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AnHOTanusi. Ha oCHOBE MOJNEKYJISIPHO-AMHAMUYECKOTO MOJEIUPOBAHUS C TOMOIIBIO
NOJy3MIUpUYecKuX noreHuuanos Ctumnunmaxkepa-Bedepa (SW), ero mogudpukaunu (SWM),
Tepcoa (T(C),T(D)) EDIP, Dpxapra-Ansbe ((EA-1), (EA-2)), KIHS u MIX wusydens
TEIIOPU3NUECKUE U MEXaHUYECKHE CBOMCTBA MOHOKPUCTANINYECKOT0 KpeMHus. CpaBHEHHE
TUX TNOTEHLHMAIOB TMPOBEAECHO MO CIEIYIOUUM XapaKTepUCTUKAM: TeMIlepaTypHOR
3aBUCHUMOCTH KOd((HIMEeHTa JTUHEHHOTO paCIIMpPEHUsS M TEIUIOEMKOCTH, 3aBUCUMOCTHU
M30TEPMUYECKOM CKUMAEMOCTH, TEMIEPATypbl W TEIJIOTHl IUIABJIIEHUS OT JaBJICHUS.
[TokazaHo, 4TO B HIMPOKOM JWANa30HE TEMIEpaTyp W JAABJICHUA HE BCE MOTECHLHAIBI
00ecrevynBarOT  yJIOBIETBOPUTENHHOE TOBEACHHE  HMCCIEAYEMbIX  MAaKpOCKOMHYECKHX
XapakTepucTuK. Hanbomee mpremMiieMbIME € 3TOW TOYKH 3peHus okazanmuck KIHS, SW, MIX
n EA-2. Ilpeanaraercsi KOHCTpyKUMs HoBoro mnoteHuuaina MIX B Buge nauHeHHOMN
koMOuHanuu AByX noteHnuanoB SWM u KIHS, B utore naromux noreHmuan, o0aaaaronini
cBoiicTBamu, Ooliee MPHEMIIEMBIMH [JIsI MOJEIMPOBAHUS TBEPIOTO KPEMHHUS B HIMPOKOM
JIMana3oHe JaBJICHUN U TEMIIEPATYP.

COMPARATIVE ANALYSIS OF POTENTIALS OF INTERATOMIC
INTERACTION FOR CRYSTALLINE SILICON

VLADIMIR I. MAZHUKIN , ALEXANDR V. SHAPRANOV "
AND ANTON V. RUDENKO

k
Keldysh Institute of Applied Mathematics, RAS, Moscow, Russia
e-mail: vim@modhef.ru

+ Moscow Institute of Physics and Technology, State University (MIPT)
Moscow, Russia
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MIX. Comparison of these potentials is performed by the following characteristics: the
temperature dependence of the coefficient of linear expansion and the heat capacity, the
pressure dependence of the isothermal compressibility, the melting point and the heat of
fusion. It is shown that in a wide range of temperatures and pressures, not all potentials
provide satisfactory behavior of studied macroscopic characteristics. From this viewpoint
KIHS, SW, MIX and EA-2 are the most acceptable. A new potential MIX is proposed as a
linear combination of two potentials SWM and KIHS, eventually giving potential that has
properties more suitable for the simulation of solid silicon in a wide range of pressures and
temperatures.

1 BBEJEHHUE

Kpemuuii sBisieTcst ofHUM U3 HanOoJiee TEXHOJIOTUISCKU BAYKHBIX MaTeprasioB. M3BecTHO
HIMPOKOE MPUMEHEHHE MOHOKPUCTAIIIMYECKOTO0 KPEMHHUSI B TBEPAOTEIHHOU AJIEKTPOHHUKE B
KaueCTBE OCHOBBI HHTETPATBHBIX CXEM M aMOpPPHOrO0 KPEMHHUs B KauyeCTBE OJHOTO W3
KOMITOHEHTOB B COJTHEUHOM PHEPTeTUKE U B psijie Ipyrux npuioxenuit. HecMoTps Ha T0, uTO
KpEMHUI HA CETOAHSIIHUNA JeHb SBISETCS OIHUM U3 HamboJiee XOPOIIO H3yUYEHHBIX
AIIEMEHTOB, IPOrpecc B 001aCTU HAHOTEXHOJIOTUH MOCTaBUI NEPE]] UCCIIeI0BATENSIMA HOBBIE
3a/1a4il B UCCJIEIOBAHUU MEXAHUYECKUX U (PUBNUIECKUX CBONCTB MOTYTPOBOTHUKOB.

MexaHrKa CIUIOIIHBIX CpPeJl MO3BOJISIET ONMUCHIBATh M pelIaTh IMIUPOKHUI Kiacc 3a1ad u3
00J1acTH TOBEPXHOCTHOM 00paboTKM MartepuanoB. OAHAKO NPUMEHUTENBHO K 3aJadyaM
MOJIETTMPOBAHUS MTPOLIECCOB B HAHOKPHUCTAJUIAX Pa3MEPOM MOPsIKa HECKOIbKUX HAHOMETPOB,
KOHTHHYaJIbHasl MEXaHUKA CTAIKHBACTCS C PSIIOM MpobieM. MI3BeCTHO, UTO KaXkI0€ BEIIECTBO
o0yamaeT CBOEH BHYTPEHHEH CTPYKTYpOM, KOTOpas CKa3bIBaeTCS Ha €ro CBOWCTBaXx.
Pazpymienne, kak W Heymnpyroe JedOpMHUPOBAaHUE, COMPOBOXKAAIOTCI H3MEHEHHEM
BHYTpPEHHEH CTPYKTYphl BEIIECTBA, KOTOPOE 3aTPYAHSIET ONMCAHHUE 3TUX MPOIIECCOB B paMKax
KOHTHHYyaldbHOrO TmpeacTaBieHus. C TOSBICHUEM HAHOTEXHOJOTMM KOHTHUHYyalbHas
MEXaHWKa CTOJIKHYJIaCb C €Ie OJIHOH mMpoOJIEeMON, COCTOSIIIEH B CTPEMUTEIHLHOM
YMCHBIICHAN PasMepoB 00BEKTOB', TPeGYIOMMX I CBOETO ONHMCAHHS ATOMUCTHYECKOTO
MOJIX0/a.

MonexkynsipHO-AMHAMUYECKUNA TMOAXOH  SIBISETCS HAACKHBIM HMHCTPYMEHTOM ISt
ATOMHCTUYECKOTO OINMCaHUs MpoleccoB B MaTepuanax. OH MOXKET HCHOJB30BaThCA IS
OmpeieNICHUsI MaKpOoapaMeTPOB CUCTEMbI — TEMIIEPATYyphl, ABJICHUs, BHYTPEHHEN SHEPIruu,
IUIOTHOCTH, a TaK)K€ PaBHOBECHBIX U HEPABHOBECHBIX ypaBHEHUU cocTosiHUs U 1p. C yueTom
BO3MOXHOCTE COBPEMEHHOM  BBICOKONPOU3BOJAUTEIBHOW  BBIYMCIUTEIBHOW  TEXHUKHU
MOJIEKYJISIPHO - JIMHAMUYECKOE MOJEIUPOBAHUE, TO3BOJSET paccMaTpuBaTh OOBEMBI
BEIIECTBA pPa3MEPOM [0 KyOMUYECKOrO MHKPOMETpPA, YTO COOTBETCTBYET MPUMEPHO
MUJUIHApAy 4dactull. [Tpu 3ToM BbIYMCIMTENBHAS TOTPEIIHOCTh MOKET COCTABIATH <~ 1+ 3%.
OO0mmas MOrpenrHoCTh pacueTa MaKpOIapaMEeTPOB CHUCTEMBI 3aBHUCHUT OT HCIOJIB3YEMOTO
MOJIEKYJIIPHOTO TMOTEHIMada B3auMoAeHcTBUS U MoxkeT gocturath 20 - 100%. KadectBo
MOTEHI[MAJIOB  OMNpEJAENIIeTCs] Ha OCHOBE CPaBHUTEIBHOTO aHajdM3a PacCUUTAHHBIX
MEXaHUYECKUX (M30TEPMUUYECKHUN KOI(PPUIMEHT OO0BEMHOTO CKATHsI) W TETUIOQU3UIECKUX
(TernoeMKoCTh, KOd(h(PHUIIMEHT TMHEHHOTO PACIIMPEHHS) CBOMCTB TOTO WJIM WHOTO BEHIECTBA
C DKCHEpPUMEHTAJIbHBIMU WM CIPAaBOYHBIMU JaHHBIMH. B CBA3M C uyemM Bo3pacraer
aKTyaJbHOCTh 3alad 1O HCCICIOBAaHUIO MEXaHUYECKUX © (PU3UYECKUX CBOKCTB
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MOJYIPOBOJIHUKOB. HecMoTpss Ha TO, YTO HCCIIENOBAHUIO CBOWMCTB KPEMHHS IOCPENCTBOM
MOJICKYJISIPHO - JAMHAMHUYECKOTO MOJECIMPOBAHUS OBLIO TOCBSIIIEHO MHOMXECTBO pa60T2'42
CpaBHEHUE B HUX, KaK IIPaBUJIO, ITPOBOAUIIOCH B IOCTATOYHO Y3KOM JIHANa30HE TEMIIEPATyp U
JaBICHAN

[lenpto maHHOW pabOTHI SIBISETCA HCCIEAOBAaHHWE KaueCTBA OCHOBHBIX IOTEHIIMATIOB
B3aWMO/JICHCTBUSI, OINHCBHIBAIOIINX CBONCTBA KPUCTAIMYECKOTO KPEMHHUS B IIMPOKOM
JIAarna3oHe BHEUIHETO NABJIEHUS U TEMIIEPATYPBI.

2 MOTEHIIUAJIBI B3AUMOJIENCTBUA

MeskaToOMHOE B3aUMOJICHCTBUE B KPEMHUU 0oJjiee CIIOKHOE, YeM B MeTaiiax. Kpemuuit
OTHOCHUTCSI K MaTepuaJiaM C KOBAJICHTHBIM THIIOM CBSI3M W HUMEET P CTPYKTYPHBIX
ocobenHocteil. Tak mpu HOpPMaJbHBIX YCIOBHMAX KPEMHHUH 00JaaeT CTPYKTYypoil anmasa,
XapaKTePU3YIOUIEHCS MaJIol KOMMAKTHOCThIO C KOOPAWHATHBIM YHCIOM paBHbIM 4, 4YTO
HAMHOTO MeHbIIe, yeM y MeTamuioB (8-12). C pocTtoMm maBiieHUs B KpeMHUU (HOPMHPYIOTCS
HOBBIE CTPYKTYpbl - TIpocTas KyOudeckas, TpaHELEHTpUpOBaHHas KyOudeckas ¢
BO3pAaCTaOIIUM KOOPAUHALMOHHBIM YHCIOM, HO MaJIO OTIMYAOIIMMUCS 10 3Hepruu. [locie
IJIABJICHUS, KUK KPEMHUI CTAHOBUTCS METAJIJIOM C KOOPJIWHALIMOHHBIM YHCIIOM OKOJIO 6
U TUIOTHOCTHIO TPEBBIMIAIONIEH IUIOTHOCTh TBepaod ¢aspl. Hammume »THX ocoOeHHOCTEH
JleJaeT 3a/1ady IMOCTPOCHHSI MEKAaTOMHOIO IOTEHLHajda B3aUMOJECHCTBUSA JIsI KPEMHHS HE
MpoCTOM 3amauveil. B HacTosimiee BpeMsl CYIIECTBYET MHOTO IOAXOJOB K MOCTPOCHHIO
MEKaTOMHBIX TOTEHIUAJIOB JIJIs1 MATEPUAJIOB C KOBAJIECHTHBIMU CBSA3SMH.

Horenunan Cruniaunxepa - Bedepa (Stillinger-Weber, SW). Oqnum u3 nepseix u
YCIEUIHO HCIMOJIb3YEMBIX IOTEHIUAIOB JUIsl MOJAEIMPOBAHUS CBOWCTB U IPOLIECCOB B
KPUCTAIZIMYECKUX  IOJYNPOBOJHUKAX  SBJISIETCS  MOTEHIMAI Stillinger-Weber' .
AHaMTHYECKOE BbIpaXKeHUe noreHunasa SW COCTOMT U3 2-X CIaraeMblX, YUYHMTHIBAFOIIMX
JIByXYaCTHYHOE U TPEXYACTUYHOE B3aUMOJEICTBHE:

2
E= §Z¢(ry Vo 3 e J+ g J+ g )(COS i +§j Y
ij i,].k
P A >
0, r=a

/lexp[y(rij - a)fl +7(r, - a)fl] ry<a, rg<a

Wr,.r)=10, 1, 2a 3)
0, r,2a
rae E - mnonnas dSHeprus CHUCTEMBI, IPUXOIALIASACA HA aTOM, (zﬁ(rl.j) - ¢yHKUUA

JIBYX4aCTHYHOT'O B3aMMOJICHCTBUS, eijk' yrojl MeX1y TpaHsIMu ij W ik, 7; - €QJUHUYHBIH
BEKTOpP, HAIlPaBJICHHBIM OT aTomMa I K aTOMy j, @- KOHEYHBIH 3apaHee OINpeaeaEHHbIN
paauyc oOpe3aHus, h(rij,rik) - 3aryxaromas (yHKOHS, KPUTHYECKHHA paguyc KOTOPOii
HAXOAUTCS MEXAY NEPBBIM M BTOPBIM OJIMKANIINM COCEIOM.
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[Morennman SW  oOecrneunBaeT HaubOollee  YCTOHUMBYIO  KOH(QUIYpaLUK IpU
cos Oy =—1/3, Korma yriabl MaKCHManbHO OIM3KM K yIiam B alIMa3orof00HOiM

TeTpa’Apuueckoi cTpykType. I[loTeHuman conepkuUT 6 MOJOKHUTEIbHBIX IOATOHOYHBIX
kodpuimentoB: A=7.0496, B=0.60222, p=4, a=1.80, 1=21.0, y=1.20. Ux noadop ObLI
OCYUIECTBJIEH U3 TpeOOBaHUS YJIOBJIETBOPUTEIHLHOIO BOCHPOM3BENIEHUS SHEPrHUM KOTEe3UH,
napameTpa pemeTKd A KPUCTAUIMYECKOrOo KPEeMHMsS W TEeMIIepaTyphl IUIaBICHUS MpU
HOpPMalIbHBIX yCloBUSX 1, = 1695°K . Jlns cpaBHEHMs SKCIEPHUMEHTAIILHOE 3HAYCHHE

paBHOBECHOM TeMIieparypsl paBHsercs 1,, = 1685°K .

[Torenunan SW mo3BosiseT MOJydaTh JOBOJBHO PEATUCTHYHOE OIMCAaHUE CBOWCTB
KpUCTAJUIMYECKOro KpeMHHs. OJHaKO >KeCTKas NpHBSA3KAa K TETPa’APUUECKOU CTPYKTYpe
NPUBOJUT K BO3HUKHOBEHHUIO MPOOJIEM C TMEPEHOCHMMOCTHI0 ToTeHmuaita. OH HE MOXKeT
NPaBUJIBHO OMPEACNATh SHEPrUI0 HE TETPArOHAIbHBIX CTPYKTYp, BO3HUKAIOUIMX B
MOJYIPOBOIHUKAX C POCTOM JaBJeHUs. boyee Toro, JaHHbIN MOTEHIMAN, MOJICIUPYS KUJKUN
KPEMHHM, MPOJOJIKAET COXPAaHATh CBOMCTBA, MPUCYIIME KPUCTAJUIMUYECKON pelIETKe
TBEPAOr0 KPEMHUS, YTO MPHUBOJUT K HEAJEKBAaTHOMY ONHMCAHMIO >KMJIKOM M Tra3000pa3HOi
¢da3. Takum o6pazom, moreHiman SW CIOKHO HCIOJIB30BAaTh MPHU YCIOBUSAX OTIUYHBIX OT
TeX, 7151 KOTOPBIX OH OB CO3/aH.

Mopuduumnposannbiii norenunan CruumnnHaxkepa-Bedepa (SWM). HenasHo Obuia
NMpEeUTOKEHa albTEpPHATHBHAS MapaMeTpH3alds MOoTeHIuana CTUimHDKepa-Bebepa®,
MO3BOJISIOIIAS YITYUYIIATh dJIACTUYECKHE XapaKTePUCTHKH TAHHOTO TIOTEHIINANa, CMECTUB TIPU
3TOM TOYKY MiaBieHus. Koah¢uimeHntesl, npemiokeHHble MPU TAaKOM MOETUPOBAHMU:
A=19.0, B=0.65, p=3.5, a=1.80, A=31.0, y=1.10.

Horenuuanani TepcoBa (Tersoff, (T)). Bropsim, Gosee CI0KHBIM KJIacCOM MOTEHIIAATIOB
sisrorest otennmansl Tersoff (T)'®'®, B ocHOBY KoTOpBIX MONOXKEHa THIOTE3a MOPSIKA
CBSI3€H, COTJIACHO KOTOPOM cujla CBSI3eM MEXIy ABYMsI aTOMaMH HE MOCTOSIHHA, a 3aBUCUT OT
JIOKaJBHOTO OKpYXeHus. B ornmume ot morenmmana SW, moteHmumansl (T) HE umeroT
a0COMIOTHOTO MHUHHMYMa JUISI TETPadIPUUECKUX YTIIOB U BKIIIOYAIOT B CeOS TPEXUACTUIHOE
B3aMMOJICUCTBME HESIBHO. BHemHe mnoteHuuan T wuWMeeT BHJA MApHOTO MOTEHIMANa,

COCTOALICTO U3 IBYX CJIaraCMbIX:

E=2 3| Zelay ) 1200+ 8,001, *

fo(r)=Ae™" ©)

f4(r)==Be™ ©
l, »<R-D

for)={5=3sn G, R=D<r<R+D @
0, »>R+D
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rae E- INOnHas 3HEprus CHUCTEMBI, NMpUXOAALIascsa Ha atoMm, f.(r), f,(r),f.(r) -

(YHKIHU OTTAIKABAHUS, TMPHUTSDKCHUAS W OOpE3aHUsl COOTBETCTBEHHO, KOA(P(OUIIMEHTHI
a;(r,;) u b;(r;) 3a0a10T TPEXYACTUYHOE B3AUMOJICHCTBHE CIIEAYIOIIUM 00pa3oM:

|
a,=(+a"y) ", ny = 3 e expl (= )" ], (8)
k#i,j
b, =(+pc!) ¢, = 0, )expl(r, —r,)"]
i = gg/') Jgg/_ZfC(Vik)g( jik)exp 3(’”1']' )" s
k#i,j
Cz Cz
0)=y(1+< - 9),
8O = ™ = cos0)” ®)

rae r; - €IMHUYHBIA BEKTOp, HANpPABJIEHHBIA OT aroMa I K aTtoMmy j, eijk' YIOJd MEXITY

rpansmu ij u ik, g(6,) - yrnosas QyHkums, ¢; - 9pHEKTUBHOE KOOPIHHALMOHHOE YHUCIIO.

Vzest CO3/IaHMs TAKOTO MOTEHIIHAIA IPHHAUISKAT AGemo'” 1 Ha3bIBaeTCs (OPMATHZMOM
TepcoBa-Abens. Hexoropble mnapamerpusanuu ObUIM HPEJIOKEHBI caMuM TepcoBbIM,
Haubosee YCHemHbIMU W3 KOTOpbIX okazamuch Tersoff (T(C), T(D))'"'®. Tlorenumansr
TepcoBa HCIOMB30BATHCH MHOTHME HccaegoBaresvMi =" 22 % Onmim u3 cepbé3mbix
BBISIBIICHHBIX HEJIOCTATKOB 3TUX TMOTEHIMAJIOB SBJSICTCS CHJIBHO 3aBBINICHHOC 3HAYCHHE
TEMIIepaTy bl IUIABJICHUS.

MoandguuupoBannbie mnorenunananl TepcoBa (T(ZBL), T(C), T(D)). U3BectHa
monaupukanus noreHuana Tepcosa, T(ZBL), yuutbiBaromas KyJOHOBCKOE B3aUMOICHCTBUE
3apSKEHHBIX gactur . B Hell noteHman MPEJCTABIISIETCA B CIEAYIOIIEM BUE:

DX (BTN AT A A TACR TN UAYACS)) ML)

i j#

2
1 1 Z,Z -
Sr(ry) = , UUZ.BL B L U
1+exp[-4, (rij —1c)] e rii ays
0.8854a,
W03 023
VA I +Z 5
@(x) =0.1818¢7%" +0.5099¢ "> +0.2802¢ """ +0.02817¢ > (11)
rae UUZ-BL- KyJOHOBCKMM NOTEHLHMAN 3KPAHUPOBAHMA, Z, U Z,- KOJIUYECTBO IPOTOHOB

B3aUMOJICHCTBYIOIUX aTOMOB, ;- PAaAUyC OJKPAHUPOBAHUS, &) - DIIEKTPOCTATUYECKAs
IIOCTOSIHHAS, e - 3apsi/l JJIEKTPOHA U a,, - OOpPOBCKUil paauyc, 7. =0.95 - paguyc oOpe3aHus u
A, =14 - napamertp.

Momudurarus T(ZBL) npumeneHa k ommcanuto norermainos T(C), T(D)'™.

Mopunduunposannbie noreHuuaiabl Tepcosa: Erhart-Albe (EA-1, EA-2), KIHS. Ha
ocHoBe (popmanmzma TepcoBa-AGens ObuH pa3paboTaHbl U IPYTHE MOTCHIIMAIIBI: TOTEHITAAT
Erhart-Albe (EA-1, EA-2)** u norenrman KIHS®’ mo3BouBIINe TOHM3HTE TeMIepaTypy
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IUTaBJIGHUST ¥ TOPUONH3UTH  Pe3yNbTaThl K
MOTEHLIMAJIOB IIpe/icTaBjieHa B Taduuue 1.

B norennumane KIHS pononHuTenbHO ObUTM MPOU3BEACHBI CIEAyIOUINE MOAU(DUKAINH
UCXOJHOro noreHnuana TepcoBa. @yHkiust obpesanus f.(r), yrnoBas ¢ynkuus g(6) u

OKCIICPUMCHTAJIbHBIM. HapaMeTpI/BaI_[I/If{

KOX(POUITUEHTBI bl,j MPEACTABISIOTCS B BUE:

, »<R-D
1 1. #(r—-R), 1. n(r—R) 7(r—R)
=J———sin(———=) ——sIn cos , R—-D<r<R+D 12
fc(r)zzzD)S(D)(zD) r (12)
0, »2R+D
2 cZ

>)(1+u *exp(—v(h —cos 0)%))

C
g(0) = y[H T (h—c0sd)

-1
b=+ Bel)

JlanHble mapameTpu3alliyd TMOTEHIUAIOB, OCHOBaHHBIX Ha ¢dopmanm3me Tepcosa-

Abens, npencTaBiieHbl B Tabnuue 1:

T(C)"’ T(D)" EA-17* EA-2™ | kias®’
m 3 3 1 1 1
A 1,7322 0 0 0 1,33682338
c 100390 100390 2,00494 1,13681 1902810,68
d 16,218 16,217 0,81472 0,63397 1000
-h 0,59826 0,59825 0,259 0,335 0,365
n 0,78743 0,78743 1 1 1
p 1,099%* 1077 1,1* 1077 1 1 0,20173476
A, 1,7322 1,73222 1,53810493 1,66590998 | 1,3457970
B 471,18 471,18 219,521624 361,55705 121,00047
R 2,85 2,85 2,82 2,90 3,0
D 0,15 0,15 0,14 0,15 0,3
Y 1 1 0,114354 0,09253 1
P 2,4799 2,4799 2,83318929 2,61547866 | 3,2300135
A 1830,8 1830,8 2145,7128 1899,38576 | 3281,5905
n 0,78743 0,78743 1 1 0,938105506
u 0 0 0 0 1,0
v - - - - 26,0

Tabmuua 1: Kosdduunents: napamerpusanny MoTeHINAI0B, OCHOBAaHHBIX Ha (popMainmsme Tepcosa-

IHoTeHIMAIDBI
Potential)

25-27

EDIP. IloreHuuansl
, OOBEUHSIOT ITOJAXOMBI,

Abensa

EDIP (Environment-Dependent
npemoxennsie  Stillinger-Weber, u  Tersoff,

Interatomic

BKJIIOYAOT ABYXYaCTUYHBIC U TpéX‘IaCTI/I‘IHBIe B38.HMO[[€I>JICTBI/I5I, 3aBHUCAIIUC OT OKPYIKCHUS:
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1
E_EZ

i

[ZVz(':pZ,«HZ Z%(lt],nk,l)} (13)

J#E J#Ei k#ik>j
rae E - momHas 3HEprus CUCTEMBI, IPUXOAAIIAACSA HA aTOM, eijk - YroJl MeXIy IpaHsiMu ij U
ik , r; - eTMHUYHBIN BEKTOp, HAIPABJICHHBINA OT aToMa i K aToMy j, a — paJuyc oOpe3aHus,

rae Z; - KOOpAMHALMOHHOE uKcio, V,(r,Z) - pyHKUMS IBYX4aCTUYHOTO B3aUMOJCHCTBHUS,

Vi(rys1ry,Z;) - QyHKIHST TPEXIACTHIHOTO B3aUMOACHCTBHS

Vy(r.Z) = A[(E)p - e‘ﬂzz}exp( Oy, e Z) = g(r)g(r )R Z,)
r r—a
Zi = Zf(rlm)
1, r<c
f(r)={exp—L—), c<r<al,
1_(r_cj
a—c¢
0, r>a
g(r) = exp(—L—), h(l, Z) = 21— e 0Py oz + 1(2)) .

r—a

), 0(2)= Qe

rne f(r), g(r), h(l,Z) - ¢yukaus oOpe3aHus, paguaibHas ©W yriioBas (QyHKIIUU
COOTBETCTBEHHO.

(Z)=u, +u,(u,e™” —e

HecmoTpss Ha CBOI0O 4Ype3BbIUAHO CIOXKHYIO napamerpuzanuio (A=7.9821730,
a=3.1213820, A=1.4533108, Q,=312.1341346, a=3.1083847, B=1.5075463, 2.5609104,

y=1.1247945, 1n=0.6966326, p=1.2085196, 0=0.5774108, n=0.2523244, [=0.0070975,
u,=-0.165799, u,=32.557,u,=0.286198, u,=0.66), cocrosumyto u3 17 ko3ddunreHToB,

MOTEHIIMaN MPEBOCXOJHO OINUCHIBAET MHOTHE CBOMCTBA KPEMHHS, B YAaCTHOCTU oO0jamaer
XOpOIIeH TEePeHOCUMOCTBIO CTPYKTYp KPEMHHEBBIX Je(DEeKTOB (KaK TOYCYHBIX, TaK U
CABUTOB), myurie yeM SW onuchiBaeT aMOppHBIN erMHHﬁzg.

Omno w3 TIaBHBIX mpeumylecTB mnoreHuuana EDIP  coctour B Hemoxom
BOCITPOM3BEJICHUN 3JIACTUUECKUX XapPaKTEPUCTUK KPEMHHS M MPEICKa3aHUU TeMIIepaTypbl

IJIaBJICHUS, ONIM3KOH K OKCIICPUMCHTAJIIbHOMY 3HAYCHMUIO.
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3 NOCTAHOBKA 3AJIAYU ¥ UNCJEHHBIA METO/I PEIIIEHUSA

3.1 Cucrema ypaBHeHHH

B ochoBe meTtona MonekymnspHoi auHamuku (MJ]) 1eXuUT MoaenbHOE MpEeACTaBICHUE O
MHOTOaTOMHOM  MOJIEKYJISIPHOM CHUCTEME, B KOTOpPOW BCE€ AaTOMbl MPEACTaBJICHBI
MaTepualbHbIMM TOYKAMH, JIBH)KEHHE KOTOPBIX ONUCBHIBAETCS B KJIACCHUYECKOM Cly4ae
ypaBHeHussMH HptoToHa. Takum 00pa3om, umeeTcsi N TOUCUHBIX YaCTHII, KaX1ast U3 KOTOPBIX

MMEET MAaccy, padyC-BEKTOD M CKOPOCTb COOTBETCTBEHHO M. F:,U;, tae i=1...N wu

L OUFE...7y)
oF

1

B3aMMOJICMCTBYET C OCTAJIbHBIMHM IIOCPEACTBOM cul F, = . B3aumopeiictBue

MEXIy aTOMaMH SBJIAETCS MOTEHIMAIBHBIM, U T03TOMY cuia F, 3anmcaHa Kak rpaJueHt
MOTeHIMANBHON dHepruu cucteMsl U(7,...7y ). B3auMoneiicTBHe ¢ BHELIHHMH MOJISIMH

I ext
OCYIIECTBIISACTCS TIOCPENCTBOM CHIIBI F,™" .

DOBOJIIOLMST  TAHHOM MOJEeNH OyJIeT OIUCHIBAaThCS CUCTEMONM 2N  OOBIKHOBEHHBIX
muddepeHINaTbHBIX YPAaBHEHUN IBIKEHUS:

dr (14)

i=1...N

B kauectBe (Qynkuuu U(7,.r,) MOIyT paccMaTpUBAaTbCs OMIMPHUYECKHE H

MOJIySMITUPUYECKUE MTOTEHIMANBL. IMes HEKOTOpOe KOJIMYECTBO NapaMETPOB MOJEIH, MOXKHO
BOCIIPOM3BECTU C HEKOTOPOW TOYHOCTHIO pa3NUYHbIEe TEMIOPU3UYECKUE U MEXaHUYECKUE
XapaKTEPUCTHKH, TPOAHAIM3UPOBATh MpPOIEcChl (ha30BBIX TEPEXOJOB W KPUTHUYECKHE
apieHus. OAHAKO BONPOC O IMpeAesax MPUMEHMMOCTH B KOHKPETHBIX YCJIOBHSX s
AMIUPUYECKUX U MOTyIMIUPUUYECKUX TOTEHLIUATIOB BCETAA OCTAETCA OTKPBITHIM.

Jis uHTErpHpoBaHHUS CcUCTeMbl ypaBHeHHH (14) TpeOyercs 3HaHHE KOOPAMHAT H

ckopocreii (7;,0; )L_ , B HAYQIbHBIA MOMEHT BpeMeHH /= 0 Bcex N 4acTHIL.

3.2 Pa3HOCTHAas anMPOKCUMANUA U BLIYUCIUTEIbHbIA AJITOPUTM

Cy1iecTBeHHOI 0COOEHHOCTBIO MOJIEKYJISIPHO-IMHAMHYECKOTO MOJIEIUPOBAHHUS SIBIISIETCS
HEOOXOJUMOCTh  PAaCCUHMTHIBATH TPACKTOPUU OTPOMHOTO KoimudecTBa dactuil. Kak
ONTHUMAJIbHBIA KOMIIPOMHUCC MEXIY BBIUYUCIUTEIBHOU 3(()EKTUBHOCTBIO U TpeOOBaHUSIMU
TOYHOCTH, YCTOMYMBOCTH UIMPOKOE PACIPOCTPAHEHHUE B MOJICKYISIPHO-IAHAMUYIECKOM
MOJICTTUPOBAHUM MOJYy4YWJ aJIropuT™M Bepiie % B ero mauGoree yA00HOH, TaKk Ha3bIBAEMOM,
CKOpocTHOU ¢opMe, obecrneunBaromas 4-ii MOPSJAOK TOYHOCTH TO KOOpAMHATE U 2-M 1O
CKOPOCTH.

MonekynsipHO-TMHAMUYECKOEe MOJACITUPOBAHNE MEXAHHYECKUX U TEeTUIOU3UYECKUX
CBOICTB MOHOKPUCTAJJIMYECKOI'0 KPEMHHUS B IIMPOKOM JHAara3oHe 3HAU€HUH TeMIepaTyphl U
JABJICHHUS OCYIIECTBISUIOCH C UCTIONb30BaHueM npukiagHoro naketa LAMMPS (Large-scale

63



Vladimir I. Mazhukin, Alexandr V. Shapranov and Anton V. Rudenko

Atomic/ Molecular Massively Parallel Simulator)47, MOJIYYUBIIMH B TOCIAEAHUE TOJBI
MIMPOKOE pacrpocTpaHeHne. B Hem peann3oBaHa MOAAEP)KKA MHOTHX MapHBIX U
MHOTOYACTUYHBIX KOPOTKOICHCTBYIOIIMX MOTEHIIUATIOB, €CTh BO3MOXXHOCTh 3alHCH aTOMHBIX
KOH(HTYypaIHii B TEKCTOBBIN (haiill, a TaK)Ke BCTPOCHBI TEPMOCTATHI U 0APOCTATHI.

B mpouiecce mMonenupoBaHUS HCMONB30BAINUCH PA3NUYHBIE CTATHCTUYECKUE aHCcamOIH:
mukpokaHonnueckuit (NVE), rae ocrarorcs pukcupoBaHHBIMU 4Kciao yactul N, o0bem V u
nonHasi sHepruss E, xanonumueckuit (NVT), rae BMecTo monHOM 3HEepruu (UKCHPOBAHBI
TOJIKO KMHETHYECKasi SHEPrHs MOJEKYJ (TeMIieparypa), ¥ H30TepPMUYECKH-N300apHUeCKHit
(NPT), oGecreunBarommii mocrosiHHoe aasieHue. KoppekrupoBka ckopoctu (mis NVT) u
nmasienust (s NPT) ocymecTBisuiack B HUX € TMOMOIIBIO TepMocTara W Oapocrara
bepenacena. COOTBETCTBEHHO, Uil  OMNPENEICHHS  TEMIEPATypPHBIX  3aBUCHUMOCTEH
ko3¢ ¢unuenta nuHelHoro pacummupenus o,(7), xo3p¢unuenra temnoémrkoctu Co(7T) B

TEYCHHE BCErO IPOIecCa BBIUYMCICHUN WCIONB30BaJCsI OapocTaT, IOANEPKUBAIOIINAN
MOCTOSIHHOE JaBiieHue P=(). JIns onpeneleHus: 3aBUCUMOCTH CKMMAE€MOCTH OT JaBJICHUS
(u3oTepMHuUecKasi ~ COKMMAeMOCTh)  MCIOJB30BAJICA  TEPMOCTAT,  IOAAECPKUBAIOIIMMA
temnepatypy 71=300 K. B pacderax s ONpEeAETCHUs] TEIUIOThl IUJIABJICHUS A
(UKCUPOBAHHBIX 3HAYEHUH TEMIIEpaTyphl IUIABJICHUS W JABJICHHUS OHU HCIOJIb30BAJIHCH
COBMECTHO.

4 PE3YJIbTATBI MOJAEJINPOBAHUA

Brruncnenus Bcex BEMYUH MPOU3BOIMINCH U KPEMHUS C alIMa30I0100HON peréTkon
Y TIOCTOSTHHOM peméTku A = 5°.43 ¢ nepruoJu4eCKUMH IPaHUYHBIMU YCJIOBUSIMU Ha TPAHUIIE
(TpéxmepHast 3amava). lllar wHTerpupoBaHHMs OBUT B3ST pPaBHBIM 2 (EMTOCEKYHIAM.
KonnuecTBO aTOMOB MOAETUPYEMOTr0 MOHOKpPHUCTANIJIA KPEMHUSI B OJHO(A3HBIX CUCTEMAX —
8000, B nByx(a3HBIX (B pacueTax MO OMPEACIICHUIO TeMIepaTyphl miasnenus) - 16000. s
ONpejieiecHne MEXaHWYEeCKHMX M TeIUIOQU3MUECKUX XapaKTepUCTUK U I[apamMeTpoB
HCTIOB30BANNCH  Clefyfomue moTeHrmans:  Stillinger-Weber SW'', ero moampukamms
SWM®¥, Tersoff (T(C), T(D))'"", EDIP?, Erhart-Albe (EA-1, EA-2)**, KIHS" wu,
MpEeIOKEHHBIM  aBTOpamMu  moTeHnuan MIX, sBiasomMiics JTUHEHHONW KOMOHWHAIMEH
notenuuanoB KIHS u SWM: MIX=(31KIHS+SWM)/32.

CpaBHEHHE pE3YJIbTaTOB MOICITUPOBAHUA MEXAY COOOW M OIKCIEPUMEHTATHLHBIMHU
JAHHBIME " TI03BOJSIIOT OLIGHHTh HAMOONEE MPHEMICMBIH ITOTCHIMAI B3aHMMOICIHCTBHS,
TPUTOHBIN IS OTIMCAHUSI TPOIIECCOB B TBEPAOKPHCTAILTNIECKOM KPEMHHH.

4.1 Tenjoduzuueckue XapaKTepUCTHKH

B kauectBe TeIIOU3NYECKUX XapaKTEPHCTUK PACCMATPUBAINCH TEMIIEPATypHBIC
3aBUCHMMOCTH Ko3(dunuenta nuHelHoro pacmmpenus «,(7) u MoispHOH H300apHOM
terioeMkoctH C,(T) .

Termnoémkocts kpemuust C,(T) u kodpdunment nuneitnoro pacumpenus o, (7))

pPacCUMTHIBAIUCH B OJHOM BBIYHCIUTENBHOM 3KcrepuMmeHTe. Mcnonbp3oBanach Kyouueckas
pacdeTHasi 00JIacTh, COIEpIKAIasi MOHOKPHUCTAI MOJIEIIBHOTO KPEMHHUS C alIMa30Moa00HON
pemerkoil u3 8000 aTOMOB W MEPUOJUYECKUMHU TPAHUYHBIMH YCIOBHSIMHU IO BCEM TPEM
HanpasneHusM. [logmepkuBast 0apocTaToM HyJIEBOE CpelHee [aBJCHHE, CHCTeMa
HarpeBanachk ¢ 7=300 K no T=1600 K ¢ noctosinHo# ckopocThio ().375 K/nc. Takas ckopocTh
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HarpeBa ObLIa JOCTATOYHOM IS TOro, 4TOOBI CHCTEMa OCTaBallaCh TEPMOAWHAMHYECKU
paBHOBecHO#. Bri0op nuamazona HarpeBa 300 +1600K O6but 00yCIOBIIEH HCHOIB3YEMBIMU
CIIPABOYHBIME JAHHBIMH >, T[PHHATHIMH B KA4eCTBE OTANOHHBIX JUISL CPABHEHHSL.
CHumanuch 1Be TemrepaTypHbie 3aBucumocti: sHTadbmuu H(T)= E + PV wu nuneitHOro
pasmepa /(7). B maHHOM BBIYHCIHTEIBHOM OSKCIIEPUMEHTE SHTAJbBIHMS COBMAjala C
sayTpenneii sueprucii H (7)) = E(T'), mOCKoIbKY OH MPOBOIMIICS TIPH TIOCTOSTHHOM HYJIEBOM
nasiennn P = 0. [lanee monydYeHHbIE TEMIEpaTypHbIC 3aBUCHMOCTH alMPOKCHMHPOBAIHCH
nomuHomamu H (T) m ZN(T ). IToaMHOMOB YeTBEPTOI CTEMEHH OKA3aloCh JOCTATOYHO IS
JOCTHXKEHUS TpeOyeMOi TOYHOCTH.

TemnepatypHast 3aBUCHMOCTh TEIIOEMKOCTH Cpo(T) OTpeIeITsIach
muQepeHIpOoBaHIEM anmnpoKCUMalMOHHON byHKIUN IS SHTAJIBIINU:
OH (T
c,(ry=| D)
or ),

P
w"'

‘A VVAVA MMAMAAAAAAAA&AA

ay(T), 10°x1/°K

300 560 820 1.08x10° 1.34x10° 1.6<10°
Temperature, °K

eee | - Exp. Data 4 - EA-1 7 -KINS

AN 2-T(D) & 5-EA-2 - 8 -SWM

AA3-TO e ( - EDIP e00 9 - MIX
= 10 - SW

Puc. 1.TemnepaTypHas 3aBUCUMOCTb KO (UIIMEHTA IMHEHHOTO paciuupenus O, (T ) B quamnasone 300 -

1600 K npu naBnenun P=0
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JluneiiHoe pacumpeHue OIPeNIeIISATIOCh COOTBETCTBEHHO o bopmyie
1 (ol(T
o, ()=~ | D)

[(T)\ oT
BEJIMYMHY U3MEHEHUS JIMHEWHBIX pa3MepoB Teja ¢ yBelndeHueMm temreparypsl Ha 1 K npu
MOCTOSIHHOM JIaBJICHUM.

['paduueckoe mpencTaBIeHHE Pe3yIbTaTOB MOJEIUPOBAaHUS KOd(D(HUIIMEHTA JTHHEHHOTO
pacIIMpeHusi KPEeMHUS Ul Pa3IM4YHbIX IOTEHIMAJIOB B3aMMOJICHCTBUS B TEMIIEPAaTyPHOM
muamazone 300 - 1600 K mpuBemeno Ha puc. 1. OcoOGeHHOCTH paccMaTpuBaeMoit
XapaKTePUCTHKU COCTOST B CIEIyIomeM. JKCIepuMeHTanbHas 3aBucuMocts o, (1) * Hocur

o,(T) — 9T0 BenMYMHA, XAPAKTEPHU3YIOIAs OTHOCHTEIBHYIO

BO3pacTaromuii xapakrep. Kak ciemyer U3 pacueTHBIX KPUBBIX MUHUMAJIbHOE OTKJIOHEHHE OT
OKCIIEPUMEHTAIBHON KpUBOW He mpeBbimaromei 40% obecrieunBaeT TOIBKO NoTeHIHan WS,
a Bo3pactatomuii xapakrep o,(1") mepemaer Tonmbko motennuan WSM. B 061acTH BEICOKHX

TEMIIEpAaTyp XOpollee COBMAJACHHE C OSKCIEPUMEHTAIBHBIMH JaHHBIMA OOECIeUHnBaET
norennman KIHS u, momaocTeio ¢ HUM coBnagaromuii, MIX.

3.35 T T T T
1
3.08
=z
g 6
i 2.81
< 7
= 9
=
= 10
@] 2.541 : 5
T Y Y ' AAAN
e v A AA A AANA A 8
SoeEeee T A A
A > < AAAAAA AAAAZ 4
AAA 2
A
2.27 AAA |
A,
A
4 3
2 | | | |
3 3 3
250 520 790 1.06x10 1.33x10 1.6x10

Temperature, °K

eee® | - Exp. Data — 4 - EA-1 7 -KINS

AA 2-T(D) &6 5-EA-2 -_— 8 -SWM

AA 3-TO) e ( - EDIP e00 9 - MIX
— 10 - SW

Puc. 2. TemneparypHas 3aBucuMocTsb terwoémxocta C P (T ) B quanasoHe 300 K - 1600 K npu nasnenuu P=0
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4.2 MexaHnuyeckue XapaKTepUCTHKHU

B  kadecTBe  MEXaHMYECKOH  XapaKTEPUCTHKH  KPUCTALTUYECKOTO  KPEMHHS
paccMaTpuBaiiach CKMMAeMOCTh WM OO0BeMHas ymnpyrocte k(P), xapakTepusyromas
CBOWCTBO BEIIECTBA HM3MEHATH CBOW OOBEM NpPHU M3MEHEHHWW BHEIIHETO aBJICHUS (WIH
IpYyTUMH  CIIOBaMH, TIpH HM3MEHEHUM HampshkeHH B  BemecTtBe). KoinyecTBEHHO
CKHMAEeMOCTh XapaKTepu3yercs Benmunnoit k(P), ITa™.

Benuunna oOpaTHas C)XMMaeMOCTH Ha3bIBae€TCs MOIyJIeM  OOBEMHOW yHpPYTrOCTH
K (P): 1/ k(P), [Ha]. B 3aBucuMocTH oT THMA AedopManuu pazIudaT H30TEPMHUIECKYIO

1(dV 1(oV
k;(P)=——|—=| u anuabaTu4eckyr CxxuMaeMoctH ky(P)=—-—|—=| . B nanHom
V\dP ), V0P )
MCCJICIOBAHUM TI0]T CKUMAEeMOCThIO k(P) moapa3syMeBaeTcs U30TepMUUYECKasi COKMMAEMOCTh
kp(P):
dnV 1(dV 1
k(P)=—- ===l | T
dP ), VdP), K(P)
T T T T
1
201 .
9
[ ]
® (4
. ° ° 7
..o g'° ;
7
ﬂc: e’ ‘4‘ AA 3
S 0° 77 \AND
. 151 o® AAA -
3 o aAb s
] o Aﬁﬁ
0 20277 AA
e 227, A AR 10
4“‘-‘ o
2 e
4 t}”‘_ ARS=
et AV TAA 6
105 _
| | | |
0 2 4 6 8 10
Pressure, P, 10° Pa
oe®e | - Exp. Data e 4 - EA-1 7 -KINS
AN 2-T(D) &6 5-EA-2 —38 -SWM
AA 3-T(C) — 6 - EDIP e00 9 - MIX
— 10 - SW

Puc. 3. 3aBHCUMOCTB H30TEPMIUECKON CknMaeMocTH oT aaBienus npu T = 300K
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Jlisi cpaBHEHUS C BBIUYMCIUTENBHBIM KCIIEPUMEHTOM OBUIM MCIOJB30BaHbI CIPABOYHBIE
JAHHBIE TSI M30TEPMUYECKON CxkuMaemoctu mnpu Temneparype 7 =300 K*, KyOuueckas
pacueTHass o00JacTh, AHAJIOTWYHAs OINUCAaHHOM B MpPEObIAYLIEM IYHKTE, C IOMOIIbBIO
TepMocTaTa yAepKuBaiach pu nocTosHHoi Temneparype 7' = 300 K.

IIpu 3TOM ¢ moMouIpI0 OapocTaTa BBICTABJIJINCH JKEJaeMble 3HAYEHMs MAABJICHHUS B
muanasone ot 0 1o 10'° ITa (B 1aHHOM SKCIIepHMEHTE GBI BHIOPAHBI MATh 3HAUCHMI). Jlyist
BbIOPAHHOW BEIMYMHBI BHEIIHETO JABJICHUS CHUCTEMa MOJBEprajliach pelaKkcaluy 10 BBIXOAA
BCEX BEIMYMH Ha CTalMOHapHbIe 3HaueHHs. [locie 3TOro CHMManaoch 3Ha4eHHE o0BeMa
KyOMKa, YCTaHOBHUBIIEECS IpPU 3aJaHHOM JaBieHMU. TakuM oOpa3oMm Oblia IoOJydyeHa
3aBUCUMOCTh 00bEMa OT JIaBJCHUS NPU NOCTOSHHOW TemIepaTrype B JAMana3oHe JaBJICHHM

10 .
0-+10"ITa. lanee 3Ta 3aBUCUMOCTb amMmpOKCHMUPOBAIACh MOJTMHOMOM YETBEPTOil CTEIEHH
1 niocye ero quddepeHnupoBanus monydanu k(P) .

['paduueckoe mpencTaBlieHHE Ppe3yJNbTAaTOB  MOJEIMPOBAHUS MOIYJs OOBEMHOM
ynpyroctu K (P) JUISL pa3JMYHBIX MMOTEHIIMATIOB B3aMMOACHCTBUS B AMana3oHe napieHui 0 -

110", ITa npuBeneHo Ha puc. 3. Hamnyumree coBnaaenye ¢ SKCIEPUMEHTAITBHBIMA JaHHBIMH

JUIs BCEX 3HAYEHUW JaBJICHUS TOKa3aia MpeUIoKeHHAs KOMOWHAIMs TOTeHHuanoB MIX.
Heckonbko MeHbIIYI0 TOYHOCTh Mokazanu mnoreHiumansl EA-1 w KIHS. HawuGonbmas
MOTPEIIHOCTh OTMeuaeTcs y norenuuanos EDIP, SWu SWM.

4.3 XapaKTepl/ICTHKl/I (1)330B01"0 nepexoaa MmjaaBJceHUuE - KpUucTajadJau3aluus

Temneparypa miaBJieHUS Tm(P). OpHOWl W3 BaXHEWINIUX  TEIIOPUIUICCKUX

XapaKTEPUCTUK BEIIECTBA SIBJIIETCS PABHOBECHAs TEMIIEpaTypa IUIABICHHUS — TeMIlepaTypa
¢da3zoBoro paBHOBecUs, HpU KOTOpOH OECKOHEYHO [JOJIr0 MOTYT COCYIIECTBOBAThH
KpUCTAJIIMUECKast M kujakas (as3bl, Haxojsdmuecs B KoHTakre. Jlng omnpeneneHus
TEMIIEPATypbl IUIABJICHHUS KPEMHHS C MHCIOJIb30BAHMEM  Pa3JM4YHBIX IOTEHUUAJIOB
B3aUMOJICHCTBHSA, OBLI MPOBEACH CIEIYIOIINN BBIUMCIUTENBHBIA dKCIIepUMeHT. Pacu€rHas
obmnacTe B popMe mapajuienenunesna pasouBanack Ha aBe paBHbIX yacTH (o 8000 vacTtui B
Ka)KJOW 4acTH), B OJHOM U3 KOTOPBIX HAXOIUJICS TBEPBIA KPEMHUM, B IPYTOM — XKUIAKUHA TPU
OJIMHAKOBBIX TeMIIepaType U AaBieHHU. OTKIIOYMB TEPMOCTAT, HO OCTaBUB BKJIIOYECHHBIM
Oapocrart, BeJIMCh HAa0JII0IEHUS TIOCTENIEHHOTO CMEUIeHHs MeK(a3HOM TpaHUIlbl 00IaCTH.
Ecnu nepBoHauanbHas TeMieparypa Obula HUXKE PaBHOBECHOM TeMIIepaTypbl IUIaBICHHUS,
TO Ha (pa3oBOM (HpOHTE HAUMHAETCS MPOIECC KPUCTAIUIM3AIINH, 32 CYET KOTOPOTO B CHCTEME
NPOMCXOIUT BBbIAETICHUE TEIUIOThl (Da3oBoro mnepexonga, B pe3yibTare dero oOpasel
HarpeBaercsi. [lo mocTmkeHuu (a3oBOrO paBHOBECHS TMPOLECC OCTAHABIMBACTCS, U
Temneparypa obpasua (IyKTyupyeT BOKPYI PaBHOBECHOH TemmepaTypbl IuiaBieHus. [Ipu
9TOM IIOHATHO, YTO II€pBOHAYaJbHAsi TEMIlepaTypa B OKCIIEPUMEHTE JOJDKHA ObITh
JIOCTaTOYHO OnM3Ka K TeMmiepaType IUiaBieHus. IHade, NpOM30WIET MJIaBleHUE WU
KpHUCTaJTU3aIsl Bcero odpasia, u 1enb He Oyner mocturHyta. Ilpu mpoBeneHMn TaHHOTO
HKCIEPUMEHTA OTOPAKOBBIBAJIMCH TAK)KE€ KOHEUHBIE CTAllMOHAPHBIE COCTOSHUS, B KOTOPBIX
KOJIMYECTBO OAHOW (a3bl mpeBbimano 75%. DTo aenanock sl TOro, YTOOBI UCKIIOYUTH
BJIMSIHHE TIOBEPXHOCTHBIX 3()()EKTOB HAa pABHOBECHYIO TEMIIEpaTypy IUIABICHUS.
[TomydyeHHble pe3yibTaThl MoJAeIUpoBaHus, Puc.4, mnokasaiu, 4YTO OHM XOpPOLIO
KOPPENUPYIOT C pe3y/IbTaTaMH, MOJIydeHHbIE APYTHMH aBTOpPaMH ' B 0ONACTH MAaibix

JABJICHHUA, ¥ MOTYT OBITh O0OOIICHBI Ha OoJiee IMMPOKHH TUANa30H JaBJICHHMA 1+10" 7a .
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48

OKCIEPUMEHTAIBHO YCTAaHOBJIEHO , 4YTO TEeMIEparypa IUIaBIE€HUS KPEMHHUS C POCTOM
JIaBJICHUS MAJAET, 4 HE PACTET KaK y METAJUIOB. Bce MOTeHIManbl B3anMOIEMCTBHS MOKA3AIH
HHUCITaJAIOII I Xapakrep 3aBHCHUMOCTH T, (P) . Hannyumee COBIIaJICHHE C
9KCIIEPUMEHTANBHBIMUA JaHHBIMH Toka3anu mnoteHimansl SW, MIX u EDIP. HaubGonbiee

OTJIMYME OT 3KCIEPUMEHTANIbHBIX JaHHbIX Obutn mosydensl s SWM, T(C), T(D), KIHS u
EA-1.

34103 . . : .
8
3
4
e 210°F .
O‘\ l 2
& 5
E
F
0
6
9
1103 .
7
| | | |
0 2 4 6 8 10
Pressure, P, 10° Pa
oe®e | - Exp. Data — 4 - EA-1 7 -KINS
AN 2-T(D) & 5-EA-2 -8 -SWM
AA 3-T©O) = 6 - EDIP 000 9 - MIX
— 10 - SW

Puc. 4. 3aBucuMocCTh TeMIepaTypHl IDIABICHAUS OT JaBlieHus B auana3zone 10 100 xbap

Temiora nasjaenus L, (P)

TennoToii TUTaBIeHHUS HA3bIBACTCS KOJMYECTBO TETUIOTHI, KOTOPOE HEOOXOIMMO COOOIINUTh
OIHOM eOWHHIIE MAacChl KPHUCTAJUIMYECKOTO BEIIeCTBA B PABHOBECHOM H300apHO-
M30TEPMUYECKOM TIpollecce, YTOObI TMEpPEeBECTH €ro 3 TBEPAOro (KPHUCTATUYECKOTO)
COCTOAHUA B KHUIAKOEC (TO JKC KOJIHNYCCTBO TCIUIOTBHI BBIACIIACTCA TIPH KpHUCTAJIM3allun
BemecTBa). OHa ompenenseTcs ciaeayomen GopmyIioi:

L,(Py=H,(T,(P))-H,(T,(P)),

m

rne 1, (P) - TeMmIlepaType IUIaBICHUS I AAHHOrO JaBineHusa, H,, H_ - sHTanenmn
KHUIKOCTH U TBEPAOTO Teja COOTBETCTBEHHO. COOTBETCTBEHHO, LISl OMPEACIICHUS TEIIOTHI
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IUIaBJICHUS TIPU 33/1aHHOM JIaBJIEHUM HEOOXOIUMO IMPOBECTH JIBa SKCHEPUMEHTA: C KHUIAKUM
KPEeMHHEM U C TBEPIBIM KPEMHHEM TPU TEMIepaType IUIaBieHus (OHa Oblla ompeneieHa B
OpeIbIAYIIEM SKCIIEPUMEHTE).

Jlnst BBIUMCIEHMSI DHTAJBIIUU, NPEIBAPUTEIBHO MPOU3BOJUIOCH YCPEIHEHUE 3HAYEHUI
JlaBJIeHUs, 00bEMA U SHEPrUM, BXOASIIUX B BhIpAKEHHE I SHTAIBIUU. Tak Kak y 3HEpruu
HaOroanach OTHOCHUTENBHO HeOonblias (uykryanus, a y ¥V u P 3HauuTenbHas, TO
HOTPEIIHOCTh UTOTOBOM SHTAJBIUM B OCHOBHOM OINpeAessulach MorpemHocteio V-P. B

HpOBeL[éHHOM BBIYUCIIMTECIIBHOM OKCIICPUMCHTE IMOI'PCIIHOCTE SHTAJIBIIMKU COCTaBUJIa MOPAAKA
7%.

Lm(P), 10* J/mol

1 | | | |

0 2 4 6 8 10
Pressure, P, 10° Pa
&4 1-T(D) &6 4-EA-2 — 7 - SWM
A& 2-T(C) = 5-EDIP @@ 8- MIX
= 3_EA-1 6- KINS - 9-SW

10
Puc. 5. 3aBHCUMOCTH TEIIOTHI IIABICHUS OT JaBieHus B auanasone 1 +10", [la

I'pauueckoe mpeacraBieHUE Pe3yJIbTATOB MOJAEIUPOBAHUS TEIIOTHI IUIaBieHUs L (P)

JUIS Pa3IMYHBIX TOTEHIHUAIOB B3aMMOJCUCTBUS B JWana3oHe AaBieHUd 1 - 10", Ia
IIPUBEJIEHO Ha puc. 5. MoaennpoBaHue NOKa3al0 HUCHALAIOLUIUN XapaKTep 3aBUCUMOCTH
L, (P) C POCTOM JaBJEHHUS Mg BCEX MNOTEHUUAJIOB B3auMojaeicTBHsA. K coxkaleHuio B
JUTEPATYpPEe OTCYTCTBYIOT AKCIIEPUMEHTAIILHBIE TaHHBIE O 3aBUCHMOCTH TETUIOTHI TIJIaBICHUS
OoT naBieHus. M3BecTHO ynmb 3HaYeHUWEe [, IpU HOPMAaJbHBIX YCJIOBUSAX paBHOE 49,8

k/[x/mMonb. Haubosnbliee COBIAACHNH € 3KCIIEPUMEHTAIBHBIM 3HAUYCHHEM TTOKA3aIl PACUYEThI
¢ noteHuunanamu EA-1, EA-2 u SWM, naumensiiee - SW, KIHS u EDIP. [IpennoxeHnubiit

70



Vladimir I. Mazhukin, Alexandr V. Shapranov and Anton V. Rudenko

noreHuuan MIX s3HauumrensbHO ycrynmaet SWM, HO mOKa3blBaeT HECKOJBKO JIydILNE

pe3ynbratel, yeM KINS.

Exp.D® [ SW'' | T(C)" | T(D)'® | EDIP*® | EA-1"* | EA-2* | SWM™ | KIHS’' | MIX
a,,107°1/°K, T =300°K
254 3,723 6422 | 6352 | 1452 | 6,167 | 6,694 | 3,578 | 6428 | 5743
a, 10°1/°K, T =800°K
415 [3.224] 7,004 | 662 | 088 | 6,138 | 7.058 | 3.882 | 5842 | 587
a,,10°1/°K, T =1200°K
438 [2524] 5719 | 6,125 | -033 | 4,093 | 6589 | 5266 | 5112 | 5,029
a,,107°1/°K, T =1600°K
461 [2,761 ] 1266 | 5001 | 0023 | 0251 | 6,226 | 7.665 | 3.191 | 4,224
C,,J /(°K -mol), T =400°K
2,577 | 2456 | 242 | 2465 | 2477 | 2449 | 2469 | 2472 | 2822 [ 2.805
C,,J I(°K -mol), T =1000°K
307 2546 | 2357 | 2496 | 2,653 | 253 | 2576 | 249 | 2475 | 2,729
C,,J I°K -mol), T =1500°K
3287 |2,587] 2,156 | 2,419 | 2,823 | 2461 | 2,592 | 2504 | 272 | 2,727
K,10°Pa, P=0
979 1046 | 956 | 952 | 1018 | 9.64 | 964 | 1047 | 957 | 955
K,10" Pa, P=5-10°Pa
13,19 [ 1138 ] 11,97 | 12,07 | 1025 | 12,60 | 1244 | 1215 | 1245 | 12,78
K, 10" Pa, P=1-10"Pa
21,61 [ 1294] 1600 | 1647 | 1032 | 1819 | 17,50 | 14,54 | 17.82 | 1931
T...°K, P=0
1685 | 1680 | 2620 | 2560 | 1510 | 2580 | 2190 | 2600 | 1680 | 1800
T, °K, P=3-10°Pa
1503 | 1525 | 2275 | 2470 | 1470 | 2435 | 2075 | 2540 | 1315 [ 1530
T,°K, P=5-10"Pa
1383 | 1440 | 2190 | 2410 | 1410 | 2340 | 1970 | 2510 [ 1060 | 1350
T,°K, P=9:10"Pa
- | 1150 | 1790 | 2290 | 1150 | 2040 | 1735 | 2425 | 600 | 990
L, kJ/mol, P=0
502 | 30,6 | 4215 | 422 | 353 | 518 | 488 | 466 | 355 | 365

Tab6m. 2. CpaBHeHI/Ie C SKCHCPUMCHTAJIbHBIMU JaHHBIMHA XaPaKTCPUCTUK TBEPAOTCIBbHOIO KPEMHUA
PACCYUTAHHBIX € UCIIOJIB30BAHUCM UCCIICAYCMbIX TOTCHIIUAIOB.
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Sw'! TC)" | T(D)® | EDIP®® | EA-1** | EA-2* | SWM™® | KIHS” | MIX
a,,107°1/°K, T =300°K
+47% \ +153% \ +150% \ +42% | +143% \ +164% \ +41% \ +153% \ +126%
a,10°1/°K, 7 =800°K
22% | +71% | +60% | -79% | +48% | +70% | 6% | +41% | +41%
a,10°1/°K, 7 =1200°K
42% | 430% | +40% | 108% | 7% | +50% | +20% | +17% | +15%
a,10°1/°K, 7 =1600°K
-40% “13% +8% | 100% 95% | +35% | +66% | -31% -8%
C,,J /(°K -mol), T =400°K
5% | 6% | 4% | 4% | 5% | 4% | 4% | 9% | +9%
C,,J /(°K -mol), T =1000°K
17% | 23% | -19% | 16% | -18% | -16% | -19% | -19% | -11%
C,,J /(°K -mol), T =1500°K
21% | 34% | 26% | 14% | 25% | 21% | 24% | -17% | -17%
K, 10" Pa, P=0
4% [ 2% [ 3% [ +% [ 2% [ 2% [ ¥1% [ 2% | 2%
K,10°Pa, P=5-10’Pa
14% | 9% | 8% | 2% | 4% | 6% | 1% | 6% | 3%
K,10" Pa, P=10"Pa
40% | -26% | -24% | -52% | -16% | -19% | -32% | -18% | -10%
7:11’OK’ PZO
02% | +55% | +52% | -10% | +53% | +30% | +54% | 02% | +7%
T,°K, P=3-10’Pa
1% | +51% | +64% | 2% | +62% | +38% | +69% | -13% | +2%
T,°K, P=5-10"Pa
+4% ‘ +58% ‘ +74% ‘ +2% ’ +69% ’ +42% ‘ +81% \ -23% ] 2%
L ,kJ/mol, P=0
39% | -16% | -16% | -30% | 3% | 3% | 7% | 29% | -27%

Tabm. 3. CpaBHeHI/Ie C SKCHNCPUMCHTAJIbHBIMU JaHHBIMHA XaPAaKTCPUCTUK TBEPAOTCIBbHOIO KPEMHUA
PACCYUTAHHBIX € UCIIOJIB30BAHUCM UCCIICAYCMbIX TOTCHIIUATIOB. OTKJIOHEHHE PAaCYCTHBIX AAaHHBIX OT
OKCIICPUMCHTAJIbHBIX TPUBCACHO B IIPOICHTAX.
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B tabmuuax 2, 3 mpuBeAeH NeTaIU3UPOBAHHBIA KOJIHMUECTBEHHBIM aHAIN3 PE3yJIbTaTOB
MOJICJIUPOBAHUS B IIUPOKOM JHAna3oHE TeMIIepaTyp W AaBJICHUS ISl BCEX MOTEHIHaioB B
TabnuIe 2 CpaBHEHHE IPOM3BOIAUTCS B Pa3MEpPHOM BHUC, B TalOiauie 3 - B IPOLCHTHOM
oTHomieHUH. JKUpHBIM  MPUPTOM  BBIICICHBI 3HAYCHUs  Hamboliee ONmM3KHe K
HKCIIEPUMEHTAIbHBIM JaHHBIM. COTJIaCHO 3TUM JaHHBIM K HauboJsiee yJauHbIM MMOTeHIIMaIaM
B3aUMOJICHCTBUSL JUISI YHUCTOTO MOHOKPHUCTALNTMYECKOTO KPEMHHsI MOXHO OTHecTH 4
norenumana: SW, MIX, KIHS, EA-2.

5 3AKJIIIOYEHMHE

C momoripio MoJekyIsspHo-auHamuueckoro (MJI) MomenupoBaHusi ObUIH ONpeAeNeHBI
TerIoQU3NUeCKHe U MEXaHWYECKHe XapaKTePUCTHKU YHCTOTO MOHOKPHUCTAILTMYECKOTO
KpeMHusI (S1) ¢ TOMOIIBIO MOTYIMIMPUUYECKUX MoTeHInanoB CtuuHmkepa-Bedepa (SW) u
ero mogudukarmmun SWM, 2-x norennuanoB Tepcosa (T(C), T(D)), morenuunana EDIP, 2-x
noTteHianoB Jpxapra-Ansoe ((EA-1), (EA-2)), norennmana KIHS u ckoHCTpynpoBaHHOTO
notennuana MIX (nmuneitnas komOuHaius AByx noteHmanoB: SWM u KIHS).

[IpoBeneHo cpaBHEHHE pPE3yJbTaTOB MOJICTUPOBAHUS, MOJYYEHHBIX C HCIOJIB30BAHUEM
YKa3aHHBIX TOTEHIMAJIOB B3aMMOJCHCTBUS C OKCIEPUMEHTAIBHBIMU  (CIPABOYHBIMU
JaHHBIMU) IS CHEAYIOIIUX XapaKTePUCTHK KPEMHHMS: TEMIEepaTypHble 3aBUCHMOCTHU
ko3 uuuenta nuueiHoro pacmmpenus o,(7) u rtemroémkoctn Cp(I) B mUpoKoM

nuanasone  temneparypel 300 +1600°K, 3aBUCHMMOCTH  MOIYyJNsl  HM30TEPMUYECKOU
cxumaemoct K (P), TEMIIEpaTyPbl ¥ TEIUIOTHI I1aBieHus 71, (P), L, (P) oT nasienus P B

nmuanasone 1+10"I7a .

[TokazaHo, 4TO B IIMPOKOM JAMAINa3oHe TeMIeparyp U AaBieHuid noreHuuansl KIHS, SW,
EA-2 u MIX onuchlBaloT CBOMCTBa MOHOKPUCTAJUIMUECKOTO KPEMHHUS B LEJIOM JIydllle, YEM
OCTaJIbHBIC TOTEHIMANBI. [0 COBOKYNMHOCTH XapaKTEpUCTUK HanOoOJiee TOUHBIE PE3YJIbTAThI
JIA€T MOJICIMPOBAHUE ¢ MoTeHIHnanom MIX.

Pa6ora Beinonnena npu noajepxxke POD®U, npoexter Ne 12-07- 00436, Ne13-07-00597.
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