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AHHOTanMs

[IpoBefieHO MONEKyISPHO-AWMHAMUUECKOEe MOZe/NNpPOBaHre KpPUCTa//IM3aliiM HaHOpa3MepHBIX pacIljlaB/IeHHBIX Karlesib
PuO,, uszonvpoBaHHBIX B BakyyMe. [loka3aHOo, 4TO TMpoLiecC KpUCTa//IM3aliid HauyuHAACS C TOBEPXHOCTU. BO3HUKHYB,
KpHCTa/Myeckas ¢a3a pacrpocTpaHsiiach B 00beM 3a BpemeHa nopsiika 0.2 He. TIpu 3a/1aHHOMN TemIiepaTtype yBeJuueHue
pasMepa MOJie/IbHOM CHCTeMbl IPUBOAWIIO K YMEHbIIIEHUIO CPeJHEr0 BpeMeHH OT Hauasa BBIUKMC/IUTEBHOTO SKCIIepUMeHTa /10
Hayasia KpUCTa/yiM3aluy. Bpemst 1o Havyasia KpUCTa/IM3aluy peiCTaBIsio cCoO0M CyuaiiHyt0 BeIMUMHY, a KPUCTA/IA3alUI0
MOXXHO OBLIO paccMaTpuBaTh Kak TEPMUUECKM aKTHBUPYEMbIM Tporjecc. TeopeThueckue OLEHKM HU3KOTEMITepaTypHOU
TPaHUIbl CYIIIECTBOBAHUSI METACTabW/IBHBIX >KUAKWUX Karenb PuQ, Mo/ydyeHbl C UCIOAb30BAHUEM MOJIEH [MOBEPXHOCTHOTO
pacriiasa.
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Abstract

Molecular dynamics simulation of the crystallisation of nanoscale molten PuO, droplets isolated in a vacuum was
performed. It was shown that the crystallisation process began at the surface. Once formed, the crystalline phase spread into
the volume in a time of about 0.2 ns. At a given temperature, an increase in the size of the model system led to a decrease in
the average time from the start of the computational experiment to the onset of crystallisation. The time to the onset of
crystallisation was a random variable, and crystallisation could be regarded as a thermally activated process. Theoretical
estimates of the low-temperature limit of the existence of metastable PuO, liquid droplets were obtained using a surface liquid
model.
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BBepenue

V3BecTHO, UTO TeMIlepaTyphl IUIABIeHNsI U KPUCTAIM3allii HAaHOYACTHUL] MOTYT OBbITh CHIDKEHBI Ha COTHH I'PaflyCoB IO
CpaBHEHHIO C MaKpPOCKONUUECKUMM CHCTeMaMH. JTOT 3¢d¢dekT Obl1 KCriepruMeHTaNbHO 3adHKCHPOBAH, B TOM YMCIe sl
KPUCTa/IZIOB [IMOKCH/A YpaHa, HCIIOJb3yeMbIX B KayecTBe OKCHJHOTO sifiepHoro ToruiuBa [1]. JlokasnpHOe IIaBfieHue U
PeKpHCTa/IM3aysl PelleTKH s[epHOT0 TOIUIMBA MOTYT IIPOWCXOJUTh B OKPECTHOCTH TepMHUeCKHX BcIieckoB (thermal
spikes), co3zaBaeMbIX OBICTPBLIMH YaCTHUL[AMH. JTH TPOLECCHl MOTYT BIUATH Ha (OPMHUPOBaHHE CTPYKTYPhI TIyOOKOTO
BBITOPaHWs1, MPU 06pa30BaHUM KOTOPOH CpeHUI pa3Mep 3epHa TOHMWKaeTcs 10 3Hauenudt 100 — 300 um [2].

Cy1iecTBytoT paboThl, B KOTOPBIX METOAOM MOJIEKY/ISPHOMN TUHAMHUKH YCITEIIHO MO/Ie/TMPOBA/N TIOHH)KEHHE TEMIIEPATYPhI
1aBeHust HaHokpuctanioB UO; [3], [4]. IlpeacTaBrsieT HHTepeC BHIUMC/IUTEILHOE MOZleIMpOBaHue 06paTHOro nporecca —
KpUCTa/IM3aljuy paclliaBleHHbIX HaHOpasMepHBIX Karesb, TOCKO/IbKY MeXxaHW3M KpUCTa/UT3aljiM MOXKeT He COBIaJarh C
TIaB/ieHueM, oOpallleHHbIM BO BpeMeHW. B pabote [5] wcciefoBanu KpUCTa/IM3aLUI0 PacTyiaBieHHbIX Karesib PuQ,,
cogepkaBx 0T 105 mo 174 vactuy. Temmneparypa kpucraumsaguu coctaBuia 1700 K, uro na 1300 K Humke
9KCIIePUMEHTaIbHOM OL|eHKU TeMIIepaTyphl I1aBieHus Makpockorndeckoro PuO,. OfHako 1py pacCMOTPEHHH CTOJIb MaJlbIx
cHCTeM He ObUI0 BO3MOXXHOCTH Pa3/ie/IUTh MPOLIECCHI, CBSI3aHHbBIE C TIOBEPXHOCTHIO U ¢ 00bEMOM. B HacTosIelt paboTte pa3mep
MO/leNTbHBIX CUCTeM yBesindeH Jo 27600 uacTtull.

MeTofuKa M0JIEKY/IAPHO-JUHAMHUYeCKOro Mo/e/THPOBaHuUs

MopensHbIMU CHCTEMaMM B HacToslei pabore ObuM HaHOpasMepHble cdepruecKre Kaluld paciiiaBieHHoro PuO.,
W30/IMPOBaHHbIe B BakyyMe. Kammm cocrosiin u3 5460, 15960 u 27600 uactui. B3aumogelCTBUSI MOHOB ILTYTOHUSI U
KHCJIOpPO/Ia OMUCHIBAIU MapHbIMU ToTeHIManamMu MOX-07, npeyioxkeHHbIMU B paboTe [6]. PaHee 3Ty MOTeHIIMAIbI TIO3BOJA/IH
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MOMYYUTh  XOPOLIME pe3ylbTaTbl TPU  MOJEIMPOBaHWM  AedekrtoobpasoBanus, JudGdy3un COOCTBEHHBIX HOHOB,
pacripoctpanenust TpemuH [3], [7], [8]. YpaBHeHUs1 JBIKEHUS WHTETPUPOBATH METOJOM «C IepellardiBaHUeM» W IaroM
Dt = 3x10™"° ¢. Ins crabuiMsanyy TeMIepaTypsl UCIO/bL30Banl TepMoctar Bepengcena [9]. BbICOKY0 NMPOU3BOAUTEILHOCTE
MoZle/IMpoBaHus 0becrieunBaayM pacrapasie/IMBaHUeM BBIUMC/IeHWH Ha rpaduueckux rporeccopax apxutektypel CUDA, c
TpUMeHeHNeM OPUTHHAIBHOTO ITPOrPaMMHOT0 KOMIUIEKCa.

PaBHOBeCcHOe HaualbHOe COCTOSIHHE MOJe/IbHBIX CACTeM TOMYUYWIN MOJIEKY/ISPHO-IUHAMAYe CKUM MO/e/TUPOBAHKEM TIPU
temneparype 3400 K. Jrta Temmeparypa mpeBbllllajla KaK TeMIIepaTypy IUIaBJIeHUS MOZe/IbHBIX HaHOKPHUCTA/UVIOB TOIO JKe
pa3Mepa, Tak U SKCTIIEPUMEHTaLHYH0 OLIEHKY TeMIlepaTyphl TUIaBIeHus: Makpockonuueckoro PuO, (3020 K [10]). MogenbHast
TMIPOZI0/DKUTE/IBHOCTb BBIUMC/IUTEIbHBIX 3KCIIEPUMEHTOB JocTurasa 1 MHMKpOCEeKYH[bl. KpucTanausanys conpoBoXKzanach
pe3K1M U3MeHeHHeM Y/e/IbHOTo o0beMa 1 3Heprur Ha Mosiekysy PuO», Kak moka3aHo Ha Pucyske 1.

-53.7
-53.8 . . .
-53.9 m. w. hi‘l.u"é lo"“
-54.1
-54.2
-54.3

-54.4
-54.5 o

Energy per PuO; molecule, eV

546 .
54,7

time, ns

PucyHnox 1 - YjenbHOe u3aMeHeHue sHepryy npy Kpucrammmsanuuu, T = 2525 K, 15960 vactury
DOI: https://doi.org/10.60797/IRJ.2025.160s.42.1

OOcyxaeHue pe3y/1bTaToB

Kak BuziHO 13 PricyHKa 1, KpUCTaiM3anys Mpyd MOZETUPOBAHUU Oblla TEPMUYECKM aKTHBUPYEMBIM MpoLieccoM. Bpewmst
CYLLIeCTBOBAHMS PACIJIAB/IEHHOW Karyld [0 KPUCTA//IM3allik TIPY OJHOW M TOW )Ke TeMIlepaType MOIVIO Pa3/uuarhbCs Ha
TIOPSAZIOK BeJIMUMHBL. Bpemst KprCTayiM3aliii B HACTOsAIIEH paboTe pacCMaTpUBaiy Kak CyU4alHYIO BEJIMUUHY C TUIOTHOCTBIO
pacripe/ieneHust

f(@)=v-exp{-v-7} M

3mech n — yacToTa COOBITHI KpPUCTaIM3allH, 3aBUCSLas OT TeMIIepaTyphl U BLICOTHI MOTeHIMansHoro 6aprepa E(T).
CpejHee 3HaueHHe BpeMeHH Hauaja KpUCTaUTU3aliy TIPY TaKOU TVIOTHOCTHU pacripefiesieHus Aaétcsi popmyrnoit (2):

(r) = § = = exp{ E(T)/KT ) @

v

PucyHkoM 2 NpOWNITIOCTpUpOBAaHA HaualbHasg CTaus IpoLecca KPUCTaJJIM3alM  PACIUIaBIeHHOW — «Karuluy».
YopsijoueHHble KpUCTa/IMuecKye II0CKOCTH (pOPMUPOBAIMCh HA MOBEPXHOCTH «KarlI», 10C/Ie Uero rnepuoudeckas CTpyk-
Typa IIOCTeNIeHHO 3aHUMaja BCIO CHUCTEMY, pacCIpOCTpaHssiCb C OJHOM CTOpPOHBI (CBepXy BHH3 Ha PucyHke 2).
Kpucrannueckas ¢asa pacrnpocTpaHsiack B 00beM 3a Bpems nopsizgka 0.2 He.

Ha PucyHke 3 mnpuBefieHbl TpauKy 3aBUCUMOCTH CpeJIHETO0 BpeMeHM KpUCTa/UIM3allii MOJe/bHbIX CUCTEM OT
TemriepaTtypbl [AJs1 pa3iMuHbIX pa3mepoB (5460, 15960 u 27600 uactui). BugHo, uTo cpeiHee Bpemsi OT CTapTa
BBIUMC/IUTE/ILHOTO SKCIIepUMeHTa /10 Havasa KpUCTa/UIM3ally 1IpY paBHBIX TeMIlepaTypax Y MeHBIIHMX CUCTeM BBIIIE, YeM Y
pacrijiaBiieHHBIX Kariesb Gombinero pasmepa. OObsSCHUTH yKa3aHHBIA 3Q(eKT MOKHO TeM, UTO BepOSTHOCTb 00pa30BaHMs
3apofplllla KPUCTa/UTMUeckol (asbl Ha eJuHULe MMOBEPXHOCTH He3aBMCHMa OT pa3sMepoB cHcTeMbl. Torma ueMm Oojiblie
TUIOIa/ib TIOBEPXHOCTHU «Kall/Ii», TeM BBIIIe BePOSITHOCTL 00pPa30BaHMsT KPHUCTA/UTMYeCKOH (ha3bl B eJUHULYY BpeMeHH.
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PucyHok 2 - Hauasno nporjecca kpucramsarmu: 27600 wactuw, T = 2525 K
DOI: https://doi.org/10.60797/IRJ.2025.160s.42.2
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PucyHok 3 - CpefjHee BpeMsl KpUCTa/TM3aLlM MOZe/IbHBIX CUCTEM
DOI: https://doi.org/10.60797/IRJ.2025.160s.42.3

TeopeTnyeckoe onucaHue IPOLIECCOB IUIaBAeHUs M Kpucraumsauud PuO, B Hacrosieli paboTe ObLIO IPOBEJEHO C
WCIIO/Tb30BaHUEM MO/ HYKJeallud M pocTa >kuzkod obosnouku (the Liquid Skin Nucleation and Growth Model, LNG),
npegyiokeHHoH P.P. Bandmutom u k.M. Mouenem (R.R. Vanfleet, .M. Mochel) B 1995 rozy [11]. CoracHo 3Toii Mozend,
n3MeHeHHe cBOOOHOM sHepruy I'nb6ca, BEI3BaHHOE 00pa30BaHNEM TTOBEPXHOCTHOTO pacIlyiaBa, AaéTcst (opMysIoi

AG=L-NL-(1—%)+y5LAC+YLMAL_VSMAS 3)

rae L — ckpbITasi TeryioTa IyiaBieHus], IPUXOASAIIAsCs Ha OfHY MojeKyny; N — KOJIMUecTBO MOJIEKYJ B pacIlIaBlIeHHOM
cnoe; Ac, AL, As — TIJIOIIaAN TIOBEPXHOCTH KPUCTa/IMYECKOrO s/pa, PacrylaB/ieHHOro c/1os U TBepAoro kpucramwia (N = 0),
COOTBETCTBEHHO; Ysi, Yim, Ysm — YZe/IbHble 3Hepruu ['enbMrosblia Ha rpaHyLiax Mexay TBepAbM (S), xugkuM (L) croamu u
MarpuLiei cpenibl M (BHelHel cpefioif B HacTosiiteit pabote 6b11 BakyyM); T — TemmiepaTypa TepMocTara, ITm, — TemIieparypa
TUIaBJIeHNs] KpUCTaslla 6eCKOHEUHBIX Pa3sMepoB.

B pamkax mozmenn LNG mNOBepXHOCTHBIe 3HEPTMM Vs, U Yov YUYMTHIBAIOT B/IMsSHUE YaCTUYHOIO YIOPSJOYeHUs
PacIyIaBeHHOTO CJI0s TOf, BO3ZAeHCTBMEM rpaHull. [yOMHa TIPOHMKHOBeHWs 3(deKTa YMOpsAOUYMBAHUS B JKUIKOCTb
orpeiesisieTCsl TIapaMeTpoM &, KOTOPBIM B HacTosiiell pabore ObUT MPUHST PABHBIM MOCTOSHHOW PELIeTKH MOJeTbHBIX
KpuctamToB PuO, B6/M3M ToukY miaeneHus: &, = 0.556 HM.
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PucyHok 4 - Temrieparyps! [/1aB/IeHUs], IIPOrHO3UPYeMBbIe C UCI0/Ib30BaHueM Mozenu LNG
DOI: https://doi.org/10.60797/IRJ.2025.160s.42.4

3ak/ioueHue

MogenvpoBaHve TMOKas3aa0, UTO KpHUCTas/uiM3alysi HaHOpa3MepHbIX Kareab PuQO, HauuHanack ¢ moBepxHOCTH. [lpu
33/laHHOM TemriepaType yBeJd4yeHUe pa3mMepa MOJeTbHOW CUCTeMbl MPUBOAWIO K YMEHbLIEHUIO CpeJHero BpeMeHH OT Hauajia
BBIUMC/IUTE/ILHOTO 9JKCIIePUMeHTa /0 Hauana KpHUCTaiiu3aiuy. KpUCTa/uTU3aldi0 MOXKHO ObIIO paccMaTpuBaTh Kak
TEPMUUECKA aKTUBUPYEMBIA TMporjecc. Mojieslb HyKIearMu U pocta uakod obomouku (LNG) mo3Boswia MOMYUYHTH
Cylefiytolive OLeHKU MUHMMAaJIBbHOW TeMIlepaTyphbl CYIeCTBOBaHUs MeTacTabuibHOro pacruiaBa: 2750 K anist 27600 uactui,
2620 K pisa 15960 uactuy u 2260 K s 5460 uactun. IlepBble [Ba 3HaueHMsl 3aBbIIIEHbl 10 CPaBHEHHIO C JAHHBIMU
MOJIEKY/ISIPHO-IMHAMUYE CKOTO MO/IeTMPOBaHMs], TIPOBE/IEHHOT0 B HAacTOsILel paboTe. MOXKHO TIPe/ITIO/IOXKUT, UTO TIPU HU3KUX
TeMIiepaTypax MoOJe/bHbIe PaCIlIaB/eHHbIe «Karln» ObUIM HEPABHOBECHBIMHU, OJHAKO MX KPUCTA/UIM3alUs BCE )Ke He Mor/a
MPOUCXOAUTh 6e3 0Opa3oBaHUs 3apo/blIilia TBepok (a3bl Ha MOBEPXHOCTH pacrijiaBa.

MO)KHO TIpe/TI0/I0KUTh, UTO TIPM HU3KUX TeMIepaTypax MOJe/bHble Pacl/iaB/eHHbIe «Karjin» OblIM HEepaBHOBECHBIMH,
OfIHAKO WX KPHUCTa/I/IU3aljvst BCE )Ke He MOIVIa TPOMCXOAuTh Ge3 obpa3oBaHMs 3apojiblilia TBepAoW (a3bl Ha TMOBEPXHOCTH
pacriiaea.
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