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IMpoBeneHo KOMIBIOTEPHOE MOJETMPOBAHKE BIIMAHMSA NaBJIEHHs HAa aTOMHYIO M 3JIEKTPOHHYIO CTPYKTypy MgSiO;.
IMosy4eHHbIe pe3ysIbTaThl XOPOIIO COITIACYIOTCS C SKCIIEPUMEHTAIbHBIMI AaHHbIMHU. [10Ka3aHO, YTO NPH YBEINYCHUH
nasieHust oT 0 1o 2 GPa mmpnHa 3amperneHHO# 30HHI yBesamdauBaeTcs oT 4.67 mo 4.74 eV. YBenuueHne mupuHbL
3alpeICHHOI 30HBl IPOMCXOAUT 3a CYET IepepaclpesieSicHHs] JIEKTPOHHOIO 3apsija Ha aToMax M B CTPYKType

OHCTaTUTa.

BBepeHune

CrearuroBasi kepamuka (MgSiO,, sHCTaTHT) ABNIAETCA
IIMPOKOMIEJICBBIM [U3JICKTPHUKOM U HIUPOKO MCIIONB3YETCS
B 3JICKTPOHHKE, 3JICKTPOTEXHHKE U 3HEPreTUKE B KadyecTBeE
KOMITOHEHTA ]ISl TIPOU3BOJICTBA BBICOKOBOJIBTHBEIX 3JICKTPO-
M30JISITOPOB M BBICOKOYACTOTHOM Kepamuku [1]. JlaHHbINH Ma-
TepHal HapaBHE ¢ BHICOKOU AMAJICKTPIYECKON IIPOTHOCTBIO
B IIMPOKOM MHTEpBaJIe TEMIEPaTyp U BHICOKOH BIaroycToii-
YUBOCTBIO 00JIaflacT BBICOKOH MEXaHMYECKOI MPOYHOCTHIO.
Taxke MMeeTcs HMEPCIEKTHBA €TO HCIOJIBb30BAaHUA B Kade-
CTBE CTOMATOJIOIMYECKOro Marepuaia [2].

OHCTaTHUT fBJISIETCS HU3KOTEMIIEpaTypHOIl Moaudukanu-
eit MgSiO;, koTopast Ip¥ HarpeBaHWH IIEPEXOIUT B IPOTO-
SHCTATHUT, a PU OXJIKICHNU B KimHOHCTaTHT [3]. TIporo-
JHCTATUT, B CBOIO OYepe/ib, MOXKET CYIIIECTBOBATh B BUJIE TaK
Ha3sblBaeMbIX ,,low-P “ (Hu3koii) u ,.high-P“ (BricoKoit) a3,
CYIIECTBYIOIINX P HA3KOM M BEICOKOM JIaBJICHAH COOTBET-
crBeHHO. Paza low-P npoTosHcTaTHTA IMEeT pOMOMYECKYIO
CTPYKTYpY € NpPOCTpPaHCTBeHHOU rpymmoil Pbcn ¢ uunciom
($opMyNbHBIX efuHUL Z = 8 U IapaMeTpaMu 3JIeMEHTapHOU
aueiikn @ = 9.2554(4), b =8.7650(5), ¢ =5.3333(2)A
npu nasiennn 0 GPa [4]. TIpu nossiienun nassieHns low-P
(a3a ucneITHIBaeT 00paTUMBIl (a30BBI HEpexon MEepBOro
pona B HoBylo high-P ctpyktypy ¢ P2;Cnh cummerpueil.
Harnbni nmepexon Habmomaercs Mmexny 2.03 m 2.50 GPa
U XapaKTepu3yeTcsl MPEePbIBUCTHIM YMCHBIICHHEM MapaMeT-
poB pemeTku a, C U obvema gueiiku V Ha 1.1, 24
U 2.6% COOTBETCTBEHHO M YBEJIMYCHHEM Mapamerpa b
Ha 0.9% [4].

B pa6orax [4,5] ucciiemoBaHo BIIMSIHHE BBICOKOTO [IaBJie-
HHS Ha CTPYKTYpPHBIe U3MeHeHust a3 Pbcnu P2icn, onnako
OTCYTCTBYIOT JaHHBIC IO BJIMSIHUIO BBICOKOTO IaBJICHHS HA
AJIEKTPOHHBIC CBOMCTBA dHCTAaTHTA. [103TOMY LIEJIbIO HACTO-
AIeil paboThl ABJIAETCA HCCJICHOBAHUE BJIMSHUS J1aBJICHUS
(MEeXaHMYECKOro Harpy)KeHHsI) Ha aTOMHYIO M JICKTPOHHYIO
CTPYKTYpy ¥ ULIMPUHY 3alpeNieHHOW 30HBI JHCTATUTa B
¢aze Pbcn

69

1. MeToabl n aetanu pac4yeTosB

Pacuer moyHO# SHepruMm aTOMHOW CHCTEMBI B 0000-
meHHo-rpanueHTHoM npubmnkennn (GGA) ¢ yuetom crimHa
MIPOU3BOJIMIICS € IIOMOUIBIO TEOPUH (PYHKIIMOHAJIA JIEKTPOH-
HOI1 IUTOTHOCTH [6], peajin30BaHHOU B IPOrPaMMHOM ITAKETE
Abinit [7]. TTceBronorenuuast st atomoB Mg, Si u O koH-
cTpyHpoBayCh mpu oMoy nporpammsl thi98PP [8]. s
MOJEJIMPOBaHus 3JIeMeHTapHol aueiiku MgSiO; ucnosnb3o-
BaJICsl CIenMasibHbIl Habop K-Touek 2 X 2 X 2 mo cxeme
Monxpocra—ITaka [9] ¢ sHeprueil obpesanus 816.34 eV.
B mnporecce pacuera Hmpou3BOAMIIACh CaMOCOIVIACOBAHHAS
ONTUMH3AIMA CTPYKTYpPbl ¢ MHUHMMH3ALMEH MEKaTOMHBIX
cusl 1o 3HaueHus mopsaka 5- 1073 eV/A, uro Bmomme mo-
CTATOYHO JUISI TOJTyYCHHsI KOPPEKTHBIX 3Ha4YeHMi (OIM3KuX
K 9KCIIEPHMEHTAJIbHBIM ) IAPAMETPOB PEIICTKH 1 00BEMHOTO
MOYJISl YIIPYTOCTHL.

AHanM3 KpHCTaJUIOrpadMuIecKuX JAHHBIX M MOCTPOCHHUE
N300paKCHNI aTOMHBIX CTPYKTYP MPOU3BOMIIIICH C TIOMO-
IIbI0 CBOOOIHO PaclpoCTpaHAeMOro MporpaMMHOIO IaKeTa
VESTA [10).

2. Tony4eHHble pe3ynbTaThl
n nx obecyxpeHune

Onrumuzauus semenTapHoi sueiiku MgSiO; mposonu-
JIach NPH TIOJIHOM CTPYKTYPHOMN peJIaKcalliy, U BCEM aToMaM
B slUeiike mpeocTapisiachk cBodona. B urore paccuntanusie
3Ha4YeHUs MapaMmeTpoB pemeTkd npu nasieHun 0 GPa 6putn
paBHBI CJICAyIOIM 3HaveHusiM: a = 9.2947, b = 8.8752
u C=5.3535A, a o6beM 3/1eMeHTApHON sYeiiKh coCTaB-

Ta6bnuua 1. PaBHOBecHble 3HAYCHWSI IAPAMETPOB PEIIETKA
MgSiO, npu 0 GPa.
a,A | bA | c,A | V,A’ |By,GPa
Oxkcnepumenr [4] | 9.2554 | 8.7650 | 5.3333 | 432,650 | 130
Ham pacuer | 9.2947 | 8.8752 | 5.3535 | 441.626 | 106
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Ta6bnuua 2. AtoMHble KOOPIMHATEL B 3JIeMEHTapHoIl A4eiike MgSiO,

Ham pacuer Okcnepument [4]
Artom
X y z X y z
Mgl 0.0000 0.0993 0.7500 0.0000 0.0983(2) 0.7500
Mg2 0.0000 0.2597 0.2500 0.0000 0.2644(3) 0.2500
Si 0.2928 0.0903 0.0625 0.2931(1) 0.0904(1) 0.0731(2)
01 0.1180 0.0933 0.0762 0.1189(3) 0.0920(4) 0.0799(5)
02 03791 0.2465 0.0675 0.3749(3) 0.2493(4) 0.0702(5)
03 03491 09733 0.2840 0.3499(3) 0.9816(4) 0.3023(5)
Js11 441.626 A3, YTO XOPOILIO COBHAAAET C SKCIEPUMEHTAIIb- 446 _ )
HBIMH 3HavYeHusIMH a = 9.2554, b = 8.7650, ¢ = 5.3333 A I ]
uV =432.650 A° (ta6u. 1) [4]. Takum oGpasom, pasindue 444 1 .
MEX/y PacCUYNTAHHBIMH M 3KCIICPUMEHTAJIBHBIMI TaHHBIMA L3
U TlapaMeTpoB pemeTkn He npeseimaet 0.42, 1.24, 0.38 < 442 - . .
u 2.03% npns mapamerpoB a, b, ¢ m obbrema V coorBer- S N
CTBEHHO. § 440 "~._
Ha puc. 1 mpencrasiieHa pomOndeckast CTpyKTypa SHCTa- S A
TUTa C MPOCTPAHCTBEHHOI rpymmoii Pbcnu nokasansl Tpu 438 ol
HEIKBHBAJICHTHBIX ITOJIOKeHHs1 aToMOB kuciopora (01, 02, 436 1 ]
O3) ¥ [1Ba HEIKBHBAJICHTHBIX ITOJIO)KCHHUSI aTOMOB MarHUsI I . m
(Mgl u Mg2). B Tabn. 2 npuBeieHB PaBHOBECHBIC OTHO- 434 . I . I . I . RS L
2 -1 0 1 2 3

CUTEJIbHBIC aTOMHBIE KOOPAUHATBI, KOTOPBIC TAKXKE XOPOIIO
COINTaCYIOTCA C SKCIIEPUMEHTAJIbHBIMA TaHHBIMU [4]

IIpexne Bcero, Mbl IPOBEIU HCCJICIOBaHUE BIIUSHUS
BHEIIHero JaBjieHus P Ha aToMmHyIo cTpykTypy. s atoro
IPOU3BOMIOCH BCECTOPOHHEE CTaTUYECKOe CKaTHe dJie-
MeHTapHO# s4eiiku MgSiO; npHK/IanbBacMbIM IaBJICHHEM
ot 0 1o 2 GPa. Ha puc. 2 npencraBiieHO U3MEHEHHE 00beMa
3JIEMEHTApHON fYEeWKM B 3aBUCHMOCTH OT pasjieHud. Ha
puc. 2 TpuUBENCHH TakXKe 3HAYCHUS oObeMa NpH OTpHIla-
TEJIbHBIX JaBJICHHUSAX, KOTOPHIC 03HAYAIOT PACTSDKCHHUE sYeii-
ki (T.e. yBesueHue ee oObema). JIOMOIHUTESIBHBIE OTPH-
I1aTeJIbHBIE TaBJICHHS HCIOJIb30BAIUCH C LIEJIbI0 MOJTYYeHUs]
Oosiee TOYHOTO ypaBHEHHA cOCTOAHMA. TakuM oOpas3om, mpo-
BOIMJIACH perpeccust mostydeHHou sasucumoctu P = f (V)
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Puc. 1. Aromnas cTpykTypa a1eMeHTapHoil sueiiku MgSiO;.

Mg2
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a

Pressure, GPa

Puc. 2. Bimsinne faBjieHus: Ha 00beM 3JIEMEHTApPHON STYCHKH.

ypaBHerneM bupua—MypHarxama Tpetsero mopsiaka [11]:
3 VAN Vo 73
PV)=2Bo|(—) - (=
v=3e|(v) - (v
3 Vo \ 23
1--@4-8BY)|[=) -1 1
fi-ja-s)|(3) -1} o

rie By — oObemHbii Momynae ynpyroctw um By — ero
MMPOM3BONHAS TIO JIaBJICHWIO, V) — pPaBHOBECHBII 00BEM
STYCHKH [IPY HYJICBOM JaBjieHun. B urore u3 Bepaxenust (1)
O0BEMHBI MOIYJIb YIPYrocTd Bo s mpoTosHCTaTHTA
coctaBui1 106 GPa, uro Xoporio coryiacyercsi ¢ SKCepruMeH-
TasbHbIM 3HaveHreM 130 GPa [4].

Ha puc. 3 u 4 npuBegeHsl H3MEHEHHS NapaMeTpOB
9JIEMEHTAPHOH sTYeHKH &, b ¥ C B 3aBUCUMOCTH OT JaBJICHUSL.
W3 maHHBIX pHICYHKAaX BHIHO, YTO HPH YBEJIMYCHHHU [aBJie-
Hus oT 0 mo 2 GPa mapamerp a ymeHnsmaercs ot 9.2947
mo 9.2471A; mapamerp b — or 88752 no 8.8297A;
napameTp C — oT 5.3535 mo 5.3260 A. Ipu 3ToMm BumHO,
YTO HAlIM TEOPETUYECKUE 3HAUCHUS XOPOLIO COTJIACYIOTCS C
SKCHEPUMECHTAIbHBIMA TAaHHBIMH B TIpe/iesiaX IMOrPeIHOCTH.

Taxkum 006pa3oM, MOKHO OTMETUTh, YTO B paboTe MOIy-
YeHa KOPPEKTHasi aTOMHasi MOJICJIb DHCTATHUTA, MOCKOJIBKY
HOKA3aHO, 49TO IapameTphl a4eiiky MgSiO; mpaBmiibHO
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Puc. 3. BimsHue faBjicHuMs Ha TapaMeTpel sueiiku a u b
1 — Tteopernyeckne 3HadeHmsi mapamerpa a(P), 2 — ero
9KCIICPHMEHTaJIbHBIC JaHHble [4], 3 — TeopeTnyeckue 3HAYCHHS
mapamerpa b(P), 4 — ero skcrepuMeHTaIbHbIC TaHHEIC [4].
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Puc. 4. BimsiHue naBjicHusl Ha NapameTp siueiiku C: I — Teo-

perndeckue 3HaveHus1 mapamerpa C(P), 2 — skcrepuMeHTaTbHEIC
naHHbie [4].

BeyT ce0s IpH YBEJIMYCHHH BHEINHEro nasjieHuss or 0
no 2 GPa.

Temepp wucciienyeM BIMsIHME BHEINHETO [aBJICHUS Ha
AJIEKTPOHHYIO CTPYKTYpPY SHCTAaTHTa, B YaCTHOCTH Ha €ro
IIMPHHY 3anpeleHHoi 30Hb Eg. Ha puc. 5 npencrasieno
U3MEHEHUE MIMPHHBI 3anpelienHoi 30up MgSiO; B 3aBucu-
MOCTHU OT faByieHusl. Ham pacueT mokassiBaeT, 4TO LIMPUHA
3alpelCHHOI 30HB B HCTATUTE yBeIMuuBaeTcs oT 4.67 eV
(mpu nasnennu 0 GPa) no 4.74eV (npu nasiennn 2 GPa).
MBI HpoBelIU pPEerpeccHIo IOJIYYCHHBIX 3HadeHUd Eg(P)
JIMHEHOM 3aBHCHMOCTBIO [12]:

Eq(P) = Eg(0) +aP, (2)

e Eg(0) — 3HaueHMe IMMpPHUHBEI 3aIpEIICHHONX 30HHL
npu pasieHnn 0GPa, a koa¢gduimeHT o cocraBiseT
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0.034¢eV/GPa. Takum obpa3om, HabiromaemMoe yBesInde-
HUE IIMPUHBI 3alPEIICHHON 30HBI MPH YBEJMYCHUHM JaB-
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Puc. 5. Msmenenne mmpuHbl 3anpermieHHoi 3oHbl MgSiO; B
3aBHCHMOCTH OT JaBJICHUSL.
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Puc. 6. V3MmeHeHust 3apsiioB Ha aToMax IPU YBEJIMYCHUU JIaB-
JICHUSL.
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JICHUS] MOXXET INPHBOIUTH K YMEHBIICHUIO MPOBOIMMOCTH
B MgSiO;, 4ro 00s3aTeNbHO NODKHO YYUTHIBATHCA TEX-
HOJIOTaMH IPU W3TOTOBJICHUM 3JIEKTPOHHBIX YCTPOICTB Ha
OCHOBE JaHHOI'O MaTepHasa.

YBenmmueHne IMMPUHBI 3alPEIICHHON 30HBI NPH YBEJIH-
YCHUU [ABJICHUS] MOXKHO OOBSICHUTD M3MEHCHHEM 3apsiioB
Ha aromax. JleficTBuTenbHO, AedopManus 3JIeMEHTapHOU
AYEKU [IPU POCTE JIaBJICHUS IPUBOAUT K U3MEHEHHIO Iepe-
KPBIBAHUS 3JICKTPOHHBIX 000JI0YEK aTOMOB, YTO M IMIPUBOIHT
K Iepepaclpee/iCHII0 AJICKTPOHHOrO 3apsiga Ha aToMax
U COOTBETCTBEHHO K POCTY IUMPHHBI 3alpEIleHHON 30HBI
MgSiO;. Jlna mpoBepKH [JaHHOIO IIPEIIIOJIOKEHHA ObLIA
BBIYHCIICHBI 3apsiibl HA aToMax 1o Merony Xepuduiaa [13].
3HavYeHNs aTOMHBIX 3apsOB B 3aBUCHMOCTH OT aBJICHHUS
IpefcTaBJIeHbl Ha puc. 6.

Oddexr u3MeHeHns 3apsa0B Ha aToMax B 3aBUCUMOCTH
OT JaBJICHHS TTOKA3bIBaCT MHTEPECHBIH (DakT: POCT JaBiie-
HHSI TPUBOOMT K YBEJIMYCHHIO 3apsIOB Ha BCEX aTOMax
sHCTaTUTa, KpoMe Si. Ha kpemHuUM 3apsi MPakTUYECKU He
U3MeHsIeTCs1 (pacTeT, HO He3HauuTesbHO). Ha atome Mgl
3apsi pacrer Obictpee, yeM Ha Mg2. Ha atomax kwmcio-
pora O1, O2 u O3 mpoucxoouT MPaKTUIECKH OIMHAKOBOC
yBeJIMYEHUE 3apsAfa C AaBICHHUEM.

3akniovyeHue

B nacrosimieit pabote, MeToIoM (GyHKIMOHAJIA JJICKTPOH-
HOIl IJIOTHOCTM U TEOPUM IICEBIONOTEHIMAIOB IIPOBeMe-
HO TEOPETUYECKOE MCCIJICIOBAHUE BJIUSHUS BCECTOPOHHEIO
CXKaTHs Ha aTOMHYIO M 3JICKTPOHHYIO CTPYyKTypy MgSiO;.
ITokaszano, uro mpm pocre masieHuss or 0 mo 2 GPa mpo-
HCXOIUT paBHOMEPHOE YMEHbLICHHEe 00beMa JIeMEHTapHOU
A4eiiKM, a LIMPUHA 3alpelCHHOH 30HBI YBEJIMYMBACTCSH
ot 4.67 no 4.74 eV. Habmonaemoe yBesmueHnE MIMPHUHBI 3a-
NPEIICHHO 30HBI IPOUCXOIUT 3a CUET MepepacrpeesieHUs
JIEKTPOHHOr'O 3apsAfia Ha aToMax B CTPYKTYpe SHCTATHTA.
HanHble (GaKTbl, HECOMHEHHO, JOJDKHBI YYMTBIBATHCSA TeEX-
HOJIOTaMH TIPH W3TOTOBJICHUH 3JICKTPOHHBIX YCTPOMCTB HA
ocHoBe MgSiO;.

Pabora BHIIIONTHEHA Ha CylepKoMIbloTepe Brramciamrers-
Horo 1ieHTpa JlanpHeBocTouHOrO oTaesnenus PAH.

Pabora nonpep:xana rpantom Ilpesumuyma JIBO PAH
(Ne 12-IT1-A-02-021).

Cnucok nuteparypbl

[1] Moulson A.J, Herbert JM. Electroceramics: Materials,
Properties, Applications. John Wiley & Sons Ltd England,
2003. 557 p.

[2] Mielcarek W, Nowak-Wozny D., Prociow K. // J. Eur. Ceram.
Soc. 2004. Vol. 24. P. 3817-3821.

[3] Choudhury N, Chaplot S.L. // Solid State Commun. 2000.
Vol. 114. P. 127-132.

[4] Yang H, Finger LW, Conrad PG, Prewitt CT, Ha-
zen RM. // Am. Mineral. 1999. Vol. 84. P. 245-256.

[5]
[6]

7]

8]

9

[10]
[11]
[12]

[13]

Jahn S, Martonak R. // Am. Mineral. 2009. Vol. 94.
P. 950-956.

Hohenberg P, Kohn W. // Phys. Rev. 1964. Vol. 136.
P. B864-B871.

Gonze X, Amadon B., Anglade P-M., Beuken J-M., Bottin F,
Boulanger P, Bruneval F, Caliste D., Caracas R., Cote M,
Deutsch T, Genovese L., Ghosez Ph., Giantomassi M,
Goedecker S., Hamann D.R, Hermet P, Jollet F, Jomard
G, Leroux S, Mancini M, Mazevet S., Oliveira MJT,
Onida G, Pouillon Y, Rangel T, Rignanese G.-M,
Sangalli D., Shaltaf R., Torrent M., Verstraete M.J, Zerah G,
Zwanziger JW. // Comput. Phys. Commun. 2009. Vol. 180.
P. 2582-2615.

Fuchs M., Scheffler M. // Comput. Phys. Commun. 1999.
Vol. 119. P. 67-98.

Monkhorst HJ, Pack J.D. /| Phys. Rev. B. 1976. Vol. 13.
N 12. P. 5188-5192.

Momma K., Izumi F. // J. Appl. Crystallogr. 2008. Vol. 41.
P. 653-658.

Mitra S. High-Pressure Geochemistry and Mineral Physics.
Amsterdam: Elsevier, 2004. 1233 p.

Bepwunun HO.H, Hrvuues J[.C, Moposzos I1A. /| KTO.
2000. T. 70. Bem. 1. C. 85-87.

Hirshfeld FL. /| Theoret. Acta (Berl). 1977. Vol. 44.
P. 129-138.

XKypHan TexHuyeckon comnsumku, 2013, Tom 83, Bbin. 5



