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OCHOBBIBASICh Ha 9KCTIEPUMEHTAIBHBIX TAHHBIX O MIOTHOCTH, B MPUOIMKEHUU MOZIET MOHHOI CBSI3H BIIEPBBIC
OCYIIECTBICHO MOJIEKY/ISIPHO-TMHAMUYECKOE MOJIETMPOBAHINE MHOTOKOMIOHEHTHBIX OKCUIHO-(TOPUIHBIX
pacruiaBoB: Si0,—Ca0—Al,0;—MgO—CaF,—Na,0—K,0—FeO. Pe3ynbraTsl conoctapieHbl ¢ IUTEpaTyPHbIMU
9KCMEPUMEHTATbHBIMU U PACUETHBIMU JaHHBIMU. [TomydeHHast Mosiesb CBUACTENBCTBYET O C1aboii Temmepa-
TYPHOIi 3aBUCMMOCTHU CTPYKTYPbI MCCIIEAYEMOTO paciliaBa. BrisipieHa noseiieHHas 11 Ppy3noHHas NOABUXK-
HOCTb MOHOB (DTOPA, a TAKXKE MOHOB LIEJOUHBIX METAJIIOB [0 CPABHEHUIO C IPYTMMU 3eMeHTaMu. [TokasaHo,
YTO KOMITbIOTEPHAsI MOJIE/b MO3BOJISIET MOJTYYUTh a€KBaTHYI0 HH(MOPMALIMIO O CTPYKTYpe pacriaBa onpeje-
JIEHHOTO XMMUYECKOTO COCTaBa, a TAKXKe JOCTATOYHO PEaTMCTUYHYIO KapTUHY aTOMHOI CTPYKTYPBI IIIAKOBOTO
pacriaBa, KOTopasi 10 OCHOBHBIM MapaMeTpaM XOPOLIO COIIacyeTcs ¢ JaHHBIMU AM(MPAKIIMOHHOTO 3KCIEPHU -
MEHTAa.

Karoueswie cnosa: okcuaHo-OTOPUIHBIE PacIiaBbl, MHOTOKOMIIOHEHTHBIE, CTPYKTYPa, CBOMCTBA, KOMITBIOTEP-
HOe MOJIeTMpOBaHUE.
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HccnenoBaHre MHOTOKOMITOHEHTHBIX OKCUIHBIX
1 OKCUITHO-(DTOPUIHBIX pACTUIABOB METOIAMU KOMITbIO-
TEPHOTO MOAEIMPOBAHUS MIPEACTABISIET 3HAUMTEIbHbII
MHTEepec Kak /Uil 0oJiee IiTy0OKOro moHUMaHus yHaa-
MEHTAaJIbHBIX OCHOB CTPOEHUSI U CBOMCTB 3TUX CJIOXHbBIX
CHUCTEM, TaK 1 JJ1s1 6osiee 3(P(HEeKTUBHOIO UX UCITOIb30-
BaHUsI B MpoLecce Moadopa palloOHaILHOTO IAKOBOTO
peXruMa B METAJLTYPrUIecKUX TeXHOJIOTHSIX B BUIE IIIIa-
koo0Opasyromux cmeceit (LILIOC). [l pa3paboTrku 0osee
appexkTuBHbIX [IIOC HeoOxoauMo 3HATh (pyHIAMEH-
TaJIbHblE 3aKOHOMEPHOCTH, OTIPECIISIOIINE UX (PU3UKO-
XUMUYECKHE M TeXHOJOTUYECKHME CBOMCTBA. Takyio
UHGOPMALIMIO MOTYT 1aTh MUKPOCKOIMYECKAasl TEOPUsI
pacIyiaBoB M COBPEMEHHBIE METOIBI KOMITBIOTEPHOTO
MOJIEJIMPOBaHUSI.

B nanHoii paboTe BrepBbie TIPOBEASHO MOJIEKY-
JISPHO-IMHAMMYECKOE MOAEUPOBAHUE pacIljlaBa MHO-
TOKOMITOHEHTHOI OKCUIHO-(PTOpUIHOM crucTteMbl CaO—
Si0,—Al,0;,—Mg0O—Na,0—-K,0—-CaF,—FeO, cootseT-
cTByIoIIEH coctaBy npoMbiiuieHHoi HIOC (B mac.%:
SiO, 35,35; CaO 30,79; Al,0O4 8,58; MgO 1,26; CaF,
13,73; Na,0 7,57; K,0 0,88; FeO 1,82). C yuétom 3THx
KOHIIEHTpALMI1 MPOBEAEH MepeCcUET COCTaBa Ha MOJIb-
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HBIE IOV ¥ BEIYMCJIEHO COOTBETCTBYIOIIEE YKMCIIO MIOHOB
B MOJIEJIU JUTST KaXKIOTO KOMITOHEHTA.

Mo pesyasraram MOIEIMPOBAHKS OTIpeaeieHa CTPYK-
Typa CyOKpHMCTAITMIECKUX TPYIIITUPOBOK aTOMOB, TIPH-
CYTCTBYIOIIMX B pacIliaBe IIPW TeMIIepaType Hadaia
3aTBepaeBaHus. [IpoBeaeHO 00CYXIeHNE Pe3yIbTaTOB
MOJIETMPOBAHMS M MX COTIOCTABJIEHHE C JINTEPATYPHBIMU
JAHHBIMMU.

MonenrpoBaHue §-KOMIOHEHTHOIO OKCHUIHO-(PTO-
punHoro pacruiaBa pasaMepom 2003 MoHa B OCHOBHOM
Kybe (miuHa pebpa 31,01 A) C TIepUOANYECKUMMU Ipa-
HWYHBIMH YCJIOBUSIMM TIPOBEITU ITPU SKCIIEPUMEHTATHHO
oTpeneIEHHOI TeMIlepaType Hayajla 3aTBepaeBaHuUs
(1257 K) u ipu ukcupoBaHHOM 00bEMe. KyioHOBCcKOe
B3aMMOJICHICTBHE YUYUTHIBAIM METOIOM DBajibla—XaH-
ceHa (cm. [1]). Iar no Bpemenu pasHsics 0,051, roe
1, — BHYTPEHHSISl eIMHMLIA BpeMeHH, £y = 7,608 - 1074c.

J1s OoSTy9eHUST 3aBUCUMOCTEH CpeTHUX KBaJIpaToB
CMEILEHUS YacTUIl OT BpeMeHU npocuuThiBaiu 50 000—
60000 mraros. [TnorHoCTH paciuiasa (3,04 F/CM3) npu-
HMMaJIi Ha OCHOBAaHUY COOCTBEHHBIX 9KCITEPUMEHTAITb-
HBIX JaHHBIX [2].

I[MoTeHIMANIBI MEXKYACTUIHOIO B3aMMOIEHCTBUSI
Ob11M BEIOpaHBI B popme boprHa—Maiiepa
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e ¥ — paccTOsIHUE MEX/y LIeHTpaMu UOHOB; Z; — 3a-
PSUILi-TO MOHA B €IMHUIIAX DJIEMEHTapHOTO 3apsina e; B
W r; — TIapaMeTpbl OTTAJIKUBAHUS HOHHBIX 000JI0UEK
vactuil / v j; C;; — mapametpbl 9 HEeKTHBHOTO UITOb-

JIMTIOJIbHOTO B3aUMOJICHCTBUS.

3apsinbl MOHOB NpuHAIU cnenyrommmu: 4,00 mrs Si;
—2,00 s O; 3,00 na Al; 2,00 mist Ca, Mg u Fe; 1,00
nnsg Na u K; —1,00 st F. Tlapamerpsr Bij JUISL pa3yinyg-
HBIX MMap MOHOB OJMHAKOBOTO 3HaKa, Kpome mmap O—0,
MPUHSIIM PaBHBIMU HYJIIO, TTOCKOJIBKY 3TH Tapbl U3-3a
KYJIOHOBCKOTI'O OTTaJIKMBAHUSI HAXOISITCS Ha OOJIbIIOM
paccrostiun. [ltst maper O—O 3HaueHue B B3siiu u3 pa-
6otsl [3]. OcTanbHble MapamMeTpsl B NPUBE/ICHbI B 00-
3ope [1]. Bee koapduumentst p; = 0,29 A [1].

OCHOBHBIMU CTPYKTYPHBIMU XapaKTePUCTUKAMU
HEKPUCTAJIMYECKMX MHOTOKOMITOHEHTHBIX CUCTEM
SIBJISIFOTCS TTaplMaibHbIe TTApHbIE KOPPEISILIMOHHbIE
dyukuuu (IMIMK®) 8;(r), ONIMCBIBAIOLINE BEPOSITHOCTb
OOHapy>XeHMsI Mapbl YaCTUI] COPTOB I M j HA PacCTOsI-
Huur r. OHUM HOPMUPOBAHBI TaK, YTO IPU ¥ — 0O BCE
g;(r) — 1. D11t GYHKIIMM HEMOCPENCTBEHHO PACCYMTI-
BalOTCSI B METOIE MOJICKYJISIpPHOI TMHAMUKU. bazoByio
MHGOPMAIIMIO O CTPYKTYpPE MOACIUPYEMOIO pacriaBa
paiot [TITK® gng map Si—O u Al-O, nmoka3aHHBIE
Ha puc. 1. OHM UMEIOT YETKMUIA ¥ BHICOKMIA UK B MH-
TepBasie paauyca ot 1,4 go 2,0 A, 3a KOTOPBIM HaXo-
JIMTCSI IIIMPOKasi 00J1aCTh HYJIEBOTO 3HAUeHUST (DYHKIIMU.
DTO CBUIETEIbCTBYET O TOM, YTO KaXKIbIii NOH Si+
u AP OKPYXEH NPUTSIHYTBIMU K HUM MOHaAMU 02_,
00pa3yoIMy CBoOeoOpa3Hyto 000J104Ky. Takue rpym-
MUPOBKU MOHOB YUaCTBYIOT B CTPYKTYpOOOpa3OBaHUN
pacrjiaBa KaK CaMOCTOSITeIbHbIe CTPYKTYPHBIE €11~
HUIIBI.

g;(r)

KoopnuHaTbl MUKOB YyKa3blBalOT CpeJHEE pac-
CTOSIHHE MEXIY LIeHTpAIbHBIMK MoHamu Sit™ u AT
1 KHCJIOPOIHBIM OKpPYKeHHEM, cocTapJsmoiee 1,55
u 1,65 A coorBercTBeHHO. 3Havenue 1,55 A 6iansko
K paccrosiHuio Si—O B MPUPOAHBIX CUJIMKATaX, PABHOMY
1,6 A. KonnuectBo noHOB 02_, OKPY>KaIOIIUX NOHBI Si*
u AI* (Tak Ha3bIBa€MOE KOOPAMHALIMOHHOE YUCIIO Z),
Haxonutcs mHTerpuposanneM I[TITK® mo mupuHe
nuka. s mukos [TITK® Si*" u AI*" uucnennoe un-
TerpupoBaHUe JAET BeJIMYUHY Z, paBHyio 3,75 n 3,23
COOTBETCTBEHHO. DTU 3HAYEHUS OJIM3KU K 4, T.€. MOHBI
Si** u APP* OKPY>KE€HBI OOBIYHO YETHIPbMST MIOHAMU 0>
U B paciuiaBe MPUCYTCTBYIOT KPEMHE- U aTIOMOKMCIIO-
poaHbie TeTpasapbl. CpenHUe pa3Mepbl TETPasapoB
(paccrosiHUe MeXJ1y LIeHTpaMu MOHOB KUCJIOpO/ia B Te-
Tpasape) ONpenessioTcs Mo MOJOXEHUI0 MaKCUMyMa
TMTTK® nng naper O—0, cocrasasioniemMy 2,55 A (cMm.
puc. 1).

Heoboabioe oTanyre KOOpAMHALIMOHHOIO Yurcia
JIJI1 KpeMHUS 3,75, TTOJy4eHHOTO T10 pe3yJIbTaTaM MO-
JEIUPOBAHUS, OT 3HAYCHUS 4, BEPOSITHO, CBSI3aHO C TEM,
4TO B HEKOTOPBIX KPEMHEKHCIOPOIHBIX TeTpasapax
noHbl O 3aMeleHbl PAKTHYECKH PaBHOBEINKIMHU
nonamu F'~. Bostee 3HaunTebHOE OTIMYME OT 4 KOOp-
JUHaALMOHHOro uymncia napbl Al—O, HeCOMHEHHO, CBSI-
3aHO C TEM, UTO B aJIIOMOCUJIMKATAaX aJIIOMUHUI HaX0-
JIATCS HE TOJIBKO B TeTpas3Apax, HO M BHE UX, BHITTOJIHSIS
POJIb CBSI3KM, aHAJIOTMYHO, HAIIPUMEP, MOHAM KaJIbLIus.

Tumm aHMOHHBIX TPYNIKUPOBOK, 00pa30BaBIIMXCS
B MOJIEJIMPYEMOI CUCTEME, MOXKHO OTPEJEIUTD 10 Ma-
pamerpaM TTTTK® nap Si—Si, Si—Al u Al—Al. Ha xpu-
BBIX, MTPEACTABIEHHbIX Ha PUC. 2, UMEETCS 110 OTHOMY
nuky [TTTK®, cooTBeTCTBYIOILIEMY ABYM OJMKAUIIIUM
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Puc. 1. [TapuuanbHbie MapHble KOPPEISLIIMOHHbBIC (HYHK-
muu 11t map Si—0, AI-O u O—O0.
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Puc. 2. [TapuuanbHbie MapHble KOPPEISLIMOHHbBIC (HYHK-
muu 11t map Si—Si, Al-Al u Si—Al
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aToMaM KaxKIO# maphbl, a TAKXKe 110 OAHOMY JIOKAJTbHOMY
MaKCUMYyMY, COOTBETCTBYIOIIIEMY PACIIOJIOXEHUIO ABYX
OoJsiee ynaJ€HHBIX aTOMOB Hapbl. PaccTosiHre MeXIy
IBYyMs Onumxaimumu atomamu map Si—Si, Al—Al
u Si—Al B cpegxem cocrtasisiet 3,10—3,15 A, YTO paBHO
YIBOCHHOMY PACCTOSTHUIO MEXIY MOHAMM 3TUX DJIEMEH-
TOB U Kucjopoaa B TeTpasapax. CiegoBaTenbHO, ABa
COCEIHUX TeTpasapa KpeMHUSI 1 aTIOMUHUST UMEIOT OIMH
001Ut MOH KKcaopoaa. PaccTosiHue Mexxay BTOpbIMU
makcumymamu KpuBbix [TTTP® paccMaTprBaeMbIX nap
aTOMOB cocTaBiseT 5,5—5,7 A, YTO PaBHO YJABOEHHO
IauHe pedpa TerpasnpoB. CiemoBaTeaIbHO, 3TU TeTpa-
3MIpbl COCIMHEHBI B LIEMOYKHU, OJIU3KHUE K LIeTTouKaM
MPUPOAHOTIO MUHEpasa BojulacToHUTa. LlemoueuHas
CTPYKTYpa TPYIIIUPOBOK, COCTOSIIIMX M3 KpEMHE- U aJllo-
MOKMUCJIOPOJHBIX TETPa3APOB, ITIOATBEPKIACTCS TEM, UTO
KOOpIMHALIMOHHOE YKcio Jisl Becex map Si—Si, Al—Al
u Si—Al 6;1u3Ko K a1ByM. CiienyeT OTMETUTD, UTO I10JI0-
KeHue 1 BbicoTa ukoB [TITK® gns psga oKcuaos,
JAIONINX OCHOBHOM BKJIan B MHTerpaibHyo [IK®, Ha-
npumep Si0,, Ca0O, Al,05, MgO, Na,O, xoporuo corna-
CYIOTCS C TaHHBIMU IU(PPAKLIMOHHOIO 3KCIIEpUMEHTa
JUIsl COOTBETCTBYIOLIMX paciiiaBoB [4]. Hamu onpenenena
nrddy3rnoHHast MOABUKHOCTb YACTULL B MOJIEIN, KOTO-
pasi oka3ajlachb OYeHb MaJIoi, YTO 3aTPYIHSIET UX KOJIM-
YECTBEHHYIO OLICHKY. bojiee mim MmeHee HangXHbIe TaH-
Hble 11 KoadduieHTa camoandGy3ur MOKHO IOy~
YUTb TOJBKO AJs1 MoHOB HaTpus (1,1 - 1073 CM2/C)
u propa (2,3 - 107 CM2/C), B MEHbIIIEH CTereHn — IS
MOHOB Kausl, IJIsI KOTOPBIX HAOIIOAAIOTCS 3aMETHBIE
nepemelleHus yactul B MI-nmporoxe.

M3 Teopun 1JIAKOB U3BECTHO [5—8], 4TO CTpyKTypa
pacrjiaBoB Ha OCHOBE CWJIMKATOB U aJTIOMOCUJIMKATOB
KaJIbLIMSI ¥ MarHUsI OTIPENessieTcsT TeM, KaK KpeMHEKHC-
JIOPOJIHBIE TETPAIPHI COEAMHEHbBI B TTOJIMMEPHbIE aHU -
oHbl. [Tpu 3TOM MOMaraT, YTO MPU HEOOIBIIUX Mepe-
rpeBax Hal TeMIlepaTypoil JUKBUAYyCa B IIJTaKOBBIX
pacIuiaBax BCeX CMJIMKATHBIX CUCTEM B 3aBUCHMOCTH
oT oTHoteHust O : Si BOBHUKAIOT pa3iuyHble CyOKpH-
CTaJUIMYECKUE aHUOHHbIE TPYIIUPOBKU, COCTOSIIIINE
13 KPEMHEKUCIOPOAHBIX TETPAdAPOB (M30JIMPOBAHHBIX
U CIBOGHHBIX, KOJIell, LIEMOYEK, JIEHT, CETOK U TPEXMEP-
HbIX KapKacoB), aHAJIOTUYHbIE MPUPOAHBIM MUHEPaIaM
1 BO MHOTOM OIIpeeIsIIoNIne CBOMCTBA paciiaBa. OTu
TTOJIOXKEHUST TEOPUU XOPOIIIO IMOATBEPXKIAIOT TaHHBIE
BU3yaJIU3allMM MOHHOM CTPYKTYPBHI, ITOJydeHHbIE HAaMU
Mo pe3yabTaTaM KOMIbIOTEPHOIO MOJAEJIUPOBAHUS.
Ha puc. 3 npencrasieH ¢gpparmeHT cuctembl Si—O—Al
B ¢popme mapoB. Ha pucyHke cTpeskaMu mokKa3aHbl
MPUMEPHI OTAEIBHBIX TETPA3APOB, COCTOSIIIIUX U3 aTOMa
Si unu atoma Al M 4YeTBIPEX aTOMOB KHUCJOpoda
(cTpenka 1), TeTpasapuyeckue LEMOYKu (cTpeska 2),

Puc. 3. ®parment cuctembr Si—O—Al, rae Si — KpacHbIi,
O — rony6oii u Al — cuHuii mapbl. CTpesKy yKa3bIBalOT
OIMHOYHBIC TeTpasaphl (1), 1enouyku TeTpasapos (2)
M KOJIBLIO U3 TeTpasapoB (3).

B KOTOPBIX Ba COCEIHUX TETpasdapa KPeMHMS U aJlio-
MUWHUSI UMEIOT OJIMH OOIIMIA MOH Kuciaopoaa. Ctpei-
KO 3 OTMEUeHO TeTpasapuIecKoe KOJab1o. Mcroab3y-
eMasi HAaMU CUCTeMa BU3yali3alliy TIO3BOJISIET BISIBIISITh
B MOJIeJIM TeTpasapuueckue cTpykTypol. Ha puc. 4
IpeacTaBJIeH TOT XKe (hparMeHT MOJEJIU, YTO Ha puc. 3,
HO yXe B (hopMe TeTpasapoB. 31ech OTIeIbHbIC TETpa-
BIPHI, IETTOYKHN U KOJIBIIO TAKXKE€ OTMEUEHBI CTpe-
Kamu 1, 2, 3 COOTBETCTBEHHO.

B 3akiioueHue cieayeT OoTMETUTh, YTO B paboTe
BIEPBbIC TTPOBEACHO MOJIEKYJIIPHO-IMHAMUUYECKOE MO-
JIeTMpPOBaHNe 8-KOMIIOHEHTHOTO OKCHUIO(MTOPUIHOTO
pacrijiaBa mpu TemriepaType Juksunyc. [TokazaHo, 4to
KOMIIbIOTEpHAsi MOJIEJIb IMO3BOJISIET TTOJYUYUTh JOCTa-
TOYHO PEUTMCTUYHYIO KAapTUHY aTOMHON CTPYKTYpBI
YKa3aHHOIO pacruiaBa, KOTopasi 0 OCHOBHBIM Mmapa-
MeTpaM XOPOIIIO COTJIacyeTcsl ¢ JaHHBIMU AUMPAKIIN-
OHHOTI'0 BKCIIEPUMEHTA U TO3BOJISIET MOJYUUTh aaeK-

‘

O

Puc. 4. ®parmenT cuctemsl Si—O—Al, roe Si—O-TeT-
pasapbl — KpacHble U Al—O-TeTpasapbl — CUHMUE.
Crpesiky yKa3bIBaloT OMMHOYHbIE TeTpasapsl (1), Lemouku
TeTpasapoB (2) ¥ KOJIBIIO U3 TETPasapoB (3).
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BaTHYI0 MHDOPMAIIHIO O CTPYKTYPE MCCAECTOBAHHOTO

paciiiaBa OHpCHeHéHHOTO XUMHUYECKOI'O CoCTaBa.
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COMPUTER SIMULATION OF THE STRUCTURE
OF MULTICOMPONENT OXIDE-FLUORIDE MELTS

B. R. Gelchinski, E. V. Dyul’dina, V. N. Selivanov, Academician of the RAS L. I. Leontiev
Received August 22, 2018

Based on the experimental data on the density, the molecular dynamics simulation of multicomponent oxide-
fluoride melts was first carried out in the ionic bond model approximation: Si0,—CaO—Al,0;—MgO—CaF,—
Na,0—K,0—FeO. The results are discussed and compared with the experimental and calculated data. An increased
diffusion mobility of fluorine ions as well as ions of alkali metals in comparison with other elements has been
revealed. It is shown that the computer model allows obtaining adequate information about the structure of the
melt of a certain chemical composition, as well as a fairly realistic picture of the atomic structure of the slag melt,
which, according to the main parameters, agrees well with the data of the diffraction experiment.

Keywords: oxide-fluoride melts, multicomponent, structure, properties, computer simulation.
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