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0.€. TPEYAHIBCbKUMA

KOMNM'IOTEPHE MOAENMIOBAHHA KACKAAIB 3MILLEHUX ATOMIB

Y CTPYKTYPI LUPKOHY

3a donomozo1o Memody MOneKyIIPHOT OUHAMIKY NPOBEOEHO MOOENIBARHA NOULKOOINCCHHSA CIPYKIMYpU YUPKOHY,
fike i00YGAEMbCA GHACTIOOK YMBOPEHHS HOMUPLOX KACKAOI8 3MIUjeHns, WO NePEeKpUsaiomuca Midxc cobor.
Hoxasano, wo 6 obracmi nepexpumms xackadie IMiUeHHA YMEOoPIOIOMbCA OeKibKa nyCMom 3 XapaKmepHuMy
posmipamu 1-2 Hm. Midc Humu ymeopioionibCa HAHOKAHAMY, AKI XaPAKMEPUYIOMBCA HUSLKOIO ZYCHUHOIO.
Pesynsmamu xoMn'tomepro20 MOOEmOBAHNA NOKA3YIOMb, WO 8 Yux HaHOKananax xoediyicumu ougbyzii amomie
xucHio 3a memnepamypu 300 K moxcyme docazamu 10020 m/c. Taxi xoegivienmu ougpysii cnpusioms gurocy
PAOCIOZERHO20 CBUHYIO 3 MEMAMIKIMHO20 YUPKOHY BPOMAZOM 2€0A02IHH020 HaCy.

BCTYII

AKIECOPHHUIT UUPKOH - HAHOLIBI HANIHHMHA MiHepasl
NI IaTyBaHHA BIiKy JOCHIIXKYBaHUX nopia. BiH € Haii-
Oinpll MOLUMPEHUM MIHEPANOM Yy PI3HHX 3a CKJIAAOM
MOPOAax Ta XapaKTePU3yETbCs BIACYTHICTIO CIIOpPiaHeE-
HOCTI 10 "3BM4aHHOro" CBHMHLIIO, IO 3a0e3neuye pafi-
OPeHHY MPHPOIY CBMHLIIO Y UBOMY MiHepai. 3 iHLIoro
BOKy, CTPYKTypa LUMPKOHY Mae 0)1301\% cnopl,uuemcm 3
YPaHOM, HDK 3 TOpi€M BHACITIIOK TOTO, LU0 iOHHH pa-
Alyc ypaHy mpuONH3HO JOpIBHIOE IOHHOMY pa,zuycy
LQUPKOHII0. TakuM YHHOM, JUIS LUPKOHY, SAKHH € KOH-
LEHTPATOPOM PiAKICHO3EMENLHUX €JIEMEHTIB Ta YpaHy,
XapaKTepHO BEJIMKe 3HA4YeHHs BigHowleHHs 2381J/206Pb
[1].

InimmM 3aCTOCYBAaHHAM LIMPKOHY MOJE OyTH BHUKO-
pUCTaHHs HOro CTPYKTYPH SIK OAHIET 3 IEPCIeKTUBHUX
MaTpHib TS YTWJi3allii BUCOKOAKTWUBHHMX pajioak-
THUBHHMX BifIXOAIB JOBrOiCHYIOUHX [2]. Ha ceoroaHi B
AKOCTI MaTpHUi 1S BiZnpaub0BaHOTO MAJWBA BUKO-
pUCTOBYIOTH opTodocdarne abo GopocuiiKaTHe CKIIO.
OnHak GOpOCHIIIKATHE CKJIO KOPOAYE 4epe3 B3aEMo-
Ai10 3 BOAOo abo 3 BOJIOrUM MoBiTpsAM. ToMy Beners-
CA MOUIYK MaTpUlp 3 Oiflbil NPUAHATHAMHA EKCILTya-
TaUWifHUMH XapakTepucTHkaMu. Byno BCTaHOBJIEHO,
WO AJA yTHII3auil BUCOKOAKTUBHHMX Biaxoais (BAB)
KpHUCTalidHa Kepamika MiaxoauTs 3Ha4HO kpadte. Ha-
Terep po3pobneHo Garato KepamiuHHX MaTeplamB
ana yranizanii BAB, Bwnouaroud mutyTtoHiil. Cepen
TAKMX MATPHLB PO3IAJAI0Th UMPKOH. He nuBnaunce
Ha Te, WO CTPYKTypa UMPKOHY MEPeXOAUTh 3 KPUCTa-
J{4HOTO CTaHy B amopuuit (MeTammmuu) mig yac
Ail Ha Hel aropagiauii BHac/lil0K 0-po3Majy ypaHy
a60 TOpit0, MATPHLIA Ha OCHOBI LIPKOHY MOXE YTpH-
myBatu BAB npotarom 6inew Tpusanoro uacy (500-
2000 pokis y Bunanky 3arpy3kd 10 mac. % 239Pu), Hixk
optodoctatHe abo GopocuiikaTHe cxi1o (MpubIU3HO
50-100 pokis 30epiranus); H03BoNs€e iMMODINizyBaTn
AKTUHOIAM (235U, 238Pu’ 239Pu5 242Cm’ 244Cm, 237Np,
24tAm, 243Am Ta iH.), Ma€ NPUPOAHHUI AHAJIOT, @ TAKOXK
MICTHTb aTOMH LIUPKOHIIO, AKi € CEpe]] OCHOBHHX €fle-
MEHTIB OOOJOHKH TEIUIOBUAINAIOUOTO €JIEMEHTY
(TBEJly) [2, 3]

SBMiLe MeTaMiKTH3aUil UHPKOHY TPU3BOIHMTD O 3Mi-
HU Horo (Hi3M4HUX Ta XiMI4HHMX BNACTHBOCTEH, BTPaTH
HaM dizuuHoi Ta XiMiuHOi cTabinbHocTi [4, 5]. Huzbko-
TeMIepaTypHHI MPOrpiB METaMIKTHUX LIMPKOHIB CTIPH-
4KHSE MOABY YaCTKOBO METAMIKTHHX 3€PEH LIMPKOHY Ta
BTpaTH pPafioreHHOro cBUHLRO. Lle B CBOIO yepry Moxe
MPU3BECTH A0 CyMHIBHUX pe3yNbTaTiB AaryBaHHA. [Ipu

UBOMY /JUCKOPIRHTHICTB PE3YNbTaTiB JaTyBaHHA
(3HadeHHs BiKy, OOUHC/IEHOrO MO PI3HUX CBHHELb-Ypa-
HOBMM I30TOMHMX CMNIBBiZIHOMEHHSAX, He CMiBMAIAI0Th),
WO BHHUKAE, 3aN€XKUTh Bill CTYNEHI0O METaMiKTHOCTI
uupkoHy [1]. ToMy BUBYEHHS CTYMEHIO METAMIKTHOCTI
€ BaYTUBUM Yy Mpoleci BUGOPY KPHCTaTiB LIHPKOHY A1
reOXPOHONOTIYHUX JOCIiIKEHb.

TTpu a-posnazi ssnep ypaHy aGo Topiio yTBoprotoTses [6]:

1) o.-yacTusku 3 eHepriero 4,2 + 5,5 MeB, ki B oc-
HOBHOMY XapaKTEPH3YKThCA EJIeKTPOHHUM IajibMy-
BaHHaM. Ha cBoeMy Lunsixy, nomxkuHa sxoro cknagae 10 +
20 MKM, O.-4aCTHHKa 3MiLye 6nu3sko 100 aromis, Ginb-
LIICTh 3 HUX - B KiHLI LIAsAXY;

2) BaKki aTOMH Bifaadi 3 eHepriero 6mmsbko 0,07 MeB,
AKI [ICPEBVKHO XAPAKTEPU3YIOTBCA SAEPHHM TaJibMy-
BaHHAM. ATOM Bifga4i Ha CBOEMY LIWLIXY, AOBKHHA AKO-
ro ckiagae 20 HM, 3mitye 6maspko 5000 aromis.

ToMy He AUBIAYKMCE HA Te, M0 (L-YACTHHKA MA€E 3HaY-
HO GiNBUIy eHeprilo, HiX aToM Biggadi, OCHOBHE IMOIL-
KOIDKEHHS CTPYKTYPH LMPKOHY MOB'S3aHE CaMe 3 HUM.
Sk BiZOMO, BHAC/IZOK B3aeMOAil aromy Bifjaui i3
CTPYKTYPOIO MaTepiany YTBOPIOETBCS KACKA/ 3MillleH-
He. Ockinbku hopmyBaHHA GLILILOCTI ASDEKTIB POTH-
rOM Oi-po3majy atoMiB ypaHy aGo Topilo BiaOyBaeTbcA
MPOTAroM JECATHX J0I€l MIKOCEKYH/IH, TO U I0CTi-
XKeHHS KiHeTHKH PopMyBaHHs AedeKTiB Ta 1X Bigmaty
HEeoOXIIHO BUKOHYBaTH KOMIIIOTEPHE MOJENIOBAHHI.
Jng uporo Haifyacriue 3aCTOCOBYIOTh METOI MOJIEKY-
JapHoi quHamMike (M MozmenmoBaHHs).

Meton MJI mMopemoBaHHA mojisrac B OOYHUCICHHI
TPAEKTOPiH BCiX aTOMIB CHCTEMH 3 BHUKOPHUCTAHHAM
Apyroro 3akoHy HbiOTOHa Ta 3afiaHMX MOYATKOBHX
KOOPJMHAT i 3Ha4YeHHb LIBMAKOCTEH BCIX aTOMIB |
MUDKaTOMHUX MOTeHUialiB B3aemozaii [7].

[IpotaroM octanHix gecatupiv Oyno BUKOHaHO Oara-
TO JOCHiKEHb pafialiiHUX Ae(eKTiB y CTPyKTypi
LMPKOHY 32 JOMOMOTOK0 METOAYy MOJEKYIIIPHOI AHHA-
MiKH 8- 13], y axux 3peGinsmioro 6yno migpaxoBaHo
KIIBKICTD Ae(pextiB DpeHKens, WO yTBOPIOHOTECH Y
CTPYKTYpi LMPKOHY aromamu Bignaui Ta Oy10 gocaif-
KEHO TONIMEPU3aLil0 CTPYKTYPH LMPKOHY. 3 iHLIOTO
GOKy, MOAEMIOBAHHA NOLUKOKEHHS CTPYKTYPH LIMPKO-
Hy, AK€ BiAOYBAETBCA BHACIINOK YTBOPEHHSA AEKIIbKOX
KACKAAiB 3MILCHHA, (10 MEPEKPUBAIOTECA Mix coboto,
e He nmposeaeHo. ToMy B Wil poBoTi Oy/n0 BUKOHAHO
NOCNIDKEHHS BIUIMBY pAjiatiiHOrO MOUIKOIXKEHHS
CTPYKTYPH LMPKOHY Ha yTBOPEHHS B Hiil HAHOKaHAJIiB,
siKi, B CBOIO 4epry, MOxyTb 36iiburyBatH Andysito
CBUHLIKO 2°6Pb abo iHLIMX pagioHYKITidIB.
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METOAUKA MOJEJXOBAHHSI TA MDKATOMHI
INOTEHIIAJIA

Ipu MopemOBaHHI MDKaTOMHI MOTEHWIAMH B3ATI 3
[10}. B3aemonii Zr-O ta O-O Baari y Bunsai OykiHre-
MIBCBKOTO NOTEHLIANY

V(ry= Aexp(-r/p)-Cr N

3 A= 1477 eB, p = 0,0317 um, C = 0 ana B3aemonil
Zr-OTtaA= 9245 eB,p=0, 02617 oM, C = 104 eB-umS
s 3aemozii O-O. Baaemonilo Si-O s3ATo y BurAAi
noreHuiaty Mopse

V(r)= Dlexp(-2a(r - 1))~ 2exp(~a(r-1,)] (2)

3 napamerpamu D = 1,252 eB, o = 28,3 um! Ta 1, =
0,1627 am. Edekturni sapaan Zr, O Ta Si HopiBHIOIOTH
Bignosiano 3,428 |¢|, -1,196 |ef Ta 1,356 |e|. Ha maniit
gigcrai (< 0,1 HM) mapHi NOTEHL{iaU pO3paxoByBaH,
GepyuH a0 yBaru Mix'saepHuii moteHuian ZBL [12].

Jns MJ] MoneiioBaHHS BUKOPUCTaHa Bepeis 3.09 na-
kety nporpam DL _POLY [14], po3pobneHoro ans BH-
KOHaHHA MJ[ MoaeTIOBaHHS CTPYKTYp MOJIMepiB, Mak-
~ pOMOJIEKyJ1, iOHHHX CHUCTEM Ta pO34HMHIiB. DparMeHT
CTPYKTYpH, Wwo MicTuTh 181944 aromis (po3MmipH LbO-
ro ¢parmenta 12,7 x 12,7 x12,8 um), npusenexui s
craH piBHoBaru npu temneparypi 300 K nporsrom 10 nc
3 BUKOPMCTaHHAM aHcambmo NPT (KiTbKIiCTh aTOMIB Y
CTPYKTYpi, TUCK Ta TeMIepaTypa 3aiMINarOThCS CTaH-
mu). ITicns BUKOHAHHA L€l NPOLETYPU OIHOMY aToMy
LMPKOHIKO (aHaJIor aroMy Bimiaui) Oyna HagaHa WIBHA-
KiCTb, WO BiAnoBixae eHeprii 20 keB. Komn'totepHe Mo-
JETIOBaHHs NPOBEACHO 3 BUKOPUCTAHHAM MiKPOKaHO-
HiuHoro aHcambmo NVE (KinbKiCTh aTOMiB B CTPYKTYpI,
00'eM CTpYKTYPH Ta eHeprif 3a/IMIAKTECA CTATHMU).

PE3YJIbTATH TA OBI'OBOPEHHA

[lig wac pyxy aromy Bifnadi HOro eHeprist BHaciIoK
GaraTboX 3ITKHEH PO3CIKOETECA HA ATOMAX, L0 OTOUY-
10Tk WOro | 3Miu1ytorrbca 3i CROIX MOYATKOBMX MO3ULIIA.
B pesynkTari yTBOPIOETBCS CHIIBHO MOUIKOMKEHUH
amopdHHit perioH, oTouenuit cnabko nedopmosaHuMu
30HaMH, B IKUX HasABHI TUTBKH TOUKOBi Ae(eKkTH (Har-
pHUKJIaJl, po3ipBaHi 3B'A3kH). 3HAUHA YACTHHA 3MIILEHHX
arOMiB BCTHUIa€ MOBEPHYTUCA O CBOIX MOYATKOBUX MO-
3UUIH NPOTATOM JEKUIBKOX MIKOCEKYH/, YaCTKOBO Bifl-
HOBITIOKOMH UMM CTPYKTYPY LIMpKOHY. IHIti atomu ¢op-
MYIOTBb Kackaj 3MiuteHHs [8].

Aas mosmentoBaHHS pajialifiHOTO NOWKOIKEHHS
CTPYKTYPH HMPKOHY NpH nepeKpUBaHHi JEeKiTbKOX Kac-
KaJiB 3M|u1e1-n-m Gyno TPOBENCHO MI[ MOJEMIOBaHHS
YOTUPBOX MOCIIIOBHUX KacKalie 3MilleHb. [Tpu mMoae-
JIOBaHHI LMX KACKaJiB MOYaTKOBI LIBUAKOCTI NMEpPBHH-
HO BHOUTHX aToMmiB ([IBA) HampasneHi B 6ik LEHTpY
(parMeHTa CTpyKTypH.

Pesy/sTaTi MoZie/I:0BaHH [0KA3yIOT (puc. 1, a), wo
1A [EPIIOro Kackazy 3MilIeHHs KUTbKICTh neq)ermB
3MIUIEHHA B KiHL MOIEAIOBAHHS CTAHOBUTH NMpHONU3-
Ho 840 aromis. Lle y3romkyeTbcs 3 ekcriepuMeHTaMu
MO PEHTreHiBCBKOMY onpomiHeHHo Ta o SIMP, ski no-
Kas3yloThb, O KUTLKICTb Je(eKTiB, CTBOPEHUX B CTPYK-
Typi uupkoHy, cranoButb 4000-5000 atomis Ha OfMH
a-posnag. 3 iHIWoro GOKY, NiC/1 NPOXOIKEHHS YEeTBEp-
TOro Kackaly 3MilI€HHS KiTbKICTh Je(EKTIB 3MIlLCHHS
3pOCTa€ B HOTHPH pasu (puc. 1, 6).

Taxosx Gyno po3MISHYTO PO3MOALT MyCTOT B CTPYKTY-
pi LUMpKOHY nicns MPOXO/LUKEHHs ONMHUYHOrO (pHc. 2,
@) Ta YOTHPBOX KacKaAiB 3MillueHHA (puc. 2, 6). OTpPl-
MaHi pe3ysIbTaTH BKA3ykoTb Ha Te, Lo B obnacri nepek-
PUTTA Kacxa,um 3M!l.l.leHHﬂ yTBOplO(-ZTbCSl IleKlJ'll:Ka myc-
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Puc. 1. 3amexwicTb KinbkocTi AethektiB Pperkena nicnsa
npoxomxel-mn nepworo (a) Ta 4eTBepToro Kackapis
3MiLLeHHA (G)

©

Puc. 2. Posnopin nycToT B CTPYKTYpi LMPKOHY (NycToTW
nokasaHi y BUrnsai Wwapis) nicns NpoxoakeHHs 0QMHNSHOro
{a) Ta 4oTHPLOX KackafiB 3milleHnn (6). MnoumHa pucyHka
nepnexaukynspHa [001]
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Puc. 3. 3anexsicTb HaTypanbHOro norapudmy camoaudys3il
Big obepHeHol TeMnepaTypy

TOT 3 XapakrepHUMu posmipamu 1-2 HM. [pu 36in6-
LICHHI KINBKOCTI KackafiB 3MilleHHs, IO NepeKpuBa-
10TsCA (pHC. 2, 6), MDK HHMH YTBOPIOIOTBCS HAHOKaHa-
JIH, 5K XapaKTEPU3YHOThC HU3BKOKO IYCTHHOIO.

Jns ouinky koedivieHTiB camoaudy3ii B TAKUX HAHO-
KaHanax 6yno npoeegero M/] MoaentoBaHHs HaHOIMbLL
NOLWKODKEHOTO PparMenTa UMPKOHY po3Mipom 4 x 4 x
4 um (5394 aromiB) 3a Temneparypu 1500, 1750, 1900
ta 2000 K. BusHauerHs cepeﬂuboma,upamqﬂux 3Mi-
ILEHb aTOMIB Bif Yacy ( - () ) B iHTepRrani Big 5 g0 25
IC A€ MOXKUIUBICT BUSHAYMTH iX koedillieHTH caMOAM-
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dy3ii  D.= éd (an,0¥)  [12). MHdna aromiB KHCHIO
no0yt0BaHAa 3aJIEXKHICTh HATYPAJIBHOTO JIorapudmy ca-
monuy3ii Bix obGepHeHOI TeMneparypu (puc. 3).

Pesynsraty MoziemoBaHp BKa3yioTh, WO KoedilieHTH

camonudy3ii noOpe onucyOThea PiBHAHHAM ApeHiyca
D=D,exp(~E/kT) 3)

3 MePeNEKCIIOHEHL I MHUM MHOXKHUMKOM D, =7,7-107
M2/c Ta eHeprieio aktiBalii E =0,71+0,05 eB. Excrpa-
nonsuisg eupasy (3) ans temneparypu 300 K nae 3ua-
yeHHa D(300 K)=9,9-10%" wm?/c. Taki koediuieHTn au-
y3ii cnpUAIOTE BUHOCY PafiOreHHOTO CBUHLIO 3 MeTa-
MIKTHOTO LIMPKOHY MPOTSTOM T'eOJIOTIHHOTO Hacy.

BHUCHOBKH

Pesynsraru MJ{ mMopemoBaHb MOKa3ylOTh, WO AJIS
OMMHUYHOTO KackaZly 3MILEHHsA KUIBKICTB AedexTin
3MILUCHHA B KiHLI MO/JEMIOBaHHSA CTAaHOBHUTH NPUOIH3-
Ho 840 atomis qns [IBA Zr 3 eneprieto 20 keB. 3 oaHo-
ro GOKy, 1te y3ropKyeThCsl Pe3ybTaTaMH EKCTIEPUMEH-
TiB 3 PEHTreHIBCBKOTO OfpoMiHeHHs Ta SIMP, siki roka-
3Y¥OTB, IO KUIBKICTb AEQEKTIB, CTBOPEHUX Y CTPYKIYPI
LupKoHy, craHoBHTB 4000-5000 aromis Ha ogus a-po3-
mad. 3 iHmoro GOKy, Mic/isi NPOXO[UKEHHS YETBEPTOro
KaCcKay 3MillleHHsA KLUTBKICTb JeeKTiB 3MilleHHS 3Ha4-
HO 3pocTae (36i1bLyeTheA B 4 pasH).

Pezynerati posrnsgy po3nosiily MycToT B CTPYKTYpi
LMPKOHY TMiC/ISl MPOXODKEHHA OAMHUMHOTO Ta YOTH-
PBOX Kackajiis 3MileHHs BKa3ylOTb Ha Te, 1o B obnac-
Ti TICPEKPUTTA KACKA/iB 3MIMICHHS YTBOPIOIOTLCS A€~
KilbKa [yCTOT 3 XapaxTepHUMH po3mipamu 1-2 nm.
Buacnigok 361.I11~.1.UCHHH KLUTbKOCTI KaCKaZiB 3MIILEHHS,
LLO TIEPEKPHBAIOTECS, MK HHMH YTBOPIOKOTBCS HAHOKA-
HAH, 9Ki XapaKTEPH3YIOThCA HU3LKOIO FYCTHHOIO. Pe-
3yNIETaTH KOMITIOTEPHUX MOACMIOBAHE MOKA3yOTh, 10 B
LUX HaHOKaHanax koedilieHTd Audy3ii aTOMIB 32 TEM-
neparypu 300 K MoxyTts nocararu 10-20 m?/¢. Taki xoe-
¢ilieHTH audy3ii CNPUAIOTE BUHOCY PaXiOreHHOro
CBMHLIO 3 METaMIKTHOTO LIUPKOHY NPOTSAIOM [eooriu-
HOTO 4acy.
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PE3IOME

C DOMOLUBIO METOA MONIEKYNAPHO TUHAMMKH MpO-
BEIEHO MOJAENHPOBAHHE TMOBPEXOEHUS CTPYKTYPBI
LUMPKOHA, MPOHCXOAAIIETO B pesysnbTate 00pa3oBaHusA
YeTbIpEX KaCKaZOB CMELIEHHUS, KOTOPbIE NEPEKPhIBAIOT-
ca mexy coboit. [TokasaHo, 4to B 00MacTH MepeKpbl-
BaHUA KacKaJIOB CMeEUIEHUA 00pa3yroTcsi HEeCKOAbKO
MYCTOT € XapakTepHeIMU pazMepaMu 1-2 HM. Mexay
HUMH 00pasyrOTCs HAHOKAHAJBI, XapaKTepU3yIoLIUecs
HU3KOM IUTOTHOCTBIO. Pe3yNETaThl KOMIBIOTEPHBIX MO-
JeJIMPOBaHMH TMOKA3BIBAIOT, Y4TO B 3THMX HAHOKAHANAX
ko3¢ duLueHTsl audGy3HH aTOMOB KUCIOpOAa Ipu
Temnepatype 300 K moryT gocturare 10-20 m2/c. Takue
ko3¢ dunmenTe! quddy3un cnocobeTBYIOT BEIHOCY pa-
JMOTEHHOro CBMHLA U3 METAMUKTHOTO [JUPKOHA B TeYe-
HHE reoJIOrHYeCcKOro BPEMEHH.

SUMMARY

Close overlap of four 20 keV Zr atoms by implanting
the next Zr atoms close to the trajectory of a previous
event has been performed using the MD simulation
method. It has been shown that the structure damaged
by overlapping events contains several depleted regions
with characteristic sized of about 1-2 nm. Furthermore,
these events produce a channel of depleted matter bet-
ween the overlapping damaged regions. Results of the
MD simulations show that in these channels the coefi-
cient of diffusion of oxygen atoms is about to 10-20m?/s
at 300 K. Such coefficient of diffusion may provide a
high-diffusivity path for radiogenic Pb.
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