 0.2697, and Q. = 0.3418 [8]
(see the definition of Q. in the Introduction). The theoretical amplitude Z = 1.719788

corresponds to the specific heat case above 7.3
Ising

The estimated validity range ¢ < L,y of Egs. (44) to (46) extends to

with Rc =

1 2
Lot ~ o ( ) ~19x10°° (47)
Ay
with @ = 1073 and S, = 22.9007 [9].

Master Description of the PAD for the {1 f}-Universality Subclass

The above MR PAD description can now be restricted to the so-called master description Qf
the PAD for the {1 f}-subclass [11], by introducing only three constant scale factors @1/},
wilf} LU through the following asymptotic equations:

t = elir:
= wil/ipx (48)
Cpapn (1) = LU e (7%)

where 7 and H* are the master temperature-like and magnetic-like fields, respectively. The
master constant set S SC s

O/l = 4288 x 1073
S L L Z o5 sgs “49)
wilfl = 1.75505 x 104

characterizes the {1 f}-subclass to be conform with the universality class of the three-
dimensional, uni-axial, Ising-like systems. Indeed, the three corresponding master equations
can be written as follows:

e (1) = 25 (14 207 = (L) s 0 (50)
2 (1) = 27 (14 200 70) = (L) (90) spana (0 51

M(T*) = 2w |7 (14 2} |7*) = (L09) W mpann (o) (52)
where the master amplitude set,
L+ _ 1, 1A -
Zt = zy+ (el . =055
sW=) zi= @) (el (Z;) =0.5729 (53)
zh = (L) (win)? (elh) ™7 (Z+) =0.11975
then characterizes the master descriptions of the PAD for the {1 f}-subclass. Additional mas-
ter amplitudes Zgl = Zé o+ (@“f})A = 0.37695, Zy = (]L“f})d wlilf} (@“-f})ﬁ Ty =
0.4665, and 2, = Zl, (0/))® = 0.4995 are conform with Egs. (44) to (46). For the

3 Our present scaling approach uses the correlation length and the susceptibility as independent properties in
terms of the two-scale-factor universality. We can then ignore the universal critical value of the background
constant of the heat capacity, which is generally mixed with the non-universal contribution of the regular
background terms in the one-component fluid case.



specific heat case above T, the master amplitude Zg = (]L“f})d (@“f})zfa aZy =

B
0.104324 closes the hyperscaling universality in conformity with the universal value of
1 Z+z+
+ _ (=t + _ : —
Ry = (2{)7 2 = 0.2696 (with Rc = £-%).

The master extension El{,k’];} of the Ising-like preasymptotic domain of the {1 f}-subclass
corresponds to

) EIsing
{Lf PAD ~ —4
Lo = gigy =47 %10 (54)

Physical Description of the PAD for a (Non-quantum) One-Component Fluid
Three Amplitude Characterization of the Simple Fluid PAD

Dimensionless Eq. (1) for the correlation length Ee*xpt (At*) and the isothermal compress-
ibility K}E’ expt (At*) in the homogeneous domain At* > 0, and for the spontaneous
non-zero value of the (symmetrical) order parameter density Apyy expt (|AT*|) in the non-
homogeneous domain At* < 0, can be written as follows

culor = 6 [t ] o
F e (AT) =T (A7) 7 [1 44 (a7%)*] (56)
Aprve (|at*]) = BaT | [1+au [aT]*] (57)
where o
APLY expt = YR (58)

is the reduced density difference between the liquid (p7,) and vapor (py) coexisting phases.
Among the three leading amplitudes £, '™ and B, only two are characteristic of the

fluid while among the three confluent amplitudes a; S a;‘, and ayy, only one is a characteristic

crossover-like parameter of the fluid. Selecting here the characteristic amplitude set

Sag = faf:%ir] (59)
the remaining amplitudes B, a;, and ays of Egs. (55) to (57) can thus be calculated using the

1
universal amplitude ratios and combinations of Egs. (44) to (46) with R; = (A*) 4 &1 and

Rc=A" %. AT is the additional leading amplitude of the asymptotic singular behavior of
the specific heat at constant volume along the critical isochore in the homogeneous domain
At* > 0.

Four Critical Parameters as Entry Data

The entry material to estimate S4 xe = {a;("; ET; F+} is provided by the following minimal

set of four critical coordinates (neglecting here the quantum effects [39,45])
Qimar; = {Tc; Pc:i Vp,cs )’L/} (60)

which localizes the fluid critical point on the phase surface of equation of state @5]., ( D Vp, T)
= 0. The subscript a5 recalls for a thermodynamic description that starts from the Helmholtz



free energy of the xenon particle. v; = % = % is the molecular volume and yc/. is the
common critical direction at the critical temperature of the critical isochoric line and the
saturation pressure curve in the p; T diagram.

Using Eq. (60), the length and energy units are

1
kpT-\ 4 1
e = ( c) = (Bcpe) @ (61)
C
(Bo)"' = kpT. (62)
respectively (with d = 3), while pe ~ [ oy | scales all the energy densities for a fluid
of constant total volume unit (V = 1). Therefore, expt = g;—’i"‘ in Eq. (55) and K;i expt =

KTexpt Pe in Eq. (56), with £+ = £ and T+ = T p,. where expt, #7.expr. &7+ and T
are the related dimensional quantltles The superscript star labels dimensionless quantities
obtained only using &, and (8.)~! when the thermodynamic properties are normalized per
particle [28-30].

However, Eq. (58) also introduces the practical dimensionless form p = ﬁ of the (mass)

density, which complements the practical dimensionless forms i = £22¢ of the conjugated

chemical potential 11, per mass unit [37,42] . The practical dimensionless variables that use
critical parameters such as p. and pf are then decorated by a tilde. The definition of [ up

introduces another unit £ ~ [Cr';gfsy] for specific energies, which differs from (m ,BC) by

the usual critical compressibility factor Z. defined as

Pc p _
Z P C”lp
c — -

(mpe) " peksT.

(63)

mp = N , where M and N are the total mass and total particle number of the fluid system,

respectively. Similarly, the constant total mass unit (M = 1) of the fluid system introduces the

critical specific volume ve y=1 = pi, which differs from the volume of the critical interaction
C

cell ve; = kp CT‘ (ae)? [28] by the critical mass factor "Zl—f = U‘ M=1 (j.e., the mass of the

critical interaction cell). That provides alternative choice between two pairs of energy and
length units which originate from thermodynamics normalized, either per particle, or per
mass un1t respectively. However, at exact critical point (At* = 0; Ap = 0), the amount of
matter =% is precisely contained within the mlcroscoplc interaction cell and the extensive

nature of the fluid remains only characterized by Z , 1.e., the particle number which fill

this critical interaction cell. Along the critical isochore = constant is like a constant

7
coordination number (of typical value ~ 3.5). Only v, ; = (ac)? takes physical meaning in
terms of the short ranged molecular interactions between the interacting Z% particles, leading
to better understanding of the correlation length value when it is measured in unit of «,, i.e.,
in unit of the critical interaction cell size [28-30].

In such a description in terms of the properties of the critical interaction cell, it is then
essential to note that the use of Eq. (60) gives unequivocal access to the two characteristics
scale factors Z. and Y, of each one-component fluid belonging to the {1 f}-subclass of
universality. Z. is then the first asymptotic scale factor, characteristic of the singular master
behavior of the one-component fluid along the critical isotherm while the second scale factor
Y., characteristic of the singular master behavior of the one-component fluid along the critical
isochore, is

Yo= vyt —1 (64)



In Eq. (64), yc/. % is the usual critical Riedel factor (of typical value ~ 5 — 6). More precisely,
Y. is here above defined from the limiting critical slope of the thermodynamic potential

4 T, which is expressed in units of kB 7 = 7. Y. is then the single critical parameter

only dependent on the selected crltlcal length umt of Eq. (61), which introduces the single
characteristic value of the entropy per particle’ at the critical point [46]. Therefore, the
above master asymptotic behavior of the {1 f'}-subclass assumes that all the thermodynamics
properties of the interaction cell are master constants whatever the one-component fluid,
except two of them, i.e., Z. and Y.

Three Scale Factor Characterization of the Simple Fluid PAD

The three scale factor set
M

Sir = {93 80: v } (65)
characterizes each one-component fluid f as a system satisfying the MR Egs. (40), (41), and
(42). This set is introduced through the following linearized asymptotic equations between
theoretical and physical quantities:

t =0AT* (66)
h=y,Af (67)
€pAD th (1) = go&expt (AT*) (63)
Equivalently, the three scale factor set
SEll = (Yoo 22} (69)

characterizes each one-component fluid f as a system satisfying the master description of Egs.
(50), (51), and (52). This set is obtained through the following similar linearized asymptotic
equations between master and physical quantities:

T = Y. AT* (70)
= (Z)7% AL (71)
C(T%) = ()™ Eexpt (ATY) (72)

The MR and master scale factors characteristics of each one-component fluid are then related
by:

9 (Y, = ellf) (73)
goae = LU/ (74)
V, (Zo)? = wilf) (75)

Equation (74) links g defined for {r = 0; h = 0} to «, defined for {At* = 0; Ag = 0}.
Consequently, the MR, master and then physical PAD descriptions are interrelated through

4 The thermodynamic potential % corresponds to the use of the Massieu form of the Grand Potential pV
when thermodynamics is normalized per unit volume.
. . - / / Iy
5 The entropy per particle s is related to the temperature derivatives y = (g—IT’) and 6 = (%)
Uﬁ Vp
which, at the critical point, lead to the following dimensionless equation s;k; c=ZcYet+ D — x% e where
’

S
5 are two particle quantities made dimensionless without reference to the physical

*
$p.c = kp
scales «¢ and (B¢) ™ 1



the following asymptotic equations between their corresponding fields:

t=vAt" =0y, Ar* (76)
h=vy,ni =7 (Z)73 AR (77)
€pADh (1) = gokexpr (AT¥) = LUVIgE | (AT¥) (78)
. 2
We note that, X7.expi = (gﬁz )A = (pﬂ) PeKT expt- As a result, along the crit-
T* c
ical isochore Ap = 0, JTexpt (ATY) = K;expt(Ar*) is then Ising-like similar to

the theoretical susceptibility xu (f) = ( 33”};") , where mg, = (L/ })_d (wp)_1 Ap =
t

(]L“f})_d (‘lf{lf})_l M* = (]L“f})_d (\Il“f})_1 (Ze)? Ap. Accordingly, the asymptotic
matching between MR and physical quantities of interest is provided by the equations:

Ceapn (1) = LUIgL (A7) (79)
XPADth (1) = (L{lf})id (Wp)_z KT expt (ATT) (80)
e (1) = (L) ™ (9,) ™ Ay, (|A77) 81)
while the equations:
C(T7) = &5 (ATY) (82)
X (TY) = ZeKT expt (at*) (83)
M(T*)) = (Z)? Aprv.exp (|AT*)) (84)

provide similar asymptotic matching between master and physical quantities. Above match-
ing equations are guarantees for uniqueness [7] of the length and energy units in the
dimensionless singular behaviors of thermodynamic and correlations functions (whatever
the one-component fluid).

Finally, the expected estimation of S4, s of Eq. (59) is obtained from the term to term
matching in Eqgs. (79), (80) and (83), (82), leading to:

o = 982l = a0 21
Sap= &t =0T (z) = o z (85)
r+= (]L{lf})d (wp)z 5 (Z;) — (ZC)—I (Y.)" Z;'

We note the top-down hierarchy of Eqs. (85) thatlink S4, r and S;MR} . Top equation shows that
¥ characterizes the lowest order of the fluid confluent corrections to scaling in an unequivocal
manner. Then medium equation defines the dimensionless number LY/}, which relates the
microscopic length (go) " and the thermodynamic length scale .. Finally, bottom equation
introduces the scale factor ¥, of the order parameter density. ¥, can be estimated using
any leading amplitude chosen among the ones of the extensive singular properties, as here
I't in the isothermal compressibility case. When the dimensionless number L1/} takes its
master value of Eq. (49), the fluid scale factors ¥ and v, are then unequivocally related to
Y, and Z,, respectively, as shown by Eqs. (73) and (75). The correlation length is measured
in units of «, [39] and the thermodynamic energy densities are well measured in units of
[,BC (ae)? ]_1 = p. [16,29,30], as previously expected. The top Eq. (85) shows that any first
term of the confluent corrections to scaling is governed by a single characteristic parameter



(i.e., Y¢) of the critical interaction cell. In other words, along the critical isochore, the first-
order contribution of the confluent corrections of any fluid is well due to the expected master
properties of its critical interaction volume, only characterized by the two dimensionless
numbers Y, and Z. (see also Ref. [46]).

In addition, Egs. (44) to (46) lead to:

B = (LY y,08Zy = (Z)7F (Y)F Zu
af = z?AZé’+ = )h zlt (86)
ay = 922}, = (YA 2},

The estimates of the amplitudes involved in Egs. (55) to (57) are thus closed for any fluid
case. The value of the dimensional amplitude 56“ is,

g =t (87)

It is also convenient to add the following amplitude estimation for the specific heat case

d
A+ — (]L{]f}) ﬁz—aazg — (YC)Z—O( Zé‘— (88)

in order to control the Ising-like universal values of Rc = A;]; , R; = (A*)ﬁ £ and Egs.
(44) to (46) only using the minimal set of four critical coordinates of Eq. (60).

In an alternative manner, we recall that the knowledge of Sélg,l;.} of Eq. (65), or S;A;.I;} of
Eq. (69), equivalently, provides also access to the asymptotic fluid characterization exchang-

ing the unknown leading amplitude set S4 s by the leading prefactor set S{gg}g, ;=

{19; ]La s X(’;’ ﬁ} of Eq. (17), when the identity ¥ = ¥ is assumed correct over an extended

temperature range. In such a case, the respective estimations of the prefactors L ., X7 ., and
Ma - by Egs. (24), (36), and (37) are made to conformity to the two-scale-factor universality,
while the following equation for the prefactor Cjj . in the specific heat case [11]

Che = (L) 92

- (]L{lf})d (6{1f})2—a (¥)2a (89)

guaranties the validity of the hyperscaling universal combination R;, through the identity

* % * — : : : * XS,L —
Co.r) Ly, = 1, which complements the identity of Eq. (16) (or Cj ( )2 =1,
‘ ' (5

equivalently).

Extension of the Ising-Like Preasymptotic Domain of a Simple Fluid f

The value of ¥ enables the estimation of £1{AD, which fixes the physical extension of the
Ising-like preasymptotic domain [9] from the equation

ﬁlsin g
Loan = 505 90)

This important result can be recovered from the value of Y, and Eq. (54), using then the
equation
£{1f }

Lhp =~ YCP?]'?) ©1)




The crucial problem to define the temperature range of validity of Egs. (55) to (57) is now
solved quantitatively. Indeed, using Eq. (54) and a typical value of Y. (f) ~ 4 — 5 for f, the
validity range of Egs. (55) to (57) is At* < £1§AD ~ 107*, typically.

However, in such a small temperature range, the experimental control of the above three
parameters characterization of a simple fluid cannot be easily performed since accurate
measurements of the singular properties are generally made in a temperature range which does
not reach this small Ising-like preasymptotic domain. As a result, the Ising-like equivalence
between the amplitudes and the scale factors is not obtained with the required precision from
the fits of the experimental results.

Xenon Case
Xenon Critical Coordinates

The xenon critical temperature was fixed to the value 7, = 289.733 4+ 0.002 K recently
recommended by Gillis et al [47,48] from their critical temperature determination of the
stirred xenon filling its acoustic resonator cell submitted to a ramp of temperature downward
(in this experiment the absolute temperature precision is 15 mK from reference to the ITS-90
temperature scale). This value agrees with the two respective values 7, = 289.731+0.0053 K
and T, = 289.734 + 0.003 K measured (with an absolute precision of +50 mK) by Berg
and al [49] from observation of the vapor-liquid meniscus appearance and disappearance
in the “Critical Viscosity of Xenon (CVX)” experiment. These central values, and their
relative uncertainties essentially due to the thermostat temperature control, compare well
with 7, = 289.740 + 0.003 K obtained by Schneider et al from pV T measurements [50,51]
and density measurements of coexisting liquid and vapor phases [52,53]. This latter value was
generally used as a xenon critical temperature in previous review analyzes [28,37,42] using
the ITS-68 temperature scale. Indeed, the agreement was noticeable with 7. = 289.747 +
0.010 K obtained by Cannell and Benedek [54] from measurements of Brillouin spectrum,
and T, = 289.736 + 0.002 K obtained by Smith et al [55] from light scattering intensity
measurements. However, the Gillis et al’s central value disagrees with some other values of
similar relative precision (as for example: 7, = 289.765 £ 0.005 K from Baidakov et al’s
[56,57]; T, = 289.790+0.001 K from Giittinger and Cannell [20]; T, = 289.752+0.001 K
and T, = 289.789 + 0.002 K from Balzarini et al’s [34]).

Our calculated critical pressure p. = 5.84007 £ 0.00050 MPa accounts for the ther-
modynamic continuity on pressure measurements crossing the critical temperature along
the critical isochore and assumes that the Habgood and Schneider’s isotherm p (p) at
(To)ys = (273.15 4+ 16.59) K corresponds to the critical isotherm of xenon.

Our selected value of p. = 1113kgm~> has an uncertainty of £5kgm™> (~ £0.5 %),
which accounts for the p. values of Schneider et al’s (o, = 1105 £ n.a.kg m~3 and
pe = 1099 + n.a.kgm™3) [50-53], Cornfeld and Carr’s (p. = 1111.2715kgm=3 for
three different estimations) [35], Baidakov et al’s (o, = 1112.8 + n.a.kgm_3) [56],
and Balzarini et al’s (o, = 1099 =+ n.a.kgm™3 [36], p. = 1116.0 = 1.7kgm~> and
pe = 11147+ 1.7kg m~3 [34]). All the above determinations of the critical density were
obtained without any measurable curvature effect of the rectilinear density diameter.

The value yc/ = 0.119740.0006 MPaK~! (~ £0.5 %) was estimated from the joint analy-
sis of the pV T measurements of Habgood and Schneider [50,51] and Michels et al [58], to
account for the small differences on the critical density values. As a matter of fact, in spite of
numerous values reported in the seventies literature, the determination of this finite critical



derivative was never accurately analysed in xenon case [28]. We recall that, at the late sixties,

the knowledge of the derivative ( aT) in the vicinity of the critical point was mandatory

needed when the objectives were to define the scaled forms of the equation of state (see Refs.

[43,59-63]) and to test their related computations of the thermophysical property singularities
op

(since the dimensionless quantlty = (ﬁ) —the so-called Riedel factor—appears in many

thermodynamic relations). In xenon case, the dimensionless value ¢ Do yc = 6.02 was initially
obtained by Vicentini-Missoni et al [60] from their fitting of the pV T measurements of Hab-
good and Schneider (with p, = 5.83 MPa, 7, = 289.75 K, and p. = 1110kg m~3, as xenon
critical coordinates). The related uncertainty on the dimensional value ycl. =0.1211 MPaK™!
was not given, in spite of the fact that this value was higher (~ 41.8 %) than the one

= 0.1189 MPaK ™! initially found by Habgood and Schneider from a self-consistent

analy51s of the derivative (ST) graphically deduced from their pV T measurements. Sub-

sequently, several published values (such as yé = 0.11916 MPaK~! from Cannell and
Benedek [54], y, = 0.12027MPaK~' from Smith et al [55], y, = 0.1196 MPaK™!
from Swinney and Henry [64], yL/. = 0.1192 + 0.0012MPaK~! from Garrabos [28]) were
obtained from these Habgood and Schneider’s data source and same xenon critical parame-
ters. On the other hand, Badaikov et al have determined two values, )/C/ =0.11865 MPaK™!
[56], and yc/ = 0.11977 MPaK~![57], from their vapor pressure data below 7,. Berg et al
[49,65] have used the dimensionless value %yc/ = 5.65 (with an uncertainty of +2.9 %),
in their viscosity data analysis of the CVX experiment with p. = 1110kgm~3. Their
related value yc/ = 0.113686 MPaK~! is significantly lower (= —5. %) than our selected
value yc/ = 0.1197MPaK~!. More recently, Gillis et al, selecting the “highest” value
pe = 1116 kg m™3 of the critical density, have used the dimensionless value 1% )/C/ = 5.9253
calculated by Swinney and Henry for the presumable critical isochore p = 1110kgm 3,
attributing then an uncertainty of 0.2 % on the corresponding value yé =0.1195MPaK™!.
Therefore, even today, the largest u/ncertainty in the xenon critical coordinates of Eq. (92)
comes from the determination of y, , which is then dependent of the selected value for the

critical density. In the future, a better estimation of yc needs that the two derivatives (S‘T’)

and |: b (S‘T’) } are determined simultaneously in the vicinity of the critical point in order

to correctly account for the contribution of the relative uncertainty in the p. value.
Xenon Critical Parameters

The selected critical coordinates of xenon are:

T, = 289.733K,
pe = 5.84007 MPa,
pe = 1113kgm= or vj . = 0.19596 nm°, (92)

’

Ye = 0.1197MPaK ™!,
mj = 2.1805 x 1072 kg.
Two remarks can be formulated.

(1) The values of Eq. (92) are in remarkable agreement with the ones defined by Gillis et al
[47] in their analysis of the sound attenuation (in the frequency range 100 < f (Hz) <
7500) by thermoacoustic layers between solid surfaces and xenon at critical density.



Table 1 Characteristics parameters in the case of xenon

(Be)™! 4.0003x10721]

SélFf l(e Mz}ster scale Séﬁgylf(}e MR scale SA Xe Physicgl S%lgﬁ}’ xe MR prefactors
factors factors amplitudes
Ye 4.93846 s 0.0211752 a;r 1.23709 Ur 0.0211752
ac 0.881498 nm £0 29.0245nm~! gt 0.209338 Lé,c 0.444008
Zc 0.28602 Yy 3.%3515 X r+ 0.0578238 X&: 0.21454
Auxiliary
B 1.46762 MS.L 1.56555
af 0.840217
ay 1.11338
+
A 2.13835 Cé,ﬁ 11.424187
g 0.184531 nm

(ii) The values of Eq. (92) are of basic interest using the scaled forms of the equation of
state of xenon [43,59-63,66]. Especially in the linear-model parametric equation of state
[61,63] and the Ho and Lister’s [61] restricted cubic model of the equation of state, the
singular behavior of each fluid is characterized by only two dimensionless numbers (k
and « in standard notations). Now we are able [11] to estimate the xenon parameters k
and a only from our above values of the critical point coordinates. However, we recall
that these parametric models are not quantitatively exact in regards to the Ising-like
universal combinations of the leading amplitudes [67].

Using all the above equations given in this Appendix 1, we can estimate the related values
of the xenon characteristic parameters given in Table 1, noting finally that the Ising-like
preasymptotic domain of xenon corresponds to the temperature range:

T —T, < TLasp = 26mK (93)

Appendix 2: Effective Power Law Analysis

To replace the arbitrary truncated Wegner-like expansion of Eq. (25), a useful simple function
to fit the isothermal compressibility data measured at finite distance to the critical temperature
along the critical isochore of xenon is the pure power law:

K;k',ﬁt = F::ﬁl (AT*)_VMI (94)

with adjustable non-Ising exponent y, f; and effective amplitude r::ﬁt' The values of y, fi

and F:,_ﬁt are then associated to the limited experimental temperature range E%(XD <Atk <

At* < At} of the fit. For example, Giittinger and Cannell have claimed that the correction

to scaling terms are important by demonstrating in Fig. 2 of Ref. [20], that their suscep-
tibility measurements of high relative precision (~ £0.2 %) deviate systematically from
~1.206
Eq. (94) where y, e = 1.206 and T o = 0.6390x7., (Azz:) % = 0.07867,
’ Pec,GC
with p..gc = 1110kg m~ and Pe,gc = 5.84MPa . Looking carefully to their figure, we



note that y,,gc =~ 1.206 corresponds to the slope of the tangent line to the experimental
behavior at the relative temperature distance Ar Go=1206 = 435 x 1073, ie., the local
temperature 7 =~ T, + 1.25 K where the deVlathIl curve shows an extrema (around —4 %).
Hereafter, we have reanalyzed this result considering the isothermal compressibility data cal-
culated from the equation k7. .. = X7, expl( )2 x7.0 (AT}, with p. = 1113kgm ™~ and
Ppe = 5.84007 MPa. Using Eq. (94), we have then fitted the twelve data covering the restricted
temperature range 9.115 x 10™* < At* < 1.95x 1072 (0.26 K < T — T, < 5.65K) defined
by the segment labeled FIT and the pale grey area in Fig. 4. The mean (geometrical) value
(Afﬁkt) = JATH At = 4215 x 1073 of this selected temperature range is close to the
one of the residual extrema observed in Fig. 4. As expected, our fitting result

—1.205879
1:*)

K5 5 = 0.07551466 (A (95)

shows an excellent agreement with the Giittinger and Cannell’s result (the amplitude differ-
ence accounting for the >~ —4 % deviation noted above). We note the significant difference
between the above value I' e.fit = 0.07551466 of the effective amplitude and our previous
calculated value 't = 0.0578238 [see Eq. (85)] of the true asymptotic amplitude. In Fig. 4,

we have reported the residuals % R ( ) =100 (— ) (expressed in %) for all the data,

enlightening the data dispersion at the £1 % level in the blue grey area, which corresponds
to our restricted fitted range (for easy link with our previous figures, the lower and upper
horizontal axes are labeled in a similar manner). Then, our Fig. 4 complements Fig. 2 of
Ref. [20] after a —4 % zero shift in the vertical axis and a magnification of the high relative
precision (~ 0.2 %) of the measurements.

However, it is essential to recall that the true experimental uncertainty of the amplitude
value I', f; = 0.07551466 mainly remains related to the error-bar (~ £1.5 %) on the cal-
ibration of the susceptibility data. To illustrate some other secondary effects, we have also
estimated the residuals for the fits that use Eq. (25) with y = 1.241, A = 0.496, and the
following three sets of parameters

(i) 't =0.0577, alX =1.29, a2X —1.59, and a3 =1.9,1ie., the best fitting parameters

obtained by Giittinger and Cannell with p. gc = 1110kgm™", 3, which corresponds to the
dotted black curve labeled GCy4 in Fig. 4;

2
(i) I+ = 0.0577 (;2) " and same values of af, = 1.29, af}, = —1.59, and af}, = 1.9,

leading to the full red curve labeled 1, which shows the effect of our critical density value;

(iii) the latter parameter set and a shift of 0.5 mK in 7, illustrated by the dotted pink curve
labeled 2, which accounts for the realistic increase of the experimental uncertainty near
T..

The relative differences between curves 1 and 2 increase approaching the critical temperature.
However this difference disappears in our fitted temperature range. The shape and amplitude
differences between curves 1 and GC4 combine the effects due to the respective critical
density values and the shift of 0.5 mKin 7, but without modification of the temperature where
occurs the extrema. Finally, in Fig. 4, the well-defined horizontal coordinate of the extrema
of the deviation curves is the most important consequence of the high relative precision of
the Giittinger and Cannell’s measurements. That demonstrates that the precise value (here
Ve.fit = 1.205879) of the effective exponent can be measured at a well-defined temperature
distance to T, (here >~ T, + 1.26 K).

Now, we can refine the above power law analysis, accounting thus for the theoretical
effective behavior Z; B (ye,th) of Fig. 1. The condition y, ¢ = 1.205879 is obtained at



RY%(x;)

-1 R%(T?...)

Ge FIT TA%.
1l Ll L1l 1 11|||||ll Lo

10° 10
AT

Fig. 4 Residuals R% (x ) (expressed in %) of «j data from the fitting result KT @ =
0.07551466 (A7*)~"2%987 obtained over the limited temperature range illustrated by the segment labeled
FIT (see the pale grey area). The 1% error-bar of the fit corresponds to the grey-blue area (see text).
Segment labeled GC: full experimental temperature range of Ref. [20]. Red (full) circles: experimental
data points obtained from Ref. [20], using p. = 1113kgm™3. Pink (full) curve labeled 1: Eq. (25), with
pe = 1113kgm 3 and a T, shift of 0.5 mK. Pink (dotted) curve labeled 2: Eq. (25), with p. = 1113kgm >
Black (dotted) curve labeled GCy4: Eq. (25) from Ref. [20], with p. gc = 1110kg m—>. Horizontal and
vertical (pink) lines from reference to the local value I‘, eny = 0.074986 at Ar = 4.347 x 10> where

Ye,th = Ye,fit = 1.205879 (see text). Other symbols, marks and labels: see text and previous figures (Color
ﬁgure onlme)
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fye m=1.205879 = 9.159 x 10~ 3 where Z}' Vet = = 0.396926 (see the point T in Fig. 1). Using
then t = 9 At* [Eq. (66) ] w1th ¥ = 0.0211752 defined in §2, we expect to observe
Ye,it = 1.205879 at Ary n=1.205879 = =4.347 x 1073 (i.e., T — T. ~ +1.26K), in excellent
agreement with the experlmental position of the extrema of the deviation curve 1 in Fig. 4.

From [, = [+97 Ve (”)"h Zxrem [see Eq. (30)] where we introduce (Z+) — 0.269571

and I'" = 0.057824 previously defined in § 1, we obtain Fy 0=1.205879 = =0.0747481, i.e.,a
value only ~ 1 % lower than I‘e - However, rewriting then Eq. (31) in the following form

1
-1 Y—Ye,ft
+ 3
(ZX ) % F+ﬁt

e,

r+

Ve fit = (96)

ZX sYe.th



we obtain ¥, 1 = 0.028466, i.e., a value ~ 35 % higher than our asymptotic value ¢ =
0.0211752. Such an important discrepancy needs to complement our understanding of the
role of the experimental uncertainty on ' o fit i EQ. (96).

Indeed, a fitting procedure where the effective exponent and amplitude are free in min-
imizing the mean deviations over a finite temperature range remains incomplete. We must
then introduce the local tangent envelope of the k7 (At*)-curve defined by the equation
KT eny = Tf o (AT*) 770 where T'f, | is such as F+ﬁt # I}, For example, in Fig. 4,
we can observe that the true tangent (pink) line of slope y, fr = 1.205879 has an amplitude
2~ 0.7 % lower than the amplitude Fe 4> thanks to the 0.2 % relative precision of the Giittinger
and Cannell measurements. We obtain l"jenv = 0.074986 (see the point P in Fig. 1). More
generally, from Eq. (96) and a careful analysis of the fit deviations, we can always write
rr. = r::ﬁt (1 + SFe,ﬁl) and then define the value ¥, cpy related to the tangent envelope

e,env
RN
I Y Ve fit ST, &
79e,env = 7}e,ﬁt( Fefnv) >~ Ve fit (1 + A) 97

by the equation
e fit Y — Ve.fit

From the Giittinger and Cannell’s results of Fig. 4 where 6", 5t =~ —0.007 and 9, i =~
0.028466, we obtain ¥, ecny = 0.022556 which is now in better agreement (+6.5 %) with
our asymptotic value ¢ ~~ 0.211752. In Fig. 2a, the effective slope y, i = 1.205879 should

be observed at Aty _ = 4.347 x 1073 (see the vertical dotted pink line), while the

values of ¥z = ecor = 0.022556 [see Eq. (97)] and R% (J¢.cor)y = +6.5% (see Eq.
(102)) are represented by the full blue points in parts (b) and (c) of Fig. 2, respectively. We
note that the condition y, i (f) = Veexpt (AT*) is satisfied for + = 9.08 x 1075, where
Ly = 1747 = 6.77L0S} (or equivalently, for T — T, = 1.26 K, where &expy = 6.770tc),
i.e., a correlation length value within our Ising-like extended asymptotic domain defined by
the condition £y, (1) > 3L ~ 75 (or &Xp‘ > 2.5 — 3, as analyzed in Refs. [32,39]). This
accurate tangent description of the smgular behav10r of the isothermal compressibility of
xenon is one major point of interest of the Giittinger and Cannell’s results to validate the
one-parameter crossover modeling predicted by the massive renormalization scheme beyond
the Ising-like preasymptotic domain.

Since the Giittinger and Cannell’s results of highly relative precision (~0.2 %) have illus-
trated the significant role of the exponent difference y — y,, we can also estimate the related
temperature effect of the uncertainty on the asymptotic value of ¥ (as calculated in § 1). We
thus consider an effective fitting procedure which provides the values of y,, '), and AT},
where it is assumed that Fj‘ is affected by a relative error-value I, such as

e = T (14 6T) (98)

e,exac

In Eq. (98), T') . ac. i de facto the calculated value ("),
when ¢ is defined such that

e,exact —

+ p—
FVe,th=1.205879 = 0.0747481)

1
-1 V=ve
(z:)
X e,exact
V=1 + o ©9)

In Eq. (99), the value of Z,9, I'", ye.n = e, and Z , (Ve,in) are known with zero uncer-
tainty (from the mean crossover function g, (¢) given in [9]). Using then Eq. (94) and (99),
we obtain
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For each value y, = y, m estimated at Ar}fe = tyj;‘h with 9 = 0.0211752, we can easily

calculate the isocline ¥ sr, (AT*) at constant (small) value of 8T, using the following
approximation

ST
Be.sr, (AT*) = 0 [1 - ey ] (101)
- Ve

The corresponding isocline of the residuals is thus

9 5T
r%(De.sr,) = 100 (i - 1) - e (102)
¥ Y — Ve

Two pairs of symmetrical isoclines of Eq. (102) are illustrated in Fig. 2c for 6T, = £0.2 %
(the relative precision of Giittinger and Cannell’s data) and 6I', = £0.02 %, respectively,

o . . . zr\ A
thus evidencing the experimental challenge to validate the equation ¢ = Y, (ﬁ) at the
X

%-level when At* < 1073, The needs for a “critical” increase of the experimental precision
when At* decreases is now well quantified by Egs. (98) and (102). These equations are
essential when the objective is to test the asymptotic validity of the linearized Eq. (76) in
presence of small but finite confluent corrections to scaling.
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