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MOJIEJTUPOBAHUE ®A30BBIX IPEBPALLIEHUIT JTUOKCHJIA
YPAHA METOJOM MOJIEKYJISIPHOI JUHAMUKHN!

AHHOTAaIMA. AxmyanbHocms u yeau. JIMOKCHA ypaHa MUCHONB3YeTCsl B KAYeCTBE TOII-
J1Ba OONBIIMHCTBA COBPEMEHHBIX SIIEPHBIX SHEPreTHYECKHX peakTopoB. IIpu 3kc-
TUTyaTalvy TeMrepaTrypa Toruia MokeT npesbiuath 2000 K, naBnenue razoobpas-
HBIX MPOIYKTOB JIEJIEHHsI ypaHa BHYTPH TOIUIMBHOTO CEPICYHHKA MOXET JOCTHUTaTh
100 atm. DTO MOXKET MPUBECTH K U3MEHEHHIO MHKPOCTPYKTYPHI TOILTHBA, €r0 PacIry-
XaHHIO, PEeKPUCTAJUTM3AIUY, CIHEKAaHMUIO 3epeH. JleTallbHOE SKCIIEPHMEHTAIbHOE HC-
CJIeIOBAaHUE CBOMCTB SIIEPHOTO TOILIMBA BOJIN3M KPUTHYECKUX TEMIIEpaTyp 3aTpyiHe-
HO BBUJY CIIO)KHOCTH TaKUX 3KcHeprMeHToB. OHUM U3 IyTel nosrydeHus: HHpopMa-
MM B 3TOM CiIydae SIBISIETCS MaTeMaTHdeckoe MopenupoBaHue. Hacrosmas pabota
MOCBSIIIEHa PACYIETHOMY HCCIIEIOBAHHUIO MPOLIECCOB MIIABICHUS KPUCTAIUIOB AUOKCHIA
ypaHa, B TOM 4HCJIe 1 HaHOPa3MEpHOro nuanasoHa. Mamepuanvl u memoowl. Mone-
JMPOBaHUE TPOBOIMIOCH METOAOM MOJIEKYJISIPHOH JUHAMUKH C HCIIOJIb30BaHHEM
nporpammuoro kommiekca DL POLY. Tpanciupyemas staefika Obla BEIOpaHa B BH-
Je KyOWd4ecKoro KpucTamia co CTpyKTypoil ¢umoopura. KyOmdeckue KpucTammuThl
CTPOWJIMCH ITyTEM TPaHCIALMU 3JIEMEHTapHOH s4eiiku 1o TpeM HampasieHusM. [Ipu
pacuere HCIOJIb30BAINCh NEPUONIECKHE TPaHUYHbIE YCIIOBHS (OECKOHEUHBIH KpH-
CTaJUT) ¥ HyJICBbIE TPAaHWYHBIC YCIOBHA (CBOOOMHBIN KpUCTalT B BakyyMme). [loTeHim-
aJl MeXKaTOMHOTO B3auMOJIeicTBUs ObLT BBIOpaH B opme BopHa-Maiiepa, HEeKOTOpBIS
U3 TIapaMeTPOB KOTOPOTO B3SITHI B BHJE KYCOYHO-TMHEHHBIX MEIUICHHO MEHSIOIIXCS
¢yHKuMit Temneparypsl. Pesyribmamei. B Hacrosel paboTte myTeM MOJIEKYISIPHO-
JMHAMHYECKOTO MOJEIMPOBAHMS MPOBEICHO HCCIEAOBAHUE (DA3OBBIX NPEBPAILCHUN
JIMOKCUa ypaHa. VIcronb30BaHbl TPH pa3indHble METOJUKU OMNpEeNIeHHs TeMIepa-
TYpBI TIepexojia B CYNEPUOHHOE COCTOSIHUE M TEMIlepaTypbl IUIaBieHus. [lomydeHs
pacueTHBIE OLIEHKU TEMITepaTyp Kak Ul MaKpOKpHCTaIa AMOKCHA ypaHa, TaK 1 I
KyOMYeCKHX HaHOKPHCTAJUIOB pa3MepoM OT 2,2 mo 4,4 HM. YCTaHOBIIEHO CHIKCHHC
3TUX TEMIIEpaTyp ¢ yMEHBILICHUEM pa3Mepa HaHOKpHCTAIA. Bbigodsl. st onpenerne-
HUSI KPUTHYECKUX TEMIIepaTyp ObLIM HCIOIB30BaHbl TPH CIIEIYIOIINX MeTona: 1) aHa-
M3 Buzia GYHKIUH PaanabHOTO pactpesesieHus]; 2) aHali3 U3MEHEHHUs CTPYKTYpHO-
r0 (paKkTOpa paccesHus; 3) aHaIW3 3aBECUMOCTH SHTAIBIMN OT TeMIeparypsl. B ciy-
Yyae pacCMOTPEHUS] MAaKPOKPHUCTAJUIOB MPEAIIOUYTUTENIEH METOA CTPYKTYpPHOTO (PaKTo-
pa, Tak Kak IOJydYaeMble 3aBUCHMOCTH HMEIOT XOpPOILIO BBIAENISIEMBbIE JIMHEHHbBIC
y4acTKU. DTO yNpoOIIaeT AANbHEWIINI aHanu3. B cilydae HaHOKPUCTAIIOB JyYIIMM
OKa3aJICsl METOJI SHTAIBIINY, TaK KaK OH o0siafaeT MeHbIIel norpemnocThio. Cormac-
HO TOJIy4eHHBIM pe3yJibTaTaM TeMIIepaTypsl (Ha30BEIX IIEPEXOIOB B HAHOKPHCTAILIAX
UQO, cylIecTBEHHO CHUXKAIOTCS C YMEHBILIEHHEM UX pa3Mepa.

KnroueBble cj10Ba: MONEKy/sipHas AWHAMHKA, OUOKCH] ypaHa, IIaBIE€HHE HaHO-
KPHUCTAJIJIOB.
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SIMULATION OF PHASE TRANSFORMATIONS OF URANIUM
DIOXIDE BY MOLECULAR DYNAMICS METHOD

Abstract. Background. Uranium dioxide is a fuel employed in the majority of mod-
ern nuclear power rectors. The operation temperature of the fuel can exceed 2000K,
the pressure of the gaseous fission products of uranium in the fuel core is sometimes
above 100atm. This may cause fuel microstructural changes, its swelling, recrystal-
lization, and grain sintering. It is difficult to perform a detailed experimental study
of nuclear fuel properties at critical temperatures due to hard environmental condi-
tions. Thus, to obtain the required information, the mathematical simulation is
commonly used. This paper presents calculations of melting processes in uranium
dioxide crystals comprising nano-scale crystals. Materials and methods. The simula-
tion was performed by molecular dynamics method using DL POLY code. The
translated cell was chosen as a cubic crystal with the fluorite structure. Cubic crys-
tallites were built by translating the unit cell in three directions. The periodic bound-
ary conditions (an infinite crystal) and zero boundary conditions (a free crystal in
vacuum) were used while calculating. Interatomic interaction potential was chosen
in the Born-Mayer form. Some of its parameters were taken in the form of piecewise
linear slowly varying temperature functions. Results. The paper describes the inves-
tigation of uranium dioxide phase transformations performed by molecular dynam-
ics simulation. Three different methodologies were used to determine the tempera-
ture of superionic state transition and the melting point. Temperatures both for ura-
nium dioxide macrocrystal and for cubic nanocrystals with the size of 2.2—4.4 nm
were estimated. The relation of the nanocrystal size reduction to temperature de-
crease was registered. Conclusions. The three following methods were used for crit-
ical temperature determination: 1) the analysis of the type of radial distribution func-
tion; 2) the analysis of structural scattering factor changes; 3) the analysis of the en-
thalpy — temperature dependence. The structural factor method is more preferable
for macrocrystals because the dependences obtained have well-defined linear re-
gions. It simplifies a further analysis. The enthalpy method is more suitable for
nanocrystals due to its higher accurancy. The results showed that the phase transi-
tion temperatures in nanocrystals of UO, decrease significantly with the reduction of
the crystal size.

Key words: molecular dynamics, uranium dioxide, melting point of nanocrystalls.

BBenenue

B 0oJiBIIMHCTBE COBPEMEHHBIX SICPHBIX PEKTOPOB B KAueCTBE TOILIMBA HC-
MOJIB3YeTCs TMOKCH]T ypaHa. M3 TabeTok muokcuna ypana (opMUPYIOTCS TOTUTUBHBIC
CEP/ICYHUKH TEILTOBBIICIISIONINX 3IeMeHTOB (TB3M) [1]. Bo BpeMs akciutyararmu tad-
JICTKU TIOJIBEPTatOTCS BO3JCHCTBUIO BHICOKHX TEMIIEPATYp W JIABJICHUS, OOJTy4CHHIO,
MEXaHUYeCKUM HarpyskaM. [Ipy HOMHHANBEHOM MOIIHOCTH PeakTopa TeMIiepaTypa Ha
ocu TB31a MoskeT nipeBbIaTh 2000 K, a qaBieHue ra3000pa3HbIX MPOITYKTOB JCIICHUS
ypaHa BHYTpPHU TepMeTHYHOro TBaa MoxkeT gocturatb 80-100 atm [2]. ITockonbky
JIMOKCH]T ypaHa 00JIaJiaeT Majol TEIUIONPOBOIHOCTHIO, TO B TOIUIMBHOM CEpJIed-
HUKE BO3HUKAET BBICOKHUI TemrepaTypHblil TpaaueHT [3]. Bee 3To MoxeT npuBecTu
K U3MEHEHHUI0O MHUKPOCTPYKTYPHI TOIUIMBA, €TO PACIyXaHUIO, PEKPUCTAILTU3AIINM,
CIICKaHUIO 3€peH [2].

JeTanpHOE AKCIIEPUMEHTAITHHOE MCCICIOBAHUE CBOMCTB SICPHOTO TOTUIMBA
BOJIM3HM KPUTHYECKUX TEMIIEPATyp HE MPOBOAMIOCH BBHIY CIOXHOCTH TaKHUX JKC-
nepuMeHToB. OHUM U3 MyTeld MONy4YeHUs UHGPOPMAIMKM B 3TOM ClIydae SBJISCTCS
MaTeMatndeckoe MoaenupoBanue. [lInpoko pacpocTpaHeHHBIM Ha CETOMHS SIBIISI-
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€Tcs METOJ MOJIEKYJISIPHBIA JUHAMHMKH, KOTOPBIH MO3BOJISIET MOIydaTh UH(OpMa-
U0 00 DHEPreTUYECKUX, TEPMOANHAMHYECCKUX M CTPYKTYPHBIX CBOHCTBax pas-
JMYHBIX MaTepuaioB. B 1aHHOI paboTe ¢ MOMOILBIO 3TOr0 METOAA MIPOBEAEHO HC-
CJIEJOBAHNE IIPOLECCOB IUIABJICHUS KPUCTAJIJIOB IUOKCHUAA YPaHa, B TOM YHCIE U
HaHOPAa3MEPHOI'O JUana3oHa.

1. Onucanue MeToaa

MojennpoBaHue NpoOBOJMIOCH C UCIIONB30BAHNEM POTPAMMHOI0 KOMILIEK-
ca DL POLY [4]. Tpanciaupyemas sdeiika Oblia BbIOpaHa B BHIEC KyOHYeCKOTo
KpHCTaJUIa cO CTPYKTYpo# ¢umooputa. Kybnueckue KpuCTaIMTBI CTPOMIIUCDH ITY-
TEM TPAHCISILUY 3JIEMEHTapHOM sSUelKU 1o TpeM HampasiaeHusM. [Ipu pacuere uc-
MOJB30BANKCH MEPHOANYECKUE TPAaHWYHBIE yCJOBUSI (OECKOHEUHBIH KpHCTalLl) M
HyJIeBbIE TPaHUYHBIE YCIOBHsI (CBOOOHBIN KpUCTAII B Bakyyme) B Tabi. 1 mpuse-
JIEHBI pa3Mepbl MOJEINPYEMBIX KPUCTAIIIUTOB U COOTBETCTBYIOIIEE YUCIIO ATOMOB
B HUX.

Tabmuua 1
MojenupyemMbie KpUCTALTBI
Pasmep 5x5x5 | 6x6x6 | Tx7x7 | 8x8x8 | 10x10x10
3HeMeHTapHLIX AYCCK
Paszmep, A 27,35 32,82 38,29 43,76 54,70
KonunuectBo atomoB 1500 2592 4116 6114 12000

[ToTeHunan MeKaTOMHOTO B3auMOJecTBUs ObLT BeIOpaH B ¢opme bBopHa —
Maiiepa, 4to obecrieunio MUHUMaIbHBIN HA0Op MapaMeTpoB, HEKOTOPBIE U3 KOTO-
PBIX B3STHl B BUAE KYCOYHO-TMHEHHBIX MEIJICHHOMEHSIOMUXC QyHKIMN Temrie-

patypsl:

2
1 zi(T)zj(T)e ai+aj—rij Cl'Cj
U.p(r:,T)= : + £(T)b; +b;)e - , (1
eff(rij ) 47180 VU f( )( 1 J) Xp bl'+bj ]3]6 ( )

I7ie IEPBOE CIIaraéMoe COOTBETCTBYET KYJIOHOBCKOMY B3aUMOJIEHCTBHIO, @ BTOPOE
U TpeThe — noTeHuuany bopna — Maiiepa [5]. 3HaueHMsI HE3aBUCUMBIX OT TEMIIe-
paTyphbl apaMeTpoB NOTeHIHAaNa ObUIH B3THl U3 paboTHI [6].

s BoccraHOBiIeHus napameTpoB noteHuuana z{7) u f{7) Oblin HCIOIb30-
BaHbl SKCIIEPUMEHTAJIbHBIE JJAHHBIE TI0 TEIUIOBOMY pacuinpeHuto pemetkd UO, u
U3MEHEeHUIO dHTanbuu [7]. B Hamell npeapiaymieii padore [8] Obutn momoOpaHbl
3aBHCHUMOCTH JPOOHOTO 3apsiia MOHA KUCIIOpOJa U TapaMeTpa f OT TeMIepaTyphl.
B nacrosimeli pabore MbI HCIONB3yeM 3TH 3aBHCUMOCTH (popmyna (2)) B moji-
MIPaBJIEHHOM BHUJI€ [TOCIIE UCIIPABIICHUS OMYIIEHHBIX paHee HETOUHOCTEH:

T —T 9,6092-107,T < T, =1,192966,
Z(T)=ZO|:1+OL 0 }, rae o= 0 0
0 29,27444-10°,T >T,, To=26060K; )
‘ T —T 9,34793-102,T<T,, f,=0,3540625,
FT)= fo| 1+B=L— |, racB= T ok
T 2,59565-1071, 7> T, 0= :
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Ha puc. 1 M0XHO BUAETH, UTO HAWJEHHBIC IO PTOW METOJINKE 3HAUCHUS IMa-
pameTpoB ApoOHoro 3apsina u f{T) UMEIT JIBe XapaKTepHbIC JIMHEHHbIE 00J1acTH
¢ mepexooM npH Temrneparype Boimm3u 2670 K — temnepaType nepexonaa B cymnep-
noHHoe cocrosiHue [7]. Bomee moapoOHO BOMPOCK 0OOCHOBAHUS TEMIIEPATYPHOM
3aBUCHMOCTH YKa3aHHBIX IapaMETPOB IMOTCHIIMAIa paCCMOTPCHBI B HAIUX MPEAbI-
nymux padorax [8, 9].
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Puc. 1. 3aBucumocTts mapamerpa f; 1 JpoOHOTO 3apsiaa HOHA KUCIOPOJa OT TeMIepaTyphl
1 KyCOYHO-JTMHEHHAas allpOKCHUMAIUs C IepexooM BOmu3u Toukn 2670 K

Jlnst Bcex pacyeToB LIar YHCIEHHOIO MHTEIPUPOBaHUs Ol BHIOpaH paBHBIM
5 ¢c, paguyc obpe3aHus MOTEHIMAIa B Clyyae MCIIOIb30BaHUS HYJIEBBIX I'PaHUY-
HBIX YCJIOBUH 3aJaBajcs TakUM 00pa3oM, YToObl 00JACTh AEHCTBHS MOTEHIHMAJA
OXBaThIBaJla BCE YaCTHLIBI CHUCTEMBI, M BapbHUpOBAJICS B Mpenenax oT 55 1o
105 aHrcrpeM B 3aBUCUMOCTH OT pa3Mepa KpUcTauiuTa. B ciydae nepruoandeckux
yCJIOBHM Hcnonb3oBaics paguyc 10 anrctpem.

2. OnpenesieHUs1 TOYKH MJIABJIEHUS

Jns uneHTu(UKaMyd TOYKH IJIaBJICHUS! B MOJIEKYJAPHON TUHAMUKE Cylle-
CTBYET HECKOJIbKO MeTomoB. Hambomnee pacmpocTpaHeHHBIE CIlEQyIOLINe: aHaju3
BUAa paguanbHoil yHKuuu pactpenenenus (PDOP), meron crpykrypHoro gaxro-
pa; aHaJIu3 U3MEHEHHUS SHTAIBINH. PacCMOTPUM OTIENBHO KaXKABIH METOI.

2.1. Paouanvnasn pynkyus pacnpeoenenus

Bun atoli ¢pyHkimu sBnsieTcst rpa@UUECKUM MPEACTABICHUEM YIIOPSIOYCH-
HOCTH PacIOJIOKEHUSI YaCTHI] B KpucTanueckoi pemerke [10]. Marematuuecku
P®P omnucriBaeT BEpOATHOCTh HAXOXKACHUS YACTHI] HA PACCTOSHUU R OT 3aJaHHOU
touku [11]. Beruucnsercs POP no ¢popmyne
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_V N(R,AR)
N 4nR*AR

g(R) (3)
rae — N 9ucio 4JacTull MonenupyeMoro kpuctamia N(R,AR) — 9WCIO YacTwII,
HaXOISMIKXCA B CPEPHUUECKOM cIIoe IUPUHON AR .

Bug POP no3sossieT Ka4eCTBEHHO OLICHUThb, HAXOAUTCS MaTepHal B pac-
ILUIABJICHHOM HJIM KPUCTAIIIMYECKOM COCTOSHUHU. JUJIsl yHOPSJOYEHHOrO COCTOs-
HUs Kpuctaiuia POP npexacraBnser coboi mociieoBaTeNbHOCTh PE3KUX YETKUX
IIUKOB, II0JIOKEHUE KOTOPBIX COOTBETCTBYET 3aKOHOMEPHOCTU PACIIOJIOKEHUS
aTOMOB.

Crnenyer OTMETHTB, YTO NEPBBIA MUK MPUCYTCTBYET Bceraa, B 1r00oM dazo-
BOM cOCTOsiHMM. Toraa kak BTOPOM U MOCIEAYIOIINE IMUKYU IIPU BBICOKUX TEMIIEPA-
Typax CTaHOBATCS 0oJiee MOJOTMMH M MCYE3aI0T BOBCE, KOTAa KPUCTAILT IEPEXOAUT
B PACILIABIEHHOE COCTOSIHUE

Ha puc. 2 nokazansl POP nist 6eckonedynoro kpucramia. XOopomo BHIHO,
gto npu Temrneparype 2500 K Bropoit nuk xopouio pazianuum, a npu 3500 coBcem
UCYE3aeT, TaK KaK KPHUCTAJJI HAaXOAMUTCS B JKUAKOM cocTossHuH. OTcrola clenyer,

4TO TeMIlepaTypa IUIaBJICHHS MOKET HaXOAUTHCSA MEXAY IBYMs dTHMH TeMIiepa-
TypaMHu.

8 -
7 A
//\ —— 1500 K
® B 2500 K
| —+—3500 K
5, &
S 4 ) R
S il A
2 /_‘J‘ \ /,f
7T e
I Y i S
0 i S 4 |
3 4 5 6 7 8
R, A

Puc. 2. Paguanbhast pyHKIUS pacupeieneHus HOHOB ypaHa JUisi 0ECKOHEYHOTO
KpHCTaJUIa TIPH PA3INIHBIX TEMIIEpaTypax

IIpumeHnM aHanmoOrHMUHBIE paccyXIeHMs A1 HaHoKpucTaia. Ha puc. 3 no-
kasaHbel POP noHOB ypaHa HaHOKpUCTAUIA SX5X5 P pa3iIudHbBIX TEMIEpaTrypax.
3necs npu temneparype 1200 K kpucrannuueckas CTpyKTypa €lle COXpaHSeTCs
(BTOpOIi M MOCNEAYIOINE UKH ellle pa3IuyiMBbl), Toraa kak temmneparypa 1800 K
COOTBETCTBYET PACILIABICHHOMY COCTOSHHIO (OTCYTCTBYET BTOPOH IHUK).
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Puc. 3. Paguansuas ¢GyHKIMs pacmpeesicHus HOHOB ypaHa
JUTSl HAHOKpHUCTaJIa 55X 5 Mpu pa3nyHbIX TeMIIepaTypax

Od4eBUAHO, YTO TAKUM METOJOM OYEHBH TPYIHO HAWTH TOUYKY Haydama IIaB-
JICHUsI, TTIOITOMY 3TOT METOJ OoJiee MOIXOMUT Uil OLECHKH (pa30BOTO COCTOSHUS
CHCTEMBI TIPY KOHKPETHOM 3a/IaHHON TeMIIepaType.

2.2. Memoo cmpykmypnozo paxmopa

DTOT METOJI OCHOBAH Ha aHAJIN3€ TUHAMHUKU U3MEHEHUsI CTPYKTYPHOro (hak-
topa [14]. C 3T0i 1enbio0 BRIYUCIAETCSI HOPMUPOBAHHBIN KBaJpaT MOIYJIA CTPYK-
TYypHOTO (haKkTOpa OTAEIBHO AJIS MOAPEIIETOK YpaHa U KUCIOPOAa B HAPaBICHHAX
(001), (010) u (100) B cooTBeTcTBHHM C hopMyOn

2

N 2 (N 2
Su(k) =— D cos(k-r,) | +| X sin(k-n,) | |, 4)
N n=l1 n=l1

I'’IC HHACKC Ol COOTBETCTBYET aTOMaM ypaHa WK KUCIIOpOoaa, N — KoM4ecTBO aTo-

MOB B cHCTeMe; k — 0a3MCHBIA BEKTOp OOpaTHOM pEIIeTKH BBIOPAHHOT'O HAIpaB-
J€HHUs; 7, — PAJNyC-BEKTOP aTOMa CHCTEMB.

ITpu 0 K xpucramn npeacrapnser co00i WaeanbHYI0 CTPYKTYpY, CTPYKTYp-
HBIH (aKToOp KOTOPOW paBeH equHuIe. HanmpoTHBs, Ipu BEICOKUX TEMIIepaTypax s
pacIUIaBICHHOI'O COCTOSIHHSI KBaJIpaT MOMAYJISL CTPYKTYpPHOTO (hakropa CTpeMHTCS
K HYJIIO, a €r0 YMCJICHHBIE OIIeHKU Konebmores B auamazone 0,01-0,04. K coxane-
HUIO, BPEMEHH MOJEJIHMPOBaHMS HE JOCTATOYHO, YTOOBI B OOJIACTH TEMIIEpaTyphI
IUIaBJIEHUS IEPEBECTH KPUCTAUT U3 TBEPJOTO B pacIlIaBlIeHHOE cOCTOsSHUE. B cB-
3M C 3TUM 3HAYEHHUE KBaJpara MOIYJsl CTPYKTYPHOro (akTopa HE OIMyCKaeTcs HU-
ke 0,2 make Ipu BRICOKUX TeMIIepaTypax.

BennunHa cTpyKTYpHOTO (akTopa ONpenessieT HHTEHCUBHOCTh OTPaKECHUSI
NPY PEHTTEHOBCKOW MU(paKIMK Ha KPUCTAIUIAX ISl ONIPECIICHHBIX HAIIPaBICHUH.
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[Ipu 5TOM HM3BECTHO, YTO JorapudMuueckass 3aBUCHMOCTh WHTEHCHBHOCTEH u-
(paKIMOHHBIX MAaKCHMYMOB TPECTaBISIET COOOH JTHHEHHYI0 (QYHKIHIO OT TeMIle-
parypsbl. TeopeTryecku 3Ta 3aBUCHMOCTH MOJTy4aeTCsl B MIPUOIMKEHNH DHHIITEl-
Ha, KOTJa KoJIeOaHUS aTOMOB CYHMTAIOTCS HE3aBUCHMBIMHU OCHMJUISTOPAMHU TPH
TeMIiepaTypax Bbilie komMHaTHOU [12]. CremoBaTenbHO, B METOJE MOJICKYJISIPHOM
JVUHAMHUKH TPU HEM3MEHHOM XapakTepe KojieOaHWil aTOMOB 3aBUCHMOCTH JIOTa-
pudMa MOayIIst CTPYKTYPHOTO (haKTOpa OT TEMIIEPaTyphl TAKXKE JOJIKHA OBITh JIU-
HEHHOM.

Ha puc. 4 B morapudmMuaeckoM Macmtadbe moKa3aHa 3aBHCUMOCTE KBajpaTa
MOJyJII CTPYKTYPHOTO (paKTOpa, YCPETHEHHOTO MO TPEM HE3aBHCHMBIM HaIlpaBIie-
ausM (001), (010) m (100). Ycepennenne MpOBOIUIOCE C IENbI0 YMCHBIIICHHAS aM-
TUTUTYIBI pa3dpoca TOUEeK W YIPOIICHUS aHAIN3a Pe3yIbTaTOB.

1 ‘k‘\‘:&‘{ e Oxygen

A  Uranium

avr

IS (k)I*
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Puc. 4. TemnepaTypHbIC 3aBUCUMOCTH KBaJIpaTa MOIYJISI CTPYKTYPHOTO (akTopa,
ycpearenHoro no HampasieHusM (001), (010) u (100), oTaensHO A7 pemeToK
ypaHa ¥ KHCJIOpO/ia C JIMHEIHOW anmpoKcHuMalueil Mexay ToukamMu (ha3oBbIX
nepexo10B B obnactu 2400 1 3200 K

Buano, yTO Ha JaHHOH 3aBUCHMOCTH JJ1sl HOHOB KUCJIOPOJa U YpaHa MOXKHO
BBIJIETINTh HECKOJIBKO XapakTepHbIX oOmacteil. [Jo temmeparyp 2200 K mpowncxo-
IWT JJUHEIHOEe U3MEHEeHUE CTPYKTypHOro ¢akTtopa. Jlanee B 0b61acTu TeMueparypel
nepexoaa B cynepuoHHoe coctossHue 2200-2500 K npoucxoauT nocTeneHHoe u3-
MEHEHHE XapakTepa KojeOaHHWH aTOMOB KHCIOPOZAA, KOTOPBIE, B CBOIO OYEpE.b,
MEHSIOT aMIUIMTYAy KoJieOaHUM aTOMOB ypaHa, M Yroj HakKJIOHA 3aBUCHMOCTEH
CYLIECTBEHHO MeHsercsl. JIMHEHHbIH XapakTep 3aBUCHMOCTEH COXpaHseTcs [0
TeMIiepaTypsl IuiaBieHusa kpuctamia 3200 K, nanpHeilline uU3MEHEHUs! CBSI3aHBI
C mepexoJoM B pacmuiaBiicHHoe coctostHue. IIpu Temmneparype 3600 K pemerka
aTOMOB ypaHa pa3pyLIaeTcsl U CTPYKTYPHBIN (PaKTOpP CKAUKOM MEHSETCs OT 3Haue-

Physical and mathematical sciences. Physics 205



Hszeecmus evlcuuux yuebnvix saeedenuil. I1ogonxicckuli pecuon

Huit 0,5 mo 0. 3To moka3pIBaeT, uro TeMireparypa 3600 K cymiecTBeHHO mpeBhITTa-
€T TOYKY IUIaBJICHHS, IOCKOJBKY Pa3pyIIeHUE PEIIeTKH POUCXOIUT 332 HECKOIBKO
JIECSITKOB IIaroB MHTETPUPOBAHUS. ATIPOKCUMHUPYS TUHEHHbIE YyIaCTKH METOJI0M
HaVMEHBIUX KBAJPATOB M HAXOJls COOTBETCTBYIOIIUE TOYKHU IEpPEeCeUeHHs, TOoIy-
YW 3HAYCHUs JIUIsl Temreparyp ¢a3oBbix mnepexonoB 2470 + 400 K u 3260 +
+ 280 K, xotopsie cornacytorcs ¢ pekomeHaanuamMu MAI'ATO 2670 u 3120 K co-
OTBETCTBEHHO [7]. YKa3zaHHBIE MOTPEUTHOCTH PAaCcYETOB BHIUMCIEHBI HA OCHOBE
OIIEHOK TOYHOCTH aINPOKCUMAITUH 110 METO/Ty HAMMEHBIIINX KBaJpPaTOB.

Hcnonb3ys onmucaHHBIN BBIIIE MOAXO/ 110 OLIEHKE N3MEHEHHS CTPYKTYPHOTO
(akTopa ¢ pOCTOM TEMIIEpPaTypbl, MOXKHO CYAUTH O (a30BBIX Iepexojax H JUis
HaHOKpHUCTAIUIOB. 11 mpumepa pacCMOTPUM HAHOKPUCTAII pa3sMeEpoM S5x5x5.
[Mony4eHHble pe3yNbTaThl U3MEHEHUS! CTPYKTYpHOTO (akTopa MpeAcTaBlICHb Ha
puc. 5. [TonmyyeHHas: 3aBUCUMOCTh UMEET XapaKTepHbIe JHHEHHbIEe (B Jorapudmu-
4ecKUX KoopauHartax) obmactu. TemmepaTypbl ()a30BbIX MEPEXOAOB OMPEACIISIIH
KaK TOYKH TIEPECEUYCHUS ampoKCUMAIMOHHBIX MpAMBIX. [lomydeHHbIe 3HAYCHUS
coctaBmn 930 £ 260 K u 1500 = 300 K a5 moapemeTox KUCIopoaa U ypaHa co-
OTBETCTBEHHO.

] \ | \ | \
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Puc. 5. TemmepaTypHbIe 3aBUCHMOCTH KBaJIpaTa MOJIYJIS CTPYKTYPHOTO (pakTopa,
ycpenaenHoro o HampasieHmsM (001), (010) u (100), o kydudeckoro
HaHOKpPHCTAJIa pa3MEPOM 5X5X5 351eMEHTapHBIX SYeeK

2.3. 3asucumocmu IHMAIbRUU CUCHEMBL OM memnepamypbol

Ha puc. 6 MpeACTaBJICHBI 3aBUCUMOCTH HpPIBCI[eHHOfI OHTAJIBIIMKU IJIA Ky6I/I—
YCCKUX HAHOKPHUCTAJJIOB PAa3IMYHBIX Pa3MCpPOB. KauecTBeHHO 3TH 3aBHCUMOCTH
HUMCIOT O,I[HHaKOBLIﬁ XapaKkTep AJid KPUCTAJJIOB PA3JIMYHBIX PasMEpPOB: BHA4AJIC
MMPpOUCXOaUT IUIABHBINA POCT, 3aTEM Ha6J'HO,Z[aIOTC}I JBa CKa4dKa SHTaJbIINHU. HepBBIﬁ
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CKa4yoK Ha BenmunHy nmpumepHo 0,5 sB/at. cBsi3aH ¢ mepexoaoM KpHucTamia B CyTe-
PUOHHOE COCTOSIHHE, BTOpOH Oojiee pe3knid CKadyoK Ha BEIWYMHY HPHUMEPHO
1,5 aB/ar. cBsi3an ¢ 1TaBieHHeM KpucTamia. [I0CKOJNBKY IMOBEHINICHHE TeMITepaTy-
pPBI TIPOBOJMIIOCH CTYIIEHYATHIM OOpa3oM, a BpeMs MOAETUPOBAHHS Ha KaXKTOH
TEMIIEpaTypHOH TOYKE OBUIO OrPaHMYCHHO, TO B Ka4eCTBE KPUTUYCCKUX BHIOWpA-
JIMCh TOYKH, KOTOPBIE JISKAT Ha CEPEIMHE OTPe3Ka Pe3KOro pocTa dHTAIbINU. Pac-
CUMTAaHHBIC TAKUM 00pa3oM TeMIlepaTyphl mpuBeaeHbl B Ta01. 2. CorjacHO moiy-
YEHHBIM pe3yJbTaTaM 00€ 3TH TeMIlepaTypbl CYIIECTBEHHO CHIDKAIOTCS C YMEHb-
IIEHHEeM pa3Mepa Kpucramia. Tak, Temreparypa IUIaBIeHNsS HaWMEHBIIETO U3 pac-
CMOTPEHHBIX KPUCTAUIOB (pa3MepoM 2,7 HM) OKa3bIBaeTCS MPUMEPHO B JIBa pasza
HIDKE TEMIIepaTyphl TUIABJICHUS MaKpOKpHCTaIU1a JuoKcHaa ypaHa. C yBennJyeHu-
eM pa3Mepa 00e TeMIiepaTypbl OBICTPO BO3PACTAIOT.
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Puc. 6. 3aBHCUMOCTE IPUBEACHHON HA aTOM SHTAITBITHN
OT TEMITePATYPhI T KyONUECKNX HAHOKPHCTAIIOB PA3JIMYHbBIX Pa3MEepPOB
(pa3mepsl yKa3aHbl B 3JIEMEHTapHBIX SUEHKax)

Ta0mnua 2
TemmepaTypsl (Ha30BBIX MEPEXOIOB ISl KyOUYECKHX HAHOKPHUCTAILIOB
Pazmep T nnaBneHus T nnaBieHus
9JIEMEHTAPHBIX STYE€EK penieTku kucnopoaa, K penieTku ypana, K

5x5x%5 1125 +£ 25 1525 £ 25

6x6%6 1200 + 25 2025 £ 25

TXTxT 1450 + 50 2300 £ 50

8x8x8 1450 + 50 2400 £ 50
10x10x10 1500 + 50 2700 £ 50
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B nuTeparype HEeT 3KCIIepUMEHTANBHBIX JaHHBIX O TeMIIepaType TUIaBICHUs
HaHopa3MepHbIX KpuctauioB UO,. OnHako Ui METaJUIOB U3BECTHO, YTO C YMEHb-
IIEHUEM pa3Mepa KpUcTaiia JIo JECATKOB HAHOMETPOB €ro TeMIeparypa IuiaBiie-
HUA pe3ko yMmenbmmaetcs [13]. Takum o0pa3om, pe3yabTaThl MOJACTUPOBAHUS TTOKA-
3BIBAIOT, YTO U JIJIS TMOKCH/IA YpaHa CITPaBEIMBO TAKOE YMEHBIIICHHUE.

Jlyis GECKOHEUYHOr0 KpHCTallla 3aBUCHMOCTh 3HTAJBIIMU OT TEMIICPaTyphl,
MpeICTaBJICHHAS Ha PUC. 7, HE UMEET TaKuX 0COOEHHOCTEH, KaK /I HAHOKPHUCTAII-
70B. Brmmote mo temmepatypsl 3700 K HaOmromaeTcs ImIaBHOE YBEITHUICHHE, 3aTEM
MPOUCXOJHUT HEOOBINONW CKAYOK, KOTOPBIH CBSI3aH C MOJHBIM PaCIIaBICHUEM KpPH-
cramia. To ecTh B JJAHHOM ciy4ae CIO0XKHO HICHTU(DUIMPOBATh TOUKH Iepexojia
B CYTIEPUOHHOE COCTOSIHAE M COCTOSTHUE TUIABJICHUSI.
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Puc. 7. 3aBUCHMOCTB SHTAIBIINHU OT TEMIEPATYpPHI 711 OeckoHewHoro kpuctamia UO,

Takum obpa3om, B ciiyyae pacCMOTPEHUS] MAaKPOKPHCTAIJIOB MPEATIOYTHTE-
JIEH METOJ CTPYKTYPHOTO (hakTopa, TaK KakK MOJIydaeMble 3aBUCHMOCTH UMEIOT XO-
pOLIO BbLACTAEMbIC JMHEHHBIC YYAaCTKH, YTO YNPOIUAET AajJbHEHIINN aHaIu3.
A B cilydae HAaHOKPHUCTAJIJIOB JIy4lle OKa3aJICsl METOJ SHTAJIBIINM, TaK KaK OH o0Jia-
JaeT MEHBIIEH MOTrPELIHOCTEHIO.

3akioueHmne

B HacTosmeit pabote myTeM MOJIEKYJISIPHO-TMHAMHYECKOTO MOJICITHPOBAHUS
MPOBEJICHO HccieoBanue (a3oBhIX MpEeBpalleHui AuoKcuaa ypana. Jlns onpene-
JICHUs KPUTHYECKUX TEMIIEpaTyp OBUIO HCIIONB30BAHO HECKOJIBKO METOJIOB:
1) aHanm3 BUAa (QYHKIIUH PaTUAIBHOTO PACTIPEACIICHUS, 2) aHaIN3 H3MEHEHUS
CTPYKTYpHOro (hakTopa paccesHus; 3) aHaJu3 3aBUCHMOCTH SHTAJBIUK OT TEMIIC-
parypsl.

[Ipu ompeneneHuy TOYKW TUTABJICHUS OECKOHEUYHOTO MaKpOKpHCTaia -
(hEeKTUBHBIM OKa3aJiCsi BTOPOI METOJ, TOT/la KaK NPy PacCCMOTPEHUU HAaHOKPUCTAJI-
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IUTOB — TpeTud. HaliieHHble 3HAYEHHs TEMIIEpaTypbl CYNEPUOHHOTO MEpeXojia
2470 £ 400 K u turaBnenus 3260 + 280 K B mpezenax morpenrHoCcTH COracyoTcs
C U3BECTHBIMHU JKCIEPUMEHTAILHBIMU JaHHBIMU. [Ipu paccMOTpeHHMH HaHOKpHU-
CTAJUTIOB B JUana3oHe pa3MepoB 2,7—5,5 HM yCTaHOBIICHO CHIDKCHUE dTHUX TEMIIC-
paTtyp ¢ yMEHBIIICHHEM pa3Mepa.
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