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C noMoIIbio MOJIEKYISIPHO-AMHAMUYECKOTO MOJIeJIMPOBAHUS IIPOBEIEHO HccleloBaHNe (ha30BBIX MepexooB
KyOUUeCKUX HAHOKPUCTAJLIOB IMOKCU/A ypaHa. MoempoBaHue IPOBeIeHO Ha OCHOBE TIAPHBIX IIOTEHIHATIOB C
napameTpaMHy, 3aBUCAINME OT TeMIIepaTypbl. PaccMOTpeHs! Iporieccs! CyIeproHHOTO Iiepexoia 1 MIaBIeHNUs.
Paccuntanbl COOTBETCTBYIOIIIE TEMIIEPATYPHI VIS HAHOKPUCTAJIOB B IUAMA30HE Pa3MepoB 2,2 — 5,5 HM.
KuaroueBrie cioBa: MosiekyssipHast JUHAMUKA, TUOKCH/ ypaHa, IJIaBJIeHNe HAaHOKPHUCTAJLIOB/

BBE/IEHUE

JIvoKcut ypaHa siBJisieTcst HauboJiee pacipoct-
PaHEeHHBIM TOILJINBOM B COBPEMEHHBIX SI/IEPHBIX Pe-
aktopax. V13 TabJieTok AnOKcHIa ypaHa (hopMHUpy-
F0TCSI TOTIJTUBHBIE CEPAEUYHUKY TETIJIOBBIIEITIONTIUX
anemenToB (TB2J1) [ 1]. Bo Bpemst akcityaTarmu tab-
JIETKY TIOJIBEPTAIOTCS BO3/IECTBUIO BBICOKUX TEM-
nepaTyp U JaBJieHus, 06Jy4eHn 0, MEXaHUIeCKUM
HarpyskaMm. [Ipy HoMUHAIBHOM MOIITHOCTU PEAaKTO-
pa TemIepaTypa Ha OCH TB3JIa MOXKET TIPEBBINIATh
2000 K, a maBieHue ra3o00pasHbIX MPOAYKTOB Jie-
JIeHUS ypaHa BHYTPU TEPMETUYHOTO TBIJIA MOKET
nocturath 80-100 at™m [2].

IKCIIePUMEHTAIBHO ITPOIIECCHI, POUCXOISTIIIE
B TOILIMBE [IPU TEMIIEPATYPax OJU3KHUX K KpUTHYEC-
KHM, ¢J1a00 U3y4YeHBbI, TO9TOMY MOJIEJTMPOBAHIE CJTy-
JKUT XOPOIITUM UCTOUHUKOM JIJISI TOJTyYEHUST HOBOI
nHbOPMAIUN.

B manHoii paboTe ¢ TOMOIIBI0 MOJIEKYISIPHO-
JTMHAMHUYECKOTO MOJIEJTUPOBAHMUS UCCIEYIOTCS (ha-
30BbI€ [IEPEXO0/IbI HAHOPA3MEPHbIX KPUCTAJLIOB JIU-
OKCHJIa ypaHa.

1. METOJ PACUETA

MozempoBaHue POBOIUIIOCH € UCIOJIB30Ba-
HueM nmporpamMuoro kommiekca DL POLY [3]. B
KayecTBe MoJieJin ObLI BIOpaH KyOU4eCKUil KpUc-
TaJLJT CO CBOOOIHBIMU rPpaHuIiaMu (HyJI€Bble TPaHIY-
Hble ycaoBust) TpaHcaupyemast sitaeiika Obla BbIO-
paHa B BUjie KyOUYeCKOTO KPUCTAJLIa CO CTPYKTY-
poii durooputa. KpuctayuThl CTPOUIUCH TTyTEM
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muveckux Hayx, sagedyrowull iabopamopueti Komnviomep-
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Ceemyxun Bsiuecnas Bukmoposuy, doxmop usuxo-mame-
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TPAHCHSANNU 3JIEMEHTaPHOU SYeiiku 1o TpeM Ha-
npaBjeHusiM. B Tabu1. 1 puBeeHb pasMepbl MOjie-
JIUPYEMBIX KPUCTAJUIUTOB U COOTBETCTBYIOITIEE YHC-
JIO aTOMOB B HUX.

IToTenmnuaa MeXaTOMHOTO B3aUMOAEHCTBUSI
6b11 BeIOpaH B hopme Bopra-Maiiepa, uto obectie-
YIJI0 MUHUMAJIbHBI HaOOP MapaMeTpoB, HEKOTO-
PbI€ U3 KOTOPBIX B3STHI B BU/IE€ KYCOUHO-JIMHENTHBIX
MeJIJIEHHOMEHSIOIUXCS QYHKIIUI TEMITEPATYPBI:
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rJie liepBoe cJlaraeMoe COOTBeTCTBYeT KYJIOHOBCKO-
My B3aUMO/IefiCTBUIO, a BTOPOE U TPeThe — IOTEH-
nuany bopna-Maiiepa [4]. 3HaueHusI He3aBUCHMBIX
OT TEMIIEPATyPhl APAMETPOB MOTEHIIHATA ObLIN
B3s1ThI U3 pabotsi [5]. [apamerpsi z(T) u f(T) 3a-
TAI0TCS B BUJIE KyCOUHO-JTMHENHBIX (DYHKITHIA:

, 2, =L192966, T, =2666K
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T-T 9,34793.10°, T<T,
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Bouiee oapo6HO BOIPOCH 000CHOBAHMS TEMIIE-
paTypHOI 3aBUCHMOCTU YKa3aHHBIX HapaMeTPOB
NOTEHIIWa/Ia paCCMOTPEHDBI B HAIIUX ITPEABLAYIIUX
paborax [7, 8].

2.METOAbI UAEHTUOUKAIINN
TOYKU IIVIABJIEHUA

g npeHTu@UKAINU TOYKY TIJIaBJIeHUs B MO-
JIeKyITPHOU TUHAMUKE CYTI[eCTBYeT HECKOBKO Me-
toz1oB. HaunboJiee pacripocTpaHeHHbIE CJIEYOIINE:
aHAJIN3 BU/IA paINaibHON (DYHKITNH pacIipeiesieHus
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Ta6smua 1. Mogenupyembl KPUCTAILITBI
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Puc. 1. 3aBucumocTb nmapamerpa f u 1po6HOTO 3apsiia HOHA KICJIOPOa OT TeMITEPaTyPhl
1 KYCOYHO-JTMHENHast allIPOKCUMAIIHSI € TTepexo1oM BOsn3u Touku 2670 K [6]

(PDOP), meto cTpyKTYpHOTO (haKTOPA; AaHATIMU3 U3-
MeHEHMS SHTAJIBINUM (METO/ KaJJOPUMETPUUECKOU

KpHUBOI1).
1) P®P Boruncasercs mo popmye [9]:
V N(R,AR)
R)y=———"7"-7—
g(R) N AsRAR 3)

rzie — N YiCJI0 4acTUIl MOJIeJIUPYEeMOTO KPUCTAJLIA
N(R,AR) —uucsioyacTuil HaXo/s1uxcs B cepi-
YeCKOM CJIoe MUPUHON AR .

Buxg POP no3Bossger KaueCTBEHHO OIEHUTH
HAXOIUTCSA JU MaTepuaj B PacIlJIaBJeHHOM WJIN
KPHUCTAJUITUYECKOM COCTOSHUU. /11 ynopsga04eHHo-
ro cocrosuus kpuctamaa POP mpexacrasaser co-
6O¥l MoCJIeIOBATEIBHOCTD PE3KUX YETKHUX MUKOB,
TOJIO}KEeHNE KOTOPBIX COOTBETCTBYET 3aKOHOMEPHO-
CTH PacToJIo:KeHus1 aTOMOB. CJielyeT OTMETUTh, YTO
MEePBbIi MUK IPUCYTCTBYET BCETIA, B TII0OOM (haso-
BOM COCTOSTHUH, TOT/Ia KAK BTOPOH 1 TTOC/IeTyIOIIe
MTUKH [TPY BBICOKKMX TEMITEpaTypax CTaHOBSATCS 60-
Jiee TIOJIOTUMHU U TIOJTHOCTBIO MCYe3a10T, KOT/Ia KPHUC-
TaJLJI TEPEXOIUT B PACIIaBJIEHHOE COCTOSHUE.

2) Meto cTPYKTYypHOTO (hakTOpa OCHOBaH Ha
aHalu3e AUHAMHUKU W3MEHEHUS BEeJUYUHBI

2

S, (k)

, KOTOpasd BbIYUC/IAETCA KaK HOPMUPOBAH-

HBIN KBaZpaT MOAYJII CTPYKTYPHOTO (pakTopa OT-
JIeJIbHO 1715 TIOIPellieTOK ypaHa M KUCJI0POo/ia B Ha-
npassenusax (001),(010) u (100) B cooTBeTCTBUY C
opmyoii [10]:

2

S, (k)| =L

NZ

N 2
- -

Z cos(k-r, )| +

n=1

N - - 2
+ Z sin(k-r
(k)1 @
n=1
T/le UHEKC 6 — COOTBETCTBYET aTOMAM ypaHa Win
KHca0poza, N — KOJTMIecTBO aTOMOB B CUCTEME, BEK-
TOp k — BEKTOP 0OPaTHOIi PeIeTKy, 7, — pajuyc-
BEKTOp aTOMa CHCTEMBI.

ITpu 0 K xpucrajur npejacrasisier coboit wje-
AJIBHYIO CTPYKTYPY, CTPYKTYPHBIN (DaKTOP KOTOPOi
paBeH eziuHuUIle. HarrpoTus, pu BBICOKUX TeMIepa-
Typax JIJIsl PACIIaBJIEHHOTO COCTOSIHUST KBAJpaT
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MOJYJISI CTPYKTYPHOTO (DaKTOpa CTPEMHUTHCS K
HYJIIO, a €T YHCJICHHbIE OIIeHKH KOJIeOII0TCS B INa-
mazone 0,01-0,04.

3) B metone anTambimm (ha3oBbiil epexo;1 uieH-
THMUIMPYETCSI TT0 PESKOMY CKaUKy Ha TEMIIEPATYPHOM
sapucumoctu H(T). BHatneii ipepiytieii padore [ 11],
MOCBSIIIEHHO MOJIETMPOBAHUIO ILIABJIEHHST ITOKCH/IA
ypaHa 3T METO/IbI PACCMOTPEHBI GoJ1ee OAPOGHO.

3. OIIMCAHUE PE3YJIBTATOB

Jlng moHHOTO KpUCTaIa TMOKCH/a ypaHa Xa-
pakTepHO HaJNW4He CyleprMoHHOTOo nepexoza. Ilo-
CKOJIbKY Macca MOoHa ypaHa MHOTOKPATHO TIpeBocC-
XOJIUT Maccy MOHA KUCJOPO/a, TO KUCTIOPOJL B pe-
metke 6osee moxBuskeH. To ecTh mojapernieTka
KHCJIOPO/Ia OKa3bIBaeT MeHee CTaOUIbHOMT 1 JIJISI TTe-
PeBOjIA €€ B PACIIIABHOE COCTOSTHUE TPEOYETCSI MEHb-
e dHepruu. SJBjaeHne pacniaBieHnss aHHOHHBIN
moJipernieTke Ha (poHe OTHOCUTENBHO YITOPSI0YeH-
HOI KaTMOHHBIN TOIPENIEeTKU U Ha3bIBAeTCs CyTie-
PHOHHBIM TIePeX0oM. DTOT 3 deKT ObLT BIIepBbIe
obHapy:KeH sKcrepuMeHTanbHO Bpemnnrom [12]
M037Ke TIOITBEPIK/IEH B IPYTUX paboTax.

[Ipu nccrenoBanuu ha3oBbIX IEPEXOIOB ITPOBO-
JIUJIOCH CTyTIeHYaToe HarpeBaHue KPUCTAJJIUTOB C
marom 100 K. Ha puc. 2 npezcrasiieHa 3aBUCUMOCTb
CTPYKTYPHOTO (DaKTOPa OT TEMIIEPATYPBI /11 HAHOK-
pucrasia 5x5x5. [Ipu Temmepatype 2000 K 3mave-
rue S(k) st KueaopoHo MOAPEIIETKH MAIAeT 10
3HaueHnd nopsaka 0,03 OTHOCUTEeNTbHBIX eTUHUIL. JTO
O3HAyaeT, YTO peleTKa paciyiaBuaach (CyrnepuoH-
HbIii nepexon ). st ypanooii mogpernretk ke S(k)

OTIyCKaeTCs 10 TAaKUX 3HAUYEHUU MPU TeMIiepaType
2600 K, uto coorBercTByeT IiaBjeHnio. 06 9To cBU-
JIeTeIbCTBYET U PE3KUI CKAaUOK 3HTAIbIuu (puc. 3),
HaOJTIOIAIOTIMIACS TIPH TOI JKe TeMIepaType.

Heo06X0a1MM0 OTMETHTB, YTO TP TEMITEPAType
2100 K npoucxoaut TpanchopmMalivst HAHOKPUCTAJI-
JIa: KyOUIecKU i KpUCTAJLT, OTPaHMYEHHBIH TLI0CKO-
cramu tuna (100), mpuHumaer popmy oKTasapa
(puc. 4). C atnM CBsI3aH CKA4OK CTPYKTYPHOTO (hak-
TOpa /I MOHOB ypaHa MpU JaHHOU TeMIepaType
(puc. 2). IloBepxHOCTH KPUCTAJLJIA OTPAHUYEHA YIKe
4-ms1 mockoctsvu tunia (111) u geyms tumna (100).
BeposiTHo, uTo 11pu GoJiee UTUTEBHON pelakcalium
KPHUCTAJLI IPUMET (DOPMY TIPABUJIBHOTO OKTaspa.
Iror adderr Takske ObLT3auKcHpoBat B padore [ 13],
TJie aBTOPBL, ITpoBost M/ MosiemipoBaHe HAHOKPU-
crasiTa, HabJTio IaJTi O0OHY IO TPaHCHOPMATIHIO ISt
kpucrasia 8x8x8 mpu remneparype 2200 K.

[IpumeHsist aHAIOTUYHYIO METOIUKY U PACCY K-
JieHust OBbLIN, HAall/IeHbI TEMITEPATYPbI (ha30BbBIX I1e-
PEXOJIOB JIJIST KPUCTAJLIOB JIPYTUX Pa3MepoB. Pe3yiib-
TaThl IPUBEEeHbI B Ta0L. 2. Takske 17151 CpaBHEHUS B
TabJIile yKasaHbl pe3yabraTsl M/l pacuera, moJry-
deHHble B pabote [ 14].

[TockomnbKy 1m1ar 1o TeMItepaType Ha BCEX 3aBU-
cuMocTax cocrtasiis 100 K, To B kauecTBe olieHKU
abCOIIOTHON [TOTPENUIHOCTY ObLIO BBIOPAHO 3HAYE-
nue =50 K. TIpuBeserbie akcriepuMeHTaTbHbIE 3HA-
YEHUST KPUTUYECKUX TEMIIEPATYP OTHOCSTCS K MaK-
POKpUCTAJLJIaM, a JIJisi HAHOKPUCTAJJIOB B JINTEPA-
Type nanHbix HeT. OIHAKO cyieryeT o:KuiaTh 3P hext
CHUZKEHWS TEMTIEPATYPbI ILJIABJIEHUS IIPU ITEPEX0/IE
K HAHOPa3MEePHBIM CUCTEMAM.
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Puc. 4. VIamenenne (opMbl HAHOKPHUCTAJLJIA OT KyOUYIECKOI K OKTas paIbHOI

Ta6smua 2. Temneparypbl (ha30BbIX MEPEXOIOB s KyOMUECKIX HAHOKPUCTAJLIOB

Pazmep, am Cynepuonnsliinepexon Ty, K IMnaenenve Ty, K
("rcTio MOHOB)
JlanHast paboTta Pesynsrarst
paboTer [13]
2.2 (786) 1800 2300 2040
2,7 (1500) 2000 2600 2385
3,3 (2592) 2400 2700 2680
4,4 (6144) 2500 2800 2955
5,5 (12000) 2600 2800 3050
OKCIIEPHM EH ThL 2670 [6] 3150 % 20,3138+ 15,3113 £20 [6]
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SAKJIIOYEHUE

C IOMOIIIBIO METO 1A MOJIEKYJISIPHOM THHAMUKN
OBbLIM pacCYMTaHBI TEMIIEPATYPHI (Pa30BBIX TEPEXO-
JI0OB HAHOKPUCTAJLJIOB B IMANIa30HE pa3MepoB 2,2 —
5,5 um. C ymMeHblieHne pa3Mepa IPOUCXOIUT CHIKE-
HIE TEMITEPATYP CyTIEPUOHHOTO TTEPeX0/ia 1 TIaBJie-
HUSL. YCTaHOBJIEHO, YTO BOJIM3KM TOYKH TLIABJIEHUS
[TPOKMCXO/IUT TPaHC(hOPMAIUst HAHOKPUCTAJLIOB: Ky-
OUYECKUIA KPUCTAJLT IPUHUMAET (hOPMY OKTasIpa.

Paboma svinonnena npunoddepacke Murnobpna-
YKU 8 pamrax zocydapcmseennozo 3adanus na 2012-
2014 zz., (pedepanvnoii ueresoi npozpammol «Hayu-
Hble U HAYUHO-Ne0az02ULecKUe KaOPbl UHHOBAUUOH -
noti Poccuuna 2009-2013 200v1»u «Hccrnedosanus u
PA3PAdOMKUNO NPUOPUMETHBIM HANP ABTIEHUSIM PA3 -
BUMUS HAYUHO -MEXHON02UUECK020 Komniekca Poccuu
na 2007-2012 20061», a maxice npu wacmuunou noo-
depacre epanma PODU: npoexm Ne «12-08-97076-
P_N0BOJICHE_a>.
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PHASE TRANSIONS OF NANOCRYSTALS URANIUM DIOXIDE

© 2013 R.Y. Makhmud-Akhunov, M.Y. Tihonchev, V.V. Svetuhin

Ulyanovsk State University

In this paper simulated with molecular dynamics the phase transitions of nanoscale crystals of uranium
dioxide. Simulation is carried out on the basis of pair potentials with parameters depending on the
temperature. Superionic transition and melting are considered. For nanocrystals in size range 2.2 - 5.5 nm

was calculated the phase transition temperature.

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