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Structure, Thermodynamics, and Dynamical Properties of

Supercooled Liquids

Shaw KAMBAYASHT
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Tokai-mura, Naka-gun, Ibaraki-ken
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The equilibrium properties of supercooled liquids with repulsive
soft-sphere optentials, u(r) =¢( o/ r¥*, have been obtained by solving the
integral equation of the theory of liquids and by performing constant-
temperature molecular dynamics (MD) simulations.

Analytical or numerical solutions of the integral equation usually
must be accompanied by some approximations, without which the equation
ig impossible to solve. First, a thermodynamically consistent approxi-
mation, proposed recently by Rogers and Yound {(RY), has been examined
for the supercooled soft-sphere fluids. The thermodynamic properties
predicted by the RY integral equation agree well with the results of
computer simulation. Taking into consideration of the effect of an
attractive potential of the Kac form, respective entropy curves under
zero pressure condition for supercooled liquid and crystalline solid
states have been calculated. It is found that these curves show a clear
cross point which indicates the stability limit of the highly supercooled
liquids. The pair distribution function (PDF) obtained by the RY equa-
tion, however, does not reproduce a correct behavior at both intermediate-
and long-range distances. Then, a mnew approximation for the integral

equation, called MHNCS approximation, is proposed. The bridge function

The contents of this report are based on those of the doctoral
thesis §. Kambayashi, Structure, thermoynamics, and dynamical properties
of supercooled liquids (Kanazawa University, 1992)
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of the MHNCS is approximated by an appropriate interpolation of the
bridge function of the Percus-~Yevick hard-sphere model and the leading
term of the elementary diagrams. The solution of the MHNCS integral
equation for highly supercooled liquid states agrees well with the
results of computer simulations for both thermodynamic and structural
properties: The PDF obtained by the MHNCS equation shows a clear splitt-
ing of its second peak in compatible with the results of the computer
simulatiens.

The MHNCS integral equation has also been applied for binary soft-
sphere mixtures. For the mixture of 4th inverse petential with core-size
ratio of a value of 1.2, the concentration-concentration structure factor
S.. (k) obtained show a remarkable tendency toward the phase separation
near the freezing temperature, which is in a good agreement with the
experiments on inter alkali-metallic alloys. For the potential with n=z
6, the mixtures are stable near freezing (even in a highly supercooled
regime), which are typical to alloys of rare-gas families.

Dynamical properties of soft-sphere fluids have been investigated
by MD simulations. The reduced diffusion constant is found to be
insensitive to the chpoice of the softness of the potential. On the other
hand, the spectrum of the velocity autocorrelation function shows a
pronounced dependence on the softness of the potential. The dynamic
structure factor for n=4n6 shows a clear side peak, which is remarkable
contrast to the results for n=9412. These significant dynamical pro-
perties dependent on the softness parameter (n) are consistent to
dynamical behavior observed in liquid alkali metals and liquefied inert
gases. The self-part of the density-density autocorrelation function
obtained shows a clear nonexpomnential decay in intermediate time, as the
liquid-glass transition is approached. The time dependence of the
correlation function can be fitted by a stretched exponential function
of the type, exp[-(¢/t.)* ], where the exponent takes the value of 0.5 in

the vicinity of liquid-glass transition.

Keywords: Supercooled Liquid, Glass Transition, Pair Distrubution
Function, Integral Equation, Molecular Dynamics Method,

Computer Simulation
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5. SO, BAEETALHET VY VEBREOREN LR EOKE T,

IY, E2ETE, 2HESAMBLRSIBEAOEREY T L0, ERER I3 T SE
BB o T, EECHARES L CBEARGIKST Y 7 FREF VO 24E5HMH
Brke, av¥a—%y3al—YaroRehETS. H3ETE, BAERETLVS
IUVI7FREFVOBHHBEHICOWT, 2EFHBER AR BDFHE CEEEL
PoOBTHFERXPLERD, avPa—9rIalb—rarilloTEBoRrF T ZREOK
BEWBTE, &6, FIORT v 7 VORI ARL LI Y, BRHEAEO T
YrRE-%FEL, FOREFHEFH I EABGOBERLEETE. CoBR, o, AH
BAEPRECHEFETEAREICTEMXS 2 L 2R+, S48, BXHMEEAOMHEICEE
L, MANCS il e &t 2 H LWAMEEZRET S, CoRfillo T h 240N
B, BEOBSHRBIBVWTE2Y-2008ERL, 2V Pa-Fial—¥s3
Yoo 2 EGSAERCAShIFREIBRD TLCHBHET S, £ 5¥E iz, MHNCS
ABOBSFREALE-T, 2RV FREFVOEE L YR RS, BREEK T2
NFOERERE2ERF Y7 VORARSO “BE" OZESHESS T2 EEHICKE
REE R TIEERT. E6E TR, MDEFHBvwAavyEa—-¥23ab-Yard
b, BEMEEICETAY 7 PREFVOBIMME SR, MAEREEY X LRET VH Y
EROEBRKREERETL, FHRNTFHEM :BFHELBTAy -V L -BOHKEICET
ZPMBREIL, BRIy R 28 plEFLEZVWEEREFRO 6N, €6, 7R
ERSLHOBECHBO LI T2RD, +oRABHNBLIUUENOBROBERIZOVTE
wmTA. FLT, 8787, DlofRrosBeohrzERistoREri<s. 72, &
NHOHBIKLRA- -2 y¥a— ¢ #FHLAAREHEFFIRTH D, T¢I BAER
BoRZRAFEBIUVHERMOFEERE I LD,
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2. 2@AHEHEBRLAEN

PRI B A HGOMER, SABECLoTRREhE, TR T 2
iz, REFBRL2 CORDEBEOFECEELFWERLT. CORTE, HALFECE
AEE,CIHEBE L EEL, NBERGES AT I A e o T2HTRARERAT S,
S5z, 2GGHBEORDFD 1 2 THERAHEAFELODVWTI LD S,

2.1 HHEABOESE

$ﬁﬁ%mﬁH%%§®ﬂEu,l?kﬂﬁ—&ED%%&%Q%%wf,%wﬁgﬂﬁ
Bt AR MEETONBEE L ERHROMY) o¥YHEL LTS AN, SHHOLD
OHELAERE L TRROAERT N HronstiReZE L, (FEONTFOMEBREL
EHEY ThTh e & p, TRY. 21, coROEHEMEOEEL, ¥ ={r,...,Tn}

N=ip,...,pyt Lo TRETD. DIUEE A LMETANEEE orV,pV) &
THiE, Ao, pY) 0KAFH

A= (a(rV, f f P N pN )i dp (2.1)
KroTkOLNS, 2T, fSVN pN) BPHBEREETH Y,
[ [58a o artapt =1, (2.2)

o THELS AT WD, FHRERER, EF2BRSTIRNENERO LY X
wohid, ERONINFZT Y

Hu(rY.p )——le,|2+VN(r”) (2.3)
i=1
OHDEETHD. COT, mBENFOEETHY, V() BEER2$oF Ty 7ML
ANF—TDH3E.
5T, & (21) CEAAHYE o 2T RTONToMBER L ERRCEFT25E, <
DEER BN BEOSERDFEAERIBEZb O LS. LrLiAs, NAFHOES
oDl LTHYE S ons0TohanE, fVEN oY) iefafE#ratI el
2B, Lird, R KLoTNINI=T yaE2ohsRY, EBEICHT 2 PHHE
¢RIy eaTasin, [N pY) omOBREIM TS ARERIETSH 3. 7
2B 0= alry,...,re) THXONAHE, WEE A 2RO D0 FHRER,

A=]/a(‘r1, rn)f(N)( N oMydr¥dp¥
= / / 5(r1—14) -+ 8(ra = ri)a(rl, .., ) N, pMydr N apNary - - - dr,
='[---/<45(1~1 ) B(ra = T ))alrh, . )T < (2.4)
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DEIHICBEWIOGNS, LI oT, &K (24) CHRDEEHE 6(ry — 1)) - 6(rq — 7))
AT O POFETES S ENT AL, WEBEOHEN N-BE0LERT» 5 In-BEo4E
BOCBLTTEL, COFNVIHEEOERHEINFORFALBRELTWEOT, N7 X
VOWEFIOEBERLTEOND nl THE (1, 3, 4]

(n), 1 r.r)_ N!

PN (rla'-'s nt — '(Ar—){é(rl 6(7‘71_7‘ )} (25)

OFHFEBOBEEOHECEANTSS. (... ra)dri - dr, i, EEOR%LD nfE
DEFHETNFNEEE r;, O/ MEBEE dr; CRWHFENRIERTHLS, T2, -l
FEE OBRBIELE T,

N
f (P, r0)drL - dr = (2.6)

EoTHEZLNS.
RI, -l FHECECHBRLZDEREL LT noaAE+EATS (1, 3, 4. nfh
ﬁ'ﬂ‘]ﬁﬁﬁﬁg(")(rl,...,rn) i

-1
dWir, ... rn)—(pr” ) A1, ), (2.7)

Ll TEHENL, COBRERTTH), nBoRFHFLE0L ) 2HELF-TEEL
TVwENLEETIOLFHFEFEERNTCHD, BEOLIII—K - EHFX2EFERTE, 1250
NFxrRVFIRERIEmcEFEY T,

Wy = Y _
R =5 =0, (2.8)
FRATDE., ST, VBBERFEDTVEEETH), p I FHBEETHL. LFo
T, —RL2BBGOBE,
(n) _ —n (n) 2.9
N (rla"'srn)_p PN (Tia"'arn)a ()

ThHE, BEOCHEOBRRTH, nEoAHABOTTn=20RF, 725 2&7HHEE
PRO2OCEBHAPLFLHEETDH .

(1) 265HARKE XRPPUTROBEAER» SHETETSH L.

(2) RFHMHEEER2 286 N0BREHLETRRALALBS, REFBA R C0RELHNE
B, 2HBOFHEELZEBRF 7 v bitETA PR THS.

— LR 2 S HBBREN TFHERE rio=ro—r| 0A0BEETH ), MEZ gy(r) &
FEhhs,

A/ mANERES IV A A NMERICBY A T BEOREAY I LD (1,3, 4]
NFBEN, SRV, RBET CL-THBST SR/ =4 VEROFHERTBE R,

Ny n oy B exp[—FHN (7Y, p")]
fO (1' P )_ N' QN(I/,T) )

(3~ = kgT}, (2.10)
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LEERhS. kg BIU h i, Th¥h, FVy e rERET IV IEHTHL. T,
NV, T) i ZEMETH Y,

~3IN
on,1) = T [ [ expl-rn(eY " lar ¥ ap = AN, ZvVT),  (2.11)
KIoTHrbN5, 2CT, A=h(2rmksT) /2 it de Broglie ®BETH Y, Zy(V,T) i
Zn(v,T) = [expl-pV i 2.12)

CEEXNIEBIEMETHS. X (25 K, R (210) #*RATEI LR L2TH /=7
MERICBWY S nRiFRED,

n N! 1

p(N)('rl,...,Tn) = (N n)‘ZN(V T)
LEXESNDL I ENDDE. —F, FIVEA A VERE, —E0ofR YV, BET,
%LTﬁ%fT//?WukloT%ﬁOUBH.2¢ﬁﬁmﬁkﬁT%ﬁﬁﬁﬁﬁﬁﬁﬁ
LB DIBOTEETHL. Vo5 vFn /A VERICET 2 PHHRER, A/ = NR
HoFEHE AN) LT

exp[-—ﬁVN(rN,pN)]dr(N““) , (2.13)

1

PIN) =z N,ZN(V T), (2.14)
EBEAMITE LK, HFHEOWT
= (A(N)) = 3 A(N)P(N), (2.15)
N=0

nEFHELZLOTHE. T IT, z=Aexp[fu] WEEETHY, E(V,T) &7 7 vF
A/ =AVEROZERRK

[l]

Z —ZN(V T) (2.16)
f&&.Ltﬁof,yaykﬁ/_wmﬁﬁmwh%mﬁu

Ay, )= o (r,. . ) P(N)

N=n
1 & Nyl gmntl N
EV,T) A; v —n)l f exp[=BVa(rM)dr™tL. . dr™ | (2.17)
T5 i b0, n-EoAEEER (2.7) LRk
, ) B
g(n)(rla'-'srn) = (H p(l}(rl)) p(ﬂ)(rla'--arn) 3 (218)
ga=]
cREENS, 75, K (26) THLSAL R TFHEORMILEFE,
. _ N!
/P( )(rl,...,rn)dﬁ---drn = <m> , (2.19)
Ehh. 2B, BRAO¥HER
N—ooo, Vooo,ff= (# /2 =75 VEF) (2.20)
(Ny—o0,Vooo,M=p (F5vFa/=nNEH) " '

ity gO(rreesyrn) £ g (rr, . r) EREALERES 20T, 4RBAOBEAD
RO, ¢y, ) B gy, ) EECSEET R,

-7 =
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2.2 242 HEBREBIFEEREORRK

CCTR, REKORF Vs NIANF—R2EET 7 M ulr) DERESDYE

E:Mm), (2.21)
1#3

TERRBLIEE, 3200FELCRNER, Thbb, ABIANY- U, REBHEKX P3/p,
EREHE vy P 2BAFEBCLoTEDL I LRHEEh L DB (L, 3]
RBIERILF— NEOKTHIL226R0REIANF—E, NIV =27 YOHEH
Sy
U= <HN(TN1PN)) ’ (222)
ctoTEHENE, ToFHENIRN23) BLU2.2]) 2ATHLE,

U“—Z 2!'*' Z (ris

t%y
3
= NksT+ 3 [ [utria)rs, ro)dradrs (2.23)

RHEBeBL, 361, HRBREOBSI24E5HEAR o(r) TRV T,

3 1
U=§N@T+§f//£@wmﬁ&hmmﬁwg

= SNEsT+ 5V [ulr)g(r)dr

= gNkBT + %Np/u(r)g(r)dr . (2.24)

rEEIEINA, CORE, TEANVF-HFEALLFEIRE, ARIIVF-EFREEZETH
Z0T, BNHFHERCHLFAHETEL L3, FREELELT, 1ETFH-IoRBI AL
F—y=U/N v BvshrEflteds. 362, ERECHETH,

fu=>+ %ﬁp [utrgtryar, (2.25)

HHBEBRTLORALAVE I EHE,
REFER: REHEN L viral HEOEHTFY

N
-}—3—5—=1;£<er-vfw(r”)> , (2.26)

CloTE#EINDE, COEHENIE, ABLALVF-0BS LML, 2RFEEIH-T,

ﬁ N
=1- Wg((rz - "'J) VUU(T‘,J))
-7 E%//ledz;(m) P (r1, 7o) dr1drs (2.27)
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rExFEshA. S6i, —HrHbT 2GS AEREECT

Pg Bp? ] du(ri2) (2)
=12 — drid
0 SN] 712 driz N (r1,72)dridre

=1

2y dulr
_%} Tg)ﬂﬂﬁ

=1- %ﬁp/rd’l;gr) g(r)dr , (2.28)

FEXERRD., Zofid, vidd FERREFERS.
=BT HER ZSEEREIRTHEOWL EILL-T,

pxr _ (N - (N)? 9,99
Fo M (229
regans, £ (219) THER oD SHFEEORELEFSD,
/ ,[ [P (r1,72) = pP(r1)p P (ro)]dridra = (N?) — (N} — (N ), (2.30)
thad. CoBFERER (2.29) WRATHIZ,
AL =1+ (-]% [ [16®1,m0) = o2 r)pPrldrdra (2.31)

BELRS, T/, 2ETHERYED &,
1
%?=“7m*//w%mm%ﬂwww
=1+p/w@qur, (2.32)

rExEshL, CofE, ERESELLFEINS.

mr,2¢ﬁﬁwﬁmng,W%l$w¥—,ﬁﬁﬁﬂﬁ,%ﬁﬁﬁ$ﬁ,%ﬁuiﬁ
cExBIEERLA. SOT, TANE—HERK (2.24) B LU virial FERK (2.28) i, K
FEREERE2BETF vy s VoBEREHOE TRBERIES (X (2.21)) ©A&H NI
CrEEELAHREZESR, b L, RFEMEIERC gty Y7 b ut (e, 1)
ﬁ%in%&aﬂ,:wzo@ﬁﬁﬁumﬁﬁﬁ%&%ﬁﬁﬁﬁﬁkaa.mﬁ.Eﬁﬁﬁ
ﬁﬂ@ﬁﬁﬂ,ﬂ%ﬁﬁﬁﬁmEﬂﬁ%%ifW&Wﬁﬁ&iﬁTbé.it,l%»¥—
FER, virial FER, L TEREABRIEFENEERIOHRTH- T, 2HIAMN
ﬁ&aw;ﬁm%ﬁfa#amaﬁ%ﬁ%ofwa.MT,2¢ﬁﬁ@ﬁwﬁﬁﬁ&w§%
w#D.

0.3 SREEMEAI & B 2 S HREEOER

$ﬁﬁﬁt&5—ﬁ&ﬁ¢¢oé%ﬁ%tﬂﬂ%ﬁmé&at,%@ﬁ%@%ﬁ%ﬁﬁ%
wTéttﬁm,M®ﬁ%m%Eﬁﬁ$ﬁﬁT5.it,@aﬁ?wﬁﬁﬁﬁﬁ%ﬁ?nd,
FORTFIADE L& L EREC, toRToBESA BT S, hid, BETHR
&Lrw%ﬁ%wﬁuﬁiﬁ%ﬁ@wrw&#btﬁ&6&w.%L,ﬁ%uwméﬁaﬂ
ﬁ#ﬁbf¢éwﬁwvénu,%Eﬁﬁwyﬁ%“#%ﬁ%”wZﬁ%%ﬁ@Zﬁ%ﬁmﬁ

_97
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REoTHRTIEHNTRZGTTHE, ITH, NUBHEEIFELL - THANDLRFTN%
HEOELCHTIRGBOFEIGOLELRIAL, TORKRIrL, 2ETEHEEL 2450
MMOABERT K L HRE, ERHENER, £LC, 240WNEELERHEREO BE
% #& T Ornstein-Zernike BN L H & B4 [1, 4.

I, REEES I >WTHBECIEH LS. S8 fzo) Tl T, REEK F[f] 2

F= f K(z)f(z)dz , (2.33)
c51 3. co, Flf] oRMESSE fz) oBb FEb LT,
5F
7 = K(z), (2.34)
Lo TEREINS., BLEaE LT,
- f §(z — ') f(z)dz , (2.35)
6f(z') _ o
Ko TFAMFEENEI NG, 7, IHEMSOTEEREZ,
§F 8F bg(z")

7@ - e (2:57)

Lo TEEEINLS.
FERTF N ErOLIUREEFR, FRTICENG ¢(r) FEEALTRE LTS, 23
N, $RLFOREF VT MNIRIVF—%,

N N
VN(l,---,N)=Z¢(@:)+ZU(?:,j), (238)
=1 =1

ItlkoTHELE, ST, TEEBEr, 2B TERELL, COEE, FISUFH /AN
#HAOSERE G,

oo 1 N N
e=S = /.. “(0y T ei,5)d1l---dN | (2.39)
E%Nh[ j!lzz££“3
THad, T, et 1) BLT 2(1) i1,
e(i, j) = exp[—pu(1,7)] , (2.40)
2"(i) = zexp[—¢(1)] , (2.41)
LtoTHzONAE, 8T,
5 N N N N N
) [[z6) =Y 6G.1)][6)=21)"D6(,1) [["(), (2.42)
=l j=1 i#5 J=1 i=1

PO LoD T, FEEEE 0 2X(Y) BT 2 AEEESR,

0E -
62(1’)_ (1) Zle Z‘SUl /HZ Hezg)dl

i<
=2z*(1)'EN(6(1,1'))
=z*(1)"15p0(1" (2.43)
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wiﬁﬂ,lﬁ%%ﬁtﬁ%bfwé.C@&i&iﬂﬁ?%m%&ﬁﬁ%ﬁUﬂﬁﬂ;m
HFHEONBEMSI & 2KHA
6':‘

7 (1 ) () 6z*(1)---6z*(n)’ (2.44)

A, ... n)=

H]lhﬂ

PELRE, _

£ (244) ko T, VRTEE N1 &, BF 1 eAhs R s S oSRBER
-@F%F%%Té b ot Kiz, pUQ) 2, BuidRTREL oADK L
Tror3initartEr . M) o 2#2) CRT 2 NEERTE, X (2.36) 85
F(2.44) ¥ T,

sp0(1) o ° [fu)éz]

“Omy V@ | F 0
EMmeg)aa _fﬂywm 6= 62 zwqg@) 622
g 62*(1) 22 fz*(1) 62%(2) E §z+(1)62*(2)
= o D(1)6(1,2) + 5P (1,2) = oD (1)pV(2)
= (1)8(1,2) + pV(1)pH(2) (9(1,2) ~ 1) , (2.45)

DrycEaionsd, LT, TRFEE V) 027 (2) Wi T 205, &S
HELEWEZD2RNTIEE (awvid 240 HMEE) cHESTLRE.

3T, ﬁﬁwﬁﬁ%%ﬁT%mﬁ,ﬂ%wﬁmuﬁ?ém%ib%,%ﬁﬁﬁ@%ﬁuﬁ
TIREERAVIAFEFTHS, i, % (2.37) THASNANHEMFTORBERE
HutEHshs, t0BrEELREE Ry 0N, B c(1,2) TH A (1,3, 4]

c(1,2) i,
1 8z*(1)

D = D
o TEHESNS., X (246) BLU (246) #5
=) (2 [ 80 5590)
=002 =50 ) e o

= [ (oo - e1.9) (p956,2) + @ 2032 - 1) &

=5(1,2) + p(2) [9(1,2) ~1-e(1,2) - [ e, HAVE)60,2) - 1)«:3] (2.47)

5(1 2) —¢(1,2), (2.46)

6(1,2) =

L, BRI, 2ESEHER o(1,2) LEBHAKER o(1,2) OHE&AX
9(1,2) - 1—¢(1,2) = / o(1,3)p™M(3)(9(3,2) — 1)d3 (2.48)

2B N L, T R?t Ornstein-Zernike AR LT N 2 ER 2N TH 2. Ornstein-Zernike
BELE, g(1,2) oW THERMICE S EPTE, g(1,2) &,

¢(1,2)=1+¢(1,2)
+/dmekwﬂaw3

+//dLﬂdW&d&®dW®d$m%M
4o (2.49)
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L AEEHEMEO{ROBITISLIONE. R (249) OLEE 1 HRN FRHEEEROFHF
ELZWEES (V) =0) #ERL, $£2HEN T (1,2) HOEEN2HERERL, €L
THEIEIETF 1L 2 UNORFR Lo TELEMBHZHEERL TV S,

—#E . Z=H M 4% 0 Ornstein-Zernike BRI T,

o(r) = 1= clr) = p [ ellr =/ otr") = Dér’, (2.50)
rEXFShD, BRoGEHHELERELT, R (2.50) oWAE r KOV THITAE,
f(g(r) —1)dr - /c(r)dr :p//(g(r') — De(jr — '))dr'dr

= [/(g(r) - l)dr] [p/c(r)d'-"] ; (2.51)

PELND, CORRTESEHFER (2.32) KAATIE,
-1
%?:[1—p/cgmﬂ , (2.52)

dclr) ¥ Mo FEMEHFEASFHELSD.

2.4 FATT 5 LCED 2 HERDER

Ornstein-Zernike B (2.50) i, »ANFHAT ¥ ¥ 7 VLT, RHORHEE 9(1,2)
Yo(l,2) DBBRESABLDLARTIENTES, LtHoT, g(1,2) & o1,2) 2B
S+ 2o BENI b H L, Ornstein-Zernike AKX EHHE T g(1,2) & (1,2) KEL
THUAFRRX: 022N TER. UT, FA7F 7258 o EELL, COEVSH
BArEEHEAIIELERED (L 3,5, 6.

$T, AT/ FAROVTHRBREE E0 5, BT DUERECET 5HH 1) L

Fxb (4, 5) O BEEICET MK f(,7) ¥ ECHT
I(1,2) = [ / (L 21y (8)v(4) F(1,3) F(3, 4) F (4, 2)d3d4 , (2.53)

i, ¥A4T77 50880 T

I(1,2) =(1)—?—?—?, (2.54)

PEEREND. AT LRENREE (0 $LUe) i 4(5) ERL, © 2EE (root
point: G S VWE) LEU, o 30 (field point: AL ha) EFRE, T4, H
EEAERE (KFUFERE) i fG,7) KMETE. X (254) CHELONET AT 57 A
i, BOERIIHLTINAVOFIREIZIT-TH, FOERLDLEZ Y, £2T, ZEBEO
IWHIERZ LI, ¢ X TEFANEFRYNE LI ATIS48%

G=$hﬁ®0KﬁL15NwﬁH%LT%Bm
o, BAMEHIIEHNENEYATTS A0}, (2.55)

EEETE. SIT, iR GREIRL e M THE. KX (254) oBITE,

peeo-zioteoroteg.  ew



JAERI-M 92—181

L. Table 21 i, FATZTAOFEET AT Y I ACEEHLE (EAEHD
H) 3.
zﬁﬁﬁwﬁgug)tﬁﬁﬁ%%ﬁcuﬁ)m,ﬁ&Amt(zm)uﬁLtﬁb,1ﬁ
rEE /(1) LWFESToRTwE, 3T, QD) KHTEIAT7 7 AORRERD S,
Kmam?%ian%77VFw/:w»%m®ﬁmmﬁﬁ,y{?ﬁ?A&ﬁor,

S=1+{ 1ol LoBoN () pofERehTSEY, TRTO
B EOEN e(i,]) Y F Lo TRHIIRTWET AT Y5 A0}

—1+0+H+A m (2.57)

rEEEIND, 2BEF YT MOELY T VET €,)) B oo KBWT e(i,j) — 1
prEAEVET 0T, & (257) «HBha NEROS 477353 00VY) buy, £
BOI YW I RETH S, £2T, Mayer @ f-FE

f(?'aj) = 6(7':.7) -1, (258)

%HWAT 2. Mayer © f-B%UE, rj 2 oo KKBWT f(i,5)»0&nb, Ladb, Bk
@ﬁwﬁ?yvvwmowfﬁ,ﬁ%#uﬁ%f&.ﬁmﬁﬂu,ﬂyﬂ%ﬁor
E=1+{lomtm%oﬁz%ﬂ#6%&énfﬁn,%n%nw%mﬁmﬁ

HEEL 120 f4,]) RYFELoTHERTWEY 47X 5 LD },(2.59)

LEEBRBRD. R (259) ik, R (257 KERLRWHES A7 77 A8GINTNS,

chon, FESATTZ LR, Fi')0):‘@%5’4’79’"’)A@%ﬁ#%%%ﬂ%‘?‘&fo)yff‘f

TIhTHD, LIHF2T,
mE={ 120 LOHOR 2"(E) & f4,5) F¥F b
MRENTWLERY 4TS5 AOM}

— e+ ® .+J&+ 5+m., (2.60)
FRonb,

&K,ﬁ&ﬁ@#ﬁlﬁ%%&me)KﬁT%Y47f§A®§E%*b%.AWU
B, R(244) KE->TEZ0 (1) KETA2NBEEMS e LTHFABRD, VAT 7 LB
i 2 R R E S D BRI, :

686G

776 ={GREINIHED LI 2OFEOR y(1) &, 1 TINMLLE

ﬁlﬁ%ﬁiﬁ%&xf%%h&?«f@y4Tf7A®ﬂ}

v&a.%:v,ﬂWn@§47rﬁAu;&iﬁm

(1) = Lot )i = W

—leﬁ{l??NWéﬂtﬁl®%ﬁ,IOBL®%®§zWL
FLT f(i,j) KV K bbby 4775 L0 )], (2.61)

Lid, R (261) CHEALRLERETATY I hid, EXSIVREORPEFERI LT
VABEY AT ARGATVE, 0L, £A 1 PEEITHE IO, EX 1Y
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BMEHETREWS AT I LORTEATES, LetsT, EQFAT7/ 7 4FE R n= i
Lo THiBEb L7z & & LAIC,

mpM WD) =lhz*)+ {1 IV shfil 0N, 12ME0HEDX 2*(1),
LT f(z,j) RUFPORBERT AT TLD) LIELN
BEATRVT AT I LM}, (2.62)

RARENEBLNE, & (2.62) 03, BOFRPFERERE Lo TWEFATS FAPRINT
WwWa, H (261 DFATIIACR, BEAPEERLZoTwELORFFEINTWVLDT,
R (262) KETHABMI AT S a0EoX 2*6) % pVE) TEEHLE £, R (2.62)
KEINTWIEES AT aER2NS, 250,

D) =lnz 1)+ {1 TTANERAE L1 OEE, 1 olEoBoE pV3),
FLT f(i,7) EVFPoRAEKT AT IS LD}

e RS o

RAEEAEORD, ABFEALTYE Y (Thbb 2*=2) B4, =% (2.63) ki 2

OEERRBROXRBATE 2 5.
3 (2.63) 2 &, EEMHBEK (1,2 BLUT2HESMAER g(1,2) 0577 7 6%
BeRoaIedtasd. 27, X (2.63) t EEMHEBEBOEEN (246) KAATEI LK

b, X0 e(1,2) OF AT 7 AEKEFRONRD .

§[ln pD(1) — In 2" (1)]
6p1)(2)
={1E2TIRNVENRMLIO2o0EN, B0 pW31), LT

fﬁ]*/F#B&5§%ﬁ®&w&%¥47ﬁ7hwﬂ}

BR LR SRR
+§+g+%+m : (2.64)

CIT, 10o0EALPEI2VERNS AT S AERES EESEHAEELT) v 8
7, ROMEY pVQ) KHET ARSI Lo TELSRWEERFIHLA, 8T, R
(2.64) DF AT LAOHRITIE, EH1E22EATVS f(LY) FYyFERIEKECE, &
EEHOFATZ 92 b00EENTVE, COBERSRERNI AL 2RELZTX
TONAFBLR I 26%wE, T4%bL, Table 21 KRLAHRATH S, FRH DS
AT, f(1L,2) Biododknt, SIS AT I A, §¢¥4777A LT
f(1,2) #¥Fofft LTEBETE2, o b,

¢(1,2)=

c(1,2)= f(1,2) + f(1,2)7(1,2) + (f(1,2) + 1) B(L,2)
+(Ff(1,2)+ D{v(1,2) & B(1,2) o> LN BZF AT 75 L0 } (2.65)
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oo, 4(1,2) B&U B(1,2) &,
4(1,2)={1 £ 2 TFRMERLME 1O 200EE, B0 pV3),

FLT f(i,]) RYFDo23BRATATIILOMY, (2.66)
Buﬂp41t2T5&Wéhtﬁ1®20®£ﬁ,%wﬁﬂ”m,
ZLT f4,]) Ry FErLRBHERS AT 7 L0M], (2.67)

Tl oTEEER, B2 B(L,2) BTV y VHEEFRINE, o(1,2)=f(1,2)+1THBC
LICEBLT, A (2.65) 2 HIHRAB L, _

7(1,2) +¢(1,2) + 1 = e(1,2) exp[+(1,2) + B(1,2)], (2.68)
ﬁﬁana.ﬁmﬁmozmm,ommmamﬂm@%ﬁQAQ%ﬁof,2&%%%&
ﬂLmt%ﬁdn5:tﬁvga.Ommmzammﬁ%ﬁmy47fﬁAﬁﬁm,

gﬂﬂ%&:{ltZfﬁNWéﬂtﬁ1®20®§ﬁﬁ%ﬁﬁT%U,%ﬁﬁpmﬁL
FLTcli,j) Ry F o b HROERES 4777 50 }
=?£?+?_C._C?+?__C°_._?C Cyy -, (2.69)

Té%.dLmKﬁiné¥477?A#%%¥477?AT$%Ct#%.ﬂ&ﬁ@%ﬁ
@m)m%zﬁu%mﬁlLrﬁenaydTyaAu,ﬁ§YJ?fﬁbmﬂfbb.o

b,

g(1,2) - 1-¢{1,2) =v(1,2), (2.70)
£ (2.68) & (2.70) » 5, WA
9(1,2) = e(1,2) exp[g(t,2) =1 —¢(1,2) + B(1,2)], (2.71)

&%ﬂL%Kﬁ?%%ﬁﬁ%%ﬂ%.C@ﬁu,?U—V¥(wmm}ﬁ%Ktﬁﬁh&
i@ﬁnuﬁiﬂTwéBﬂjﬂiﬂLmﬁvFTﬁﬁﬂTm6§¢ﬁ57mﬂ?é%
H, IORYFE 9(1,2) -1 RUYFICEEHRIT,
Buﬂpq1t2f§&Wéntﬁlwzo@§ﬁ.%oﬁﬁ”m,-
ELT gli,j)— 1KY FpoubEET AT 7 L0}, (2.72)
ELTIve EREBRTHE [6. 0F0, K (271) K, e(1,2) PEFERVT, 9(1,2)

BIU (1,2 FHTRASALLOTHE, Lidt>T, REHIE, —&K FANERD
Ornstein-Zernike g & 7 0— ¥ ¥ BBRA T HIL S €74 9(1,2) & e(1,2) KT 2 HEX

{9(1,2) ~1—¢(1,2) = p [ (1,3)(9(3,2) — 1)d3 (273)
9(1,2) = e(1,2) explg(1,2) — 1 —e(1,2) + B(1,2)] '

B DLt oT, MO 2BAHERE RO LA TES. TOBYHERE, s U—
3y BHER % Ornstein-Zernike BHERIRATE LBMOFEALELLZ0T, BE, B 9E
AHEBRT LIRS, £/, h(1,2) =¢(1,2) -1 TEHI L 2HHARBREEAL

h(1,2) —c(1,2) = p [ c(1,3)A(3,2)d3 N
9(1,2) = e(1,2) exp[h(1,2) — ¢(1,2) + B(1,2)] '

HARASFBRROFEES I(EbRE. Thid, rz— oo KBWT g(1,2) =1 250K
MUT, rig—o00 KBWT AL2) = 0THH, h(1,2) DFFRYBrHEPLTHS.
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FOEEoWTE D, BENNLES D 2 hFHRKSRDENER OV THTFED
2y 3ab—a v bBoNMERNI MBS REREOERETI.

hypernetted-chain ¥ifl& Percus-Yevick iTiid

hypernetted-chain (HNC) 3&4L [7] & Percus-Yevick (PY) &L [8] i, ¥ 113 1960 %
WREREShZL0THY, E{HonTwa. HNCEML PY Eflo7 Y v VHEE,
FhEh,

Byne(r} =0, (2.75)
Bpy(r)=—7(r) +In[t +7(7)], (2.76)

CtoTHiohE, Cho07Y) y VHMEEFHSHER Q1) cRATEZ EREoTH
FllicEs RS FRANELR, 2HEKF Y7 hul) 2AGARIE, FFA KR
L-BUEMEIC L T, £EBTD glr) PFHETE 2. _ _

ﬁg&lsxvzzm,HNCﬁﬂtPYﬁM#&%ﬁLtV7bﬁﬁ¢®2¢%ﬁﬁﬁ
LOFEAEY Iab—s YOBREEEDIRLA, Fig 2.1 i, WRMKTRELEA
PROEEREETH Y, WThOEHLHFEIFEVIaLb-va YORRLOOTRE
BV, —F, Fig. 2.1 REEAEHFOTE - MERRTSH ), HNC 8l PY Zfiony
NLGFENELIalL—-vavoREPLOTHAFEECLZ 2T, ZOThOBEAE
$rwak, HNCERTHE g(r) B 1 E— 2 o BARERELMA (r=0) KFRTEY, &
V=7 OFIEINS W, M5, PY BETRE L E— 27 0@ HM (r =00) KTHRT
By, BY—sOEEPAE ., 7, Bohig(r) ¥R (2.28) BLU(2.32) KAALT
RO BRAEFRER F SAEHES Table 22 R L. ChOORAFRILOVTY g(r) @
BALFRIC, NFRBEEEFB221IY, 3vEa—2YIal—Ya rOERPSL
DOFNTKEL LD,

Ficdh<7 HNC 5w PY BflsavEa—4 v 3alb—Vva v ORRLEOHDOE
Bid, bbb aA, 7Yy VRHBICSAAEMKEBRELTYE, LEF-T, ZAMEERET
Boitid, glr) PERNEBKS 57Uy VHEOREICOWT, EHNELTERHII
ST A EAARARE LS, FT, g(r) KHLTELEL). g(r) %

o) = exp{—Bu(r)] (2.77)
() = u(r) - %[’Y(r) +B(r)], (2.78)

DEICTFHHEF 7N (r) 2E-TEBTEE, 70y VRER, $EHRPoRE
TERF UL ERBTIENTED, X276 PoWEHLPR LI, PY AOT VY
¥R, BTV Vs VoRoERIC B THEERML, RARF v s v ELTHC (B
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L3, gir) 0E 1 E— s BVT, HNCER L PY A8/ 61 g(r) 47, I
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b, gr) OB LE— s EFCBVT, PY PO D 0L RN OFEFVHFHMCEWITLS,
CEHT ELTOME (B(r)<0) 2¥oLFEL6RB. ¥/, PY Ao g(r) DXL Dk
ZEH, av¥a—FLial—YarOfRLEBRLTRBOBRVIDOTHEI LN,
BEL B(r) i, EERCBVTPYEMO7 Y y VHKLD bESKRET S (B(r) - 0)
boLFRHEND,
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Table 2.2 Comparison of thermodyanmic properties of one-component soft-sphere fluid of
the 12-th inverse power potential calculated from the HNC and PY approximations with
those obtained by the molecular dynamics simulations. {a) weakly coupled fluid (T = 0.8).

(b) near the freezing point (I" = 1.15).

(a) (b)
HNC PY MD | HNC PY MD
TP 19.293 7.548 8.418 | 22.048 16.351 19.58

p
E% 19.03 3444 258 | 4530 153.0 70.54

KiT, BAZEEICOVTEL LS. Table 2.2 ISR LA HNC ELB LU PY A OFER
rarvVa—svIalb—varoERoEnE, FEcsvnT, & (2.28) 8 LU (2.32)
PoHE SR 3 REFBRAOMOBEHEUIBRON LD ELEVELTLIV [9]. #IX
iE, BlEERICHT 3 PY DL offid, virlal FEXEHEwL &

PS8 1+4+n+7n?

LA/ /N 2.79

p (1—mn)3 (2.79)
RARBAERLEL, th, EHRFER Lo RO CERELRS L TE R ZRESRE
it‘i;

P8 1429+ 37

ol A/ i N 2.80

p (1-m)? (250
Thd. T, n=7n0p/6 FTBWE LIRS, X (279) BLU (2.80) 12, HOEH,ICE
BoTWE, BEL g(r) TiE, & (2.28) BLUF(2.32) o518 &1 s PE/p & xr DHIC,

B o P PB
MT_p(WJP)T+p ’ (2.81)
ZABBEORD YD, Lo, HNCER R PY B HR LT, B(r) 2 S NEHEL D
DIETTF LI, R (2.8]) OWENHEFBHERTAIILF 1 o0EIHE2525.
IIC, PY B0 SE2 1o TEC ). &%, Mo ERofEl, RENLZLO
wEBsha, LaLass, BERRT Y7 T3 PY BETIR, BRHNEZHEIES
NBZEMRERTWS [10,11). BA L, EEMABEE c(r) ot a8,

[=a—emal =i (5P, (r<o)
q)—{o, 2 r>0) (2.82)
ThHLeha (10, SCT,
2
Mz%fﬁ%n (2.83)
1— 3n)?
A2=-m%T:%%}, (2.84)

THa, X (279 BIU (280) 2, TOBITHLEr6ROENLHOTHL. 72, K
(2.82) 26 B(r) *FTETHILNTE, SO EPFRIIDBRIBZBNENECERF LM
BT oTWEG,
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' p

Fig. 2.1 Pair distribution function obtained by the HNC approximation (dotted curve)
and the PY approximation (dashed curve) for one-component soft-sphere fluid of the 12-th
inverse power potential in stable liquid state (I' = 0.8). The result of molecular dynamics
simulation is shown by the sohd curve.
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Fig. 2.2 Pair distribution function obtained by the HNC approximation {dotted curve)
and the PY approximation (dashed curve) for one-component soft-sphere fluid of the 12-
th inverse power potential near the freezing point (I' = 1.15). The result of molecular
dynamics simulation is shown by the solid curve.
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#h2eE S REREL
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NS A= Gt T Yy YHEK B(r,a) K3 LT, & (2.81) THIZLNIBRDFENED
MREHRYWET 2L, a ¥ BELTIHFEORKETSH S, 2T, modified HNC
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MHNC 3E{L12, Rosenfeld & Ashcroft 2L o THREERAHOT [0}, 7V vy YEE®
FEOLE LT, RMEERET v ¥ 7 vicatt 5 PY

B(r) = Bpy(r, 0}, (2.85)

LEV, TIRE 9 52V RAAROES ¢ *BNENECERFRONT A -5 LT3,
Bw@m)ﬁﬁuntﬂmm,uj&a&%?wﬁﬁ(m¢ﬁ£iyv7w,1&%&%7?
%<, Lennard-Jones £7 ¥ 7 W&, % &) 2L T MHNC ERFHEEL THLNL g(r)
F oav¥a—syial—vavORRLT— 7 ORITEEOHEHANTED TL (BT 2
Ct,@)Wﬁﬂﬁ%???WﬁlUl&ﬁﬁﬁfﬁf?@?izv—vaVﬁ%Qﬁﬁ(5
HREL) P oBons MERY 7Yy VMK E Bpy(r,o) %5, K7 ¥ ¥ 7 v D “HORER
(r<o) HBWT L —HKTH2E, ®2H% ST TVAH, £27T, Rosenfeld & Asheroft
d, Ty VEBSRFEEEARC L sy SRR BERoTEY, Lib, TOF
RiE1oONT A—F g TEE D Bpy(r,o) KL THATE L LHMITTE, TV
SHBOEEMDY, TXTOWECOVWTRY Y opE ) 2k, LHEE2EFIIOVTI
vPa—%3al—vave MENCHEME OB T2 LTHKL 2T NI 62V,

—7%, Rogers & Young ¥, HNC ¥\ & PY £ g(r) #*3 v ¥a—F ¥ Ialb—=
vhOBENT: g(r) FWARATVRILXEBELT, 1 20RNEREERST A7
a(>0) 2 &t

exp{f(r,a)y(r)}—1 -
7.0 , (2.86)

LTy VERERELE 12 22T, flra) id, 045 1 2 THL BT SRR
nBE,

B(r) = Bry(r,a) = —v(r)+In |1+

flr,a) =1—exp[—ar], (2.87)

51605, R (2.86) 0k (2.87) #RAT A E, r > 018V T Bry(r,a) — Bey(r) &
0, r— o0 KBWT Bry(r,a) = Bunc(r) £ %% E¥ba 2. Rogers & Young i,
BGREFL, V7 rPEREFN, LT, 1BRSAERT I A< LT RY A8 2B L,
Monte Carlo ¥ 3 al—3 3 vORRE: OREZIT, BEAESIT o(r) 2FFII(H
ﬁ?%%:té%bﬁum.it,y7bﬁm¢uomf,Nﬁ}—&aﬁ%ﬁ-ﬁﬁmx
LTI —SoEE WA LIRS, 2B, 1RGHERT I AITR, flra) &,

flrya)y=(1- exp[—an"])10 , (2.88)

LEBIET, N5 A—F o 0HE - BEKILTIRIZ-ECR5. &7, Fig. 21049
12, HNC Bl PY BB g(r) 252 v Ea—4s v 3ab-va YORRERIBL LR,
SHEEF VYT MERENOAOEE (FAE, VI FEREF VY7 A) KERY L2DLEN,
BlHs et Ry v 7 VOE4E (i, Lennard-Jones FF ¥ ¥ 7 &) IR L%V,
Zerah & Hansen i3, RY Ef\* X B LT, 7lA0oEInd 2ERF 7 VICLBAIRTE
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LMCELRELL 14). HooFHER, HNC Al PY BBl 2BESDELELD DI,
HNC #{\ & mean spherical #T{\ (MSA) 1] &£ %

B(r) = Buwmsa(r, o)
= (r) + Bua(r) +1n |1+ exp[f(?‘,a)(’}((’? ;)ﬂuz(f‘))]—l ’ (2.89)

DEHCEESHLELTY) y VHEETAWTSEY, HMSA FH LIS, 2CT, 24F

Fry7houlr) i,
u(r) = wi(r) + ua(r), (2.90)

DL IREDED v L3NES valr) KAMERE LD ET S, Zerah & Hansen i,
Lennard-Jones #7 ¥ ¥ 7 (1 RSB LUV 2RS) ., expb FF ¥ 7V, L THRME
2 HMSA FE*BH L, 245K+ oftE SRR NFEN I V2 -9 32
V=Y a vORBREBDTE(—RTHI LERLA.

Lado it, % (2.81) TE2 o 2B NFHHCEERERO» LY IC, REHREBLECT
KROHMIANF— FABMNBAZLEMALT, 7V YHYE B(r,e) 2 BT 2
HEXRELA[13]. £¥, 246ETF I rilulr) %

u(r) = uo(r) +u(r), (2.91)

DEHICEEERT, 22T, wir) BER OXF Y7V THES. RENCEPDT ) »
VR,

' B(r) = Branc(r;ug) = Bo{r;uo) , (2.92)
KEoTHZON, ulr) $ROFEREE <17 A-5" L LTHRYVEI. 22T, Bo(r;uo)
REEZOTY vy JHETSH S, Rosenfeld & Asheroft @R L7427 N v VEHEO¥EH LK
B E, 2HEF VYT ulr) CHERETAGROBRIAVE— F 2 BACTHE
i,

§F 1
by = —§P][9(T) — go(7;ug)]8Bo(r; ug)dr =0, (2.93)

THEZOLND, JIT, golriu) REERO 2ESLEEETHE, £/, BRERORT U7
M#E ug(r) =ug(r;o,¢) £ THE, & (2.93) D&M,

P f [9(r) — go(r)lo w%ﬁdr:& (2.94)
P f [9(r) — go(r)]e Md =0, (2.95)

tEEHIONS, ROHNCEBICBWwA2ERERICHE, TEL X ERL glr;0) & By(r;o)
PHHMCHETE A ENFERSN S, BF, RANC AfloR#ER L LT, WEREF
v (wire)) PHVEL, BIRROER o oBRBELICR (2.94) +HHAT S, 1,
go(r;o) BL U By(r;o) OETE R, BB LA MEbN b, XM LEMUR & L TiE,
Verlet & Weiss & H [15]

(r<a)

golrio) = {go py(r;op) + -E—' exp[—m(r — o}] cos[m(r — )], (r> o) ’ (2.96)
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Table 2.3 Comparison of thermodyanmic properties of one-component soft-sphere fluid of
the 12-th inverse power potential calculated from the RY, MHNC, and RHNC approxima-
tions with those obtained by the molecular dynamics (MD) simulation. (a) weakly coupled
fluid (T = 0.8). (b) near the freezing point (I' = 1.15).

(a) (b)
RY MHONC RENC MD | RY MHNC RHNC MD

%’Q 8.315 7.973 8.410 8.418 | 19.32 18.62 19.53 19.58
3-)’;—]; 2494 2756 24.90 258 {70.54 76.69 69.52 70.54

% Labik & Malijevsky ®#H [16]

by + bir + bor? + bars + bar? (0<r<o)
- a z—1- ~1—ag)]?
By(r;o) = [faJ agtarz)(z—1-ag)iz-1 4)] , (0<z<a4) ,z= -:-;— -1, (2.97)

aja4

[-‘%,l exp{—as(z — a4}]sin[Az(z — a4)]]2 , (x> ad)

ﬁ%WER%.%ﬂﬂiﬂﬁiﬂéﬂif—?ﬁ,:VE:—F?EJVF°3V®ﬁ%$
BRI 7 e AR, #14E, Carnahan-Starling @ RBEAER [17]

P 1+n+n°-1°
L 25

*BEHETALIICRET 2.

mgzsﬁxﬁzAn,Mﬂmzﬁw,RYﬁw,%Lf}MNCﬁM#%%ﬁLtu7k
ﬁﬁﬁ@Zﬁﬁﬁ@ﬁ%ﬁ%@ﬂ#?iib-?;V@ﬁ%tt%ﬁﬁbt.%ﬂ?h@%
B - EAFSEIRE, Fig. 21 3L 21 ezl Tv 5. RENC EBP@EIH IR, K (2.96) T
5z bW Verlet-Weiss EH¥Hw, £/, f& B i, o SRS /ST A —F O]
YR E B, £ECL D, HMTHAEEMHOMC LABESEEICBWTS, FEFER
t¢avyPa—Fdiiab—vavoglr) 2BHLTYE, FHCHREEBRTS L, (1)
MENC BEB0 ¢(r) pMEoEB L b b REEBF B TRELEREBEROIE, LT,
(mRHNCﬁﬁmg&)®%2E-7K$Eﬁ%&ﬁﬁﬁﬁ6n5:t,®2ﬁﬁb#6.w)
DEFEE, Verlet-Weiss DEHIK 2 20R 2 HFEROER o B&T 0 MEIRTVWEIZD
féaﬁﬂ.zt,ﬁﬁ%ﬁm%bfu,Twmzsmﬁbtxau,%ﬁwtﬁzygl—
§yial—a v OEREL—HKE5 15, ToRTH, RENCEME RY HHOFER
ﬁ,;n:yfl—yvsgv—vaywémmﬁw.mﬂtﬁﬁéﬁwﬁ%%%%bfﬂ
Wit al, PrdLbREASIEI CORE - BREFRIS T, LBRWMELT Y v VR
MAEEH> RY S oEfl s EXTENL TV S,
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Fig. 2.3 Pair distribution function obtained by the MENC approximation (dotted curve),
the RENC approximation (dashed curve), and the RY approximation (dash-dotted curve)
for one-component soft-sphere fluid of the 12-th inverse power potential in stable liquid
state (T = 0.8). The result of molecular dynamics simulation is shown by the solid curve.
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Fig. 2.4 Pair distribution function obtained by the MHNC approximation (dotted curve),
the RENC approximation (dashed curve), and the RY approximation (dash-dotted curve}
for one-component soft-sphere fluid of the 12-th inverse power potential near the freezing
point (I’ = 1.15). The result of molecular dynamics simulation i shown by the solid curve.
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DEHICB2EIHEUELHACTERRESI R, EHER, BorEEME ¢;(r) CLoT
M M -1
T _ {1 —pZZmiEj/Cij(r)dT} , (2.102)
_ i
LEBEENS (R (2.52) 2H) .

M-SR oBESs K, Ornstein-Zernike BRI (2.50) & 7 0 — ¥ v B{RX (2.71) %
HEL 7

du,j (r)

gij{r)dr (2.101)

hiJ(T Ctj PZ ZEk/C,k(IT‘ -r | hk_;l ) : (2-103)
9ij(r) = exp[—fui; r) +yi5(r) + Bi; (r)] (2.104)

B2 O0HBYELEELDDOTHE, TIT, hy(r) =giy(r) -1 3H2 2 FHBEKET
HaH, T2, ’}’,’j(l,z) 3$w3ij(1,2) iz,

7i5(1,2) = his(1, 2) —¢i;{1,2)
={1() &£ 2(¢) TIRNVEhE L DO2o0EN, HOR ip,

FLT fr-RrF D b%2HMRAT AT L0}, (2.105)
Bii(1,2)={1() £ 2 () TIRVENLEL D200 E, FDOH wxp,
FLTC hp-BRYF bR bBERKS AT 7008/}, (2.1086)

LRESRE, LOT, BREEBLU K, {1, M) #0RY, ¥V ¥ ORFREED

wEIIRICE 3,
M-BAROBRIFTERIBTH7Y v VI By(r) oEflit, 1ligRodb0orE0d
THIRTRIT LV, Blzi2, HNC Bl E PY B TR, F#h#Fh,

Bijnnc(r)=0, (2.107)
Byjpy (1) = —vii(r} + In[l + 7;(r)] (2.108)
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RB7Yy VEREHWD, 1 RSEEREF VOBE LR, 2RIRMERET VO PY
ﬁmu,%ﬁ%nﬁﬁ&:tﬁmenfw%u&lm.2&%@%%%@@%%%n%nah
o9 (o] < o2} &ETHIT, Bk Bo 24687 v 7 Vi,

= Zito2
i (1) = {+oo, (r<aoi = )

p)
0. > i) {2.109)

¥

ChE. CO2EET VYT MEHT R PY EROBSEEHMEY ¢i;(r) &, Lebowitz £
LoTROHLENTE D [18],

—a; — by — dr? (r <o)
#lT) = , 2.110
ciilr) {0, > o) (2.110)
—a;, (r < A= 225%)
e1o(r) ={ —ay — r1(b? + 4Xde® +dzt) (A Sr <o, TET—A) (2.111)
0, (r > o12)
iwtoTHzbhd, ZIT,
a; = ?[i’__] ) (2.112)
Opi
b = —6{nio2gk(o:) + njokgli(oi)) . E#)) (2.113)
b=—6[mo1gi1(o1) + n202g22(02)]o12012(012) (2.114)
d==fl§£%;3293, | (2.115)
PB= rp(1 + £ + €2) — 18mm(o2 — 01)*[2012 + 0105(m ot + me02)] (2.116)
m(1—¢)3 T
_2+§+3ﬂ50'32-(0i—0'j) _ .
.gu(o‘n) = 2(1 - {)2 = _C!!(gl) ) ("" # .?) (2'117)
+
gra(o1) = 02g11(01)2 g1g22(02) _ —1a(012) (2.118)
012

1
M=gThi (2.119)
£ =ma} +m0d , (2.120)

chY), BEPOKBESL o, ;2 (p=pr+p) KEoTHEERLL, T, 2RSAER
EFNG PY BT & 585 2 MBI gi(r) OFTMZERD, Leonard 5K &> TH
LTS [19]. =0 gy(r) OFERR, R (2.96) KL oTH A bh b Verlet-Weis DERE
2 A RAMRT ABICRE 2 [20].

BTN E EEREEMNO R T, MANC BB & T RENC REUE, M-BRSRIERAT
Yy VT AREERT Y y VEBOREREHAV2. RY OHTIH,

exp[f(r, aij)yij(r)] — 1
Frag) ’ e

&57Uwvm&%mwameL;:f,ﬁﬂﬁ%%ﬁﬁﬂax—ymﬂi@ﬂM—D
Bagsnd, A5 A—5 2 RETHEEDR (28]) 03 40T, FEORHCIIRYL
EThD (22 BOMBRHAEE, ay=aDEIR10087 -5 a BT ERATED
DTHD [21].

Bijry(r) —7ii(r)+1In |1+
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3. EAINREDIEE &L BT

FETIH, AHEEC BT RAGEREES LUV 7 P REGoME L BT, BNF
METHEESZEDO12TH5 RY EHOEYHFBRA»roRDE, 510, Kac KT ¥ 7
WERDARBC EICE Y, EA—Eo&ticsy s BHERE kD5, BRHHAOER L
EEREAOER L ¥ BT 5 L, ASHEGo Ry oY -l L HREEOZ PO Y-
i s ORENAFAFEL, ARIRECEEMERAVFET 2 I LFHL T2 2T,

3.1 \AIKKICE AEAIFEXDESR

pm WAk E FOREREL D BEVRE~RRLORI b 2 VEECEETH L, B
EhoRHRECBEHRENELNS, SOCAGYED TRER T2 &, FHREL
B AR RO CE Y, FEHEREL Lo T AREFBoRE. COoBEAE
Bh TS ARBADHERR, ¥7ABBLREN, FIAGBORIZREL VI AR
HEFREE,

BRI B R E R HEOEESRNEN T, TOMGERETT 2 24XT
vy MR 25l EoETHP LAWY AFERFE, LT, FFRAOFERPET LT
ﬁ»n&uléjyei—avszv—VSV%&@mfﬂ%mwféibaﬂ,%@ﬁ%
HEEHEE LR ONEOHRATEMTH L. LiLads, BERELANHBER0SE
i, BAABEAFHEI VK25 Y 3ab-vavpoROLGNLHRAIFMTHD &
W v, chu, BARRSRECEVT, I¥Pa-—4y3alb-YavitloTH
BT YBHBED, FEHRE~BTT2EHBEEBELTEL(EVD[23,24], X
Do HE SRS (FEEHRE) 00 XHELTWEEEZLRERLTHE. —
5. BAABEREGAO—&  SH G EHRELARETI0T, AFHIRBICET BW
AHREORIT, 4. THEEFH LA ORSEELRE, T45 b BEN ARG
PELTVWS. LidoT, BHEEPHECESVIT I AEBOBHEERT 2104,
MO FRATELE - BRI REOTHS.

HomTRAS LI, MOHFBREMCBCLEL R0, 7V y VHARKCHT 5E
BTHd, BEHRECTE, NFEMEEEIsHEFCEC LY, ROFEACHEOBHLES
7Yy VHECS A AEDOBLELICAECELAESRS, HNCEERL PY W, &E
ﬁﬁ%@ﬁﬁmﬁwf&u:yzl~y9snv—93y@ﬁ%t@fﬂﬁﬁ%uﬁnam
T, BRHEECEETASLRTERZY, R4DFAAIMY BT, RNFNECHRESR
FR DM, HNC ER® PY EBE D s ERLEBERE Y, 22 TR, BRAFMBECHE
BEEDOHR»S, RY IPEERLA. £0EER,

e MENC L% RENC ELORBEEZ o T WA T Y v VB “HEN" 25, BEHR
BRI LTHRITH2OrEIPHL-TEVIL,

A&, BERL[S. Kambayashi and Y. Hiwatari, ven der Waals theory on the supercooled liquids of
inverse-power potentials, Phys. Rev. A 37, 852 (1988)] HESHWTEREL L DTH S,
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-mmCﬁMmeémﬁﬁEWEﬁféﬁﬁﬂéfvVVQﬁwﬁﬁﬁﬁ,ﬁ%ﬂﬁ
Bt LTHBRIEALTWEVI &,

. 2HARY 7 b BAREHAICH LT RY O 0BRSS B S ) [21,22), #7
ZE$EE;D%EMT%E%E$E#MDVizv—v;yoﬁ%t;<—ﬁbf
whbIk,

msﬁ?@a.ttaARYﬁﬁﬁ%§f55aw5ﬁﬁu&<,ﬁ%%ﬁbrw<ﬁﬁf
PEATHLPICLTVL,

3.2 EFNKRTUFIV
Y7 PREFME, BRERTFT TN

ulr) = ¢ %) . (e>0,0>0,n>3), (3.1)

KiofzwﬁiV&?Wﬁ%ian%%Fw%ﬁT&%.K@J)ﬂ%in%ﬂﬁﬂ—ﬁ
nm,V7}$zﬂ5ﬂ—9kWﬁn.ﬁ%vv?wwﬁ(mm)wﬁéwﬁﬁ%ﬁbfw
6.n=wtbm%%ﬁiﬂnﬁ,E@a@ﬂﬁﬁﬁ????W%%i%.wawwﬁ
m%@bfﬁﬁéﬁ%v97wu,mx%ﬁ%%<%i&wtb,Etanuﬁ%ﬁnbt
ﬁﬁﬁmréa.L#L&ﬁa,ﬁ&§$%797wu,ﬁmwkgé%ﬁoﬁ¥ﬁ@ﬁz
ﬁ%@iﬁﬁ*%&%ﬁf&5m%¢ﬁ%%&mhﬁ&fﬁU.ﬁ%&ﬁ%uwnr%&%
—%Kbt%%,ﬁ#&Eﬁﬁwk%WﬁﬁwﬁgﬁﬁwmwéﬁiT%%?»tLf%@
?55Ct#b#ofétp&mxﬁﬂ&%LmLEt,ﬁN3$?79?WKK%#?
v [31) ERERBEI D EREMA L 2HRT YT N

u(r) =€ (%)n — ay® exp(—yr) , (> 0), (3.2)
EL, BOZENEE (X (22) 2ozt Ty—-0LTEL,

PB _ Pyp
= drapf , (3.3)
% % van der Waals BORBEHBER AL I EARENE 33, 22T, R a=0, T4
LU T FREFVOENTHE, 0%y, R(32) THAOABET VYR (EBIMET
waﬁdné)Tu,ﬁﬁ%ﬁ(ﬁ&é$?797w)tﬂﬂﬂﬁ(KmﬁivaW)w
EE&HU&Wﬁ%én%mTéa.Ltﬁof,77bﬁ%?w0%%ﬁticm)%%w
T BEEIMAEFNEBEONEORCEEEBERTIC LA TE S, ERCEENIMEET
wm,ﬁ@&n@ﬁ%t%:t?,ﬁ%%&%ﬁ@ﬁﬁ%;<ﬁﬁ7&:aﬁ%6ﬁu&o
Cwd. AT, neld TRE{LRERTZ (Ne, A, Kr, Xe) oWEFBRL, nd~5
7 A USE (Na, K, Rb, Cs) o E+EHET S (33, 34].

VI REFAOBOEELF AR, EREAEF LIV TVOAr - vy OBREIIL T,

I = po(eB)¥/", (34)

hBlonEsEHTHRELEBTESATHSL., Shit, Ar-y ryrolHERLTY
50 (#l %12, Lennard-Jones #F v ¥ 7 WV) #*2o20%EH (AT, BET LED P)
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APEET A0 LB LTRSS ERHTHEL, Ar—Y 7 OBRER, ROLHE L
NTEL[3,34). NEOVIIRY, ARV L0 TVwaERR2E2LE. CORDNIL
=T ¥ H I,

H=§:m|v(|2+§e(i)n (3.5)
- 2 i>5 AT , -
THEiOoNE, BSOHEM | oMM 7 %
1=p"1/3 (3.6)
r=1y/mf, \ (3.7)

nEIceA, ST, oY LEREIFHoON FHEBRECHY, T BBEEIC LTI
PUBETIRECHSE. | L T ILoTAFr—VERLERTO “NEBEE” v, “FHE”

t*, {. L-C “ﬁgn 'U* i’

rr=1"1r, (3.8)
=771, 7 (3.9)
v =7y, (3.10}

CEETS. Chbifvede, REBS NIV =T Vid,

N i -
H=m7‘_2122 é +fa“l_“2rfj_“
i=1 i>]
1{1& L, .
=3 §Z|v:‘] +TES T (3.11)
t=1 i>7
FEEXEEANAS., Li-doT, BET B 2Ry~ yYEAT i,
T N
exp(—fH) = exp -3 Z [v3|? — /3 Zr}"j_" \ (3.12)
=1 1>7

ERD, RROBRDEMKER T OATHE TR Lo bh b, §i, ZAMF—HER
(2.24) & virial 72 (2.28) b,

ﬁU ___E i n/3 *—n *
—=>+2T /r o(r)dr* | (3.13)
—}-;é=1+ g—I‘n/3/r*_"g(r)dr* \ (3.14)
DEIET #HVTESETC ENTES, & (313) BLUR (3.14) OlBA LHo 22
& 31T,
Pg _n/pU 3
—-1=5(F-3) (3:19)

LOAMBRYERY IO, CORRERABIAILVF - L RKEFRAFRRRFBICHE L ERL
TEN, VIIREFLORBF T ORTRBINLZ L EFELTWS, &8, n=o00,
THELLEERET ¥ 7 VTR,

Too = po°, (3.16)
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Table 3.1 The freezing, melting, and glass transition points of hard-sphere and soft-sphere
models. The subscripts f, m, and g attached to the state parameter denote the freezing,
melting, and glass transition points, respectively. After Hoover et al [27,28], Gordon ef al.

[35], and Hiwatari [36].

n=4 n=6 n=9 n=12 =00

Ty | 5.544 2178 1334 1.150 | pr | 0.667
T, | 5572 2.206 1373 1.194 ! py | 0.736
T, 156 | pg | 0.870

T, REFERIERE L EERCFEOATRESRE. £, Te O,

1 1
7= EverS = 6%0*3 , (3.17)
— 1 3 1 *3
= pg® = —=0" ", 3.18
P=75p 7 . (3.18)

CLoTERENE g (FEX) 25 (p LRATBHEE po = V2073 LOL) #, BER
EFNOREREET AT A2 LT (fEbNE, UTTH, pERAVAILETS.
HRERF VT ML Lo THERAT26AORERS LURMAR, n=46,9,12, 00
uomf,:yel-yvslv—va7®ﬁ%ﬁ5ibeﬂfw5BE%Lit,nzm
BIU oo KoWTH, FFRAEYI2L—Ya vORRP LA I AEBRFROLNVS
[35, 36, 37, 38]. Table 3.1 &2, HETVORFA, BN, LT, ¥7 ARBRLBT R
ot (MEREFVCE ) OEE T L, DTORRTHE, Tabledl KEIE,

'>Ty, p>pr, (3.19)

RrIoTERShE T Hovil s 0fiEE:, EEFLVOBTHRELEEET 2.

3.3 EAIIKEICEH T B RY EUORE

RYﬁﬂoﬁﬁﬁﬁﬁoﬁﬁﬁmﬂmmﬁznitbtﬂax—ﬁ%ﬁw,ﬁﬁAuﬁ
LBl 2 @B L TR, & (2.86) KBz RY AUOBNENEER T A -7 o
i, Fig. 3.1 RLAX S, BBbAT ®porhFCL LF—ETHHHM, [ 2 poil
Me LAt ENbrd. £, BEASICBT S o Offiid, Table3.3 ILRL X
3142, Rogers & Young ok /-fE [12) EBIZEMEERTH o1, LLF, RY o
55 2D glr) ERBEER PR/p Ko THEET L.

Fig. 3.2 &2, 2@l % g(r) &

S(k)=1+40p [ explik - 1)[g(r) — 1)dr , (3.20)

CLoTE®shsBOBERT Sk) t 57T, HHoBREERRII oV TROLERT
HY, EREALDBSHSEALRE CRECHEL (B2 EERRAR) BT IHER
52, AOHRBIBIAV I REF MDA Ea—F Y ialb—Yavik, n=120
BEIoOWTRLLTFHRTSEY [36,39), Fig. 3.3 i g(r) offREFRT. 2¥¥a—-F >
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ab-—varhroBoni gir) OB, T215 KBV Tgr) PE2Y -7 GRT
BrETHE, COBEE, HOEFVBEEZOVWTL I AEBAEF THA SR TEY
[40], ¥ REBOHEHO 1oL ShTwa, —F, RY AlokR (Fig. 3.2) T, BN
HERE (n=12 CRAZAEBREL Y HVER) 8T, 2¥y¥a—-s5¥Iab-av
ORERICAGND g(r) OBE2Y -2 0RRFELZ V.,

Fig. 3.4 iZ RY il 6B oy 7 FIREF M8 & FRIGERT T VORBIRER PB/p
» LogLog 7O v b 47T, Mr6Worn ki, V7 PREFNVICHT LHMRS, B
HEBIEBWTED THENIC 22 Twa,. CoRIEV, BYoRNEGE7 V2 of
LRAREFBRLEMLTWS 41, v 7 VREF MY 5 ERORAER €7 Vi,

%(i =34 0" +0(T?) (3.21)

ThEion 42 SIT, bt n LESRTOEEIKF LAEHTSHY, Madelung €

WEFRERD, & (3.21) G T AREBHENE,
PB %y Pyess (3.22)

2 3
TH 5. RY ELOBEFERE, b2t 4—2 ELTRERIE, N (3.22) KL o T
BICL(HEETES, Table3.4 12, RY A0 @EHEES L UTOCLABRTFOER XN T
% Madelung EBOEE I Lok EvoWHori L), AFHEED b OEREEOE
LhbKEW, Fig. 3542, RY EBrav¥a—%v3alb—vavhoBon@ni
WAROREFBRA*TT. RY it v¥a—sviab—vavoiie, EEA»S
5 AEBEEE T TEERIC—RLTVwL, ¥ AEBRE L) EVEERRTIE,

glr) DBELRABI2O0FEROTRPEEII L2,
PEsdRTEZL3iC, RY A oo 2 60AHES L UREBFIER L, 774
EBRELVLHEED (D 0o/3%) BEHREIIBNT, 3vEa-FIalb—Yarp
LEBONAFREEEFCIV—HERT. LirLads, FoABBREL ) LER (T2
k&%) fllcid, MEOERCThyEALSL., CORYEHLavyEa—-s3iab—12

COBBOR—HOBRELT, ko2o¥EL LR !

(a) RY BB B HEEOBE*EL<BHAL 2V,

(b) RY AL BEHNBEAORELEL (AT R, FIAEBRESL ) VERBOBSHHR
BieBwT, RY ERoRELI Va2 -9 3alb—YavyoErR&es0d, 0
YVPa—diiab—2avitloTBonszys AREGEFHRETHELENE
FiF s,

BELESABRERNEBI2VRY, 2200BFOLELLFELVIAR2VWT, £0EFHT
CERTERW, T, 1oWL»RIEE, RY ool gr) Loy ¥a—9%
Sial—YavoRgREY, PRLEDFOEIE—-2EBVTEI(—HLTWEI LT
Ha, COBREL, FREAEF V7 VPBO TEEEOHEERTHY g(r) 0B L E—2
DFEHFVILL o TREFBEIAFBIRESI NI LEF 1L EDE, VIIRETIVS
IURAMREF L OB HERIC BT A REHER I RY AP L o THBRHEL KBRS
TR LEXLNS, £2T, BTFTH, RY BlroHon o REAHEXY, BRNL
HESHBEEobDTHEEEL, BN L or) PEIE— 2 0RIFVLIC OV TLEILARL
(b) PBRBREEHATL. 28, AEHHEED g(r) 0E2 Y- oEAOERIHVICEL T,
FAETHE LI B I LTS,
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Table 3.2 The value of parameters used to solve the RY integral equation.

parameter value n
grid points | 2048 4,6,9,12, ¢
grid size | 0.01p/% 4,6,9,12
0.01g 00
r 4.0~200 (Al'=05) |4

14~58 (A'=0.2) |6
1.0~27 (A'=0.1) |9

0.7~21 (AT=0.1) |12
P 0.40 ~ 0.98 (Ap=10.02) | 0

Table 3.3 The value of the thermodynamical consistency parameter  of the RY inte-
gral equation at the freezing point for soft-sphere and hard-sphere fluids. The values in
parentheses are the results by Rogers and Young [12].

o = ap1/3
1.585  (1.794)
1.192  (1.209)
0.792 (0.804)
0.593 (0.603)
0.279 (0.251)

oo a3

Table 3.4 The “Madelung constant” for the soft-sphere supercooled liquids predicted by
the RY integral equation and that for the soft-sphere FCC crystalline solids [42).

RY supercooled Crystalline
n liquid solid
4 8.102 7.981
6 3.689 3.613
9 2.298 2.209
12 1.655 1.516
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Fig. 3.1 Coupling dependence of the thermodynamical consistency parameter o for soft-
sphere and hard-sphere fluids.
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Fig. 3.2 The pair distribution function g(r) and static structure factor S(k) of soft-sphere
and hard-sphere fluids at the freezing point (dashed curves) and the stability limit (solid
curves). z is defined by = = rp!/® for soft-sphere model and z = ra~! for hard-sphere
model. k* is the reduced wavenumber defined by k* = kp~'/® for soft-sphere model and
k* = ko for hard-sphere model. The number attached to the curve denotes the value of the
.softness parameter.
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Fig. 3.3 The pair distribution function g(r) of soft-sphere fluid of the 12-th inverse-power
potential obtained by the molecular dynamics simulation for I' = 0.8, 1.0, 1.2, 1.3, 1.4, 1.5,
1.6, and 1.7 [39). The first peak of g(r) increases for increasing I'.
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Fig. 3.4 The equation-of-state obtained by the RY integral equation. The number attached
to the curve denotes the value of the softness parameter.
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Fig. 3.0 The equation-of-state for n = 12 and co. Solid curves are solutions of the RY
integral equation, and dotted curves represent those for the face-centered cubic crystalline
solid state [42,43]. For the 12-th inverse-power system, the molecular dynamics results are
shown by the dashed curve with open circles [39].
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3.4 (BAHIMEEIC B ZEEIAETNOME

Kﬁfd,RYﬁﬂ#&ﬁ%htﬁ%ﬂﬁﬁ@ﬁ%ﬁﬁﬂ%ﬁof,Eb*ﬁ@%#tﬁ
FaAEHBEEIMTFL (R (3.2) OB BWBIOVTRBT .

3.4.1 BAHBREOEEMERR

HAEIMET VL, BREFRT 7 Vil Kac HF w7 h—aydexp(—yr) ML
FEFLTHD, FOREFERE, KRB KLoTHELoNE. UTTR, Kac #7¥
S MKEARINBENT A=Y ok, a=e0® ERETED. ZOHE, NEI) &,

PB _ py(T) = D08 (3.23)
p

L EERALNG, 2T, T ={HttHH, FFlYRY7 FRTF NS D W IERHER
%fwmﬁ%ﬁﬁﬂ?&é.m&,m$0mV7bﬁ%?w55wmm¢ﬁ%?W®%ﬂE
ﬁf%@tf&.ﬁf,ﬁkﬁﬁ%&waé%E(lﬁEzw?h)u,E%?ﬁ%wﬁ
ﬁuﬁwf+ﬁ¢é<,P=Ot%if;w.ﬂiﬁ,ﬁﬁt?ﬁh@ﬂﬁﬁﬁ@ﬁﬁﬁl
U%Eu,%h%n,%3wK.m1%0mnr3?5%Hﬂ.:nawﬁ%ﬁia,

9 1830Kg - m™3
8\ 23 x 1.66 x 10-¥"Kg
~2 x 10%Pa,

) (1.38 % 10787 K1 x 310K)

Yl P~Q rEZTEWT ENFDDPE. £IT, £ BWIP=00&HKESRBE,

(3.24)

ki

P (r)] ~nf(n-3)

T=[41r1"

nBT & T OUEEA ELNS (33,34, COMFEE RY ER»oBontROFE (Fg,
Xm)%mwnﬂ,P=0@%#Kﬁﬁ%éi?i&ﬁb%ﬁ%ﬁﬁoﬁﬁtLribéi
LHTED. TOLIABRHERELT, BUEEE w3, #F vy T VCERT L 1RT
Hi: ) OEKEEH &, BLSREHEE xT. 1 EFd7-noBTI ¥ VE— R*, LHETH
rrhozrvhbo¥— g, RFELL.

1
e = 3.25
V=3 > (3.25)
& Gy 3 _3[n+3 3 8
F_Lv 3_3\Pfipypm 2 2|, 3.26
ke ksN 2 n [ n 5() T pXT,0 } (5.26)
-1
X =0 3xr = [e0™3xr0 - srpto®| (3.27)
U+ PV U
* = = 3.28
h eN eN '’ (3.28)
S BU-g8F
* = = 3.20
® T ksWN N (3.29)

::T,FﬁH@ﬂ@zwﬁmliw¥—fba.ﬁg&su,&Eﬁuﬁﬁacnemﬁ
HEErRLE. EroHornt i, ERELIVIVE-0Y T R (n) REFEYN
HiEETHE. . '
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V7 FREFAMBLURGEREFVOBREFRCOWTY, KEHER F(D) 2151
bhit, BSHEAOBES LERC, & (3.25) »5 (3.29) 0B NEREET LI LA
TEL, CITI, VI FREFMIIOWT, K (3.22) I Table 3.4 ® Madelung E¥ #
AL TEEBECHT2REFERX RS, —F, BEREFVIC>wTE, BHRERER
[43] » 6B oh B

FE@=1+(@' -7, | (3.20)
L AREFBEREHW, Fig. 3.7 B2 Fig. 3.8 i, BARIABLBE I UVREEG XT3
BLTHA#M v L IHTHAYOI Y OE— o~ OREEREES LT n lFHERY. HiC
2, n=12 X TAr3v¥2—%2 32— a yoRE (BEHEGESE LUF T ARE)
SRLE. v lcowTi, RY B2 o8B o BEHMEAO KR B THEBSICESE
W, FAERBBEIVERHCaryYa—F v ial—va v OFRPOOTRVERC
BEhsb.

Fig. 3.8 2 bH LR E 254, T_TO n iKowT, BHEHANEE (RY AMoO#R) £
FEREEOLY DY -BHEFARETL, SO0y DY -HEORES L ) HEEN T,
EBEHEE (BRER) oy o - EE (BFR) oy bod—-LhAh3 (%
D, BEHEEND BPRECEETA L& 5. C0R&KF, Kauzmann O3
SFvsRERITR (45, 46], S OBEHBELHERBEOZ Y PO E-—HRORER A
LEMENTESMBEREY5 12, Table 3.5 10, & nitxfLTtEonreeEElRIIBY
LECERT (n=0c0 Tk p) ORI LA, n=12¢% c X2V T, KEUERASD
BOERE ¥ AEBAOKSER BT L, REHBRAROBOF XTI AEBID
MEED D, FahlkEy (BWRE). EBRPay¥a—433alb—Y3avildioTH
PXNEHT AEGBERBBORHHEF L LRI LRI TR LRI LPHONTE
h, ~ RIS RSHEREIES T RERBEREC 22, LiodsT, GHEIEELMHSL
THETRIEE, ¥ AEREEZ, BEIEFOoREHBRABECEI(b0LERLLRN
B, —J, FHEMNSESEREEE, SRbeReate, “ERICAS 2 WEHEETHEMESY
BHLABGRERINLIOT, REUBRAEERTRELA I AEBREOTREZRT
DERBLRTIENTELY., T/, avEa—$ v 3al—YarvililoTERENLIEH
WER 102~ 100 K/fgec #F—F —THH [3], ERETERATEIRAHEEI VB2 K
KEWw, Lzt oT, EBETE, 3v¥a2a-—3v3iab—VvarvitloTHEoNLZTTA
ERALERHBEE0REEAECHFINABRERRICBWT, F7AERFHEAINS
boEEILONS.

3.4.2 TEMBRRAICET 3 85FREOESIVIFE

Kio, RY Bl oBons gr) 2o T, KEERRI IS 2 8% FHAEOHER
BEYEL LTS, Bicd<L 3, RY i, AnigoRBrrdwtdi
CEL gr) PHEIY—27DREBVRELLHELTVWEEELONDL, £2T, gr) OF
1V — s %M S328E LT, 81 ¥ — 7 OFHEHE Wywnu, Wendt-Abraham It R [47],
FLT, 1B Ng £ RH-.
~ Fig. 3.9(a) = RY Ao g(r) » oKD L Wywam/r1 £7T. rp i g(r) 0L E—2
DEBTHL. EEEED Wawny B, BRETOFH 2 RENoBEORLE2FHD. €
L T, Lindemann @ BIAEHEIF [3, 49] K L #LiF, MAUEH BT S EED Wawam/ri 1, B
HiohihrohrwR (Whawam/ri ~01) EFibh, BELHHIT LT A-5 LR
END, BESEEO RY ABOKETRAE, Wawam/r1 =01 ~015 T, v7F
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Table 3.5 The range of the liquid-glass transition of soft-sphere and hard-sphere systems.
The glass transition coupling of the 12-th inverse-power system and hard-sphere system are
taken from Refs. [35] and [36], respectively.

Freezing Glass Stability
n point transition  limit
4 {I'=1554 15.01
6 | 2.18 4.46
9 | 133 2.30
12 | 1.1% 1.56 1.72
oo | p=0.667 0.806 0.870

iZnKH&&Eﬁﬁbfw&w:tﬁbﬁa.—ﬁ,ﬁ%ﬂﬁ#@ﬁ%ﬁmﬁﬁuﬁwf
ik, BHREFV (n=00) ZRVTIHE—E (Wywam/r1 = 0.08) TH2., LA =2T,
ﬁ%ﬁmﬁﬁﬁﬁnﬁwaﬁ%ﬂﬁﬁwﬁ%ﬁﬁwk%éusﬁbhwﬁnﬁ#ﬁf,#w
NFHREKD 8% BE (127 LEMERREF VERC) tFRLBND.

Wendt-Abraham 3t R i3, g(r} O%B IBAELE I BMEL DTS S [47]. T YEa-—
sy 3al—YavittoTRLNABEHMEAS LUN I ARED R OREREFER, 7
51E$ﬁfﬁa%ﬁg%ﬁo:tﬁﬂanrﬁnwmﬂAﬂ,:@tbRﬁ’%Xﬁﬁ
%ﬁﬁdﬁéﬁﬁﬂﬁﬂﬁx—atbfmmané.ik,ﬁaz&ﬁguﬁﬁaRwﬁ_
ﬁ,%ﬂﬁﬁ@i%éﬂlofﬁﬁ#bctﬁﬂ&htﬁb,%ﬂﬁﬁﬁk%wﬁEliﬁ
k%&ﬁ%t%.ﬂi&,mmm¢hms%®ﬁﬁxﬁﬁﬁﬁﬁmﬁﬁéI%H,%V%ﬁ
vovialb—Lavicddk R=014 THY [47), #F, FFHAFI2aVv-va~
'miR=MM?$%Mﬂ(~ﬁu,%y%ﬂWngﬁﬁEEm.%¥ﬁﬂ$E®%wt
mﬁbfxgm).it,n=12®v7bﬂ%?wwﬁ%@ﬂ$vs;v—95yu;at
R=Uﬂ8fbb[%Lngym)mRYﬁm@gw)#6*btﬁ@ﬂﬁ¢@}%&%?.
n=12uﬁf&:yi;—yvslv—vay@ﬁ%tiﬁf&tRYﬁMmﬁ%m,#&
b¢é&ﬁ%t%:aﬁb#é.Rﬁ@ﬂﬁ&@k&%ﬁ&brw&:t%%ﬁ?ét,RY
ﬁw®ﬁ%ﬁﬁbf¢é&ﬁﬂﬁﬁulof%6n%“Eﬁ%&ﬁ%HﬁW”Kﬁmbfw%
bDEFELLILE,

% 1 ¥ Ne i1, .

No =47rp/u g(r)ridr , (3.31)

Klof%ﬁéﬂ,&%1o®ﬁ%ﬁﬁ?%%ﬁ§ﬁ?®$ﬁ®ﬁﬁ%§?.CCT,mﬂi
g(r) PE 1 BAKONETH S, RY HBO g(r) » 6RO Ne it, Fig. 3.9(c) Rl &
5K,ﬁﬁﬁﬁ&0ﬁﬁﬂ?ﬁth8%ﬁ%f,EBUth:H~J3T5%.:@ﬁu,
3?31—5?Ezv-95V#B%%ﬂtfﬁlﬁ%@%%&ﬁﬁﬁ@%@?bb.Lt
#of,ﬁﬁﬂﬁﬁnﬁﬂaﬁ%oﬁﬁmﬁ%m,%@ﬁ%(ﬁ%ﬂﬁﬁ%éwuﬁaxﬁ
B i ed, BOTHULAZBOTHALEZ LMD,

_41,A
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Fig. 3.6 Softness (n) dependence of the reduced specific volume v* (+), the excess specific
heat per particle at constant volume c§f (o), the reduced isothermal compressibility x7 (e},
and the reduced enthalpy per particle »* (=). Note that ¢f* = 0 holds exactly for n = oo.
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Fig. 3.7 Tempearture dependence of the reduced specific volume v* for various softness
parameters. f, indicates the freezing point for the softness parameter n. The solid curves
are the results calculated from solutions of the RY integral equation, dotted curves represent
the crystalline solid state. For the 12-th inverse power system, the molecular dynamics
results {39] are shown by open circles. '
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Fig. 3.8 Tempearture dependence of entropy per particle ( ™) in excess of that at the freezing
point (s%) for various softness parameters. The solid curves are the results calculated from
solutions of the RY integral equation, dotted curves represent the crystalline solid state.
For the 12-th inverse power system, the molecular dynamics results [39] are shown by open

circles.
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Fig. 3.9 Softness (n) dependence of (a) Wrwnm Jr1 of g(r), (b) Wendt-Abraham ratio
R, and (c) coordination number N¢ at freezing point (e) and stability limit (o). Points
marked by x, A, and A are those obtained from Monte Carlo simulation for the Lennard-
Jones (LJ) system [47], molecular dynamics simulation for the LJ system [48] and for the

inverse-power system with n = 12 [36], respectively, at the liquid-glass transition.
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4. 1« SRA¥OF - fraEfEl

&% 3% Cit, RY EQoBS R+ v TS ARG o#YE L ELREL . RY
VLo ohiBEBIBEA»r I AEBRITI Y2 -y Ialb—Ya /D
BREI(—K L L2aLES, RY Bfr ok 268 mNAECE, ¥7 2AREH
VYT AEBARBE B 2 B8 NRG0 265 AHBEOBHTHIFE2Y - DR
FRHOAZW, FITEETE, ARANGOREL IV ERCHEATLZ T ) y VREDE
W2 RET 2.

4.1 J Uy JREBOT - RIEREESOIRZFE L

HIBTRRLLIWE, 7Yy VHBOGERERSME, 2HEEF 7 DL hHILL S
FERMLGERIBVWETIHOLEEZLNTVE, 207 Y » VHEOEEN®E,

o BE LTI BVT, MANC #4l, RANC &R, RY EWA 68 ohl: 246504 B
DE1IVY—2O0BRMIRZELL, IVEa—-FIVIalb—vavoRREL (T
5C & (Fig. 24 2H),

o BEHFEZEIZ VTS, RY My ostEE R gr) 0B 1 E—2 ¥, 2¥a—%
vialb—vavoiERdI(BHLTwWAC L (E3HBR),

PV INETOHERREIOCRLRIOTHELBLNS, LAdoT, EFHERIIBY
T, RY B £ 5 260 B2 DS 2 C— 7 OSBRI 2 VEHER, 7V y VEED
hEEESTF o CREBERTELAMNC I o TELSCHRESA TV RWDEZELS
ha, 7Yy VEEOS REEMT T 22008 L LT, mean-spherical approximation
(MSA) [1} &2 oA+ —ss—E [50, 51, 52, #LC, K& 4777 22FET2HE
[53, 54, 55, 56] £ & 9 BiF L 3.

4.1.1 MSA FHE&7axFd—nN—all
MSA FH: T, HEMHEBE or) T2o2WnT,
c('r) = —ﬁu(r) s (T > U) ) (41)

BERERBL[]. CCT, o R2KFF VY7 VOEOFEROKRESEZERT, XL
b, r>c OERICBITIAT ) vy VEBOEUEELT,

Bysa(r) =1-g(r)+Infg(r)], (r>o0), (4.2)

AL, BERL [S. Kambayashi and Y. Hiwatari, A modified hypernetted-chain integral equation for
the supercooled liquid of inverse power poteniials, in Proc. of the Tth International Conference on Liquid
and Amorphous Metals, edited by H. Endo, J. Non-Cryst. Solids 117/118, 92 (1990); Improved integral
equation for highly supercooled liguids: Numerical tests for soft-sphere fluids, Phys. Rev. A 41, 1990 (1990)]
ETWTHE L LOTH L.



JAERI-M 92—181

HELRE, K42 THEILNETY Y VB, 2&ET YVrVWOBURILE TR
nBMH - EEEROETTAHY, 7y VHKoT - REERF R oMY (KEEL
boFh) P RESS2THEMEERF o T3, Foiles 61k, 7V VBB TR IR
KIREF VI T 2 Verlet-Weis @Bl Byw(r,o) ¥ AW, 5 - EEgEBFICR (4.2 ¢ &
B4 0Ad—S—E LN FHEERRLA (50, 7024 —s—EZBOTY v Y
R I

Bers(r) = [L — f(r)]Bvw(r,0) + f(r)Busal(r) , (4.3)

toTELbRE, SCC, fir) 7Yy VB READEZMHE (mixing function)
4. Foiles b, flr) ELTak W /A5 ELTHED

f&)z%bﬁwmm(réa”, (4.4)

2AHMBERY, BEHIC, e =ay (y(ai)=1,a,~<a,-+1 ,i=1,2,...) , FLT, W=
lag—r1] (r1 & g(r) ®% 1 ¥ — 2 ORE) L Lo Poll 51k, double Yukawa 7 ¥ =7
VR LT OAF —A—EHEEA L, FRERS xr ORDRP b BREEEEH
L [51,52). & 0PI T2 = kpT./e = 1.255 Th Y, RHENC EflofR (T7 = 1.395)
£ b b ERBREICTY.

PY il MSA £, £LT, RY Eflo7 vy VHHEOLEL 5, MSA FHiK Lo
fﬁ%ﬂﬁﬁwg&)ﬁﬁﬁfé5#§#%%ifaa.PYﬁﬁthﬁA$E®7Uwvﬁ

ﬁ#in

Blf(m}=—f(r)+ 1+ f(r)], (4.5)

LEEETIEFTED (f(r)=g(r)—1—c(r) £ ENER (45) i3 PY EBOT ) v VB
MY, fir)=g(r)—1 & EniE R (45) it MSA FHO7 Uy VHEBILR D). 7,
RYﬁM@#UvVﬁ&(ﬁ@Bm)wﬁ%ﬁwﬁ,Eimuﬁ@m)tﬁﬁoﬁm?éé.
F(45) IKEoTH5ABRD Bf(n)] t, BE f(r) oL W AL HT, AFA

B[f(r)) <0, (4.6)

FEMETS. RY BT )y V%K (X (2.86) K2wTh, COFRFAFBREINDS L
BT o LS TE B, PYSEM., MSA Fi, LT, RY ABoELREWiE, B f(r) 2
kbﬁ?éa.dﬂ@ﬁmmﬁﬁzﬁﬁf7&7W®ﬂgﬁﬁzmﬁgvga:t#%,%
ﬁﬁﬂf&ﬂﬁiﬂﬂﬁit%%%%%o%@t%i%h%.Ltﬁof,tﬂ&SO@ﬁ
Bt o THESRE g(r) 0F - RERESHS R, EFMICALE ) 2HEERT O TR
Sha. RY 8o ofr) 78BS HERI B I Ea -y ¥ Ialb—¥a YORELHEBR
Lol c b3 EE+TDE, L7 )y VENOH - EEMESSIC MSA FHETHEML
ELTHELWY g(r) *BETS 5 LREFLK L, BRNREOMEc ERCERT AL
BlrET )y SHEoEE, thbh, B AT IALE PO TEIILENHD.

4.1.2 BEXIAT7ITILEETIEA
oA TR LA-E S, 7y VBRI, oMoEELE n—2 oo R»rLEREN
AEXETATTTAH ,(1,2) 1T 0T,

B =3 en(,2). @)

n=4
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EBEERIND, (1,2 0¥ A7 7 LRBERIE, fRKYFIRLBDE A-FUFITES
bRD20o0H5
n(1,2)={1 L 2T5R_AVENHEID22o00EH, n-2HOHDH o),

FLT f(4,]) RvF Do urBERYA775 000}, (4.8)
={l1 L 2TIRNMENLMEL O2o0EA, n—-2HOBOE pV3),
FLT RS RyE»ohdBERSATITL0H . (4.9)

SD22o0F AT AER A7) CRALTE SRS B(1,2) #EMitdoTh b, R
A4.7) ORNZHFRBOT AT S ATHBYB O L2EFLH L, X (48) L (4.9 oELE
BRIZKECERE, RU9) KERD ARy K f-RUFILAF AT I AIEHTAS S
ENTES, CokE, K (48) k(49 o o) KHLTRRkCHESEE T B L, #BED
BIBEINEL DT AT 0 (fRAVFRH) 2FATHRETTHS [57]. LidoT,
K (4.8) CREEZLHEATETH 05 AT/ A0RL LTS, & (4.9) T HEMNEX
DFATIILNEEETRTL VIO LTELERE. '

Usmani & i1, ‘He ® 2 SHBEROFEICB VT, n=5 $TCOREY A 755 A%5
BL, B(1,2) & e(1,2) oz,

B(1,2) ~ (1 + s)ea(1,2), (4.10)

BRAY—I X OBBRFRKN T o EERLA (B3 ST, s@AF-) ySHEFTH
), Usmani 5 O ETI}, s~21~27 T3, Iyetomi & [chimaru X, X (4.10) ¢5
ZONBERT ATV TLDRr—Y) v EETTEL,

B(r) = f(r)es(r), (4.11)

RBAT—V VS EEL, IRSERT I ARCBALL (54, 22T, f(r) ERK
FHEb o2y —y v B TH 5, Iyetomi & Ichimaru ik, £ 4 YIREF VP LR
B(r)|r=0 O Bg(0) ¥ fi o T

_ Brs(0)
f(r) = (0 (4.12)
) p
flry= [Bf‘;?(()())) - 1] exp [— (g) J +1, (4.13)

LH2EHOAr v EEPHY, MELERLULER, X UQ13) 025 —Y v 7R
PERTVDERRZTT -, 301, R 025 —) V7 EAB*E-T, | RSHHT
5 ARHROBEHNERIIBITE glr) FRIEXRTEY, av¥a—ydial— a0k
FLERKRIC, gir) OFE2¥ -2 0FEFHEA L TWE 55l & (4.11) BLUF (4.13) 2 A
W3 L improved HNC (THNC) Al & L5,

Ballone 5id, 20 AF —N—ffHOEZ FIT L7257 - T IHNC A2 IEL,

B(r)=[1 = f(r)]Bpy(r,o) + f(r)es(r) (4.14)
BTNy VHBERELZ [56). f(r) 37024 — - ELERBRCBRBNIZED 5B

T& 4. Ballone 513
_ N2 _
-], wie

EEh, 2EAs—OYRIER (A1) 07 )y VHEEEEL, IY¥a—F P 3al -3
YORRESV—HEH TV,

flr)=1—exp
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4.2 YIRBEFLICHT 3H L

BAIMTI DRI, 7Yy VHEOY - REERTOR MSA F#% RY 4K
lofﬁﬁf%ttﬁ?%f.&&(t%lmﬁ7ﬁxv%&8ﬁ—nyﬁw%%,£$¥
T2 AOBREROE ca(r) L Lo THMIFbhaborEL LN, UTTE, [HNC
JE{l4 Ballone boF¥i#fEL T, s—2yRIDIRT vy rvoEHEEEoE Y 7
bﬁ%?w«@ﬁﬁﬂ%&hﬂWCSﬁ&%&%L,:yﬁlmivslv—vay@BXb
REELE7Yy VEBRERET .

4.2.1 MHNCS ¥l

MHNCS(modified HNC integral equation for highly supercooled soft-sphere fluids) 1L
mm,Bmmeemﬁmaﬁﬁu,70v9%&®ﬁﬁ$%ﬁtﬂ¢ﬁ%f»mPYﬁM%
Awv, ZLT, B - REESHC alr) tHVS .

Bunncs(r, d) = [1 = f(r,d))Bpy(r,d) + f(r, d)ea(r) . (4.16)

& =T, Bpy(r,d) 3E®E d OBGERET VT s PY HBOT Y Y JHEETHY, f(r.d)
u7UvV@ﬁ®ﬁE%%ﬁt¢-Eﬁﬁ%ﬁ%%eﬁuoacﬁﬁ?é%.MMKSEM
T, 7OAF -1 E6 2T,

f(rd)=

s (259)] )

b2

2% f(r,d) #EET 5.

MHNCS Ll Bh B35 A —#it, BEROER d L f(rd) w&Ehd W022T
&a.cezooﬁﬁgwﬁﬁ@%mﬁb%ﬂﬁf—yfﬁ&ﬁ,ﬁﬁbbﬂﬂ@%lﬁ—
?@#ﬁ%@#~?—%ﬁo%@&ﬁﬁb.2%%??97»@&Uﬁm;6f~ﬁwﬁ%
BobDLRETE (EI3EEBM ). OREOLAPFRE, dDHFTV—1IT7 X7
¥ % 5. MANCS FMT, viral FER L EREXSFBRAOBEEE LAV T X-5%
BEF A BN EHEOEREENERRED, ST A5 dERS Y=Y T KT YT TN
thz—ﬂﬂ—B&)@ﬁﬁt;of&%?%mﬁm.H&)@Eﬁ(r:ﬂ)tﬁﬁ%ﬁu,

H(0) = B[F=(0, N) — F*(1,N - 2)] , (4.18)

@i%n.%%@Eﬁl%»#—Ft%ﬁwaawy::T,Fﬂmmnu,nﬁm(%
%Lt)ﬁ%ﬁtrn@@ﬁ%#%&é%%@ﬁ?y97wmﬁﬁféamx$»¥—?a
5. % (418) KEINBTYFUE-OE SO,N)-S(I,N-2) #*ERTEELAZ Y
tﬁ%fhd,ﬂ@ﬂ&mm%:%w¥—®§U@JU—WLN—mu;ofﬁﬁTéc
b#?%iﬁ.%3ﬁ?ﬁ&tiﬁm,ﬁ%ﬂﬁﬁnﬁH%V7}ﬁ%?wmlﬁ%éth
DRBI RN F— o i, HREEDFNREYET NV EERD

Bu =3+ b3, (4.19)

%% “Madelung €8 b PRWERBICL->THEBICL CHEBEsRE, R (419 i/, gir) @
W%I%»#—Kﬁ?%in%%%ﬁ%mﬁlE—?u&%a%i%:tu;orﬁﬁva
5. KIS, '

g(r) = £6(r — o), (4.20)
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ELLY. CSCT, algr)mELIE—softBTHh, 18 1B No CHBLAR
F—U I ENTHE. AEHERICENVT, L a iR, BZ—ETHILEI0ND (5
3mEBW) . R (4.20) A F-FER (2.24) RAT R,

Bu=3+21fp / u(r)é(r — a)r?dr
=3 + 2nf(apl/3)~(n-2pn/3 (4.21)

En Y, b=2nf(apt/P)~"D % B Madelung BRI+ 2 RBEHPEB LSRG, 200K
FHERELIERTHOMRPLA N F— yoovrled 3 o | RENORFEEF—ETHB T &
b, & (421) BB a % 2B tBERIAIEICLoTELRS ;

ﬁucoupled ~ 8+ 21"(71—2)/3[)1"”/3 . (422)

L7z -T, X (4.18) o PEBLEL T,

H(0) = 2u — fu°ePled
~ 2p0"/3(1 — 2= (n=2)/3)
=2(fu ~ 3)(1 — 2~ (»=D/3y | (4.23)

FEROR A, BRI, MENCS LT, % (4.16), (4.17), #LT, (4.23) »oBREh
THY, X (423) *METHLHICRIEROEZR d s HET 5.

4.2.2 V7 FREFIICET 3 MENCS B0

LFTiE, n=68I0F 1208<RERF 70 (K (31) LLoT2&RF>T 7L
PEALNBV 7 FEREFNICOVWTMINCS EBFERA L, Boni-fE - B EHE &
AVEa-F Y Iav—TarORBELrORBRYTS.

MHNCS A ORGHBEAOMMER &, {3 A ORBHELMHE CITRLE afr) 0Ff
BErfatbeadl LeROz BBERESVICHT 2 PY SER® Bpy(r,d) &, Wertheim
& Thiele [10] 12 £ 2 ¢(r) OB 2, £ L € Smith * Henderson [11] 2 X B g(r) D#
HWLZBERWTHELL., X QI KEThENSA-F WH, T RToFEIISVT,
—SEMH W =02013 L& ol BB, hr) OBMLEEC () 52 W BEESLEVI L
25 [57], HNC BB 6R® 72 h(r) 2 A-F Y FELTHWY, ar) KETsHEHEY S
RN Al

Table 4.1 B & * 4.2 12, MHNCS A » 5RO RBHES, PF/p L BT EHME
x?4=ﬁ@mT4%,:VEJ—ﬁvilv—v;ywm%LRYﬁﬁ,%LTRHMCﬁ
PogRedbictiol, EHHEern X 512, MENCS £l & s h - REFBR
iE, BEOBSHERIIVAZZIT, 30 ¥a -9 3al—-YayngREI(—HKLTY
. —Fh, MENCS &iflo x5+ 1 id, n=6 & 12 DWFhoBELicH, RY % RENC
EPOHEREHBLTIERMETHE, x5 L RELTH, RKEFBEROBS LA, o
YA S U Iab- Vs vOBREMBTEIESES LY, LALRNS, IV Pa—
Frvab=—varyrldEFRL N (WFEENTIEENLE) 01 D0ES LERTH
BRI, r> L2120 T g(r) 8B T2 0T, ERMFHERL (232 ics3
Xp ' OREREETHE. COLIRHEOLD, Tv¥a—s L Ialb—Yaro g(r)
ok, n=120T=08 KNLTCOABETED x3 L DELHE T2 LXTE, 20
FE% Table 4.2 iZ/RL 7=,
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Kﬁwfﬁzg—ﬁwﬁﬁ%ﬁﬁuﬁT.C@%ZE—?@ﬁﬁﬂ,n=6KOwTPZ&£
%Lr,n=12uowrr214®ﬁﬁmﬁan,:yez+yv3;v—vay®%%t
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nﬁ[%Jﬂ.:yzn-avslv~75yu;ofﬁBHmﬁ@Hﬁ¢$ﬁﬁzﬁ$u,
vs:u—v;ym;or%ﬁvgémﬁmﬁﬁmu%ﬁuﬁﬁTéCtﬁ?é&“-%0
ﬁ%,wﬁnﬁéntﬁwtwaﬁ(ﬁ%@ﬁﬁ)ﬁ,mﬂmﬁﬁ—a%xﬁ%&%ouL
fw&%mt%ift#ai.$$,:yel—yvslv—vayﬁaﬁentﬁ%ﬁﬁ
wﬁﬁﬁnx%&&?%ﬁﬁﬁ?%:tu;of,ﬂﬂ@%e—yﬁibﬁ%n&n,ﬁﬁ
AEBEE LY LHEBEAOBSHBERTD g(r) &2 V- 2080 HRATWS (58], L&
ﬁof,MMWSﬁﬁwﬂﬂd,+ﬁﬁﬁﬂLT¥@ﬁ%KﬂELtﬁ@Hﬁ%®ﬁ%K
HinLTwadbobfEmoTonsd.

ﬁ@ﬂﬁwuzwanﬂmCSﬁmoruwvmﬁBmmwﬁ)u,%wm-ﬁﬁ%%ﬁ
TR LEAIBEVERT (Fig. 4.1 BLUF42 ¥88H) . Buuncs(r) oEEE, g(r) D
2E—aﬁﬁ?ﬁ%?£h,ﬂﬂmﬁzEuywﬁﬁuxﬁm&&%%%thwa.E%
% (4.16) » 56242 X 912, Buuncs(r) PREE %R 5 B\ iey(r) KEBZHDTHE.
ﬁg¢3K,meSﬁﬂ,RYﬁM,%bf,3781—9931V~?37#6*bt7
oy VE¥ AR L. MHENCS il U v V%, RY FoEat8ehara—7s
vs;v—vaymﬁ%tﬁbfl<—ﬁbfw&.RYﬁM?hﬁA%&f@,7Uwv%
HRECAEZVWLYOofELYE 5T (X (4.6) #2:8), Bypncs(r) o9 - EEMES R
6%6%%(3&%=0§b0®&@)%%#&w.Ltﬁof,q&)@ﬁ%%ﬁi&wRY
ﬁ&?m,ﬂﬂw%zE-7®ﬁ§%§ﬁ?%:aﬁvgamatwvaa.&ﬁ,ﬁ@ﬁ
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BRI E2 Y — s 0RBO %W g(r), ThbL, RY ELS RHNC 0 LS 7 B 2
HOEESLIL EAEOHERESAD. '

Fig. 4.4 B XU 4.5 1, MHNCS sZfi® g(r) 6RO Wendt-Abraham b R £ % 1
E&ﬁNCEET.MmKSﬁMmB%anmRu,RYﬁM@ﬁ%;U%ﬁé&ﬁrb
D, av¥a—4Frial—varofgRel C—FLTwa, $7, Nog nfFRiE, MENC
ﬁﬁtRYEMwan@%guﬁwrb,ﬁ%ﬂ%ﬁuﬁwab:mnd4f&U,:
yul—yvs;v—vayoﬁ%a—ﬁufwé.Rﬁ&ﬁN@@nKﬁ?%ﬁﬁﬁu
BehThHh, Nk n (n=6) DHF, ETK&% RBLU Noc DEZFRT. i,
Fig. 4.1 & 4.2 R L7 g(r) OlBr bR LI, KE%n (n= 12) 13k g(r) 0%
E— 2 MPN EICERL TR, .

PLER~RTE - L 3=, MANCS 3B, @ CAMEOREHRRICNLT, V7 M ERE
FLOBEB L UFRHEHEE: L (BRTA. MHENCS EbBLN-BEHY 7 MK
%?W®2¢%ﬁ@ﬁu,:yal—yvs;v—vayu:ofﬁentﬁaxﬁﬁozﬁ
ﬁﬁﬁﬁtﬁﬁt,%ze—¢wﬁﬁ%ﬁ?.ﬁ%,ﬁﬁxﬁﬁmﬁenazﬁﬁﬁmﬁw
.%28—9@%&@,ﬁ?ZEﬁﬁﬁ%ﬁ&dﬁébwt#i6nT%t.L#L,MHME
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Table 4.1 Thermodynamic properties calculated from various integral equations and the
Monte Carlo (MC) simulation for 6-th inverse-power potential. The first line of each T
shows the equation-of-state P3/p and the second line the reduced inverse compressibility
x5! = Bpxr)~". The values in parentheses are the hard-sphere parameter dp'/? for the
MHNCS integral equation. The MC data were taken from a numerical interpolation of the
gimulation data in Ref. [30]

T  MC MHNCS (dp'/?) RY RHNC
1.4 18368 18772 (0.90402) 18.689  18.600

42.698 49.523  48.520
1.8 24.144 28.680 (0.93725) 28.577  28.422
66.265 78.152  76.812
2.6 55198 (0.97810) 55.147  54.559
128.56 155.91  154.58
3.0 71.778  (0.99361) 71.789  70.684
167.80 204.86  210.10
3.4 90.574 (1.0068)  90.668
212.37 260.51
3.6 ©101.01  (1.0068)  100.95
233.03 290.86

Table 4.2 Thermodynamic properties calculated from various integral equations and the
molecular dynamics (MD) simulation [39] for 12-th inverse-power potential. The first line
of each T shows the equation-of-state Pg3 /p and the second line the reduced inverse com-
pressibility X}"l = B(px7)”!. The values in parentheses are the hard-sphere parameter
dpl/? for the MHNCS integral equation.

r MD  MHNCS (dp'/?) RY RHNC

0.8 8.414 8.343 (0.90736) 8.315  8.410
22.5+0.5  22.034  24.940  24.897
1.0 13.770 13.791  (0.94876) 13.604  13.768
38.441 45.936  45.670
1.2 21.940 22.179  (0.98163) 21.687 21.863
64.014 80.257  79.305
14 34105 34.561 (1.0087)  33.674 33.146
102.16 133.70  139.18
1.5 42.499 42,598  (1.0207)  41.538
127.05 169.57
1.6 52.753 52.009  (1.0068) = 50.887
156.01 212.67
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Fig. 4.1 Pair distribution (solid curve) and bridge (dashed curve) functions of the MHNCS
integral equation in highly supercooled regime forn=6 and T = 3.6. = = rpi/®



JAERI-M 92—181

2.0~

4.0~

3.0

gix),BXx)
S

1.0 2.0 30 40

Fig. 4.2 Pair distribution (solid curve) and bridge (dashed curve) functions of the MHNCS

integral equation in highly supercooled regime for n = 12 and T' = 1.5. The molecular
dynamics result of the pair distribution function is shown by the dotted curve [39]. z =rp

1/3
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Fig. 4.3 Comparison of the bridge functions obtained from the MHNCS integral equa-
tion (solid curve), the RY integral equation (dashed curve), and the molecular dynamics
simulation (dot-dashed curve) for 12-th inverse power potential at T' = 1.5.
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Fig. 44 T dependence of the Wendt-Abraham ratio R. Points marked by A, e and o
are those obtained from computer simulation [30,36], the RY equation, and the MHNCS
equation, respectively. T, indicates the coupling constant for the softness parameter n.
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14

Fig. 4.5 T dependence of the coordination number N¢. Points marked by A, e, and o are
those obtained from computer simulation [36], the RY equation, and the MHNCS equation,
respectively. ', indicates the coupling constant for the softness parameter 7.
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5. ASEBEROEE & BT

ZBT, Z4ETREL S MANCS EMOBSHELY 2HAY 7 PREF VICHE
L, BESEES L CESHERC BT 25 L Rt Ry, 2HROBEROBIRICHT
AREMTER TS, HogognE, RENTFOERER (0/o, 02 > 01) BLTF2HR
FULPADVTRARACKELEASR, REXEFEEZLTESPVWEORF Y7 N
RHOWHIE Y, ANHFRC B TARERrHE BRI Lottt $ 72,
Kac 7 v ¥ 7 VERI L TROAEN—R0EH BT 2BHOREG R F V¥ -k, Bk
TAANEECHTIEBRERE L UM - EBMC I —HL.

5.1 2RABROHE LRSROBR

WS TRLIEI K, 2RSBEHFOBEER, B2 4TAME g;(r) 1T & o> TRk
&R, gij(r) P ORBEFER 2 COFERBEETEBNFNREEROL LN TES, B
HOMSECHTIRE R, ERSVEBEOWS EIXH L THROEBEI AV F— 5L D
ESRBETIP Lo THRESHE, RFFEOWw ¥, Tibb, EREMNERELFEX
(2.32) # AL T2 BOAEECHRTT bR L I, BRTOERTOBE® &L, &
S2ESHEBEE-TEERTLPTESD (L, 59].

T oHEoNfrEhTh Ny, No gk, LRFEN=N+N OfERTELE.
Iz, BESORFEY, ThEFN, ANy, AN, ZHEELA-EEZLS). TOLE, &1
5o BBE ORI Az i,

Ni+AN;

Agq = -
T NTAN, + AN,
_N1+AN1 AN, + AN» 1 _1
Spi R G_ : ) 71+ O )
1 1 -1
I — —_ 5.1
N($2AN1 T1ANp) + NO(N ) (5.1}

LhB. BLXOT VY YT AR EERIANE-ORICK D o2 2 BE [59) %
E:‘? tl

| ; |
B(%ﬁ%}T N;=(Am%—1, (5.2)
VB, :

PELNE,. ZIT, G Gibbs DHHZANF—THB. Lo T, HTHOEHE,

92G
ﬁ(—y) =0, (5.3)
3:1:1 T,P,N

FEil, SERYX [S. Kambayashi and Y. Hiwatari, New empirical bridge functions of integral equation:
Application to the binary supercooled ligquids of the twelfth inverse power potential in Proc. of the Yamada
Conference on Strongly Coupled Plasma Physics, edited by 5. Ichimaru, p. 683 (Elsevier, Amsterdam, 1980);
Theory of supercooled lguids and glasses for binary soft-sphere mirtures vin a modified hypernetted-chain
integral equation, Phys. Rev. A 42, 2176 (1990); Instability and phase separaiion of e binary mizture: The
role of shori-range repulsion and core-size ratio, Phys. Rev. A 46, 1014 (1992)] ATV THRELLHDTH
5,
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Th.
% (5.2) OEBIENS (Ard) 1, B2 ETHAREEHT

(Azd) = N~2[z3(ANE) — 2z120(AN1ANg) + THAND]
= N"2g3z,N + 2322 N
+0%(z122)* f / [g11(r, ') + g22(r, ') — 2g1a(r, 7")]drdr’]

=N"1 [1711'2 + ($1$2)2ﬂ /[911(1‘) + g22(7) — 2g12(1‘)]dr] , (5.4)

LEEATAOLNTE, B 2ESANK BRI AV F-2EUHTEEIALLT,
-1

B (323) [ 2
= | =5 = |z122 + (T122)°P [911(T)+922(T)-2912(1")]d"] ) (5.5)
N\Ozi /1 pn ./

FELND, Lh—KRIIC, ZRAKBRESTD PiEoBEO®L EH L, BHREOMOMIIH
+TERERFBEFTAHICE,

Scolk) = 228y, (k) — 22122512(k) + 21 S22(k) (5.6)

KloTE®snsBE-BERERT Sco(k) AV 5. S;(k) o HERTF R,
9i;(r) &

Sij(k) = zibi; + m,-mjp/exp(—ik ) [gij(r) = 1]dr, (5.7)
R BEEERSoTVS, ST, & RIOAYI—OFTNIRFTHL. & (5.6) & (5.7)
»6, 3 (5.5) & Scolk) T,

-1

. B {8*G

lim Scc(k) = —(——) : (5.8)
k—0 N \ 9z% TPN

rEaEIN, X (5.3) THEALNLHESERORER,
]]i'% SC'G(k) — 00, 7 (59)

%% [58), LdoT, BREOHWSE AT 2LEEHOBBEN RV EATR, Fash
P2 lERF VY7 B b Seolk) ¥ ERCEEL, Scolk) PBINFERHST A-F (EDH P,
BET, BEp, BE 1) PERF UV TNNRNT RS (U,‘j, €5 ) T aEEREYR
RHEIEMBOERELLS.

IR BT EHTBOEUN T ELIEVWEEET 2D, %?E@EHUJ:H’
&5 (3] wTHEE, By RFRICFEL, HFERFLRCE2CKEETAI LRI
T, BMrEETE. CORTFRETR,

G= N(m;,u? + azgzu,g) + NkgT'(z1lnz) + zolnze} + Nwziz2, (5.10)

Lo THAROBEHIANE— SR 6N0E, TOT, uf BMRLZE IRFOMFRT ¥ V7
MTHD. $7-, w i interchange energy EEENZETHY), B 1IRSLFE2RIO ]
HOETFHPANBILEERELPIAMY—OWGY 2w 25 HREHRSIND [59)].
& (5.10) PH2HE, FRFO7 AT OMAELEPHELIT Y red— (BREox
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yrEVY-) ThHY, BR¥oIrdBEOEYES, LzdoT, w0 OBFEFICE, FBT
YRS L TEBI T LN L o THADHBHAI ANV F-PBPTE2OT, YOI %
BBV TLBREREETHS. BiC, w=0 OF#EIE, BEEHE (ideal solution, ideal
mixture) EMERD. —F, w> 0 0BES, BREIESBOBENEED, H2EE HIHE
OEREE) DTTHHRI2HACSET L. BFEE W TL2HIROEREE To(z:) 12,

21220 (5.11)

Teo(z1) = o

THL, i, X510 THIORFHHTANVF R 5.8 IAALTRLEND Scc(0)
DHERH

T1%2 .,
LRIk ohs, K (5.12) ofdk, BHEBHRIIHLTHEL 2 L), BRERCBY
THEOzEd. LzdHoT, zi29/Scc(0) i, BHOEEETR TS A -7 0fH+ 57
T [60].
Kz, A% 1 EREL. (“one-fluid” approximation) &IFFENZEETE - T, Sccl(0)
DEABEVEEET L[, 61 £7,
uij(r) = eijulr/oi;) , (6.13)

DL, 120HBur) KR LT, RAVF—EREQOAT—NVOEBEIZLI o T24FT
Yy hug(r) BELbRAER, Tabb, MELRGOREREZT LS. FH 1 ESE
Bz, ToLd2EEORT 2 GIHEYK g;(r) £, d5 1LEGHE (F% 1 BSEE) ©
2B ger(r) KEoTEBPTEDTH N, gi;(r) & ger(r) oBESH Rtk =T
FEENRD, BLMEAFER, g;(r) PTRTELVEB(H DT, “randam mixing” I
BEFEINRD, COEMBTE, Scolk) DEE»SHOPZ LI, TNTOHEEIFBES
BWend, dbarA, 2BEFV YT VORBTHFICE o TEROBRIIFZ 22 0T, randam
mixing BB EEH TV, 2ERT 7 uy(r) OBFBTRIAALTEELT, E
Bi¥s# (conformal solution) HE#E AW oh 5, ERBH T, B2 46omlEEED
L gtk 2 oAl L oEE % [61]

9i5(1/0i5) = g (1/0eft) (5.14)
PRETA. SO, o W, AR IRFEEIIBIERF V7 VOREST A-FTH
5, ok, HOBROREHRNT X -5 2120/Scc(0) &,

-1
T1Z2 |, _ pxTer\ 031 + 03y — 20
_ e
LHEERSND, LHoT, ERBEHEISBEBBE TR 2D, 24RF V7 VD
BT A—5 o EAR I RTBEOFREMRE xrep WKLo THEROMTEIINT LR

EUFREENRD. B8, oy ?°

Jﬁzﬁgﬂw (5.16)
LI MENCERI N T EHEROBE,
031 + 03y — 201y > 0, (5.17)
PECERYLo0T, AL |
ﬁ%ﬂ>1, (5.18)

OHEDHIIHEHNSD.
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52 EFMRFLI7NE2RDPBEAICKHTS MHNCS il

QRAYV I P REFIVE, BIEBIUEABR TRV B LIRSV 7 P REFVE 2R
AEBE~LELEEFTIYETHY, BiRDLE JRFOMO2ERT ¥ 7 VW

Gii n
uii(r) =€ (%) . (>3, ou=0;, 20y = 0; + 0j) (5.19)

Klof%i%ﬂ%(CC?,mjKWLTﬁ@l&T%i%ﬂémﬁﬁ%ﬁ%Lt).lﬁ
SV FREFAOBE LA, 2EAVIIREFNVS Ay — U Y7 OREMRI LD,

T = pod(e)¥™, (5.20)

TE%%ﬂ%ﬁ%EﬁF.%LT,%I&ﬁﬂﬁﬁﬁxl@29@&&&%3?@&%&9
TEORDBHFREBIEEENRD. T 2RV L, I i MF—FERX (2.100) & virial 8
% (2.101) ik, #hEFh

3 1 13 " *—1n *
fu= -2- + 5]_’“’#32;%: [:1:,-13- (%-11) /1‘ g,-j('r)dr } , (5.21)
P6_ | Pmagny [ee; (22)" [ =g |
= 1+ 2T ;; ziz; { o f’r gij(r)dr*| , (5.22)
@;5ﬁ§$§§n.1&ﬁv7kﬁ%?wtﬁﬁu.ﬁ%l%»#-tﬁﬁﬁﬁﬁ@ﬁﬁ
W Pg U 3
TL
_E_._1=§(_F—§), {(5.23)
FlErhE, ¥, SAECERLER 1 KowEE
n 3 2
Uer(T) = € (Jiﬂ) , lem = (EJEIE) r, o'gﬂ = izjmimja?j s | (5.24)

REoTE®TAE (1,62, 1RAV 7 IREFVEORBEDFRT V. BTFTR, 28K
FU T P REPVOBRIFEMRED T -5 ELT Teg BET 11 THV3.

TRV T P REF M, BIARF VT ARGATORVAD, FRCKERENER
. L BEMLAL (BE) tBY 2BHoMELERT 210, H3WTHo L 1RIR
OB IFEF NV ERAMK, I (5.19) OBREFT 7 VT Kae FFT ¥ VTN

2y(r) =~ exploar) s (@ >0) (5.25)

%ﬁﬁMit%?w%E,T&btzﬁﬁﬂﬁBﬁ%?Wé#inu;m.%b#%ﬁm%
Lotk yo 0T 2E, 2ZRABEIRET VI,

P8 _ P 2
PB_PB _ 4rpBs mizjas (5.26)

%% van der Waals HOREFBREB(, Z2T, B, oy =07%bL2RAV T T
REFVOEHTH S, & (526) 12, EA—EOEGELHMT AL, HEEK Tr ERET
OREEMME LN, EEOAGIBT IHYWHLBEOCHEBLLTRDEI LN TE .
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48T~ MANCS 883, 2OV 7P REFIANBEIILRT I EHTE L,
2 FRICBIT A MANCS il 7 ¥ v VI,

B;jmuncs(r, di) = [1 = fr,di;]Bijpy(r,d1) + f(r, dij)eai;(r) (5.27)

KEsTHAGNRE, TIT, Byey(r,di) i, BE d & dy @2 RTHMERET VIC
¥ 5 PYEBO7 )y VEETHY,

d_oz 4% (5.28)
RAET B, e5(r) i, BREROERY A7/ 7 A

1 5 _
€4,i;(r) = '5;02 3 Zﬂikiﬂl//hek(?"')hﬂ(f'")hki(|7" — r"Dhij(lr — v Nhyi{ir — r"Pdr'dr”
P '

(5.29)
Ths. I, B f(rd) i1, 1RGROEE LR,
f&ﬂ)z%[l+ﬂmh(£%ﬁ)], (5.30)

LA ERETA.

2% o MENCS scBn 2,85 2 — 4 i, BIEROER d; L f(r,d) K&Th?
Wo22Th%, 0L WilowTR 1 EGRoBe LRk, 24K 7700k
hFL LT —EOELE2LDEHEL, df PRET V=S 4=5 T H, 7Y —17
A= d W, 428 TR FBEKELT, A2 )~y X RF s MR FIHLTHRET
b, 2RAFRTIE, 300G ARAZ V-V ETF Y TN H,-j(r)

Hi;(r) = =vi;(r) = By(r), (5.31)

FEFSN, KX (418) LAK, ERNFRORLE (r=0) BT LY, FROEFV 7
MIERTAIHHIRINY— P LHALTVS |

Hij(o) = B[FGX(OZ N1, No) = F(1; Ny — 61 — élj,Nz — 895 — 52_.,')] .. (5.32)

X (5.32) DEBE I REIMKSRTFHOLRHROBHIANF—TH Y, HF2HIE (KT
DEFIO2LB JRGORTF LI o2OBGHFNE I 2FUCHEROBHIAAMF -THE. &
T, d ODREFEREEHHEICTEI A0, ()T o VY—0FSPERTEZIRL
A, ()P ANF—ICBELTED L R EE (v =ueg) PREZT D, £WVH 220

BEEZzBL., TORELR (4.21) BLT (4.22) # 6

2 2 5 o
He(0) =) % ziz;Hy(r) =83 ) zizj[2uy; ~ uf;-’“"led]
i el

= 2ffter ~ Bugy™

= 2(Buer — 3)(1 - 27D
~2(fu — 3)(1 — 27 ("=1/3) | (5.33)

DL YT, He(0) & IRFH Y ORBPIRANF— u £t ORFER2 T, X (5.33) 2
BROER 4, OflEELL D,
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5.3 2EAYV7FBREFIVOASEICHT 3REXE

RSV T NREFMOHRT VY 7 MNT A~ BERETOEENL 02/01 L FT7 V¥ 7
VDU TRAA D D2oThAE, LiztioT, COEFVEROHEFR N T2RERT,
SAEH D LB 1RSORBE o CEETIEIPYTEL, oofor BLU n OEKESR
xnz. LT, MONCS ERoEFFRXOBL HTEORER/ T A — ¥ 1132/Scc(0)
PEEL, HERLVIFFAIMNTIEFEEZEET S,

5.3.1 BEFRLEOBRSEHIET B5E

4 HABICHTAERNTOERL oof/oy OREEBELLETIAOKR, n=120
2&%77%&%?wuowf,4ooﬁ@maﬂm=LLLmL&L4%%i,f%&ﬁ
ﬁ(nﬁ=aw,ﬁﬁgﬂ&®ﬁﬁ(nﬁ=Lm,%Lf,ﬁaxﬁ%ﬁﬁ&wﬁ%ﬂﬁﬁ
(Te = 1.5) @2 &I LT MHENCS BB O# % R 7.

Table 5.1 i, RMHFBER PA/p L SBERE xr OFERERERT. WTHOKRY,
—%ongmowf,mm1tz1®&hﬁmﬁﬁh8ﬁﬁﬁf,L#ﬁ.1&%?7%&%
FALORREIZIZTELY, 2% ), B LESEBE, REFER L FRERBIIOVTEL
BOToTwa, I, REFRXOKRER, Tv¥a—FvyIalb—¥vaY0mR (22 24
LB L (-BLTWE. SBESEOKRY g;(r) oRBORES S Er L HTHED
%#ﬁwimuﬁabﬁbﬁat,2&%77Pﬁ%?»ﬁé(ﬁﬁﬁ%%é&w:tn&
3. LiL, EvFasasiav—3avofE (63 PUATIRZWEEFRT LI,
TSV 7 FREF ML, SHONLRANESBOEREFEL, A 1 RSECC S 28T
&M (5.18) FELYTFHIZES 2 2w LAhh D,

mgaz535;054n,mesﬁmwaﬁant%ﬁzﬁﬁﬁm&mﬂﬂ%%?.
ﬁﬁﬂﬁﬁ(nﬁzunuswégmﬂu,%25—7@ﬁ§§mognﬁb,:ye;—
5vszu—v;ywﬁ%t;<~ﬁbrwa.nﬁ=stmﬂﬂu£ETéa,%@%
ﬁuagmzaqwtbﬁu:of#tb%ta:zﬁb#a.m:oarm,3omﬁﬁ
QAR OE L Y =2 i, oo/or DENFICELTIHEREERFE. LrLLEFL, 5
FRELLTWL EHRAI gur) PELE-—2HFEILD, oMM Fig. 5.4 #oHO >
nrIH, 1 =09 oS, EICEETHL, OO g,-j(r) DE1 Vs oiEs8Evii, B
P gy(r) OABOREOHERERLTEY, HEEFREVIEE, £LT, MERNTO
BEBE (z;) PRELRZIRLY, HOoEm @z sc LRt db0LEIONSD.

0 gi(r) OB ¥ = ORBTE I, Pig. 5.1 KRLAHFEORER T X —F
2122/Scc(0) PEHERZR L LI(HIBLTRS, ol 2122/Scc(0) &, TNTTFRMLT
55T, 2RSSV 7 FREF VHED interchange energy w ¥ H2 I L ERL TS, CH
i, SRESEOMEE gi(r) OABOEES SEPND 5132/5cc(0) PERLE (L)
LR TRE, FEEHOAE VY (Tg =08) RELBWIL, 122/Scc(0) =1
TH), FIZEEBEREERTIENTES, L LEHS, g PAEVARINFRTHE,
K& % gofor REMTBOBATHRL BHT L, 2% 0 8132/Scc(0) » 0 KETL LW
HobThs. ¥, 2179/Sco(0) @ =) HAFMER, 20 =05 12K LTz <, R (5.12)
R LABRTIRENOBELEY (2 =05 THEA) LR EoTWD. = ® T133/Sec(0) P
HEzEsEVE, BEREF VT2 EERREORRLAKRTSH S [64).
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Table 5.1 Thermodynamic properties calculated from the MHNCS equation and molecular
dynamics (MD) simulations [22,24] with the 12-th inverse-power potential at [eg = 0.8, 1.2,
and 1.5. The value in parentheses are the hard-sphere parameters d; p!/® for the MENCS
integral equation. The MD data for o5/¢; = 1.4 were taken from a numerical interpolation
of the simulation data in Ref. [22]. ‘

MHNCS MD
Yo 71 o02/o1 | PBfp Blext)™ (d1p’®) | PB/p
0.8 0.1 1.1 8.270 22.458 (0.8298)
0.8 0.1 1.2 8.278 22.573 (0.7662)
0.8 0.1 1.3 R.298 . 22.666 (0.7109)
0.8 0.1 1.4 8.323 22.746 (0.6627)
0.8 0.5 1.1 8.231 22.823 (0.8639)
0.8 0.5 1.2 8.246 23.305 (0.8238) | 8.481
0.8 0.5 1.3 8.312 23.759 (0.7845)
0.8 0.5 1.4 8.409 24.206 {(0.7469)
0.8 0.9 1.1 8.267 22.495 (0.8958)
0.8 0.9 1.2 8.275 22.709 (0.8866)
0.8 0.9 1.3 | 8310 2295  (0.8761)
0.8 0.9 1.4 B.365 23.258 {0.8646)
1.2 0.1 1.1 22.232 63.885 {0,8935)
1.2 0.1 1.2 22.288 64.115 (0.8245)
1.2 0.1 1.3 22.377 64.371 (0.7647)
1.2 0.1 1.4 22.482 64.666 (0.7127)
1.2 0.5 1.1 22.175 64.811 (0.9291)
1.2 05 1.2 22.352 65.739 (0.8839) 22.243
1.2 0.5 1.3 22.684 66.794 {0.8402)
1.2 0.5 1.4 23.108 68.204 (0.7991}) | 23.11
1.2 0.9 1.1 22.227 63.968 (0.9644)
12 09 1.2 [22302 64472  (0.9536)
1.2 0.9 1.3 22.474 65.225 (0.9415)
1.2 0.9 1.4 |22732  66.272  (0.9286)
1.5 0.1 1.1 42.690 126.734 (0.9298)
15 01 1.2 |42.824 126759  (0.8576)
15 01 1.3 |42990 127.373  (0.7954)
1.5 0.1 14 43.195 128307  (0.7414)
15 05 11 |42.608 128179  (0.9290)
1.5 0.5 1.2 43.036 129.200 (0.9182) | 42.806
1.5 0.3 1.3 43.748  131.173 (0.8723)
(

1.5 0.5 1.4 |44.650 134.540 (0.8296) | 44.76
1.5 09 1.1 |42679 127.040 (1.0036)
1.5 09 1.2 42876 128.300 (0.9921)
1.5 09 1.3 |43.302 130.356 (0.9793)
1.5 0.9 1.4 |43.915 132903  (0.9657)
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Fig. 5.1 z1z9/Scc(0) vs the number concentration z; for ogfo1 = 1.1 (solid curve), 1.2
(dotted curve), 1.3 (dashed curve), 1.4 (dotted-dashed curve). The curves are obtained
using a spline interpolation of the data.
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1/3

Fig. 5.2 Partial pair distribution functions and the bridge functions calculated with the
MHNCS integral equation in a highly supercooled regime (g1 and By, solid curve; g12 and
Bio, dotted curve; goo and Bag, dashed curve), I'eg = 0.8 for o2/0y = 1.2 and z; = 0.5.
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Fig. 5.3 Partial pair distribution functions and the bridge functions calculated with the
MHENCS integral equation in a highly supercooled regime (g11 and By, solid curve; g12 and
B2, dotted curve; gao and Bgo, dashed curve). I'esr = 1.5 for o9/o1 = 1.2 and z; = 0.5.
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1/3

Fig. 5.4 Partial pair distribution functions and the bridge functions calculated with the
MHNCS integral equation in a highly supercooled regime {g1) and By, solid curve; g12 and
Bys, dotted curve; gos and Bao, dashed curve). Teg = 1.5 for 02/01 = 1.3 and z; = 0.9
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5.3.2 V7hZIOESEICT SEE

ﬁ%ﬁuﬁfazwﬁiyvrwoyvk%zo%ﬁ%&&%ﬁ,mﬁﬁﬁﬁtﬁ¢7w
wUgﬁomuaanaﬁ%mmﬁmwﬁmuﬁmﬁfct#rga.mwﬁﬁﬁu,mmm
FOEELNKE CEDbREWEBY (0p/0) <10), BB TRELHHEL AT 2 (65, 66, 67],
—F BT A VEETHE, bR EEROBVIHIENEELREL TS [68]. £
AIE, BEAY LIRS LWEERE RS KCs (02/01 ~ 1.15) i, BREBEHHO LS ED
ﬁw.E%%wm%mkéwN%mwﬂm~L%)u,%ﬁuﬁwﬁ%&w@ﬂ%ﬁT,1
BV T PREFNETNAVEE LR, nxd~5 EEAHTETHEHRIRLTSOT,
BERRGH L kT Vv VS EoRsB T AREROEVE, 2HFT YT MDY T
FRAOEW (n=o0 & 4~5) KEREALTwAbOLFHEND, BT, n=4,6,9 12
%LT@ﬂijlL4®2ﬁﬁV7bﬁ%?wuowf,MEWSE&@E%ﬁﬁﬂ%ﬂ
X pnoBRvoRSRCRTARERKSLIRERERTL.

Table 5.2 1=, MHNCS 3E0l# 58 6 n 7 BE LS S & CBSHFRCBY 2 RBHE
X PB/p, EREHE x7, TLTHHE IR Neg

2 2
Neg=»_ 3 z:iziNyj , (5.34)
i 7 ’
Ni; =41rp[ " g,-j(r)rzdr , (5.35)
0

DIEZ T EB D (RIT, n=4, 0o/o1 =12 BEU n=6, 02/01 = 1.4 DBHHREAOKR

#?WQH,ﬁﬁﬁﬁﬂwﬁﬁﬁ%%%Ctﬁf%%#ottb?%%).CCT,NﬁM%

A1 REETHY, rmg RES2BSHEE gi(0) PR 1 BARONETSH 2.
gdﬂ@ﬁﬂﬁ%ﬁﬁ?%&,%ﬁ%lﬁﬁﬁNﬁtEﬁ%lEﬁﬁNﬁ@ﬁkﬁ

Nl.. 0'3
Ner = a3 (5.36)
N11 £ N2 € Nag, (5.37)

B GBI D Lo, Fig 5.5 WKL L Y2, MANCS siflo# i, K (5.36) o FE»
ERELTFRTBY, gjilr) ORBEMFER ) L -TWwinI Edbrd, IOEMIE, £5
POEFYITA (n=4Ek6) KOWTHETHE. Hin=¢47THk, X3 THFRD
nb Ny OFRERM/ARY L7127, N1y > Nig bhoaTwnd, LINoT, FHoIPWVERT
Uy LAEOBENE, RENTFORME I ) EAENFORMETA, HIEOEAI ML
Ezibha.

Eg&ﬁn,ﬁﬁﬁﬁ%nﬁﬁ%ﬁﬁﬁ®f%ﬁﬂﬁi—&mwﬂ&m@)@ﬁ%%ﬁ?.
oot ntIie, $TOH a2V T 2122/Scc(0) RTRATHY, 2ZHFVIH
RAEN n O LYo PHToEmMEESEERLTYRS, I, A nidl
xwy&mmyqomﬁdé,%6#w£iyv7wa8ﬂﬁﬁ%ﬁ:Lv¢w:tﬁb#
2. Bien=47TH, 0452 308 OHBEFARICBVT 5122/8cc(0) <0 £ % >TW
BY, CONBREEBTIEn=4,02/00 D2EAY 7 P REFVERSMERIL, KER
BHIBRTERVEFR ST oG, _

VI FARAICL AR EOEROE N ETENICERT ALDIC, z1z2/Scc(0) &5
interchange energy w ¥ &8+ 2. ¥¥, R (5.10) TH R LNABRTFEEOERI AV —
NEREY, KOXHHETS !

G = N(z1 + z23) + NkgT(z11n 21 + w2 In 32) + Nwp(z1) (5.38)
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soT, MEop(z) B, BREH p0)=p(1) =0 2WBET 2 LCLOBEKTHS. K (5.38)
6 1172/Scc(0) % *bh#f,

. 2 : _
I1T2 — 1+I1.’E2ﬁ’wd p(ﬂ’:l) (539)

Scc(0) dz? '

Lhzd, 0%, px) ¥ z1zy/Scc(0) OEBEEFEOBREHLELTEL. oo=1—1]
KEZLTR (5.39) PHBYE o K2WT0 25 1 ETHATAILELD, w i

w:lghziéﬂdm, (5.40)
20 fo plx1)dz:

rEprRD. R (540) OFFE, pln) OBBEFDr LR RERETI AW, 22T
i, p(z;) ORESEEEOFHMEHRICABEIVEEL LV LD LER, plo) = 2122 O
S (L) EELT, w ORHE oL, 7, Kae R7F ¥ Y7 DN A= %

Qi = ea?j , | (5.41)

L2 BRABEIMEFNEEL, BEA—E (P=0) 0&f+H#L T, BXRE T = kpT/e
DR ELT. Fig. 5.7, ftEShL- w* DV T H P AAMESSY, BEEIRE T; BrU
LESY 7 P BREFPVORSEREREE T (£3E12H) Ledbimll. HMroHs
w&&ﬁm,n=4n#T%w*®ﬁm,ﬁ@ﬁﬁf};b%uamnk3<,n=4®%
WS BREAEETHOEYEC LA EEICHBLTYWS, —H, n=6,9,12 0KFEE,
w*@ﬁﬂ?;lb%+%u¢é<,ﬁ@ﬁﬁ%?ﬁﬁﬁﬁéﬁ:é&w:té%tfws.
Bio, n=9 BLU 120w Tit, v* RBSHEEOFEHBREE T, LERLT+T
AEL, COIIREROBGEREFESFLERS I 0L TFHENE, T2, EER
ooor =14 © w* OEE, 0o/or1 =12 DD LYKREL, BIIHTRLAKR, v4b
L, BEENPAER(TAHIELVHABOMEAFMESI L EL(HIDL TS,

KiZ, SREVIVREFAMO w* OFEMEBENLBHROME T HET . Bl KCs
LeBIUV NaKBEIIHTEZ w? T =373K KB HZERMER, £LFR, w=0.145ksT,
0.94kgT T % [68]. Table 5.3 KRLARFT ¥ ¥ 7 MNT A—5F ¢, 0 DEEH) & [33],
KCs (03/01 ~ 1.15) i w* = 0.053 TH Y, NaK (0p/o; ~ 1.24) 2 w" =039 TH 2.
Fig. 5.7 » bW 6> % L 512, NaK DR, n=4,00/1 =120 2LV 7 P ERET N
DRERLBOTLC—FKTL, AROFEEL AKr ¥ (02/o1 ~107) OE VT H AR
22lb—YavORER[E9) KOVTHI L, w=017+£003 £%5. ZOMER, n=12
0a/o1 =12 OFRLI B L RE L, AKr BB TE, RENTFORBLE LS L 2ERT ¥ V7
AMNOLRVFEF—2r—VOEVHF w BT 5L TwE50EEILNS, :
BB, HABOBRREE To(n) 0BREEERH IV THAL, K (5.11) #RT LI,
BIEE T, w BRECELT—EThE, To(z) SBECKELZV. o201 =12
OBEGHEHICEETLE, n=9 BL 12 0BE, To(r,) 0REEFHRIIZEAL RN,
LirL7Zedts, n=6 OFAIit, Fig. 5.8 »oBodit I, 5 ~07 £BWT To(z)
ORBEKEHCEESRIEVIRELNE. CORENHE, REECLLI2BRBEORES
T, BEHER BV THHER 2D EELONE. g;(r) OHMHPHE L -7 DETE
%um%fé(mﬂﬂzl)ﬁw&ﬁ%Tét,mmﬂ&mw)u%ﬁﬁlmﬁﬁNg%ﬁof

T1Ty 1
= s 5.42
Scc(0) L+ zyzo(Niy + Nog — 2N19) (5-42)
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Table 5.2 Summary of calculations with the MHNCS integral equation. Values of the
equation of state P8/ p, reduced compressibility pxr /B, and total coordination number Neg
are those obtained by averaging over the number concentration z;. Each second column

denotes a mean deviation over different z;’s.

n T o2/m Pg/p pxrlB % 102 Neg
4 5.54 1.2 109.45 =+ 0.05 0.4637 =£0.0002 13.47 =£0.05
6 218 1.2 40.35 +0.03 1.064 £0.007 1292 +£0.03
6 2.8 1.2 63.48 -+ 0.06 0.671 ==£0004 1298 *0.05
6 36 1.2 101.2 0.1 0.417 =%=0.002 1295 =£0.03
9 133 1.2 23.14 £ 0.02 162 £0.02 12.62 £ 0.02
9 17 1.2 4173 +0.06 0.879 £0.007 12.74 =£0.04
9 21 1.2 7.6 =£0.1 0.504 +£0.004 12.72 =£0.02
12 115 1.2 19.87 £0.01 1.73 + 0.02 12.46 &£ 0.04
12 1.3 1.2 28.01 =+£0.03 1.213 =+0.008 12.56 =+ 0.03
12 15 1.2 42.96 +£0.08 0779 £0.006 "12.61 =+ 0.03
9 133 14 23.6 +0.2 1.58 =+ 0.03 12.53 £ 0.04
12 1.15 1.4 204 0.2 1.68 + 0.03 12.39 £ 0.0

Table 5.3 Potential parameters for the generalized van der ‘Waals model, n, o, and € after
~Ref. [32}.

substance n o (A) ¢ (107 %erg)

A 15 3.64 15.1
Kr 15 3.89 21.0
Na 4.8 3.74 146
K 4.8 4.62 133
Cs 4.8 533 121

FEEAFFT I ENTED. Fig 5.8 WRLAE I, K (5.42) »H5FELA To(n) &, &
BHOESD £~ 0.7 2BWT, Sce(0) »oBohizRRE-HTS. 3610, Fig. b9 KK

CRLTEBSE 1 REMEES, 51 ~0T7BWT, Nip > N 6 Njy < Npp ~"EfELTWAS,
LdtoT, o1 ~07 T, BH2ESHAMBEOE L Y- DEOEIF Y, BREDCW
LEAHH ST LB TVRELOEFLON S, BEARTHRNA L J 12, EFHRR
BN T, 2ESAURBOE LY — s UEOREBEVE, BXS AT T hgr) KLoTH
EEXNTWE, 230, To(zy) ORERR, alr) 0EE (BF240TFHE0E2Y -2
OHB) KL THERZIERTVEZDEEILNRS,
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200 hz4 T n=6 ] n=9 T n=12

Fig. 5.5 Nij/Nes calculated with the MHNCS approximation near the freezing point for
the core-size ratio oo/0y = 1.2. Points marked by o, A, and ¢ are those of N11, N1g, and
Nao, respectively. Respective predictions with the one-fluid approximation, Eq. (5.36) are
plotted by solid-, dotted-, and dashed-curves.
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Fig. 5.6 zi1z2/Scc (0} versus the number concentration z; for the soft-sphere mixtures
near the freezing point with the core-size ratio o9/o1 = 1.2; the softness parameters are
n = 4 (solid curve), 6 (dotted curve), 9 (dashed curve), and 12 (dotted-dashed curve),

respectively.
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00 02 04 06 @/
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Fig. 5.7 Softness (n) dependence of the reduced interchange energy w™ = w Je for the
soft-sphere mixtures obtained from the MHNCS approximation near the freezing point.
Points marked by A and o are for the core-size ratio o2/or = 1.2 and 1.4, respectively.
The freezing temperature Ty (o) and the temperature of the stability limit point T () for
the one-component soft-sphere fluids are also plotted in the reduced units, i.e., kg1 /e and
ksTs/¢, respectively. Curves attached are only for a visual clarity.
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015

Fig. 5.8 =z dependence of the critical temperature of the phase separation for the soft-
sphere mixture of the. 6-th inverse power potential with the core-size ratio o2 Jo1 = 1.2;
coupling constants are I.g = 2.18 (freezing point, solid curve) and 3.6 (highly supercooled
regime, dotted curve), respectively. The dashed curves is obtained from Eq. (5.42) for
Teg = 3.6.



JAERI-M 92181

Fig. 5.9 N;;/Neg obtained from the MENCS solutions for 6-th inverse power potential with
T.q = 3.6 and the core-size ratio oo/ = 1.2. Points marked by o, A, and e are those of
N13, Ni2, and Nao, respectively.
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6. BASHREDERIER

RS D b H T AREAOF I AERELRE, BEOET L &b EROFHRE
TET A CORAREreNRCRE LY, WERORABRMo S RIKNHLY bR
Lﬁ(&%tbtﬂ%ﬁ:éﬂ%“ﬁ%&”ﬁﬁ@ﬁﬁ?éé.Ltﬁof,'51E$ﬁ
SOKEE, GROBDEMECEINTVILOLFLALND, FTEAFEREL LTV
Po—gsiialb-vavid, WEOBBRETOMENZEH* ERICEHT S L7 TR
27w, BRHBESF T ARBOBM ST EHETLIFHELLTEDTHERHTHE. &
ﬁﬁu,if,ﬁ%?ﬁﬁXﬁﬁwﬁ%ﬁﬁ%%ﬁﬁﬁ%%ﬁﬁ#ﬁﬁ%ﬁtﬁ%ﬁﬁ%&
EONTIEDS. KT, BEARECBT BV 7 REFN (n=4,6,9,12) OB
BASTFBHAZIab—YaryrbRe, TOERLTHLCABELALEET VIV ER
@%ﬁﬁ%tmﬁ?a.éau,ﬁ%ﬂﬁﬁmﬁﬁ%y7bﬁ%?w(n=u)oaaﬁﬁ
OUBEEERD, TORED LTI ABRBILEOHMREHRLERTS.

6.1 BE&FIERARIEX

WE R ONFOERE, B4 0T oEH (atomic motion) R FoEEK 2 ER (
collective motion) S E+T 2o L4 TE, ThFh, FHEFHBERLA~Y P VEEK
KIoTHERBRSNL (1. 53AEE AR) = Alr¥(e),pN ()] 1287 2 BRI BIBIR
Caalt;to) 1, R T S

1T
G”“““):%fiiiﬁ Alt+ 1o+ 8)Alto + 8)ds , (6.1)

KtoTEBESR, DR AR oKl ¢ & 1+t LOMOHE, Tabh, BRH OB
DL3BN (BAVWHER) T22%ET. b L, ARFEERBICH 2% 0, Caalt;to)
i, g E Y HiERERT, t A0 EED

Caalt) = Cualt;to) - (6.2)

T, Caalt) OBMICET27— ) KR

1 o0
Caalw) = '27_[-00 exp(iwt)Caalt)dt , (6.3)
ti(hAﬂK%ihé%&%t%—Foﬁﬁ%iLrﬁb,ﬁ%ﬁ(*ﬁ%&&)@#%ﬁ
HEALBONIEIARZ PV EHFEST OR, EBllEL v a-F ¥ Iab-Ta
VR EFOBRUHBELORBIIBWTEHEL 25.

#2413, BIRX [S. Kambayashi and Y. Hiwatar, Dynamical properties of sofi-aphere fluids near the
freezing point, Phys. Rev. A \CHlREH) Bk PR | S. Kambayashi and Y. Hiwatari, Dynamic slowing-
down and nonezponential decay of the density correlation function in sofi-sphere supercooled liguids, J. Phys.
Soc. Jpn. 56, 2788 (1987)] E SV TPHELLHLOTH 5.
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6.1.1 BCH#

Vb oMcsoRNTFoEB, FENCEHCEBEORELES. HCEBORER, (1)
Bl t RICRE o - RFEMNOERKE— 2 ¥+, (2) HAEMMBMEK, (3) BECHEEMMEX,
DIOHhLRLDEIENTES,

RFEMOBEXRE— AV HiT,

Rop(t) = {Ire(t) — r:(0)[ ), (6.4)

KloTEHESRE, T, () dFHEE (RFEHBLIURRTY) 2XL, p RLED
EHTHD. p=1 084, R (64) IRNFOFH2RENES2, BLERTH L. FEE
AEALEEEB LBV, EEcBEATFORBENTFOTEY 2 FETIE

lim Ry(t) = 6Dt (6.5)
t—oc

DEHIT, tkBTAEIIC%% (Einstein #R) . 2T, D RECEBRETHS. »
LA, EEETR, RFHBFECHEBRTISLE R, D=0T»5. NFHLBLESE
B/EELTES AN, HTFHESF Y ZBEIC L7245 HA 10 Einsten BRIERZ L [70],
COEXHRDE— AT Rop(t) B,

lim Ryp(t) = 22 Dy (6.6)

t—oo pl

DEIREHCHBEY D 2o THFERTIEATEL [39). HRFEBIAFY AAEDIL Y
ORBRETATWwWERr:2ETEELT,

_ 3R
M”‘s&@ﬁ 1, (6.7)
RBEIVHIVT VNG A—F o(t) R EETE. Y ABBUL LAY IRFHEOEHE,
t—iBnTalt) =0 L+42,
HERMANEBO AR P VEE Z(w) K, EF ORI EDHOMEEXL,

mf [~

Zwy= o e v;(t) - vil0))dt . (6.8)

—00

KLoTEHRSNE, Z(w) DERABEEERIL,

T
D =220 (6.9)
DEIERERERBILTYD, Z(w) O 2ROBERE— AV I,
Of = /_ W)y = £ ] G(r)V2ul(r)dr | (6.10)

DEIRX2HEGHERL - TETIENTES,
BCHEEAHBMER F.(kt) &, N THEBOREN2HRLIBVEERL,

N
Fulk,) = 5 S {6k, ik, 0) (6.11)
=1
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Lo TEHESRSL, JIT,
pi(k,t) = exp[-ik - ri(?)] , (6.12)
chd. F(kt) ORAR2F VEE

S, (k,w) = 2i7r /_ % expliwt) Fy(k, )dt | (6.13)

ﬁ,Eaﬂmﬁﬁﬂ?tﬁdn,¢ﬁ%ﬁ®#@ﬁﬁﬁ(#:k—vvb%ﬁ)#BM%?
s raTEA [T1). §7, S(kw) i, Zw) &

Ss(k,w)
k2 '

B ARG ER STV A, & (6.11) BEU (6.12) OREF L, F(k1) &, NFRUOBEX

E— A VM Ryp(t) o T,
2 ap(t) (1 P
1+, ’;! (§k2R2(t))
p=2

LEEARTILNTED, IIT, ap(t) B, HFELOF T VT vEBPLOThERLT
By, p=18BLU0 2088,

Z(w) = w? lim (6.14)

. (6.15)

1
Fu(k,t) = exp [~§k232(t)]

az(t) =a(t) , (6.16)

as(t) =3a(t) - (%}%"% _ 1) , (6.17)

-

<Hb. X (6.5 BIE (6.6) BRUT S t DEBRTHE, ap(t) =0 HEMTAE (L, &
OMEFHFLIRY W), C0kE, FkiHi

F,(k,1) = exp(—k*Dt) , (6.18)

R BEBENENERELTL, 2SS BTHRARICELNT 2.

6.1.2 HFOBRANLEE

ﬁﬁ@ﬁ&ﬁ%@ﬁ%%&@ﬁu,ﬁﬁﬁ@ﬁﬁ&%@7-U1§&T&&ﬁmﬁﬁﬁ%
Wl o THNLI LN TE S, BEHBEMEY Fk i) 4,

F(k,t) = %(p(k,t)p(k,O)) , (6.19)
CEoTERSNL, TIT,
.
plk,t) =Y pilk, 1), (6.20)
f=1

ThD. Fkt) OBF t=0 B 2MHEE, toEEroBELbE LI, 2HEITHER
glr) B L UBNRERT Sk) LBELTEY,

Flk, Do = S&) =1 +p f explik - 1)o(r) — Ldr , (6.21)
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PETT B, Flkt) DRz PV S(k,w) [72, 73]

sw¢u=%i[ummwpw¢mu
2
(6.22)

3

S B Y
=27r_NTh—~r%oT’,/0 expliwt]p(k, t)dt
i, BYMOMER T LT, PHTFRS L - F - RoFBEEE (- B 206
METHEHFTED [TL]. Sk,w) & Sk) oMEE, R (6.1.2) »oBEHLr2 L dIC,

ﬂ@:[:a&mm, (6.23)

55, Shw Rw=0~,w=2wp#0RXE—27%FL, T0OIEL, w#0D220K~
o1, WP EEL BERCHIET S, Sk) 0Bl Y- B0 (kh £T5) TR, &
BOE—FHAHEEL, v=00¥—0FELL{HE{%5. TniF, “de Gennes narrowing”
ERRE R (74], 2n/ky BEOER (FHRTFHEMORE) oMEIED T, To&M
REPEEICRENC ECERT .

6.2 SFENFE

S+ 8% (molecular dynamics: MD) &it, WHEOBENTICH L THIL2ET V&
BEL, HELABENEHRBLEBT L2 EFTNVEROEEREL, =2 —F yOoEBHHEN
PORENICROLFETH S [73,75, 76,77, MDELE oo ¥a—-% v 3ab—-Va
Y (MD¥3ab—var) @, SENEORTEIEFRTHL E2RITE, HNTOZEH
RESCHEOEMZEETEBILSAL20T, 6.1IH TR/ BHEKFHBME*HET 0K
N AEFRTH S,

BAOCL-OOBELAERELT, HEm THHEHE2F L2 VRER T NEX 1 &
DELLONFEOERIIA-TVwAHERREELL., CohRrHBET IR FONBEEE
ri(t) BLURE v;(t) OBMERE, —2—-F YOoBBHHER

dv;(t) dry(t)
dt dt ’

Ko TEDLNRE, SIT, Fi(t) BBt c i FHORT B HITHE., ST MDD
PP LVES, AROEILAINVF—ERFTE,. 20L& 246RONHEM EOWE L, &
HOBCBTEIZ7OF /A NT YT 7 VICHYET S,

SOIZAHZANT T MO MD B, BE T AFHE (BFE) cLTEX
LRBEZE, #FLT, HHEEK T 2HWMT2005E L, Lo ZRENS 5. 1980 F
fRICAY, BE2/FA—2ELTANTRIE, #OE~NADP > TRFBEB BT S &
IRRNERVERIRZ(18). BRE—~EOKHER (F/ =077V &, BET
DEBERFEHIIH24620EF T2, +nEROERIE, BBLEIFAVF -2 LD
FTHIENTE, CRIZI > THRROBEF—SIXHRLNE, b LEBCELTVWIHR:
REBE RS FE@) THBETE-E+5E, Rsh-EZRHES

dz‘l",'(t)
e

metl = Fi(t), w(t) = (6.24)

= Fi(t) + F¢ 1), (6.25)
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P o, BE—EOYIal-—Ya vyt deExoNE, ST, Fi(t) BRFH
HEMER (2HEF v 7hulr)) KEoTHELENTHS. UTT, FI@) LNk
LT, EH3%E v A (79, 80] & HAE%E (81, 82] #W O i 5.

IMEAVSEE: ENeAvaIHETE, FCLLTRENEZ V¥ AL (BRN)
2otz ryady VEOEBIER
dry(2) dr(t)

m—d?— = Fi(t) - CmT + m:(t) (6.26)

FEVE [79,80] . T, ¢ (>0) HENEETHY, EAOHE2ELEIBR, ThE
n, REHES VAR ERT. ChoofLBEL R, RBREER

(Mia(t1)m;5(t2)) = 2mkpT(8:;6ap6(t1 — t2) , (6.27)

LLoTHBESToNTWAE. °2T, o,f i o,y RFOVTRPEEL, 6,64 17
Oy H—FAFThY, FLTEt—t) 3T NVFEETHE. $, (- )RA/=HN

SEXERT.
MDY 3alb—avCHwaBEiviat h &Thid, X (627) 2WETE7 v

1 [2mkeTC(h
Tialt) = m/—-m—ﬁg—’rm(t)ﬁ(p — ia) (6.28)

L h, 2L, pRBEF LTI VS ARNPBCERTH Y, Yo RTHHF 1 O Y A5
FEETHY, 0ie R0 L 1 OHAESHTI—REAKTHY, 2L T, 0z) RA7 v 7RI
Tho. R(6.26) BLT (6.28) poBELARLIL, (—20,TEE, BRO=a—-}VD
EEFRERrELNS.

o ERFovIalb~Yavicid, 32RA/ZANT VY YTINDOMD Y32
L—va v BhaWENRANSFA—5ELT, p,( PREELR S, BIL, ( DHEOREY
Fiid, EE2ET S, ( FRETELLNTFRESFHEREIGETZICC 2D, HiX(
PAET XL LEEORENFEBONIC (D, £2T, p ¢ O, RBHLYI2V -
Lav P HOEYELT, SBRHCEDS, ERICThh AV 7 P REFVOMD Y Ia b
S a v [41]Tit, h=001r EL7EE (7 RBREECNTFHOPHER BRI T2RET
H5), p=03, (=002/h 22EFAVORTVS.

Za-troEBHFER (Fi=0) i, FRTCBIOyrADLTeoT, hROE
LDHERELSRE, SYFALhHrSbERAER (6.26) B4, ELFRETEAELHE,
EEOHETHY S BDEK N, 8ic PRCEETE. C0w, YIalb-Yavitfhilo
T, FPEBEOBRER OIS L PRI THS.

% REFEHICIOT—EX LAL0EEENHE,

N 2 '
muv;
C&h”qrmvh“qmﬂ=§:—f”—%mT=O, (6.29)

ThiE. ST, g REPECETIEHEORTH S, HEEE, ~2— YOERHE
Fic, R (6.29) 2\t LI SN FC 2 /UM s FETH S [81, 82] .
R roHEN Y RO FEORBEo LD, HHELEEES

Clz,&,t) =0, (6.30)
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REX LS. CoRMEE EBHICLLTEICRAShAICR
ic _. 8C_ . 8C 9C_, (6.:31)

B+ =0,

@ 5z | ot
EEbYnRThE e, FORAORMEBORBICLSE, 8C/0: KFEAFRHMICKE
Mht 2z, toREHRBAOOKNL S, BE—SORMEHTIX, 8C/02 0N,
ERNFOREOHFMI—KTE. £IT, KEECBT 2 ERHAERS,

T —wntr) (6.:32)
mE 0 ) - comets) (6.33)

LEERREL, T, (b)) ik, REEETHS.
% (6.33) KBTI NHRELEH ((f) 1, K (6.29) TRLARBEALE>TROL HITK
H5, X (6.29) omMLERHCO>WTHI TS L,

N N
S mu(t) - 0:(1) = Y i) - (Fi(d) ~ (()mui(t)) = 0, (6.34)
Fu i=1
Ed, TOXDPHL, S wi(t)- Fi(t)
,-v,' t) - 1 14
¢() = - ka7 (6.35)

PELRD, T, HHE g i, FEEGYRLAOT, SN2 128 EL, g=3N-1
ThAH Fh, (HRTFrYYrhANVE- U ORBRDE

d[;.gt) == th’(t) : Fi(t) = -C(t)ngT , (6.36)

ARG ER [81]. BFERETE, FFr i 7 VAN -OFHEF—EL D, L
TeloT, RF vy I FAMEF-—OBERSOEDHER YD ELS, oFh, YIa2 b
Y a v ONEFRFERBICA o729 &9 42 [81],

{@))=0, (6.37)

PEEESNPEIPEARITLY, 28, R (636 H, YIab-YarOREORE
CRIETE S,

& (6.32), (6.33), ¥ LT (6.35) TRENIHEMER, (1) EBHIROLENT A-F %
WodWEI RV, ()RFEENY /SAMGHILEZIG, 3) £EDHERF YD 0HHE
GTELOREFRIESINS, ) FEHEREOL Iab— a Y ~ORKRIBEHTHS, &
I REEFD.

EBIL, —a—+ YOEBFER (6.24) PHEINEEHER (6.25) ¥, B
Filit+ 227N, T HhLEFAMFEF VY7 V25 250EHH5, £<OMD Y3z
v—vareir, £Q2)ictoTE5L0h2 2RHEREOENEH VS, CoBg, i F
BoRFiI@<NR Sulr)

_ ‘U;Tt'j
Fi—"'% Bre (6.38)
THEiLAE, TIT, T';j=|r,'j!‘ii§§@ﬁ?‘& j%ﬁ@ﬁ?‘&@ﬂﬁﬁ |1‘g—1"j|'@§)5.
EFMRF VU7 houlr) i, RF VI MERBTOT TRE AT -5 (ZAMF-X
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-

&—W,ﬁFV?TWOﬂEﬁﬁ}ﬁﬁfﬂTW6.ﬁﬁ,MD?EJV—937Tu,u
nawﬂax—ﬁ#@ﬁﬁﬁﬁu%uﬁn&wxau,%?wwﬁtﬁﬁ&ﬁmtﬁéoﬁ
ﬁﬂ&of%kﬁﬂéﬂkﬁﬁfﬁﬁ%ﬁwé.V7¥ﬁ%?w%ﬂﬂt6&,

1=p~13, (6.39)

r=IymB,  (6.40)

&5Eé®$ﬁtﬁﬁwﬁﬁ%mm5:tm;of,ﬁﬁ&@ﬁﬁﬁﬁﬁ(ﬁmsm,me
B LU (6.35)) i,

dri(t) _ .
) dt = (f‘) ’ (641)
d : t L * E
£l = o) - i), (6.42)
Ccy=ren = -2 FE (6.43)
Fit)=nl"Y 1 (6.44)
" g ri(E)nt2

DLIERSERT 2 BANEBRTOBRCERINE, CT,
r =1 r, t'= i, vt = 1w, (6.45)

ehB. Th, R (6.43) Ombh I () =0 EFTZ, K (641), (642), TLT, (6.44)
i, EmRTLI N2 - YOBBHEAEFL.

6.3 BEIAFEICSHT B YT EEGOEBIEER

ﬁﬁ?»ﬂuﬁﬁtﬁmﬁﬁﬁﬁznowr,%n%nwﬁﬁﬁﬁ@KEH%EW&ﬁ%
K+ 2, ROMBEAFHLLEED !

(1) W47 VH ) &R OREARBEEY, B TEHEDMAESBVET LN LT (83,
%Jﬂ,ﬁﬂ*ﬁﬁﬁzvu,%wibaﬁéﬁquwB&WL:@kb,ﬁﬁ?
WH Y SEIT s RERMEEO Ay b VKL, HoBDELRY - E2OR
., —F, BERERT ATk looE—s LARBI AR,

Q)ﬁ¢7wwuﬁﬁwﬁ%%ﬁﬂ%um.Ebfﬁﬁ@@ﬁ&ﬁﬁuﬁwr%ﬁm%-F
%ﬁﬁiamuﬁwxwmﬁﬂm,ﬁﬂmﬁﬁflvm,%mwﬁﬁﬁaﬁﬁﬁﬁﬁ#
B [90, 91).

%n%sﬁﬁxw$5ﬁfﬁ&tliu,ﬁﬁ?»ﬁuﬁﬁtﬁwﬁﬁﬁﬂzoﬁ%ﬁmﬁw
u,2¢$%yvywoﬁwgé@§wuﬁﬂtrma.%n?u,tmﬁ&tﬁﬂﬁﬁw
‘ﬁw%.2¢$%yv7wmﬁmﬁé®ﬁwm;o<m%7%:aﬁvéamfaaaﬁ?
C@ﬁﬁﬁ%%awc#atb,n:%&ng®v7bﬁ%fw®§@ﬁﬁﬁuswﬁﬁ
Wﬁﬁ%MD?E:V—?aVﬂB%ﬁL,%@nﬁﬁﬁ%ﬁb,ﬁ@?»ﬁUﬁﬁ?ﬁ
ARES T AOERER L HEBT 5.
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6.3.1 SFEHFEIIailL—T3

MD Y3alb—>arvoufa, HEER&EH25ALRNTERN =000V 7 XRET
M (n=4,6,912) ThHsd, HEERT R, EvFHravIal—TsrHoifEEn
BRESOER (Table 3.1 W) *Hwh. MD ¥ Ialb—¥a3 Yill, B5XR0EL7
MY s [92] (B D EH) LEBELRY, 71— yIBKE HRLAEBL Y —D
VP-50EX FT 70000 A7 v 7 iibizoTyiab—vaveELAL EBFERORE
B EWREEBRAY Y hit, TRTO pi2wT, h=0.00257 &£ L. Table 6.1 i<,
MD Y 3ab—yaYilHAwnRTA-F LEERSICIIBETELD D,

Table 6.2, MD Y3 alb—vardbEonziREFRR PE/p, ER/EE Cy, &
BEME yr, BEEREAR ap, KB vy=Cp/Cy (Cp: EENLE), WHETHE c5, O/
EEF LD, yr, ap, v, cs DRI, PpBLTECy DRREVIFREFVDOAT -
Dy oEEEo TR [33] 0

4 71( B)Pﬁ n n&ﬁ
S Y242 6.46
oxr 3 I+ n 1+ 2 3ksN]’ (6.46)
pxr { nCy n)
== . - - . 6.47
apl 7 (ngN +1 5 { )
ksN (3 2
Y Cy pr( pT) (6.48)

cg = 1/—(!—@—- . (6.49)
exT

REFELS L UCSREEHERIIoVTIR, FVvFrveyial -3 v OE#ER (27, 28, 30]
FEERLC—BIEON. 2B, n=4BLU0 6 ORBHERNOER, 246F7 V7
MDAy b F TRELDE (r. > 5Y30) BT, gr)=1 L THBELToTHRoNLD
OTH5 (1,73, 76].

Table 6.2 o/R L7 DEMHEEICHE, Xotd3a vy 732 (n) KEESA LGRS !

(a) ERHLEE, n PRELRDICONTEPNE (R ED, FIZT—ENME (Cy =~ 3kpN)
2E5,

(b) HFiBEMEEIL, NEL nlZ/hdwn,
(c) @itid, AL n il 1Tk,
(d) BIisEHIX, M3 nlBEKEW,

EREEOELIEVIE, V7 FREFVOREFERIE IF TR~/ Madelung EBER
FeRBIFERICL o T (HHETELI L EMBLTY S, 12, TV T (n 215 ~ 20)
LYY A (ned~b) KRTE2IVE2a—F Y Iab-YaroERE, FhER,
Cy = 2.7kgN [90] B L tF 3.6kpN [a] TH N, (a) D n hFEH L —KFT 5. (b), (¢), BLYV
Q) DERIE, FEPWEEBORF YV BLEFHOET-FERELL TV I L EHR
LTBH, FOFEMIoVTIE 6.3.3HTERS.,
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Table 6.1 Parameters used in the present MD simulations for the soft-sphere fluids. L is the
side length of the cubic simulation cell. The number density is kept constant as pod = 0.8,
which leads to L = 5%3s. The last column denotes the numerical errors A relative to
the total internal energy U of ths system during each MD run over 70000 time-steps (see
Appendix D). The system size N = 500 throughout the present MD gimulation. r. is the
potential cut-off length. '

T ksT/e 1 #p(%)
554 007576 L/2  0.008
2.18 0.1347 L/2 0.003
1.33 0.2176 4o 0.06
12 115 0.2342 30 0.04

w o |3

6.3.2 BECHBOVT X X&FHE

Mg&1u,ﬁ@ﬁﬁ%uﬁan7rﬁ%?»@ﬁi$W2%§ﬁ1qm=dﬂRﬂﬂw
BITEER ¢ AN TT. BA6He AR LI, ¥OnitoWwTh, t* <176 Einstein
BRICEELTYA, Lirh, 21 T, B%% n i1 2 R(t) #FiEEFA—ERER
DoTVE, TORD, Ry OBEE» LR ETECHBAK D* =Drl 2 ik n KES
f,uw—%@ﬁ%ta(Twm&m.:@ﬁ%u,ﬁﬁ?WJy@ﬁ¢7wxuﬁﬁw%
ﬁ@(:ye;—yvslv—vaygﬁb)t%ﬁ%umﬁbrw%.wiw,ﬁﬁﬁﬁ
Bl 2 AT VT [90] LHiEEY YA [a] OMD Y32l —va YOFRE, BT
n,D*=aw7tum9?50,it,ﬂﬁﬁ%uﬁwaﬁ¢7wwuﬁﬁwﬁﬁw%®
ﬁ%(mmmwﬂ%,phwmmwﬁrbnuﬂ,v7bﬁ%?wop*w@a¢ﬁuﬁw
Lidto T, BEEEE ST 3EE0BTECHEARE, 2687 ¥ Y 7 vOBERICK
Loy D, NFHE T MY PREE (mf) T Ko THET LN
Twd LEBRTED.

BIEYH 2 RoM L AR, Fig 6.2 KRLEZ/ YO YT Y85 4—F ot} Kb, n @
L EREEL A VERMAEIBCFALRD, ot) O — 2l oy ERTY—IHE ¢,
d, Ybobn KEEETIZR—EOMEERH0. Odagaki & Hiwatari 5ORKLAH T v
Vo EEER L IR A F T AEBOBER 93, 94]) K& 2 L, EEPORTHBIIEERN
Yy THEBELTELLBL ENTE, HANFOV Y v 7R w, OBRRFHLLT

v+l v
P(ws)___{ﬁws, (0 < we < wo) (6.50)

0 (we > WO)

ZBLORELAE, v>0 OEBIBECHERETS Y, ¥IAWERIL v =0 THEYD
Fend., 27, Ho0BBRTE, o), am, t5, BT AGEB LEON TR T FEIT
ZMEE L LTS CEELARHERYE, V7 AEBAR imwoa(t) #0 L 23R, H7
WiE, am &t O (apty) ORBTARBELTEL X2 TES [94]. Table 6.3
POELPLEI I, BEAEHEIIBTEY 7V REF VD ant), OER, n TEKLTIRIT
—EThE, COESENL, RETONTHERKOKREY, b7 v ¥y HEE (X (6.50)
Lo THEMICELLLRTWRIDEEIOLNRD,

Fig. 6.3 ik L EMEMEO 2 <7 F VEM Z(w) &, BTFH2RELL/ v HY
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Table 6.2 Thermodynamic properties of soft-sphere fluids near the freezing point. MC
represents the results obtained by the Monte Carlo simulation: After (1) Hoover et al
[27,28] and (2) Hansen and Schiff [30].

n %é k%‘}’—\f E:% apT x 102  ~ cs-(7/1)
present work

4 108.34 3.27 2483 1.35 1.01 15.98

6 39.796 3.11 1109 3.81 1.05  11.08

9 22.815 3.02 74.62 7.43 1.14  9.819

12 19.580 2.96 70.54 9.70 1.22 10.28

MC (1)
4 1087 — 210 — — —
6 396 — 110 — — —
9 233 — 76.4 — — —
12 197 — 716 — — —
. MC (2)
4 1087 — 156 — — —
398 — 1101 — — —
226 — 70 — — —
12 197 — 727 — — —

ST YNGA—FEREY 0L YVHICloT, FORBEVEARELLELTE. n=4 B
U6 TiE, HodhlihE—2322dbY, —H, n=98LT12TiE, 120K~
S LPRLICENTELRY., COBRE, CoHoRANTHALER IS ICB T 2HBIER
EMAALBET VA VEERO Z(w) OB ALR 2 EWE I(HIBELTWS. $72, Z(w)
DEV—~7OMNEBIX, nok b HIHEELT, BB L Einsteln IHEIBO X5 DMHE (Q/2)
AELTYWAS, 3642, Table 6.3 278 L7 BB DR Einstein IRENE Q) = Qo7 &,
nilHIhMFET—CofiTted s, i, HEEMSCHT2AMERET IV

2 _ n{n — l)I‘“/3 G
3 (anynt?’

(Qor) (6.51)

PoBons QFAKEL D BERLTAI ELFERKCHEMNTH S (Table 6.5 % S8} .
T, C, RERBEL n0HIBFLAERTHY, ddBEAEEETHS.
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Table 6.3 Reduced diffusion constant D* and Einstein frequency Q) for the soft-sphere fluids
near each freezing point. Values of the diffusion constant calculated from the mean-square-
displacement are shown in the second column and those from the velocity autocorrelation
function are in the third column.

n D-(r/P)}x10° 1Qp amin/T
4 115 3.62 17.88 0.126
6 3.27 3.84 17.65  0.136
9 3.5 3.90 18.02 0.136
12 3.10 3.14 19.86  0.135

Table 6.4 Observed diffusion constants D at the melting point for the liquid alkali metals
are listed in the second column {44]. The third column represents the reduced diffusion

constants (see text).

clement  D(10~%cm?/s) D - (7/1%) x 102

Li 5.99 2.88
Na 4.23 3.34
K 3.72 3.25
Rb 2.70 3.38
Cs 2.16 3.19

Table 6.5 The reduced Einstein frequency 7 for the face-centered-cubic (FCC) and body-
centered-cubic (BCC) crystalline solids [42] of the inverse power potential at the freezing
point. '

FCC BCC
16.83 16.87
15.564 15.65
13.90 14.19
12 13.57 1415

w o |3
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[ 2R (1)

Fig. 6.1 The mean-square-displacement Ry(t) for the soft-sphere fiuids at each freezing
point. Numbers attached with curves denote the value of the softness parameter n.
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t/ T

Fig. 6.2 The non-Gaussian parameter a(t) for the soft-sphere fluids at each freezing pomt
Numbers attached with curves denote the value of the softness parameter n.
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ot vy e e b e e oy oy

0 ] 2
W/ QO

Fig. 6.3 The spectrum function of the velocity auotcorrelation function Z(w} for the goft-
gphere fluids at each freezing point. Numbers attached with curves denote the value of the
goftness parameter n.
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6.3.3 ENMOBERTOV T b X AL
BOBART oA, ENERAS L B ot ERNT b

key
k={kq , (6.52)
ke,
27 3 _
k=14 (g=1,2,....10,L =5V4), : (6.53)

KoWwTiTolk., TIT, e, ey e RERTHN 2-, 4, z-HROBERZ PV THD, T,
%LWkééwﬁﬁN9FWKﬁT5ﬁ%%¥ﬁL,74»9—ﬁw,®ﬂ¢1ﬂ74w9—

Flw,ws) = %1/-1{;—2%1) {—41112 (gﬂ , (6.54)

$fioT, Bohi: Skw) KEEND /4 XEFERALLZ (78], w DER, w~08~5
BETHN, FHELsLE Skw) 75, BEL22ZROFEHEE— X~ b

/ % WSk, w)dw = K2 (mB) " . (6.55)
P ELCERETAL S EELTHREL. [
Pig. 6.4 BLU 6.5 KRLE S(k,w) ORRLP S, ROBMERVETILHFTEL.

() AEREH (HSD) KBWT, K¥2n (n=9,12) B¥w=00Y=7 (Pi¥=
) P CHR, Wi, hun (n=4,6) BEwFODE—7 (FEE-2) ¥
Bo&h EHNSE,

(D) AE%n (n=4,6) OEHEY — s PRELERTE (KSE) Rod D EHRBOK
WLT, k3%n (n=9,12) OBHEE— s 3EROBME & D ICABITHRET 2.

:nev7%ﬁ%¥»ms&w)u,k%&nuﬁmxﬁﬂﬁz%érum,$é&nuﬁ
¢7wwuﬁﬁé$ruwr&aa,%n%nosmy)wﬁuaenaﬁwt;<ﬁmb
TWw3d, UTF, COLI%REV0RWZERYEET 2.
NS BRIBCER (k< 1) TR, BEOHKLEROWENEC L ZWY R 06t
Aha, FEHEY LB LN ZBNEERTFIL, -
S(k,w)
5(k)
KEoTHEALNRD [95]. 22T, Spk,w), Sglkw), BLT SE(kw) i, ThER, FE
hEgiE®E— F © Rayleigh ¥, Brillouin B%, K Stokes EF %X T [95]. H#EXRI,
BIHE D, BEOBERN A, ZLTWRERE ¢, 28-T, ROLIKEIRSNZ
[88] -

= Sp(k,w) + 53 (k,w) + S5 (k,w) + St (k,w) + Sy (k,w), (6.56)

1l fy-1 2Drk?

SR(k’w)"‘ % ( '7' ) w2+ (DTk2)2 ' (657)
+ _ 1 Ak?

SB@””“zmyQpic¢P+4AWP)’ (6.58)
+ _ KA+ (y—-1)Dr} cok £ w

spth) = LR (o ) (659
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Rayleigh E% & Brillouin E#it, £h#h, Skw) PPLY -2 LEFRE— 2 IRIET
B. R (6.57) BLU (6.58) ORHESSHEHE AL L IC,

(s <]

In= f Sa(k,w)dw | (6.60)
-0

Ip =/w S5 (k,w)dw = /w Sp (k,w)dw , (6.61)

I & o TEH E NS Rayleigh EEOKIMBE Ix & Brillovin EXORSME Ip i3, L#h
Kyt r

R’— —

oL ! 1, (6.62)

LAEREREo TV [1,05]. LAdtoT, MANFORILOWEHR (KI<1) TH, v
ALICHWIEE, o3 hELAFEY — 2% Skw) LB 3.

MD ¥y 3ab—varilloTERTEIR OBEEKE, B4 kx01~18E (50
DY Iab—YarTid Kl=07916) Thh, X (636) THFxohb Sk,w) PELHETH
BrwSHEiEiz %2V, Schoen %X, Lennard-Jones #F ¥ 7 Mo T, BEESLFEICS
GARET NSy oFEMBEY Fkt) v ko, X (656) o7 -V HER»IGELNE
MEDEICET Flht) LOBRERNL [91). %6, Dr A, ¢, Y EREFDST X —
FELTHOWES S Licth, MD ¥ 32 b—Y a3y OERFHENZCESC FkY)
Lo THENCICBHENIZILERLEZ., S0, BoninNF 2—% (D, A ) %
Ek—=0~MET2LE, ZERAE» B ON{ELEEZ-RTLILbRSNL. £, BAE
YT AROWTY, AROBENRENTSEDY [a], & (6.56) THL6N2D Skw) 2o
T, kl~01~10OBBEERICETZ Skw) ORLE—2 EFHEE -2 0BBTERL T
pbEndbotELIOLNS, Table62 KARLAELIK, n=4 BLTFEOVZFEREFIL
W2y OEIE L ICEBDTEL, 0D, MNELEEEFEEICBYT, n=4 BLIU60
S{k,w) PBEHEE —~ 7 P FEBHAN O LEZGRE, T, BT VT LHKEEL Y A
oy OfER, FhEN 186 £ 1102 THY, MEQOFEY — 7 QWMlFdy oK, 2%
2HEF VY FADOVTIIERR (n) ORNMILoTHEHLTWE LD EBRTES,

KRIZ, Lovesey OREL /- Slk,w) KT 2EF V2@ ST, Skw) OFHEY— 27 R
FINBEBERICOVTELS [71, 96]. Lovesey @ Slk,w) KT 2 E7F hid,

S(k,w) - i Tl(k)wg[wlzl _ “%] (6.63)
S(k) 7 lwn(k)(w? - wi)P + [ - wf]?’ '
k2
2 _
W= e (6.64)
82u(r) |
Wl =3wE + -1% / g(r)(1 — cos kz) 6“2(2’") dr | (6.65)
2 o9\ 1/2

iea(thz) 550

KEoTELLRE, Shik, Skw) OESHER (1, 71, 95)

N _11-1
%—;—;—) = el_i’1(1)1+ %?R [-iz + wg [—iz + Nk, z)] 1] , (z = w + i€) (6.67)
N(k,z)= fn = exp(izt) N (k,t)d¢ , (6.68)
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o LT, HEEBM R TS 2 — B Nk, 1)
Nk, 1) = (¥ — wf) exp[—tn(k) 7'}, (6.69)

s EL. KEZEBC BT Sk, 0) OEIBESEDE

S(k,0) =/ %% , (for ideal gas) (6.70)

S LB LS SHEBE (k) 2 RELLEETHS. K (6.63), (6.64), (6.65), B LT (6.66)
Po, w#0 i Skw) Y —7HFFENLEHEL,

3 2
U5, (6.71)

Kiof%i%%ﬁﬂ.77%&%?»Kﬁf%ﬁ@]ﬂ@Eﬂ@%ﬁ%%%Fgﬁﬁtﬁ
?.ﬂ#%%%#&lﬁﬁ,n=4£&UG®V7Pﬁ%?wu,n=9@12l0%mﬁ
BoORRER (<5 KBVT, X (6.7]) 0EHEHRELTBY, AE% n 0 Skw) @
FHE— 2, ERABERCBVTZENREEADZ I L L (HBL TV . _

%&K,Smw)mﬁﬁf—ﬁwﬁﬁﬁ%%6n6%EQW)KOWT#%?%.ﬁmﬁ$
#6%6#&;5K,Swy)mgﬁ8-7d,ﬁﬁ¢®%%%—?ﬁ20®ﬁ&%&%ﬁ
B Thbb, wkwy KBOTRBTEZERE-TRELTYS [1,85]. CN62D0
HENO S BT, wit, BEKE (ur)=0) THERTHILNFTEIL!

wo — k(mB)~/2,  (for ideal gas) (6.72)

—ﬁﬂnﬂ,ﬁﬁﬂ%@%&ﬁﬁﬂlofﬁﬁéﬂém%%—FTéb,ﬂﬁﬁﬁtﬁbf
ﬁO%t%.%CfﬂmﬁlﬁwHW%ﬁﬁ%ﬁoﬁ%%“F@“%ﬁ”%,%ﬂfﬂ,

co(k) = ﬁ%, (6.73)

canlk) =2 . (6.74)
k

Y%+ 5 [95]. Fig. 6.7 12, co(k) BT coolk) £ (6.56) i S(kyw) 27 4V 7 427
LTROIBEE — 2 OEE (k) OBFEERLE. RroWodr2iic, n=4 820
ngﬁu,k@@Mtt%n,%ﬁuqdm«ﬁdé,n=9££U¢2®%%tﬂ%%
?&%.it,ﬁﬁh&ﬁA@%ﬁﬂ%#&%,n=4@6®%%tﬁﬁ®%%ﬁﬁehf
wapﬂ.n=4sxvswvvfﬁ%?w(nmm&1$ﬁ)@ﬁﬁT»ﬂuﬁEu#ﬁm
&é&&ﬁ%.?&b%k%&ﬁﬁ$oﬁ%%o,:@tbu,n=4B;U6®V7Lﬂ
%?W@ﬁﬁt?ﬁAm%ﬁﬂﬁﬁ%&ﬂﬁﬁﬁ%éﬂ,q&%q%ﬁ)t&ot%wt%
Abihd,
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Fig. 6.4 The dynamic structure factor for the soft-sphere fluids at each freezing point. The

wavenumber is k! = 0.7916. Solid, dotted, dashed, and dash-dotted curves show the results
for n =4, 6, 9, and 12, respectively.
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Fig. 6.5 The dynamic structure factor for the soft-sphere fluids at each freezing point. The
wavenumber is kl = 3.958. Solid, dotted, dashed, and dash-dotted curves show the results
for n =4, 6, 9, and 12, respectively.
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Fig. 6.6 The criterion for propergating sound waves given by Eq.(6.71) as function of the
wave number k. o denotes n=4,en =6, An=29, and A n=12.
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Fig. 6.7 The ratio of sound velocities as functions of the wave number k; o denotes
coo(k)fcolk), O cs(k)/colk), and o c,{(k)/co(k) obtained using the approximation given
by Eq. (6.63).
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6.4 EAHRBICHETZV T PRETNOECHR

FS AGBEREEORGHBERATE, 2 2HFRAFHNEEOERNERIBHCE
(D, COXIRBNBEOGRNZRAIBVICL > T 7 ABEBARIHH ST o1 5.
SITi, n=120V 7 FREFMCHTSE MD YIab—Yarhs, HOHEAKBE
¥ F(kt) %5EL, TOSNBHORES - UEREFES S BRHRE I 513 5 8CH
BOoOREELERET S,

6.4.1 SFEHFEIIL—3>

n=120V 7 ' REFVNOEBEABLUTI AEBEOBESER T 0fEi}, 2y ¥a—
yuialb—YavhbRHOLNTEY, Thi¥h, [y =115 Ty,=156 ThHd. £
f,:mrfug%wﬂ—¢513®ruowf,ﬁ%ﬁNﬁA%O@%%@MDvsn
L= avkfTor [39). COB, #H62MTHR~LEBICLZ2%E MD B o THRD
BE*FGL, $HF/ER0BERSCHVARE N Ay Y2 b i, 7XTOo T XonT,
h=0.00577357 L L o7,

Table 6.6 1=, MD ¥ 3al— Vi ar»oBon/RBHFERX PG/p & EXHCHHMIRE

D = D720 1% (6.75)

OEF T LB, 22T, D OBEN, FEIHTHVOLNLLD (D*=Dr"2) 823
TEWNEETS (REoBi ! BIURHOBEN » i, £ath, KX (6.39) LT (6.40)
KEoTEHSNG). Fig. 68 WRLAZE I, BEETIKLE L) BELECHBRREOK
i,

D"« (ITy —T)", (v~ 2) (6.76)
RIoTE(HBETAIENTE, FIRAEBALBWT D=0t4222¢k, Thbb, K
FHBHIBEETE I EFTFHEEND,

6.4.2 ECHEIERRIM ORI

BOFBEHBEBEY F,(ht) &, MD ¥ Ialb—vas YitAWEHISERSH LEGHD
HHLEEAY M

k* = ko = ZWT"}n; = 0.4183n|,  (n|=1, 6, 10, 20, 40) (6.77)

lZowTRDAE, ZZC, L=(N/p3 i, v3av—YareinlilloREdThh, ¥
¥Ry P VOFREIE, n=(n,nyn) iLEoTHEEND (ng, ny, n. RERTHD) .

E* =418 BXU 836 T B F(k,t) OtEREL, theh, Fig. 6.9 8L 6.10
ET. EAoHEoAE LI, T <12 00T 5 F(k,t) &, REMENCREL TS
(Fig. 6.9 BLU 610 BOWMK) , /v HFy Y7 v i—4% aft) ¥ ¥l THBLND
Fo(k,t) DEPER (X (6.18) KI->THEBEKI(BREND,

—F, D> 12 0@8HERTIE, Y3alb—YayitloTERIN-HHEMER (~ 107)
Wiz, Fyk,t) PRELEST, L2b, 2080015 T4,

Fy(k,t) = exp [— (%)a] ., (0<a<l) (6.78)



JAERI-M §2—181

Table 6.6 Izothermal molecular dynamics simulations for the 12-th inverse power potential
with N (number of atoms)=4000, pod = 1.18, and the time increment A = 5.7735 X 10~3r,
T* = kpT/e is the reduced temperature, I' = p“T*_” 4 the coupling constant, P3/p the
equation-of-state, and D* = DrI=2'"1/3 the reduced diffusion constant. Note the different
definition of D* compared with that used in Section 6.3.

No. T* T PB/p D*x10°
1 4.7333 0.80 8.414 6.18
2 1.9387 1.00 13.770  3.24
3 0.9349 1.20 21.940 1.24
4 0.6788 1.30 27.357  0.59
5 0.5837 1.35 30477  0.35
6 0.5046 1.40 34.105  0.25
7 0.4385 145 37.941  0.15
$ 0.3820 1.50 42.499
9 0.3358 1.55 47.448
10 0.2958 1.60 52.753
11 0.2615 1.65 58.739
12 02321 1.70 65.220
13 0.2067 1.75 72.448

b Bl EIER N REINRE 2SR (98] KL o THBICL(ERSNS (Fig. 6.9
BL6.10 o oAK) . Fig. 6.11 4, MD ¥ 3 ab—va v 6fBohik Fkt) tX
(678) KT AvF 4 v 7 FBI Lo TROL 0 OMEERY. TS12TH, HiZax1T
&0, F(kt) »EREEEN2ENERT L ERIHLTwA, 1.2 < T <y, OBEHFKT
i, ToimEebic a B L, T=T, KBV THEMEa~05 L. T, T>T
T, ToRME L b, a DHNAERONE, TOL) % c DERIFVE, TA70EY
VA VIERTAREACEBHE» S S HM s T3 [99].
& (6.78) THX b B EMMBEORMERZ,

{T)= /Ooc exp [— (%) a] dt = %G (%) i6 , (6.79)

%5 TR ORBEME (T) 0L THEIIT LS (99 22T, Glz) BF Y <HETHS.
Fig. 6.12 i, (T) & T,~T oMGEEFT. B oBHoba L), (T)E, $TOE
onT, T#HF T KESCRORTRBIIASI (%Y,

(T x Ty —T)7°%, (6.80)

taﬁﬁ%&ﬁaﬁw%?ackﬁbma.ﬁﬁﬁ@,&é&k*ﬁrk§<,25955@
HRICAHL TS,
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Fig. 6.8 The reduced self diffusion constant D~ vs I'y — T
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Fsk,t)

25

Fig. 6.9 The self part of the density correlation function F,(k,t) for k* = 4.18. Full curves
are the present results, dashed curves represent exponential extrapolations, and dotted
curves represent nonexponential decay function. Numbers attatched with the curves denote
the values of the coupling constant I'. '
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25

Fig. 6.10 - The self part of the density correlation function F,(k,t) for k* = 8.36. Full
curves are the present results, dashed curves represent exponential extrapolations, and
dotted curves represent nonexponential decay function. Numbers attatched with the curves
denote the values of the coupling constant I'.
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1.2

0.5 7.0 7.5 2.0

Fig. 6.11 The nonexponential decay parameter o vs the coupling constant I' for k™ = 0.418
(+), 2.51 (x), 4.18 (x), 8.36 (0), and 16.72 (o).
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Fig. 6.12 The inverse of the average correlation time (T) for the nonexponential decay
function vs I'y — I in logarithmic scales. k* = 0.418 (+), 2.51 (x), 4.18 (%), 8.36 (=), and
16.72 (o).
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7. BRESEDOZRA

KBTI, TTHE2ET, HACASHEAOBE KT 2 A AR GARKI DT
%ﬁof&@lﬁﬂﬁﬁéh%#%ibb,ﬁﬁﬁﬁﬁmﬁ?%ﬂﬂﬁ70v9ﬁﬁuﬁﬂ
BT LEBAS, Sk, RERRSRARSFEAOAMELOVTILED, THDE
B3 Eo TEEAEEOY 7 PREF VO 2HFAMBEHEL, 7 vEa—-F¥Ialb—
vav#&%entﬁ%t@kﬁ#%%ﬁ&@%ﬁﬁ%%mbt.:@ﬁ%.%b%%ﬁa
mEEELD 1 oTHL RY B2 6B o &Ry, BEL 2EGAHEICRbENTE
N A

# 3 ETit, RY i o FiEX% - T, BEHKEOY 7 VEREF VO 24E2T
RI% - BmASMBE L R0 2. BEHEE K T2 RY ABOBRE, BHZEHHEICOW
T, av¥a—%ialb—ia vinbRB N E LV—EERLEZCOKERIC Kac ¥
nyTW%ﬁcTMﬁﬁfVV?wo%%%ﬁ%br%%ntEESEE?ww:ybD

i, BEOABHER B THEEGO LY T - L) $4A8 %Y, Kauzumann
DRSF v p A, Thbb, BANEACEESHERAN (BE) #FETHILFHLLE
&ot.L#L&ﬁ%,RYﬁwwzwﬁﬁﬁﬁﬁﬁﬁﬁﬁﬁnﬁﬁa2¢ﬁﬁ@ﬁ®ﬁﬁ
CHLEIY — 2 ORREREEVIEFHALLREY, FroEREoLEEERLL,

m g, 1RA7 I AR L TRES A HNC EBESHICLT, V7 MR
%?wwﬁﬁﬂﬁmkbwézﬁﬁﬁmﬁémﬁuﬁﬁ?éMHMEﬁMt%ﬁwtﬁM&
£ | /-, MONCS E4E, 77 v VEBOELE LT, HERET VICHT 5 PY EH
O7 Yy SR EERSSCE, BEROERS A7 7ok g  REEHTICHV2.
MINCS EBOESFES Y 7 FREF VCEE LARE, AFHERCBVT, KBoh
tzﬁﬁﬁm&ﬁﬁze—ywﬁﬁéﬁb,:yE;—yvsav-VEy@%%t;<~
MLt RELGBECHT L 260HREFFE2E- s 0fRERIZVIER S, REX
DEEF AT Z 5 MicL o TESNZRTHEY, BFPEEATIEETHY, C0XI%
HEc L o CESHBEAB L UFT ARBOBE BT s oha LB Lo 1.
MENCS EROMHE & LT, BHOASECHTsEER*S S ETHRRLL. 2RIV 7
Fﬁ%?WGE%%£$0V7Fizﬂiﬂ—ﬁ%%ﬂéﬁf,MMWSE&@ﬁﬁﬁﬁﬁ
%ﬁmt%%,k%aﬁﬁw%tfmé&v7b%1n5x—5%%oﬁﬁﬁf,ﬁ%ﬁ@@
At ¢, WET VA UESEPHSEEEI LTV E W) EREX L Lvribr o n .

BRI B EROFERE, BEMOSEMELENT T, —F - FHEEHE
T LESHNED 2 RS EEROHECEETH S, 2610, MAABRXORMMIL, MD &
@f??ﬂWDﬁtié:VEJ—5?EJV—V3Vtﬁ&?ﬁWﬁﬁﬁﬁ?Xbéitﬁ
53, ol WAFERLIHGOREOTER, BRMHBABIUavEa—S%
Huv /- B EoTEnmE,» o B TRETHA. £2T, BHv 7 rREF Vot
%mkl<ﬁﬁ?é%hﬂm08ﬂm% moEFAVEF Y i LCER L, MENCS
B OEEE S RIET 2 HENS 5. 372, MENCS ER07 ) » VHETE, BREXOE
KT ATTTAETHERSATED, IVBROEFS AT ILOBBBEVEHAL T
LS BoBRELLTEHETHA.
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BT, STFHHEVIaL—YarveffsT, VI IREFIOBHHEEZ RO,
BALRER T ASHRET VAV EROERACSOKR LB L. £oR, BAAREEY
ZIMLTRKELRYIIRR%, FLTHET VA VEROECH LTASR VY7 2285
BEHBIEKL LT, MECHNEBERTFLEERMEBEEOMIcA b2 ERNLEND
EXNDLZEFRFPELHIIRY, VIIBREFTIOEERHEPE IR R BIEATEET A L
CHBETAMAVEREONIDMELAROKEESE N, £, BESEECBTIHCHK
HEEY PR FRERLAREICL TRy —MT2E, BRICLOEWERN 2MEL2E
CEMBEL P Rol, JYHIVTURI A—FDEIEVIIONTY, BOEBAY
OES LB, VIPARCEFLZVWLOTHAZ Edbh ok, 012, BAWHIHEE
DACEELHEROBHOKTY, JIXEL SR HEMBHRETICL > TRE A, #FH
BENREIrOOTHOBEEERSF VI AEBLATHREL LA E0HLP R 2o, B
CHBMERY ) v H 9V T v RF A= K 2T vy 7 VORARGO “BE" TEEL%Z
WEEMREIBEVWAELRAI DS, ChOoOPHEEERV Y AERBEZOHK L
AH =X AORFFED, 4%, BEWEONS AGBHRORFEMN 2RHCEE2&E 2 R
THYOEEFLLND,

MHNCS EfoESHFRAC L2 2HFHWROFHES MD B livwzaryda—s Y
Sz2b—Yavit, A—s—ar¥¥a—% 2o KBEEFATRTH Y, EFH TR
TE&hEREIRA—N—arvyPa—soMRmbEcZionzb0TH 5. MANCS A0 % H
wENE, RRBOa v Ya— 23 ERRROHEXLEL LN LT, A—/1-
IV a— Y TRESTCEHEFETTSE, 0L % arYa-sHROREQELRLE
Bii, BAFRROEBHEORRSLI Y Y2 -y Y32l —YavillsH 7 ABB RS
DHBEEHOMEIIEFICRERREAZR-TLOLHEENS, R, B 5 ETHEAL
HMOEBEE, FECRVERIEOBEO® L XX L o THB ST 6 hB 20, 105 ~ 10°
BEEOCHTFEOGRZEYEDLR2IhE26T, 2v¥a—-y 2 3ab-avillsil
SBESOFBICHEEOA-—NR—a a2 — s OREPECHEI VY2 -5 OHENFE
FhA. —FT, 7V VHEOHEIATREERY AT S A0EICER, FA4AT5 35
AONBM R RYRILENFS Y, BEHEOALZ LT, A\THAROTHTEwLSRT
VWOHRESUBISBERL 250 LEFEILNE.
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53 A BOFERADBIERE

ol TeHBLE 2 S HEN o) KT ARAFRRE, MERCHT S PY iz
BT, BB S ERTER Y. LidoT, BMAHRASL S g(r) T RO, ®

EHRErHVLIOF—EHTH 2.
BOHERE, ADBEE M) LT

% (r) = exp|—Bulr) + 7(r) + B(r)]| = v(r) ~ 1= Ac™(r), (A.1)

DB O (r) R ECHFRBEEF A LR RTIEHNTESL. OOT, y(n) & ¢ (r)
» Ornstein-Zernike MERX 2 SEE XA EHHT 7 7O

1 . pin (k)2
v(r)= -(—2—7r—)3/exp[2k . r]mdk : (A.2)

THD. BROMELHRSAEAOBEL, O (r) KEV A RERASL,

O (r) = ASE(r),  (i=0,1,2,...), (4.3)

HBETEEORIEERT2b0THY, Picard EFFIER D, SIT, f*(r)= dr(r)
5. BOEKORNF—RICIR L5, BoARRoRIIERE () T5256N
2. EAF Picard B IERSFE(, LRACEE - RESFCEATAIILR@TEZV.
Picard ¥ & W M MR ES LA BMEBEL LT,

(1) BHEED V< SO EFBESLETH 2 ANEERE T2 FE [100],
(2) Newton-Raphson ¥ & Picard ¥:% #lu 5 h ¥ T [101],
(3) Newton-Raphson ¥:0 1 #T#H 5 £ A EE* A v - F [102],

P3o%HFDHC EHTES. =Tk MANC, RY, RENC, MENCS EloEG HEL %
BB FERAL: Q) 0B CETS Ng oFREEHEAT L.
¥ pEEHORGOAMDERO TR RTEE do(r) L B¥ ulr) £ v(r) L DA

(u,v) %,
da(r) = € (r) = €2 () = (A= D). (A.4)
(wv)= [utryoiryr, (A.5)

CLEETS. WBu(r) 0/ v
lu(r)lt =/ (u, ), (A.6)

TH52z 65,
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iz, n+1 DEBoRECHwa AHBEEY

cny1(r) = el (r) + Z alon i (r) =)}, (W21, (A.T)
k=1

LS, TIT, ap REBEOTRERD SN IERTH S, b LEREF ARETH N,
- out — n in
%y (r) = Acimyy (r) = i (r) +Zak[c KT} = ()], (A.8)

DPRELTH, LedoT, BOWEEH

Ny

da(r) = > apfulr)

k=]

= [I(4 = Dega (n)ff = =0, (A.9)

PHET AT ap HELFERX

((fl,fl)- (f1, fve) ) ( ) ( dnafl))
..................... , (A.10)
(fNufl (prka dn:fNj,)

T,

@ﬁthﬁ%L&mT% EHTEL., I
felr) =dalr) — dn_i(r), (A.11}

THsb,

ERCRBESAERCHETIHET A REBETH - T, BUFEA (A10) OF o
ER (AT FHTB oA ARIBEG, ST LSIHEEHE (A9 ¢HELTwAW, Ng D
FHETE, FREFET T2 o T EREOABLE BV TR L IBBHRETTHELTE S &
AL, ap 37 (A10) oBEL, $biln+ 1l BEOREECE V2 ANEEE

N
() = &M () + D e[ (r) — 2 (r)], (Ne 2 1), (A.12)
k=1
EEBH, ZIT, dir) opDb 0l S¥r) FHVLRTWR I EINERETS. Jhid, BE
MBS i (r) DR ZBSEMIBEE B L¥BC o THE, 28, RN(A12) *
I HA LD 220 NWBEFVLELLZA0T, 1DBORERR (A3) T5A6N
% Picard 4 - T, 20H12oF > N, #2HELLEAELL T,

2T, Ng DFELF-THEFFEROMEr RO IBIILEL 2500, MIHATEE
dl(r) TH 5, MPADEBRCEREAZI L), () REAREZRS TLDICTEL LR
AHBRAOBIIEVC &, Q) BOABRR+BRT o BOEEPRE - BEL v LBNFE
NS A—FOEBECLERICRICTELEZIL, O2HTHE,. CheOBEREWMATIOL
LT, XOADEEIGEHNTHAE.

¢ (r) = exp[—Bu(r)] - 1. (A.13)

Thid, ofr) oBERBEEE ORTH LMo EMRTH Y, HEH Mayer » f-BEL 2o
Twa. Table Al 2, V7 PEREAICH LT, X (AL13) ¥ W AHDME L LTHEv, HNC
HEPOBAFBERALB(BRELARENEL IRoRBACELAFEREERLAL. 22T,
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Table A.1 Number of iterations (N;) and computational time (T') required to solve the
HNC integral equation for soft-sphere fluid of the 12-th inverse power potential by using
the iterative method proposed by Ng. The criteria of convergence was assumed to be
A < 5 x 10~1°. Computations was carried out on a FACOM M780/20 scalar processor.

Ni N; T (sec/iteration)
r=08 I'=15
1 289 3481 0.017
3 27 79 0.024
3 22 61 0.035
7 21 57 0.050

ﬁﬁﬁﬁumwtﬁuvFﬁ@ﬁ&VUwFﬁ4z%%n€n2ms%LfAr=umﬁﬁ
rebh, R(A2) KB 7Y TEBEHET — Y 1 75#¢ {fast Fourier transform: FFT)
FHELBVTEALS. Table Al #oBEbr2 k> l, Ng OFEEROTHITHY, N
DIESHBEE (Ne23) KX LB L TEFOBEER ([ =08) 0A4%6TAREH
B (C=15) KHLTLHACBRTETS 5. |
TRETIRARICOWT Ng OFEF BB L TE 23, ZoFER 2RFIRORTTE
AHETLCERBERETHD. 3T, EEFHERE o;(r) OMix,

co (611(7) Cw(f)) , (A.14)

ea1(r) eaa(r)
LRBTE. 2RAROBASFRAL, 1 RSROBE LRI,
Cout — Acin ; (AlS)

hBEEE SR AEEHEET A AT LS TES., 0T, BEOME u;ilr) & v;()

@ “Ft]ﬁﬂ %
(U,V) = /trace[UV]dr = [Z Z uij (r)v (r)dr , {(A.16)
i
HABREMTERL, uln) D/ VAT %
Ul = W) = [ 5 wsrusldr (A.17)
g
ERT. BENI, n+l BEOANREOME
N Nk
=Y RGO - cou, (N 2 1), (A.18)
k=1

LEEL £Na 0BREL IESRKBIIbOLAMIITI LIRL T, BELAN
MEOBERETHILDNTEA. '
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1§ B RHNCERD/NZ X —2REE

% 0B THEH L HENEES M}, BEENPERTIALDONT A-s 038 F
HTw3, RY # MENC S4UCEHR 2 /85 2 — 5 OPEiL, Newton-Raphson #%fE > T
BT RYD DI EDTES, LL225, RONC EBPORHGROFIRBNT A -5 2 KD
BIBEESVLELLZE. i, RY 8L 05 MANC EUOERT 2 #ESEH L RENC &
BoborRebl b itERTE. SANOEEE NS A-9% e (>0) LT5L, FIM
DERTHERENR

ﬁ(a) - (ﬂapv(a))T, (RY,MHNC)

PXT dp

fla)=
p / drlg(r) — golr,a)}6By(r,a) , (RENC}
=0, (B.1)

THALLRD., JIT, x5 WESREFREXLORDLIOTHY, PYRIEVTVHEASPOL
kB0 ThB, & fla) OESFE V%, Fig. B.1ICRLA, RY & MENC 8T f(a)
O FvHEE (EREML W LERRED) tdh, /t7 2 — 5 #FE ik, Newton-Raphson
AL TS, —F, RANC ifl® fo) R 1 BB AEL L > T2 6 fla)=0~ETK
SENFDLDPL, COLILELEVD f(o) 3T L T Newton-Raphson #iZ L A/35 X — %
ERL2T5HG, WHEORYFICL Tl flo) =0 ORIFRD LA L v E Vo ARG
£L%, 2T RANC HEBICDW T, ROIIIC2HEFTHoTNRTA—FZHRET D
HUELETHD !

(1) flag) >0 22 THHME ap 2ED S,
(2) Gne1 =an+ADa L LT (Aa>0), flapt1) PETEZEDET.
(3) flan) <O ZWRULABADLS, angt = 5(an + ane1) ELT flany) PEIEEZ#HD

ET.
(4) flan) =0 FHEFHEATHE SN BN, 5V, anp —a, P THMS Lotk
HTREZRTTA.

B, CONBEEHVLELEE A /NS TERL Q) OBV ELBBLHELZDIOT, L
EEWNELEYH S, '
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Fig. B.1 Schematic variation of the thermodynamical consistency f(a) for the soft-sphere
fluid of the 12-th inverse power potential at I' = 1.2 (the RY approximation, solid line; the
'MHNC approximation, dotted line; the RHNC approximation, dashed line).
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% 4% CHA L MHNCS EBOBSHFEAROBERD DT, 4 HEXY 57
es(r) = %;;2 f / ' dr B (R — #DR(jr - P DR(r =), (C.1)

DRERGHFHEE 2D, COFEEFTBLILTWIOE, 2208088 2%C b-F
YF (B’ —v") ThHB. bLIORIFHLGRE, Y7752 008HRHHTIT
s, 7V rERT o TEHBRSTAS EXAWMRETHE, bEAA, R(CI)D2D
OWOBIFEYFTRIINTVIOT, JotEEELEbaz it bhy. UTHEBAT
BHE [543, b LV UTAMERE R0 EBILELRAZbDTHY [103]), XS T 7
DEFE [54, 57) * 3 HBEERORE [104] KHA s hTw A,

T, BoE r = (1"1,31,(;)1) & T2(T‘2,92,g02) PEIREVEEMI Yy YR VEE

My —r2l) =D Ai(r1,m2) Picos br2) (C.2)
i=0
TEERETDH, T, p 2207 r & 1o DhTHETHY, BRFBE Aj(r1,re) &

Allry,79) = (gl;’—l) / h(|r1 — 72]) Pi(cos Br2)d(cos Bu) | (C.3)

THI LG, R (C2 2K (CLKMRAL, vPv rFIBEEOERE

/;llﬁ(cosﬁ)ﬂl(cosﬁ)d(cos g) = 23-}-15” , (C.4)
& e
Fy(cos i) = 1’1(00891 Pz(cosé‘z)
+2 E P,”‘(cos f1) P (cos 82) cosim(yp1 — @2} , (C.5)

¥R, 852, R (CH 0HEBEZHEN o1 —p 2V TO 0 H6 2r TTOMPIT L -
TH¥OCRL ey ZERTDE, R(C1) id

e o o0
ea(r) = 8'.Tr2p2 g ﬁﬁ?/o J[g Ay(r, v A (r, 7 YA YR Y R(r ) e R dr dr

' (C.6)
LAEMER v b oro D 2ERSERINE. 2T, PMcosh) @Yy Y F VORI
dm
m = {1 — 2 gym/2
PM(cos#) = (1 — cos” 6) __—d(cos B)mﬂ(cos ), (C.7)

TH5.
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Tuble C.1 Computational time required to calculate the four point elementary diagram
on 3 FACOM VP2600/10 vector processor for (a) the one-component goft-sphere fluid, and
(b) the binary soft-sphere fluid. The number of grid points and step size used in numerical
integrations were chosen to be 1024 points and Ar = 0.01p'/2 for the radial integrations,
and 100 points and A(cos#) = 0.01 for the angular integration. We have taken the first 11
terms in the Legendre series expansion.

CPU (sec) gpeedup
scalar vector (VU)
(a) 2882.14 50.00 (49.56) 45.6
(b) 10302.03 137.81 (131.37) 747

EZEick (C.3) & (C.6) o T eqg(r) OERIHEATI%E, () VIV ¥~ F BB OER,
(2) VYV x Y ABRBOWHLE, D2RTFERERS, ¥, & (C3) OFHECLER L
Ty ¥ vEBE, &
zP(z) — P—(z)

I+1

Py (z) = 22 Fi(z)Pia(z) - . (Polz)=1,Plz)=1), (C.8)

POUEL | TTHETS. —F, VW rFARBODERHAER,

ea(r) =D ea(r) (C.9)
i=0
5B eqlr) %L, WROHE
Ao Jesgnoldr (C.10)

1S o eam (T2

PEEEEOHENF LI AT LY. EBIn=120Y 7} ERiEfR o0 @Y HIKRE
(T=15) KoWwT A #ROLER, =10 TA~02% VI TFRRRPFRLNL.

2 (C.6) DEER, A(r) dZ Vv FEE N ZLTVIY YR VEEOLBEIETEE,
I+ DNAN-1)/2 BOBKREHBIELEETHL. T0L HEFEICIE, 7 b VEHEH
OFIE A TH S, Table C.1 ic, FACOM VP2600/10 % o 7- 54, ealr) DEEIEL
7 BEBS% £ L 7. M L7 FORTRAN = ¥s%4 5 it, FORTRAN77 V10L31 (FACOM,
%% 5 —85) L FORTRANT?T/VP V10L30 (FACOM, ~7 M V8R) TH2. X7 MV
BELFICEdl, AT —HEEHL IRFATH 5, 2RIRTH AEORE
CIlak: & g -3
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18D SFEHFEIIAL—-32O7NTYIA

TITi, BEETRRIMDYIab—Yas VitHWEER AR OBEREY LD
5. TOFEE, Bermu KET7 I A0V I ab—Ya vilfHozb D TH Y {92], Verlet
DF M) X H [105] CEBRERCESEOREBBASOEHENY ARD I it d - TRFTEE
BASLTVS,

D.1 IO/ AT LY LT IOEBS

0BT YT MO MDREICHT 2ERITL S oz,

PrE4R) =) + RI(H) ' (1)
hof(t+ h) = Ri(t) + h2Z5(2) , (D.2)
RO =RMt—h) + FX ()R + %F;’(Q)(t)h‘* +O(HS) . (D.3)

2

£ 4 £
2Fi0h+ %F,.(”(t)h2 + 5P P0m + oY), (D4)

ThiH COESRNIFETIBCHMELL2LZ0R, JORBESOREWTHS. Bernu
DTVTY AT, FIOW) & Zit) %, kD L) RBT 5. |

Zi0)= 5 Fi) +

RAFIA ()= Fi(t +h) — 2F7(t) + FI(t - h) (D.5)
97 19 13 1

*(4) = — F* ZFM ) — S FT(t— ~ZF({—2h). D.

Zi(t)= sz Fi(t+ 1) + 5 Fi(0) = 5o Filt = h) + 2 Filt = 2h) (D.6)

ZZC, KR(D.5), DO KEMEi+A BT AINFBRLIIEREELLY), KTFRELD
i, KBTI 2R FOREE»HI R NITIHETL LN TERZY, £I7T,

R2F () = 2F1(t) — 5F:(t — h) + 4F* (¢ — 2h) — Fi(t — 3h) , (D.7)

-~

RBEBE BT rit+h) OFWEFo 205, R (D5) #HTFAMOEELFTI. &
DBEEXSH (A BEHERENEE S, LaL, BEOLTERTHN F; oREFLE
LR DHEBHOBALE(OT, Ay Y2 h ¢ AHLCBENK: 1 EECHLS.

D.2 FEEOL-HOTER

FRMDENEGHRATIE, NFOUEBERE v} O 2HRISCKTH F; 030 IIH
FRELTSUE (vl o0 ba. 0L 2EBFRAE, &%, 1 BROETRIHE

CONEONEIR, BRI (FH %8 SFBHE L2210 —50—F ISIS MBI, JAERI-M report
92-080 (AARE T ARG, 1992) | KESVTHELLHLOTH L,
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R EXHELTHESTS. LL, SEARE PREIZE LN IR, Bernu &7 M
LY A LR o T o ENHTEE. & (D.2) kX (D6) TMRALLZHAL,

hvi(t+ h) = R} (t) + K2[CoFi(t + h) + F{] (D.8)

Fit)=Fi(t) - v (t),
FI=C Fi(t)+ C2Fi(t — h) + C3Fi(t — 2)]

<Hh, Cp,C1,C,C HERTH . x (D8) b,
X; = RX(t) + R2[CoF;(t + k) + F] = h(1 + hCo(")vi (t + ), (D.9)

5 X; ¥ EHT A, XP o

N N
3 X2 = 1+ hCoC*)? Y vilt+ h)? = R2(1 + hCo(*)? - (3N — 1}, (D.10)
=1 =1
LEHE SRS, Lo T,
2
vi{t+h) = 2 X X, (D.11)

3N -1
PELRD. —F, GMERCE, R0 LI LTRD S, v & Ff ORHOH

N N
3" X Fi(t+h)=h(1+ hCo(") STvit+h)-Fit+h)

=1 =1

— h(1+ hCo(*) - (*(3N — 1), (D.12)
L3 (D.10) #fER,
. 1 -EX;va(t+h)=EX.--Ff(t+h)
¢ = h(1+hCuC*) 3N -1 \/(3N— l)zx? ' (D-13)

rhb, (rELRD,

- D.3 HEREOFE

ERFEX MO TIBORMERE S, FEREFEY TS —THILTHETS. 37
OB I HNT v YT MO MDETR, @TiM¥— EPRFEND, LI2HF2T, ¥
Talb—YarvkloTHeNLRRY EQ) &

E(t) ~at+ (E@): , (D.14)

FIREB L X, & o FREOCBRERD, T2, g vy iab—3a v
O¥EIL,
(D.15)

¥

A = |gU©) - BU @) + BN - 1) /0 L (s)ds
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B AFEHEL, A=0PERZNIBECHBHATRLIT 2285028 M+2. 370
BIZANT YT AOMDELRAEOEL OO EEBHEIRFTLOT, LiTHE~NL
HMEoBREEOILEF—TRLE DD,

ST, FROFETEMLABEREYRT. YIalb—vavoRRIlIEIOV
7FREFN (n=12) T, BFHE N =500, HEAER T =08 (##&E), BliAvy =z
h=0.00257, B3NN A—F 2oz, 100 AF v 7DV Iab—VardF—F26, 3
SO HRMT v H YT MDY Iab—Ya Y ERBESHWYI 2 Vv—va vORY
x LT, FhER, 7

l;—[ < 0.00001% , E‘%— < 0.005% , (D.16)

EVHIBOTRELZHRTEL.

D.4 EEE

HFENOHERIMD YI2ab-Ya vy TRLVFHERNOP»>2HITHL. 24FKT
VYT NICEoTHEERTA NEFRIZBWT, tTXRToORFHECHLTHERD L0
KOBELTERBE NV -1/2 LREALTHENTS. CoBERHE, A7y rhoh v b
F7EREr, FRELTHEDLR WY, LidoT, KEZ NEHAWAVIalb—-are
FHIE, FFEBNEROLOOTIRPLETHE, JITE, EETRXIZMD I
V=Yg yOBICER L -5 (bookkeeping mehod) ¥ F &0 5.

WL, Verlet #% 864 f8® Lennard-Jones RO MD ¥ I 2 b — Y a Y CEBA LA HE
THY, ROLILbDTH 5B,

(1) TRCOHTH O ri; 2RD5.

(2) BRF 20T, F0RF,ro ry (Or) BRI BRFOEL DB,

(3) Nupdate AT v 7O, (2) THONLRCEEININTITZM > THEEET S,
(4) (1) &5,

TOFETHAVEE, (1) DBBTHE NN -1)/2 HloRTFHOEFLETHEH, (3) O
BB EINIRTOMAEDER Ny(N—1)/2 THVBI N THAILZbOER D, &
ST, Ny i ¥ ry oBAKET 2 FHONTETH S, LAad>T, MDY I a b —
YaVOIAT v T AN KETIFERORERMEE,

BN+ nsB;NyN (D.17)

cost =~
Nupdate

TRHELHILHTEDL., 22T, B REVERIHTIRERTSH Y, By HHOFEHIC
MTEIRERTHS., £/, npR1AFy 7LV ITIHOREQORKTH .

BEBEICELLZINSA—F nBIFry i, 2) oBRBCAERLAZLSI VT
7 (3) DBRBETERE r. OBRAITADIRAIRVWESIINLEL, ry & n BRFECRE KR
L, BBNICRDE2 %22 2w, 8T, R¥dofshisks:, BEERAnAFy 7T
ETHC, BRIWEBEH T2 LATERE, RELTE/T A7 O/ D0k
LEMTH»2. ROEBBMNLZEFEO I ELT, RIIRTHEXHS, 7, BFOEH
BFR so?b s 27 v 7IEBBRONTFO 2 LN

Rai(sh) = |ri(so + sh) — 7:(s0)|?, (D.18)
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PRETL. FLT,

alry —rc)* < max[Ryi(sh)] (D.19)
EAEAYRELABAT, FOEHFEFO. BF, o, 2o0RFHFRES-T, £
OB AAE max[Roi(sh)] HHESCEEEEL, a=F Ll vw. b LAFRICRLEN
Bhi&HiThid, aDBEENSLTSH.

Kio, HEFROBEGHECOWTHEICRXS, Bk oo 0y 7 48%, Fig. D.1
wmEE. coTYorI A, ISIST—FRENEb0Y, HBEOLHI 1RSI RTEANE
XJEI-HLOTHE, HFRH2EELALEIZ, YA MRS IPAIR & F (& — K5 NDX
CHRENTYS. BF i CHLT, rf <ri #WATHT j 2HRVHL, TORTE
5% EF IPAIR ST 2. FLC, FV—7 i KEGEh R T2, BF| NDX 2
WMEND, 770755 TABLEB XU FORCE O ¥hd, DONV—7 20 7 | VALE
TEIENTED, 4P, WF IPAIR OKE XA ri, KHHATLEOT, K&EL r BEFL
ORBFEEFLETH L. '

D.5 EtERHEOFE

MD¥22b—>avoEFrET AR YERTLIC LR, XO2 008, 6
HICEETDH S,

(1) HPBAES LB ENTED, LictioT, XLV 0 1 LFE 2, HEEROR
WHSSBHTEEL S, FIAE, o) ORERTOEIFVCHERFRD Sk,w)
YEET A LNTED,

(2) FBERECDAF YT REDLDYI2b—va Y HARERS, TRIKL2T, BT
WMTEHZ LA LOTELWYER, #1212 Sk,w) 2HELCHETBZ LT
x5,

HERMEsEog i, FTERORERR LTS ARHVAFHET VIV ALD2OTH
A, DF, BOVEBECRELAVZIEREF (Y732 An=12) OMBHROI I 2
b—vay¥ (1000 AFv7) KRHLTI- L ERHOHNEEREEZ LD D,

Table D.1 i, MREFFEoFALELLVHEFOEALRE2VT, 1000 27 v 7
AOMD>2al—3aryRELAFERBL+ IO, RTEIE{hDizL, EEHEOF
ok o THERNAEHE SR EXb2s, 127y 7RV ETREREONT
Bkt B HEEM S Fig. D.2 R L7, STERMNG, BRELAA LSS IRk
FILTHBh, M ETEXELLVEESRTFEOZFEILHAL THWEI L bR S.

AT, WMREFE-- MDY Iab—Ya »y TR, LELEERBEFEICIZIZESYT
AT ERFLE. L2aLass, CoNTFREFERrIEzTomCboTREY, K (DY)
PERLDRLIC, RFHOBFUETLIHETAL EHORERETHREI R 2,
_ NupdatePf By Ny

B, ’
R BETHTELL LD, LitHoT, N, #EIC L CHENBORTFRKEMR cost x N
6 cost x N2 DEAEVICBTTS, Table D2 12, N, offiz g e, 22T, BE
BB BIUP By A—4N707 5 5T HRMETHR0KRD, nypdate =50 & ny =2
HAEYRWS, ErSEeAL LI, AT —BRERZFAVBROVWTRIIOWVWTY,
1P DA —F—ORTHET cost x N PR T 5.

N, (D.20)
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(2) (b)
c c
C UPDATE REIGHBOUR TABLE C CALCULATIOF OF FORCE AND POTERTIAL-ENERGY
C ]
SUBROUTINE TABLE(X,IPAIR,NDX, N ,MPAIR SUBROUTINE FORCE(X,FI,IPAIR NDX,MPAIR
+ ,SIDEL,SID2L,RM2,KUP,NCNT) + ,EP,N,Z,POW,SIDEL,SID2L,RC2)
REAL X(N) REAL X(N),FI(N)
INTEGER IPAIR(N/2#MPAIR},NDX(0:¥-1) INTEGER IPAIR(N/2#MPAIR),RDX(0:N-1)
c + ,POW
I¥ (NUP.EQ.0) THEN C
RETURN NP1=- (POW+2)
END IF NP2=-POW
NCNT=NCNT+1 PZ=POW*Z
c c
NDX(0)=0 EP=0.
K=0 DO b I=1,K
DO 10 I=1,N-1 FX(I)=0.
DD 20 J=T+1,¥ 5 CONTINUE
XIJ=X(I}-X(J) C
IF(XIJ.GE.SID2L) THEN DO 10 I=1,K-1
XI1J=X1J-SIDEL *VOCL LOOP,NOVREC(FX)
ELSE IF (XIJ.LT.-SIDZL) THEN DO 20 JDX=KDX(I-1)+1,NDX(I)
IIJ=XIJ+SIDEL J=IPAIR({JDX)
END IF XIJ=X{I}-X(1)
RIJ2=XTJ**2 IF(X1J.GE.SID2L) THEX
IF (RIJ2.LT.RM2) THEN XIJ=XI1J-SIDEL
K=K+1 ELSE IF (XIJ.LT.-SID2L) THEN
IPAIR(K)=J KIJ=XIJ+SIDEL
END IF END IF
20 CONTINUE RIJ2=XTJ#%2
¥DXI(I)=K IF (RIJ2.LT.RC2) THEN
10 CONTINUE RIJ2=SQRT(RIJ2)
c DUM=RIJ2%%NP1
RETURN EP=EP + RIJ2#xNP2
END FX{I)=FX{I)+DUM*XIJ

FX{J)=FX{(J)-DUM*XIJ

END TIF

20 CONTINUE
10 CONTINUE
EP=EP*Z/X

D0 100 I=1.N

FX(I)=FX(I)}*P2Z

100 CONTINUE

RETURN
END

Fig. D.1 Computer programmes to calculate the molecular interaction by using the book-
keeping method. These programmes are simplified to one dimensional system. (a) TABLE
programme to book particles. (b) FORCE prgramme to calculate the intermolecular force

and potential energy.
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Table D.1 Total computational time spent for MD simulation of the soft-sphere fiuid over
1000 time-steps on & FACOM VP2600/10 vector processor. (2) using the bookkeeping
method. Nypdate denotes the total update count of neighbour table. (b) without the
bookkeeping method. The parameters to calculate the intermolecular force were chosen to

be ro = 30 and ry = 40.

(a)
N | CPU (sec) | VU (sec) | VU/CPU (%) Nupdate
500 17.63 15.76 89.4 19
2048 71.59 65.12 91.0 22
4000 142.10 129.79 91.3 22
6912 250.08 229.27 91.7 24
10876 406.46 373.80 92.0 25
13500 506.92 466.97 92.1 25
(b)
N | CPU (sec) | VU (sec) | VU/CPU (%) | CPUq,)/CPU
500 26.96 25.50 94.8 1.53
2048 368.74 358.76 97.3 5.15
4000 1360.99 1330.11 97.7 9.58

Table D.2 Parameters for Eq. (D.1) obtained by fitting the measurements on a FACOM
VP2600/10 computer and estimated turning number N;. S and V appeared in the mode
field denote scalar-compilation and vector compilation, respectively.

E—F B () By w) N 1o
v 0.01 0.08 198000 3
5 0.25 1.25 124000 3
v 0.01 0.06 560000 5
S 0.29 1.20 380000 5

- 125



JAERI-M 92—181

T T ¥ T LI ] - i L4 T L} T T LA i’

—h
-
O
Ixnlll
~

CPU time (sec)

ol
10 103 10

N

Fig. D.2 Computational time per time-step for the numerical integration of the equations-of
motion on a FACOM VP2600/10 vector processor {r. = 3o; o scalar compilation; ¢ vector

compilation).
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