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O TEPMOUHIYIIUPOBAHHOM CTPYKTYPHOUI
HECTABWIBHOCTHU HAHOKJIACTEPOB KPEMHUA:
MOJIEKYJIAPHO-AMHAMHWYECKOE UCCJIEJJOBAHUE
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TBepcKkoi Tocy1apCTBEHHBIN YHUBEPCUTET, TBEpPH

CTpyKTypHBIE TIpeBpallleHHs B HaHOKJIACTepax KpeMHHus (MJaBieHHE U
NoJAMMOpP(HBIE  NPEBpAIlEHHs)) MOICIHPOBATINCH C  HCIOJIB30BAHHEM
M30TEepMUYECKOH ®W  annabaTHdecKoW  MOJIEKYJSIPHOW  JTWHAMHUKH.
MopnenupoBaHie  OCYLIECTBISJIOCH € KCIOJIB30BAaHUEM  MPOrPaMMBI
LAMMPS. MexatoMHOE B3auMOJCIHCTBUE B HAHOYACTHLAX OINHCHIBAIOCH
noteHimanoM CrwimuHmkepa-Bebepa. beuto ycraHoBieHo, 9To 3HaYeHHE
D.=1,7HaM puamerpa HaHOKIAcCTepoB D MOXHO paccMaTpuBaTh Kak
XapakTepHoe (KpUTHYECKOE) 3HA4YeHHE pa3Mepa HaHOKiIactepoB  Si,
OTBEYAIoLIee MOTepe CTAOMIBHOCTH MX KPUCTAUIMYECKOW CTPYKTYpbl. DTOT
pe3ynbTaT COrjlacyercss ¢ TepMOJMHAMHYECKOW OLIEHKOW IPYruX aBTOPOB
(Veprek S., Igbal Z., Sarott F.A. // Philosophical Magazine B. 1982,
V. 45. P. 137), B cootBercTBHH ¢ KOoTOpoi D,.=3,0 HM.

Knrwowuesvie cnoga. nanoxnacmepuvl Kpemuus, CMpPYKIMypHble NpespaujeHus,
Monexynapuas ounamuka, nomenyuan Cmunnunodxicepa-Bebepa, npozpamma
LAMMPS.

KpemHuii  sBisgercds  OCHOBHBIM  DJIEMEHTOM  COBPEMEHHOMU
MOJTYTIPOBOJTHUKOBOW JIEKTPOHUKHU. B HacTosmee Bpemsi ¢ SKOHOMUYECKOM
TOYKH  3pEHUs  11eJecoOo0pa3HO  BBIpAIMBAHUE  KPYNMHOTabapUTHBIX
HOJIYTIPOBOTHUKOBBIX MOHOKPHCTAJUIOB Si, KOTOPBIC pACIUIMBAIOTCS Ha
TOHKME  IUIaCTUHBI  (Baau),  BBICTyHAlOIUE B  POJM  OCHOBBI
MOJIYIPOBOJHUKOBOM ~ MHKpocxembl. IIpobimema co3maHus MUKpO- H
HAHOKPHCTAUIOB Si MONYIPOBOJAHMUKOBOIO Ka4yecTBa 0Oe€3 HCIONb30BaHHS
MaKpOCKOIUYECKOT0 KPUCTAUIa IO CUX IOp HE pEeIlleHa, XOTS HE BBI3bIBAET
COMHEHHS, 4YTO IPUMEHEHHME KPUCTAUNIMYECKOTO HAHOKPEMHHUS BMECTO
COOTBETCTBYIOIIEH OOBEMHON (ha3bl OTKPBHIBAET HOBBIE IE€PCIEKTUBBI
KpeMHUEeBOM anekTpoHuku [1]. Ha pemenue mnpobiembl HOTy4YEeHUS U
OpPUMEHEHHUS aMOp(HOr0 M KPHUCTAUIMYECKOTO HAHOKPEMHHS ObUIN
HAlEJIEHBl DKCIEPUMEHTAIbHBIE U TEOPETUUECKUE HCCIENOBAHUA, & TaKXKe
MoJieKyJsipHO-TuHamuueckoe  (MJI)  MonenupoBaHue — CTPYKTYPHBIX
npeBpaiieHnii B HaHovacTuiax Si. B wactHocTH, B Hamieil paborax [2, 3]
Oblla HaliieHa pa3MepHas 3aBUCHUMOCTb TEMIIEpaTypbl  IIJIaBJICHUS
Hanouactur, Si. Jns MJ] MonmenupoBaHUS HCIONB30BAICS MOTEHIUAT
Crumunpkepa-Bebepa (CB) [4], xortopwii, cyas mno Hamum MJ]
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pesyabratam U MJl pe3ynabTatam Apyrux aBTOpoB [5, 6] Gonee anexkBaTHO
ONMCHIBAET  CTPYKTYpHbIE U  TEPMOJUHAMHYECKHE  XapaKTEPUCTUKU
HaHouactul] Si. B mporecce MonenupoBaHusi HAHOYACTHIl Si BBISICHUIOCH,
yro B MJ| 3KcmepuMeHTaxX, B OTJIMYHME OT HAHOYACTHI[ MeTauioB [7 - 9],
MOJTYITPOBOTHUKOBBIE HAHOYACTHIBI HE YAAETCsl 3aKpHCTAILIM30BAaTh NpPHU
OXJKJICHUHM JlaXe C MpeAenbHOo HM3KUMHU miisi M/l skcrepuMeHTOB Ha
COBPEMEHHBIX KOMIIBIOTEpaX CKopocTaMu oxjaxkaeHus nopsaka 0,01 TK/c.
Oror M/] pe3yabTar corinacyercs ¢ UMEIOIMMUCS JaHHBIMU MO 3HAUYEHUSM
KPUTHYECKHX CKOPOCTEH OXJIaKIeHUs, HEOOXOJUMBIX Uisi amopQu3anuu
00béMuBIX pacruiaBoB [10]. Cormacuo [10], mus Ni ykazanHas KpuTHYecKas
ckopocth coctaBnser 1019°K/c, a nna Ge — 10°"K/c, T.e. Ha 5 mopsaKoB
HUXKE.

YacTHO, HO HHTEPECHON M BaXKHOU MpoOIeMoil sSBiseTcs mpodiema
CO3/1aHUS 3JIEMEHTOB JOJTOBPEMEHHON M ONEpAaTUBHON MaMsITH Ha OCHOBE
HaHoyactul. B Hamel pabore [11] paccmarpuBamach BO3MOXKHOCTB
CO3/aHHUA M TPHUMEHEHHUS D3JEMEHTOB KOMIBIOTEPHON MaMsATH, MPHUHIIUIL
JCUCTBUSL KOTOPBIX OCHOBaH Ha W3MEHEHHH (Da30BOTO  COCTOSIHUS
HAHOYACTHUI] KpeMmHUs. B nmampHeiimeMm, ciemys wmoHorpaduu [1], s
00BEMHBIX (ha3 KPUCTALIUYECKOTO MW aMOpP(HOrO KpeMHUsS MbI Oynem
UCIOJIb30BaTh 0003Ha4YeHust C-Si uw a-Si, a Id KPUCTAUTHYECKUX U
amMop(HBIX HAaHOYACTHUI] — NC-Si 1 NA-Si, COOTBETCTBEHHO.

Kak k po0GiieMe CTpyKTYpHBIX PEBPAIICHHI B HAHOYACTHUIIAX Si, TaK
U K MPHUKJIAJHON MpodiiemMe nonyueHus NC-Si 1aBHO yxe (HaunHas ¢ 90-X rT.)
MposiBisieTcs 3aMeTHBIN unTepec. B [1], cienys P. ®@elimany [12], BbAeIeHbBI
JIBa MYTH TOJIyYCHUS HAHOKPUCTALIOB Si: “CBepXy BHHU3” (M3MeElbUYCHHEM
MaKpOCKOMMYECKUX MOHOKPUCTAIIJIOB) U “CHU3Y BBepX ™ (IIyTeM camMocOOpKH
U3 OTHCNBHBIX aTOMOB WJIM HAHOKJIACTEPOB MEHBIIETO pa3mepa). B
MoHorpaduu [13] oTMedeHbl cIeAyIoUIe CHOCOOBI: 3IEKTPOXUMHUYECKHIMA
nporece, obpasoBanue NC-Si B Mmarpuie u3 a-Si, moaydenue NC-Si u3
nopucroro C-Si, moiydeHue HaHOKpHCTALIOB Si B SiO2 METOAOM HOHHOM
umiuianTanuu. Cpead  CPaBHHUTEIBHO HEJABHHUX ITyOJHKAIMA  MOXHO
otmeTuTh paboty [14], tme nNnc-Si u na-Si momydanu pasnoKEHUEM
moHookcuaa kpemuus SiO. Kpucrammmsanus na-Si kak crmocod moaydeHus
nc-Si, o4YeBWAHO, He MpemIaranach, XOTs caMa  BO3MOXKHOCTh
KpucTalh3aiuu Na-Si, pasymeercs, oOcyxnanace. Tak, B pabore [15]
METOOM TPOCBEYMBAIOIIEH AIIEKTPOHHON MUKPOCKOITUH OBLIO YCTaHOBIICHO,
4TO OTXHI aMOp(HBIX yacTHll Si B TCUCHHH Yaca NpPU TeMIepaTypax OT
573 K no 873 K He mpuBoami K 00pa30BaHWIO HAHOKPHUCTAJIOB, TOT/A Kak
npu Ttemmeparype T =1173 K amopdHble YacTUIBl MOYTH IOJHOCTBIO
KPUCTaNTN30BAIIUCH. OnHako BO3MOKHOCTh U BEPOSITHOCTD
(BOCIIpOM3BOIMMOCTb)  TaKOrO  Iepexoja B  YCIOBHSX  OBICTPOro
(MMITyJTbCHOTO) HarpeBa OCTal0TCsl HE SICHBIMHU.

Lenwsto Hamield HemaBHEW paboThI [11] ABISIIOCH BBISICHEHHWE CaMOU
BO3MOYKHOCTH  OCYLIECTBJICHHMSI ~ YKa3aHHBIX  BBIIIE  CTPYKTYPHBIX

92



BecmHuk Teepckoeo 2ocydapcmsenHoeo yHusepcumema. Cepus «Xumusy. 2021. Ne 2 (44)

npeBpalleHuii B HaHOYACTHIAX Si 3a Mayble XapaKTepHbIe BpeMeHa (10
100 Hc), mocTymHbIe 1Tl BOCIIpon3BeneHus B M /] skcriepuMeHTax; H3ydeHHe
3aKOHOMEPHOCTEH M MEXaHHW3MOB TaKUX IE€PEXO0J0B, BKIIOYAas pOJIb
BBISIBJICHHBIX B IIPOIIECCE MCCIIEOBAHMS YIIPABISIONUMX apaMeTpoB. Kpome
TOTO, MBI TIONBITAINCH MPOAHATN3UPOBATH TIOCTATOYHO OOIIME OTPaHUYCHUS
CHHM3Y, HakKIaJblBacMble Ha pa3Mep Kak HaHoyacTHil Si, TaKk ¢
METAJUIMYECKUX HAHOYACTUI, MPUTOJHBIX MJIsi NPUMEHEHUS B KadyeCcTBE
3JIEMEHTOB MaMsTH, OCHOBBIBAIOLICICS HA N3MEHEHUHU ()a30BOTO COCTOSIHHUSL.

BHemnss noiaroBpeMeHHast namMsITh, OCHOBBIBAIOLIASICS HA H3MEHEHUHT
dasoBoro cocrostaus  (phase-change memory) sieMeHTOB — maMsATH
UCTIONB3YeTCsI, B YaCTHOCTH, A XpaHenuss uHpopmammu Ha CD-RW u
DVD-RW nuckax. EE mnpuHmum paGoTel OCHOBaH Ha pas3lInyuu
KOX(P(UIIMEHTOB OTPaXCHHUSI METaJUIMYECKUX CIIaBOB cepebpa, Teurypa,
UHIUSI U CYpbMbl B KPUCTAJUTHYECKOM M B amopdHOM coctosiusx [16].
Bmecte ¢ TeMm, NEpCHEKTHBBI MPAKTHYECKOTO TNPUMEHEHUS MaMSITH,
OCHOBBIBAIOIICHCS HA WU3MEHEHHH ()a30BOTO COCTOSHUS BEIECTBA, STUM HE
ucuepnpiBaroTcs. Ocoboe BHUMaHUE YJENsSeTCs MEePCIeKTHBaM PUMEHEHUS
crutaBa GeoShyTes (GST) [17]. Mcmonb3oBaHue paccMaTpHMBaeMOro THIIA
NaMsTH MOKET OCHOBBIBATHCSI HA M3MEHEHUHM HE TOJIBKO ONTHYECKHX, HO U
JIEKTPUYECKUX CBOMCTB MaTepuana Mmpu HarpeBaHuu [18] Wi HEKOTOPBIX
IpOIIECCOB BO30YXIeH!s nHOW mpupoas! [19-22]. Hanpumep, nepexoq GST
u3 amophHOil (a3pl B METaCTaOWIbHYI0 KYOHUYECKYI KPHCTAJUTHYECKYIO
a3y COMpOBOXKTACTCSA HE TOJHKO YBEIMYCHUEM KOIPPUIIUCHTA OTPAKCHUS
B BUJIUMOW 4YacTu crektpa [23-24], HO U U3MEHEHUEM DJIEKTPUUYECKOTO
COIPOTUBIIEHUS HA TpU mopsiaka [25].

10.4. T'aduep u ero xoieru mpeanoiaratoT, YTO B POJIM AJIIEMEHTOB
namMsTH MOTYT BBICTYNaTh METAUTMYECKWE HAHOYACTHIIBI, HAIpUMep
HaHouacturpl Ag [26,27]. B stux paborax Obuio mpoBedaeHo MJ]
MOJIEIMpOBaHNe HaHo4YacTU] AQg © OBUIO YCTaHOBIIEHO, YTO €CIIH
OXJIXK/IEHUE HCXOIHOHM pacliaBleHHONW MeTaNIM4ecKOi HaHOYaCTUIBl 10
KOMHATHOW TEMIIEpaTypbl TPOM3BOIUTCS C OYEHb BBICOKOW CKOPOCTBHIO
(mopsinka 20 TK/c), To oHa mepexoauT B aMOp(pHOE COCTOSIHME, TOTJa Kak
MIPU OTHOCHUTENILHO O0Jsiee HU3KOM ckopocTh oxnaxaenus (mopsaka 1 TK/c u
MeHee) — B KpucTajuindeckoe. Ha OCHOBaHMM 3TUX pe3yabTaToB Oblia
BBIJIBUHYTA THUIOTE3a O BO3MOXKHOCTH CO3JaHMUS DIEMEHTOB MaMSTH,
(GYHKIMOHHUPYIOMIMX 33 CYET W3MEHEHHS M TIOCIEAYIOIIEro COXpPaHEHHs
(azoBoro cocrosiHus HaHo4yacTHIl cepeOpa. OmHAKO aBTOpBI paboT [26, 27]
HE MpHUBEIM COOOPAKEHUH O TOM, KaK MPAKTUYECKH MOXKHO ObLIO OBl
o0ecrneynTh CTOJb Pa3IMYHYI0 CKOPOCTh OXJAXKACHUS HAHOYACTHIL,
PacIIOIOKEHHBIX HA PACCTOSHUH BCETO JIUIIb B HECKOJIBKO HM JIPYT OT JIpyTa.

B nameii padore [11] mMbl Bricka3anu 1 000CHOBAIU MPEATOIOKEHHE
0 TOM, 4TO OoJyiee MEPCIEKTUBHBIMHU IS CO3MAaHUS MOJOOHBIX DIIEMEHTOB
NaMATH OKaXYTCS HAHOYACTHUIBI Si, Ui KOTOPBIX KPUTHYECKas CKOPOCTh
amopdoo0Opa3oBaHusT HA HECKOJBKO MOPSIKOB HIDKE, YeM st MeTauioB. C
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ucnoiap3oBanreM MJ] u  moteniuana CB  ObulM  HCClIEIOBaHBI
3aKOHOMEPHOCTH IUIABJICHUSI M YCIOBMsI KPUCTAJUIM3AaLMM IYTEM HarpeBa
aMOp(HBIX HaHOYACTHUI KpeMHUs, coaepxkamux 1o 100000 atomoB. Briio
YCTaHOBIICHO, YTO MPH OXJIAXJIECHUH HaHOKamedb Si co ckopocthio 0,2 TK/c
U BBIIIE MMEET MECTO HX IMepexoj]] B aMop(HOE COCTOSHHUE, TOrna Kak
OJTHOKOMIIOHEHTHbIE METAJUIMYECKHE HAHOKAIUIM KpHCTau3yrorcs B M/]
SKCHEpUMEHTaX Jake Tpu ckopocTsx oxnaxnaenus 1 TK/c. Ilpu
MOCJIEYIOIEM HarpeBe amMOp(HBIX HAHOYACTHIl KPEMHUS, COJEpXKalUX
6omnee 50000 aTroMOB MPOUCXOAUT WX KPUCTAIUIM3ALHMS B OINpPENEIEHHOM
temneparypaoM uHTepBaje ot 1300 K go 1400 K. CootBeTcTBEHHO, OBLI
CleNaH BbIBOA O IPUHIUIMAIBHOM BO3MOXXHOCTH CO3JAaHMsI 3JIEMEHTOB
NaMsATH, OCHOBBIBAIOLIMXCS Ha YKa3aHHBIX BbIlIE (pa30BbIX mepexonax. Ilpu
3TOM, MEPEeXO0]l HAHOYACTHUIIBI B aMOP(HOE COCTOSHHE MOXKET JOCTUTaThCs
IyTeM €€ IJIaBJIeHUs M MOCIEAYIOIIEro OXJAXAECHUS OO0 KOMHATHOU
Temreparypsl co ckopocthio 0,2 TK/c, a nepekitoueHne B KpUCTAILTHYECKOE
cocrosinue — myrem e€ HarpeBa 10 1300-1400 K co ckopoctrio 0,2 TK/c u
MOCIEAYIOLEro oxjaaxaeHuda. Kpome Toro, Ha OCHOBE NOJy4YeHHbIX MJI
pe3yabTaToOB ObLI CAEIaH BHIBOJ O CYILECTBOBAHUM MUHUMAJIBHOI'O pa3Mepa
HAHOYACTHUI] KPEMHUS, JJIi KOTOPOIO IpH 3aJaHHOW CKOPOCTU W3MEHEHHUS
TeMIepaTypbl CO3/laHUE 3JEMEHTOB IaMATH, OCHOBAHHBIX HAa W3MEHEHWUHU
($a30BOro  COCTOSIHUS, CTAHOBHUTCS  NPUHIHUIHAIBHO  HEBO3MOKHBIM.
YcraHoBIIeHO, YTO A cKOpocTu u3MeHeHus Temmepatypsl 0,2 TK/c Takoi
MUHUMAaJbHBIN pa3Mep cocTaBiseT 12 HM.

B cBsi3u ¢ mepcrekTHBaMH MPUMEHEHHs: NC-Si BO3HUKAET BOMPOC O
TOM, CYLIECTBYET JM IMPEAEIbHBIM pa3Mep HAHOYACTHIl, HUXKE KOTOpPOro
KPUCTANINYECKOE  COCTOSIHME  TepseT  CBOKW  crabuiabHOCTh.  Jlis
METAJIMYECKMX HAHOYACTULl TAKOW mpenesl 4Y€TKO He OOHapyKHUBaerTcs,
IOCKOJIBKY B Ja0OpaTOpPHBIX M KOMIBIOTEPHBIX  3KCIIEPHUMEHTax
BOCIPOU3BOJATCS  METAJUIMYECKHE HAHOKJIACTephl C  YHOPSAIO0YEHHOU
CTpyKTypol, Hanpumep, ¢ ['LIK-cTpykrypoii, coxepxkamue mnopsaka 100
atToMoB W MeHee. B pabore [28] ¢ wucmonb3oBaHMEM TEPMOJUHAMHUKUA H
HEKOTOpPbIX JPYrMX IOAXOJOB CJelaH BbIBOJ O HEBO3MOXXHOCTHU
CYILIECTBOBAHUSI KPUCTAIMYSCKUX HAHOYACTHUI[ Si pa3MepoM MeHee 3 HM,
T.e. copepkamux nopsaka 1000 aromoB. 11 mpoBEepKH 3TOr0 BBIBOJA HAMU
OCYILIECTBIIEHO cOOTBeTCTBYIOIEE M/ rccienoBanue, pe3ybTaTbl KOTOPOrO
MIpe/ICTaBJIeHbI B IaHHOI pabore.

MeTtoabl 1 moaxoanl kK M/l moaempoBaHuio

s M/1 MoaennpoBaHyus IUIABJICHUS U KPUCTAJUIM3AMM HAHOYACTHI]
Si HaMH HCHONB30BANach M3BECTHAsE KOMIbIOTepHas nporpamma LAMMPS
[29] wu morenmuman CrwiuHpkepa-Bebepa [4].  Otor  xopormio
anpoOMpPOBaHHBI  MOTEHIMAJ  OPUEHTHPOBAaH Ha  BOCHPOM3BEACHUE
CTPYKTYpHI anMasa, KoTopasi, kak otmedaercs B [1], Haubosnee BeposiTHA AJist
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HaHouactul Si, conmepkamumx Oonee 100 artomoB. Pasymeercs, stor
MOTEHILIMAl MOXET BOCIPOM3BECTU SIBJICHHE PEKOHCTPYKIMH IMOBEPXHOCTU
JUIIF B HEKOTOPOM Tpybom mpuOmmkeHud. TepMocTaTupoBaHHE
ocymecTBisiock no wmerogy Hosze-I'yBepa [30]. dns MoaenupoBaHUs
CTPYKTYpPHBIX TIEPEXOJIOB B HAHOUYACTHUIIC €€ HavadbHas KOH(HUTyparus
BblOMpanack B BuAE cdepbl, BBIPE3aHHOW U3 COOTBETCTBYIOIIETO
MOHOKpucTayna. lMcxoaHas  HaHowyacTMIIa  IOMeUaJack B SYEHKY
MOJICJIMPOBAaHUSl  MpU  33JaHHOM  HcXonHOW  Temmepartype. [lanee
OCYILECTBIISUIACHh N30TEPMHUUECKAs MM ainadaTndeckas peakcarus (OTKuUr)
HaHo4acTUIbl B TeueHue 10 He.

Pe3yabTaThl M HX 00CyKIeHHE

Ha  puc.1  mnpeacraBieHbl — TeMmIepaTypHbleé  3aBHCHMOCTH
NOTCHUUAIBHOM YacTu yJeabHO# BHyTpeHHel sHeprun u(T) Hanouacru Si,
coJiepKalMX pa3IMyHOe YUCI0 aTOMOB. CKOPOCTh U3MEHEHHsI TeMIIepaTyphbl
cocramsia 0,2 TK/c. Ilpum OTHOCHTENBHO HHU3KHX TeMIIEpaTypax
HPOUCXOAUT MEPECTPONKA CTPYKTYPhI HAHOYACTHIIBI Si, COMPOBOXKIAIOIIASCS
HekoTopbiM ymeHbiieHueM u(T). Ilpu Oonee BBICOKOH TemmepaType s
HaHouyacTUI[ Sixzg Habmomanoch ckaukoobpasnoe yseiauuenue u(T),
CBSI3aHHOE C IUIaBlieHHMEeM HaHovacTHibl (puc. la.). Takoi ckadox u(T)
HaOJIr01asICs HaMu paHee B M/J] skcriepuMeHTax Ha MeTayunyeckux [31, 7, 8]
U TOJYIPOBOJHUKOBBIX [2, 11] HaHowacTunax. OgHaKko, Juisi HAHOYACTHULIBI
Sig7 Takoro ckauka He HaOdromaercs (puc. 10), xors mpu Oosee HHM3KHX
Temreparypax puc. 16 IeMOHCTpUpYeT Pl CTPYKTYpHBIX IpeBpalleHuil,
COIIPOBOKIAIOIINXCA CKaYKaMH WJIM WHBIMA HEMOHOTOHHOCTSMH (DYyHKIIUU

u(T).
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Puc. 1. TemnepaTypHasi 3aBUCUMOCTb NOTEHUUAIBHON YaCTH BHYTPEHHEW SHEPTUun
JUTS HAHOYACTHIT Si pa3ImaHoro pasMepa: a — Sizsg, 6 — Sigr

Jlns BBISICHEHMSI NPUPOABI CTPYKTYPHBIX IPEBPALIEHUM, MPOUCXOIAIINX B
HAHOYACTUI[AX Si TPH OTHOCHUTEIBHO HHU3KUX TeMmIleparypax, Obuia
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IpoBeleHA KaK M30TEepMUYECKas, TaK W ajuadaThyeckas perakcanus
HAHOYACTHUI] Si PA3IMYHOrO pa3Mepa NPy Pa3IHMYHBIX TEMIEpaTypax

O ¢a30BOM COCTOSHUM HAHOYACTHUL[ MOXHO CYAHWTb, aHAIUIUPYS
¢byHKIMIO paguanbHOro pacnpenencHus aromoB g(r) (®PP), a takke
JIOKaJIbHOE OKpYkeHue atomMoB. B cBoé Bpemst I1.I1. KoGeko [32] mpemioxmn
KPUTEpH, MO3BOJAIOIIMNA pa3indyaTh KpUCTALIMYECKOoe, aMoppHOe U
KHUJKOE COCTOSIHMS. B CcOOTBETCTBUM C 3THUM  KpUTEpUEM, JUId
KPUCTAJNINYECKOTO COCTOSIHUSL XapaKTEPHO HAJIMYME HECKOJBKHUX XOPOLIO
pa3penéHHbIX MAaKCUMYMOB, JJIs1 aMOP(GHOT0 — OJAMH XOPOIIO pa3peiIEéHHbIH
MakCUMyM, M JJs JKUAKOIO — OTCYTCTBHE XOpOUIO pa3peléHHbIX
MakCcUMyMoOB. Xopoiuee paspemenue makcumyma 1o I1.I1. Kobeko o3nauaer,
yro 00a MHMHHMMYMa, OTPAHWYMBAIOIIUX JaHHBI MAaKCHUMyM, JIOCTUTAIOT
HYJIEBOTO WJIM TOYTH HyneBoro 3HaueHust g(r). IlockoiabKy HET moJHOU
YBEpEHHOCTH B TOM, 4To KpuTepuil KoOexko Bcerga BelOJHSAETCH,
1eJ1eco00pa3HoO MPOaHATU3UPOBATH PacpeieIeHne aTOMOB HAHOYACTHUIIBI IO
UX JIOKAJIbHOMY OKpPYXKCHHIO, 4TO MO3BOJsIET caenarTh nporpamma Ovito.
3Has JIOKaJIbHOE OKpY)XXEHHE aTOMOB, MOXHO pacCUUTaTh CTENEHb
KPUCTAUIMYHOCTA  HAHOKJIACTEPA  Xcpyse.  XAPAKTEPHBIE  CTPYKTYPHbBIE
IpEeBpaIIeHHsI, IPOUCXOIAIINE B HAHOKIAcTepax Si, WUTIOCTPUPYIOT pUC. 2 U
3. Ha puc. 2a u puc. 206 noka3aHbl HayaJlbHas M KOHEYHas KOHQUIrypauus
HaHOKJacTepa Sigz, MOJyYEHHBIC NMPH penakcanuu B TeueHue 10 HC mpu
temneparype 250 K. AToMBbI, HMeEHOIIME KPUCTALUIMYECKOE JIOKAJIBHOE
OKpY’KEHHE, 3aKpalleHbl, HE UMEIOIINE KPUCTAIINYECKOIO OKPYKEHUS — HE
3akpaiieHbl. Ha mnpoTsbkeHMHM  BpeMEHM — pelakcallid — HAaHOKJIAcTep
[IPETEPIEBACT TPU CTPYKTYPHBIX MEPEX0]a, KOTOPHIM COOTBETCTBYIOT TpPH
CKauKOOOpa3HbIX YMEHBIICHUs BHYTPEHHEH sHepruu u (puc. 2B), OIHAKO
IIpY 3TOM €ro KpHUCTaUIMYecKass CTPYKTypa HE MCU€3aeT: CTElEHb
KPUCTAIUIMYHOCTH X¢ryse PirykTynpyer 06amsu suavenus 0,47 (puc. 2r). ®PP
JUIs JAHHOTO HaHOKJIAacTepa Kak B Hauyaje (puc.2d), TaKk U B KOHIIE
penakcanuu (puc. 2€) COOTBETCTBYET KPUCTAIIMUECKOMY COCTOSTHHIO.

[lpu penakcanuu TOro e HaHOKJIAacTepa Sig7z mpu Oosiee BBICOKOI
temneparype 260 K ero ucxonnas kpuctauimdyeckas CTpykTypa (puc. 3a)
paspymaercst (puc. 36). Crnemyer, OJHAKO, 3aMETUTh, YTO B TIpollecce
JanbHEeMIIe penakcaluy IMEepUOAMYECKH B LEHTpE YXKe IKHIKOTrOo
HaAHOKJIacTepa Sig7 BOSHUKACT U CHOBA MCYE3aeT 3apO/IbIIl KPUCTAIUIMICCKON
¢a3el  (puc. 3B). BHyTpeHHss SHeprus u B Ipolecce peraKcaluu
IIpeTepIieBacT CKaykooOpa3Hoe yMeHblIeHHne (puc. 31), OJHAKO B OTIUYUE OT
CKa4yKOB U Ha pHC. 2B, OHO CBA3aHO HE C IEPEXOJ0M HAHOKJIACTEpa B
Ipyryto, Ooyiee yCTOMUMBYIO KPHCTANIMYECKYI0 KOH(UIypaluio, a ¢
Mepexo/ioM B Jpyryto Ooisiee CTaOMIbHYIO KOH(MUIypaluio, OTBEYAIOIIYIO
KUJKOMY COCTOSIHUIO, B KOTOPOM CTENEHb KPHUCTAUIMYHOCTH  Xcpy st
(GAyKTYHUpyeT OKoJI0 HyJeBoro 3Hadenus (puc. 31), a ®PP, kotopas B Hauane
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BPEMEHH pEJIaKCaIllii OTBEYAET KPUCTAITMYECKOMY COCTOSHUIO (pHC. 3¢), B
KOHIIC PeJIaKCaIlii COOTBETCTBYET KUAKOCTH (pHC. 3XK).
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A S
Puc.2. KuHeTMKa  W30TEPMHUYECKONM  peaKkCallid  HAHOKIACTEpOB  Sigr
npu Temmepatype 250 K: a m © — wucxomHas M KOHEYHas KOH(HUrypaiuw,
COOTBETCTBEHHO, B — KHMHETHYECKas 3aBHCHUMOCTb JUIS YAENbHOW BHYTpEHHEH
SHEPrMM, I — KHHETHYeCKas 3aBHCHMOCTb JUI1 CTENEHH KPUCTAUIMYHOCTH,

nue— OPP mig HauanbHOrO U KOHEYHOT'O COCTOSTHUN
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Puc.3. KwunHernka  HM30TEPMHYECKON  pelakcalMd  HAHOKIACTepOB  Sigr
mpu temreparype 260 K: a, 6 m B — uCXonHas, KOHEYHas W MPOMEKYTOUHAS
KOH()MTYpannuy, COOTBETCTBEHHO, I' — KMHETUYECKas 3aBUCUMOCTD ISl YIEINbHOM
BHYTPEHHEH DJHEpPruM, J — KHHETHYECKas 3aBUCHUMOCTh JJI  CTENEHHU
KPUCTAJUIMYHOCTH, € U )X — OPP 111 HaYanbHOro U KOHEYHOTO COCTOSIHUI

Ha  puc. 4 MIPEJICTaBIECHbI KUHETUYECKHE 3aBHCHUMOCTH
NOTEHIMAIbHON dHepruu u(t), MOJyuyeHHbIE B XOAE H30TEPMHUYECKOU
penakcaruu npu T =300 K kmactepoB Si pasnuusbix pasmepoB. [{ugpsr
cripaBa 00O3HAYAIOT YMCIIO aTOMOB B Kiactepe. 3HadeHusM N=29, 47 u 87
OTBEUAIOT HAaHOKJIACTEPhl, KOTOPBIE B XO/€ pelaKcalliy MepexosaT B KHUAKOE
coctossHue, a 3HadueHusM 35, 123 u 147 — HaHOYACTHIIBI, KOTOpBIE
COXPAHSIIOT KPHUCTAJUIMYECKOE COCTOsSIHUE. J|OCTaTOYHO OYEeBUIHO, YTO MpHU
JAJIbHENIIEM HarpeBaHUM HAHOKIIACTEPOB, KOTOPBIE NEPELUIM B KUAKOE
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COCTOSTHUE TIPU KOMHATHOM TemrepaType, MIABICHUS YK€ HaOJI0IaThCs He
oyner (puc. 10).

-3,2 35

u, sB/atom

123

-3,7 ‘ 147

0 2 4 6 8 10
t, HC

Puc. 4. KuHeTndeckue 3aBUCHUMOCTU Uil NMOTEHUUAIBHOW SHEPrUU KIIACTEPOB.
[udpsl cpaBa 0003HAYAIOT YUCIIO ATOMOB, COJICPIKAIUXCS B HAHOKIAacTepe Si

Ha puc. 5 nanbel 3aBUCUMOCTH TEMIEpAaTypbl MEPEXOAOB B JKUIKOE
COCTOSIHME KPHCTAUIMYECKUX HAHOKIACTEPOB Si B 3aBUCHMMOCTH OT 4YHCIIA
coJlep)KalluXcsd B HUX AaTOMOB, IOJY4YEHHbIE B XOAE€ H30TEPMUYECKOU
(xBagpaTuku) M anuabatuyeckoil (Kpykku) penakcauuud. Kak BHIHO u3
puc. 50, pe3yapTaThl H30TEPMUYECKOTO U a/1MadaTUUECKOr0 MOJECIUPOBAHUS
COrJIAacyIOTCs JAPYr ¢ APYroM U TPEACKa3blBalOT CYLIECTBOBAHHE IIPU
KOMHAaTHOW TemIepaType KpPUCTAJUIMYECKUX HAHOYACTHUIl pa3MepoMm Ooiee
1,7 uM, 4TO cormacyeTrcs C MpelCKa3aHueM aBTOpoB paboTel [28]. OTun
aBTOPBI, UCIOJIb3Ysl HECKOJIBKO TEOPETHUKO-TEPMOJMHAMUYECKUX IOJIXOJI0B,
YCTAaHOBWJIM, YTO HHWXKHSS TpaHUIA CYIIECTBOBAHUS KPUCTANIMYECKUX
HaHouacTul] Si cocraBiser 3 HM. BmomHe BeposTHO, uyTo Tnpu MJ]
MOJICTTMPOBAHUM Ha BpPEMEHHBIX MaclmTabax, HAa MHOTHE TOPAIKU
MIPEBBIMIAOIINX XapaKTEPHOE BPEMsi MOJIECITMPOBAHMS B JIaHHOW paboTe, MbI
Takke HaOmomanu Obl  Tepexol B OIKUAKOE COCTOSHHE U JUIS
KPUCTAJUTMYECKUX HAHOYACTHI] pazMepom Oosee 1,7 HM.

HHTepecHbIM pe3ynbTaToOM HAIEro Kak H30TEPMHUYECKOTO, TaK H
aauabatuueckoro M/ MozenupoBaHust SIBISETCSI aHOMaJlbHAsl YCTOWYMBOCTD
HaHOKJIacTepoB Sizs. Kak BHAHO H3 pHC. 5, Takue KiIacTepbl MOTYT
CyIIECTBOBaTh B  KPUCTAUIMYECKOM  COCTOSSHMM TPU  KOMHATHOM
Temmeparype, nmpuuéM B aauabaTUYecKOM IMpollecce Takas YCTOWYUBOCTH
IpOSBISETCS spye, YEM B HM30TEPMHUECKOM. DTO CBS3aHO C TEM, 4TO B
annabaTUYeCKOM MpOoIlecce MPU YMEHBIICHUH MOTEHIMATbHOW SHepruu U
IPOUCXOIUT yBEJIWYEHHE Temneparypbl T, W, TakuM 00pa3oM, BO3HUKAET
oTpulaTeNbHas oOpaTHasi CBsI3b, T.€. HAUABIIUICS CTPYKTYPHBIA TMEPEX0]l
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YBEIMYMBAET TEMIIEpaTypy HAHOYACTHIBI, M3-3a YErO OH IPOTEKAeT eIlé
UHTEHCUBHEE U ObICTpEE.
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Puc. 5. 3aBucumocTh TemIepaTyphl HOTEPH YCTOMYUBOCTA OT pa3Mepa

HaHokmactepa Si. Bpewms pemakcanmu 10 He. KBagpatuku — wu30TepMHUECKas
pernakcanus, KpyKK1 — agquabdaTiuueckas pejakcarus

OObsiCHECHHE aHOMAJIbHO BBICOKOM YCTOHYMBOCTH HAHOYACTHIL Sizs
cBoguTcsi K ToMmy, uyto N =35 MOXHO paccMaTpuBaTh Kak IIEpBOE
CTPYKTYPHOE Maru4eckoe YHCIO HAHOKJIACTEPOB CO CTPYKTYpOH anmMasa.
Marudeckne dmciia JJI1 TAKUX HAHOYACTHUI[ HC ONPCACIIAIOTCA psAaAOM KI/IHI/I,
HPEUIOKEHHBIM JUII HAHOKJIACTEPOB C TUIOTHOH ynakoBkoi aromoB [33]. Ha
pHC. 6 TaHO YKCIIO aTOMOB JUIsi KOOPAMHAITMOHHBIX C(ep, COOTBETCTBYIOIINX
KPHCTAJUIMYECKOW PEIIETKH TUIIA aiMas3a.
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Puc. 6. KoopaunaimonHsle 4ucia Z; W pajuychl KOOPAWHAIMOHHBIX cdep 7;
JUTSL CTPYKTYPHI aliMasa. (7; I3MepsIeTCsl B TapaMeTpax pereTKy)
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MOXHO TpeanoiokuTh, YTO Hamboyiee YCTOMYMBBIMU JOJDKHBI OBITH
HAHOYACTUIBl C TAaKOH KPUCTAIMYECKOH CTPYKTYpOH M MOJHOCTBIO
3aMOJIHEHHBIME ~ KOOPJIMHALMOHHBIMUA c(epaMu, OTBEYAIOIIUMH  IIeIBIM
3HAYCHHSAM pa3Mepa dJIEMEHTAPHOH SUCHKH, T.e. HAHOYACTHIIBI, COJepIKaIINe
35, 281 u 915 aromos. BepositHo, B Hammx M/] skcriepuMeHTax Mbl Kak pa3
¥ Ha0mromaeM mpuUMep aHOMAaJbHOW YCTOMYMBOCTH HaHOYacTuI Si,
cojiepxamux 35 aToMOB.

3akiro4eHue

Takum oOpazom, pe3yiabTaTsl MJ] MonenupoBaHHsS COIJIACylOTCS C
TEOPETUYECCKUMH  TpeJACKazaHusMu [28] o moTepu  yCTOWYUBOCTH
KPHUCTAJUIMYECKOTO  COCTOSHHMSI ~ HAaHOYACTHIl Si  pa3MepoM  MEHbIIe
HEKOTOPOr0 XapaKTEpHOro 3HadeHud. B coorBerctBuum ¢ Hamwmmu MJ]
pesyabratamu, npu 300 K BennunHa paccMaTpuBaeMOro XapakTepHOTO
pasmepa D, coctaBisier 1,7 HM, 4TO corjacyercs ¢ TEPMOJAMHAMUYECKUM
pesynsratom D.=3,0 uMm [28]. BmecTe ¢ Tem, TaHHBIM XapaKTEpHBIA pa3Mep
3aBUCHUT OT TEMIIEpaTyphl. B 11e10M, Kak U ciaenoBaio 05kuaaTh, MMEET MECTO
POCT IaHHOTO IapaMmeTpa ¢ POCTOM TeMmrepaTypshl, XoTs 3aBucumMoctb D.(T)
HE sBISETCS MOHOTOHHOHW. Hawmbonee wHTEpecHOE OTKIOHEHHE OT
MOHOTOHHOCTH OTBeuaeT 3HaueHuo N =35, KoTopoe Mbl HHTEPIPETUPOBAIH
KaK MepBOEe Marun4eckoe YKHCIo JIsl HAHOKJIACTEPOB CO CTPYKTYpoii anmasza. B
XOJIe pelIeHus] OCHOBHOM 3aJauu pabOThI, CBA3aHHOM C OLEHKOW YKa3aHHOTO
BBIIIIE XAapPAKTEPHOTO pa3Mepa HaHOYACTHIl Si, ObUT OOHApYXEeH psia
HU3KOTENEPAaTypHBIX CTPYKTYPHBIX IMpEBpalllcHHUi B HaHOKiIactepax Si,
CBSA3aHHBIX HE C IUJIaBJICHHEM, a MOJUMOP(HBIMU TNPEBpaAIlICHUSIMH Ha
HaHoMacmTabax, T.e. MepPexoJaMH HAHOKJIACTEPOB M3 OJHOW H30MOpGHON
Mo v (UKaAIIK B IPYTYIO.

OueBuaHO, XapakTepHbId pasmep D.=2 -3 HM OTBedYaeT Mpeaeny
NPAKTHYECKOTO TPUMEHEHHsT NC-Si B 3JIEKTPOHUKE, B TEX CIIydasx, KOrja
KpUCTAJTIMYECKAsl CTPYKTypa HMeeT MPUHUUIUAIBHOE 3HAuYeHUe s
(GYHKIIMOHUPOBAHMSI COOTBETCTBYIOIIETO Pab0Yero dJIeMeHTa.

PaboTa BeImoNHEHa npu QuHAHCOBOW mMojiepkke MuHoOpaaykun PD B pamkax

BBITIOJIHEHUSI TOCYJAPCTBEHHOIO 3a/laHus B cepe HayuHOU aesirenbHOcTH Ne 0817-
2020-0007.
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ON THERMO-INDUCED STRUCTURAL INSTABILITY OF
SILICON NANOCLUSTERS: A MOLECULAR DYNAMICS STUDY

V.M. Samsonov, 1.V. Talyzin, V.P. Ezhov, A.V. Lutsay, D.V. Zhigunov
Tver State University, Tver

Structural transformations in silicon nanoclusters (melting and polymorphic
transformations) were simulated by using isothermal and adiabatic molecular
dynamics. The simulation was carried out by employing the LAMMPS
program. The interatomic interactions in nanoparticles were described by the
Stillinger-Weber potential. It was found that the value D.=1.7 nm of the
nanocluster diameter D can be considered as a characteristic (critical) value of
the Si nanocluster size, which corresponds to the loss of stability of its
crystalline structure. This result is consistent with the thermodynamic
estimate D.=3.0 nm. of other authors (VeprekS., Igbal Z., Sarott F.A. //
Philosophical Magazine B. 1982. V. 45. P. 137).

Keywords: silicon nanoclusters, structural transformations, molecular
dynamics, Stillinger-Weber potential, LAMMPS program.
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