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On the Structure Model of Liquid Water
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(Received August 31, 1990)

Abstract

The behavior of structure functions of liquid water is interpreted using a class of mixture
models. Here water is treated as an equilibrium mixture of tetrahedral hydrogen-bonded
pentamers and non-hydrogen-bonded monomers. Theoretical calculations of partial struc-
ture functions for the model are compared with molecular dynamic simulations and neutron
diffraction data. The implications of the structure model to theoretical understanding of
liquid water are discussed.
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ARIFHRELTH - L bREMNDEETH D ZH S, BRSO THELTE (BE,
BZARIAE, EHROBREMRY) 2RIBETH 2, FOBREDOER L A 5N 5 KOWEH
Wiz 2R, EREROFEHIFEORLT —vD—D2 e LTEWLERE L DM, ZOHT
b & IGEFEOERY - HENEEORBICREETREIOND L, TOEREE LT, 19704
R O WA —IE DFEET IR, PHETFEITERIC L 2#EMT, U CGGHERER, h
SEDOHBI BT ZELVCESNET OBV AKE, ZOBEEOT I8V TY, LTHE
ELTHBEBTAZENERTHY, > TEOBEETNIEERCEITTEREEIARTIIE
o5V, TOHETIRSHOEERE, PY AEX® RISM AERERCRBESNI KB L -
T, KD &S REMHRERE LA 5 X 518> T E T 3,29 e FEET Tk LINAC-TOF
EEDS, BT — YHEERORREHVE > T, DFHEEE - BRI O W TERBEORE
AT Su(Q) 2R LS & 21020, RSO FHIRIED Sy (Q) O— BT B R FIFE S h,
€ QFEBICHh > COEBHENT I koo SHTIR, £V I 7 uiiEEHRES 2 585
HEERTF (Soos Sous Sun) OFEERT— I BELNTE D, Th o OERTFIZ DWW T _EEMITERIC X
AEESMTONT WSV EEEER T, 52 oNk®T vy v VEF I LTSGR
FREWEEC DLW THEBETENRETH 5, FFEEOES L L b, BMEFRICBU 2HEHmL
FEERE O CERELT, HEBY 32— Y B T ETEESEREC > TE T, 22
T, KOFEBER L FERITERIC DL TN, Zhs OfR L hEFEITF—5 & O

BWFITHER EHBTLHERE



128 HIREFFIS
Zil L TKROBHIHEELERT %,

2. EREZHEBVARKOSFE AR (MD) &

WAEZR O MD ¥IC & 25HEBER I, SFENHOREBW IS TFEMEEERRT vy v L%
5 2 T, Newton-Euler BB HERN 2EFEH - TOLDOTHEM, R
PR T AHFREEFSFELTKRE k5 L, EHFERNED
O TEM R D EENEEE IS 5, Ryckaert 5%, Euler FRREAOH
R8T, WEHREA L TT A b EE?Z T Tl % the method
of constraints 2L /2.8 ZDFHEE ST2 €70 & 5 KB/
B rigid BGFETAME RO LTHERTH 5, WEKRDSGFET IV
ELTST2 RTF >y 4w WO 2V, FFETAVRK L CRENS 4 )
SEHEFNVCH S, K, % O BTFOME, R, R, # HEFOME, 1 4 e T
di% i, jIRFHEOEMET5 &, ZORITTWT BHEEEIRROR
THEzoh3,

giy=(Ri~Rjp—difp =0, 4,j=1,2,3 (1)

EER N, n, OME (R, Ry R o> T—HBCHRESNE S, SHEEER
?nl == §1+A(E21+§31)+B(1€21 X E31>‘;ﬂ, ( 2 )
Ta, = R; + ARy + Rm) —B (Ez1 X Em) —7n,

4= — Ly cos (04/2) B L, sin (0,/2) (3)
T 2Lpcos (6,/2) ° ~ Lpsinb,
ST2 EFNVTliEn, n, DEERETH 205, O TF5n, n, bZ{’E}%?‘%j}? B RS
# @), B X&EBLTOETF, HEFCEAT I ticks, EFHABRREIERCXATE
ZHN5,

MRy = Fi—[2R1 (01— 810) A+ 2Ry (95— 61y) Ay +2R5 (15— 012)) 232]
- . -~ o = - — 4
[TV A Fon, Vi, + BR X (F— F) ] (4)

L, (k) & (1,2,3) Dy NTHA Y v 7R LB, &2 CFEST2HRT ¥ 3 2 b
R TEF | MDA T 6 R 25, 1 EHEEE (1) Rk L5 0l 53 RIToH
3, ¥Ial—¥ariESFEI00EORI WL TIThbh, HOMERTZOMmOERNHE
Sz, KO MD HETIHEY, HTHLEDORE: 50528, FHIREREHT X 2 BRE
DEERE L 2 LAMETINE T £ 2, KOBE EEBIERE&AIKTES ORI HE»
Bk, TOREESY — Y RIS EENETH B

3. REROBERITIZNR

S FEREOEERT S.(Q) O—RAEITHEY BRI L&D, ZOWELLT,
Ez2 onicBET TN SEOEERT So(Q) BFTET 2 EMHRK B> T3, WERCE
bj%} Sm(Q) bi-‘ﬂﬁ‘blﬁiﬁ’@%i 6“%0
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Sm(Q) IZ—Z<Z DX bnl bnj €Xp (LQ rnbn]> ( 5 )

i,J ngng

ZIZT NG FORETH D, Q I scattering Vector, =3 by T ba 13 n T H DR FROBEL
B, 2 i BHOAFOBRD n BEOETFEETT o 7 niny bi n: & n; OO distance vector T
Hb,

WERREEELZ OV A XD T I AY D aggregate L 52T, v EODFLERDETIIFIAY —
D¥E N, £ET5L, @FBHT2HE Y, Fx, =uN, /Ny Sx,=1Th b, KIZ, B
BOTRETHIEFEZONIZZDDREREAT D, ORLCY A XD TR Y —ikR—OKEE
b0, QEFEFOLSTFORMMEEICOVT, EWKER L7 I X5 —I2ET 55 FOMOEH
FHRR/ANNE L, 77 RS —NOEBIIHL TEETE 2, @O THIBED 7 7 X & — K7k 2
B2, UEDEEDS T, 6) REEKHCREDL IR 5,

SulQ) = S o(Q)+T Q]+ X 2L S(Q—T(Q)—1] 2(— Q) Z(Q)
£(Q) = X ba(exp (GO Fen))

(‘)(Q) Z(x /V) <Z Z 17nlbm exp iz Q T’an >>

[ ILLTILL

(Q)“Z(SC/V)(Z 2 b b, exp(iQ- Py nyr ) (6)

[£34 L)

I'(Q) = pzz(xu/vgll <exp (@07
54Q) = Na!{ 2 exp (60 Foig))

T T P B FORLD S n BHOEFAD distance vector, 7 BELZ I A5 —HDOSF
LU ORFHRLOMD, 7o BHF i & j OSFHLOMO distance vector TH 3. So(Q) i
ROE» 55005 &3S FHUEERTTH S, 6) IHEL7) @ (7) R BBECRENE
BAERITELEMERTH 2, CORBEGH I IR —REREL L TOBRER IWT 5 —
ANTH5B, 8 1HEI intracluster DEFETH Y, »(Q) X intramolecular part, y(Q) X inter-
molecular part TH 5, £ 2 IHiZ intercluster DEFETH 5,

BT, FFs, sOMziznd 2H0HEERT S (@) 1d Sn(Q) e XA THERIT oI5,

Sm(Q) zz—zé, €5Csr Dsbs: Sssr (Q) (7)

DT IEOPDFEFs DETHD, RIrBORFESD, B) R b, D2XERikoT
WEPS, B)REHEETVIEETOTEEING by, by WBT 2 2 XX E L TEREL, 202
2T, (6 RE (D ROMIET 3 bs, by HORE 2L TIIE, Ss(@WKEBILiciks, &
DFEI & - T, pentamer-monomer mixture model 12723 B ERS SR TFHEHE S M,V E
BT — g s iz,

4. KOBREBEETNDOEE

9 ~F 417, EAREEMK(QELT, ST29F /vt 3 MD B#{E, pentamer-
monomer model OEERETEME, ” PHETFEITOERE (Thiessen-Narten 7—59) »itigan
T b, a6 (Q) ISR T Se (@) ofHEIcEH S 2BREH D, 2 2 TH#EREHOH
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THRENTVE, Mrednsd ki, INsZEOEEEERE LTI —HLTED, KO
¥ £ 5NV & LT pentamer-monomer mixture model DFUMHEEFHLIRL TS, ZOETFNVT
1, AKIZIEVEAREM TAZEREESL Tw5b 5 B{F (pentamer) L KEHEES L TR LELSTFOF

FEAERTH L, IBETIZZ O pentamer XY 28
F—F—DEGTERBERESDLZL TS L
2 oi, Lichto THRITHEA L ENEHENL b o
TR ERTH D, ZTDETHS I T DA ok
A L 2 EEAEEEAL O BT E K OISR A
HEEPREL T2, 00 ‘ h < [ =
Bernal-Fowler 33 (1933) LROAKDEAHE < 3
EOFIFEIE, KELTOORMEHY 5RE, — 0% 3
1t Bernal-Fowler # & Pople #83 (1951) ##&
T4 H @ Stillinger 5 12 & % random network o4
model'V 12 D% 23 2 EHe 4k € 7 A (continuum ok
model) DI TH Y, b 5 —D it Hall i (1948) it e
Wit U F b, Nemethy-Scheraga #im (1962) % Y: S 44244 Observed
BTNy 5 A9 —FF )V, Y pentamer-monomer M,fr
model® 719 17 T 2 1B-EE 7L (mixture model) 1% 2 3 / s 1 8 10
" N =a, \ Q /A
THb, WHHHLBE»SRT, v OBREE B2 0-O HESE a0 (Q)
02+ oat »
00 ‘:\ /\ att” ay ;‘“\ ens
1 v K/A. S 2 oo [ T
ol - o ;lf s
s | E s
§"0~4‘ ‘:" ’ ~04f ,{l
] 4
o4 /1 ol Ji
j ST2 (MD) ’ ‘7 ST2 (MD)
“ogt T v e
J .
=/ &
B R S T R B e N R
Q/A q /7 a!
3 O-H RSB aon (Q) 4 H-H #EEE au(Q)

TS DU ET NN S AT —DIREZRTH Y, EE pentamer-monomer model &
FEEPBNENER 20 L {BBHT 5,2 15, random network model 13453 grassy state
DETFNTH > THEERE TR W, D network model OFEHTFHBHREZHBEL, # 2 h Gﬁﬁi
ECE L HEIIE S TR,

network model 281 % —D QEBRD 5 B IL, FHEMEER L L IokBRES/ Y — v Oz
TH b, B O L g, network 1281 5 AEES OTB 2288 R 5 h, four
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~bonded molecule DIFEH IZ/NE % “patch” WEET B I EBTRBINT VLI, 2 XI5 KRV D

frid four-honded KBV TRDBRWVL I &, HFROEWLR Y F %23 0% 0BG SRS
I EERTHIS0H WA T 5 2 &, “patch” ORI BEAOHFRERWHSIRSER L TwE 2 &
REWEHREINT 5, 26 DOFEERENMS, KOFEE% network (continuum model) TH 2 3
», 77 AF—0OEE (mixture model) &R 20, FiE CIHBEICBIT 2 KEESODOED
DIEFEEHLTEY, BEF T four-bonded molecule @ “patch” WEBL TWAEWS I EH T
&5,

5.8 DY IC

KOFEE T VI, MEERME b DRMMBEORHEE A, ARCEERCEZ->TBY, H
EEHEER2 =Y VEEBETE 2 50 TRINER 5%, £ BT pentamer-monomer
mixture model I3 E TN EFED SN D, KEHEEROBITHE W BT 3 ZRHHEE DR
3, mixture model & network model D HIC & > TS HBOBELEETH 5,
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