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C.B. I'abenkos, /I.C. Jlozeunxos, E.I'. /Ieooeckasn, C.IO. Caenko,
P.B. Tapacos, I 'A. Xonomees, C.M. Jlozéunos*,
Hayuonanvuwiit nayunstii yenmp “XapvKoeckuii (huzuko-mexnudecKuit uncmumym?”,
2. Xapvkos, Ykpauna,
*HTY «Xapvkoeckuit nonumexuuueckuii uncmumymy, 2. Xapvkos, Ykpauna

BrmonaeHa TeTpasapaliisi KOHIEHTpannoHHOTo TeTpadapa cucteMbl UO,-MgO-Al,05-Si0, u nmpoaHamn3upoBa-
HBI 0COOCHHOCTH CYOCOJIMIYCHOTO CTPOEHHS CHCTEMBI IIPH TEPMUYECKOH SBOJIOLMH, IpefonpeaeseMble 00paTh-
MOCTBIO OTACNBHBIX TBEPAO(ha30BbIX PEAKIUil B MarHUEBO-ATIOMOCHIIMKATHOH noncucteme. OKCUA ypaHa B JIBYX-
(ba3HBIX KOMOMHALMAX CTAOMIBHO COCYIIECTBYET HE TOJIBKO CO CTEXHOMETPHYECKUMHU COSTHHEHHUSIMH I10JICUCTEMBI
M-A-S, HO M cO BCEMH COCTaBaMM METACTaOMJIBHBIX TBEPABIX PACTBOPOB B 3TOW IHOACHUCTEME. Y CTAHOBIIEHO, YTO
JOMHHAHTHasI POJIb B MI3MEHEHNH CTaOMIBHBIX ()a30BBIX KOMOMHAIMH HCCIIEAyeMON CHCTEMBI OTBOJIUTCS] CaMOOpTa-
HHU3YOLIEMYCS XapakTepy pa3BUTHs TBepaoda3Hbix peaknuid B noacucreme MgO-AlLOs-Si0,, npemonpenestonie-
MYy MHU3MCHCHHUC €€ TpHUAHTYJIAIUHU HW COOTBETCTBCHHO HN3MEHCHHUC DJOJICMCHTAPHBIX TETPadApoOB B CUCTEME

UOz-MgO-Ale3-Si02.

BBEJIEHHUE

Pa3BuTre aTomHO#N sHepreTuku TpeOyer obecrede-
HUS BBICOKOTO YpPOBHS 0€30IIaCHOCTH W HAAEKHOCTH Ha
BCEX JTamax SAEpHOTO IMKJIA, HadMHAs OT JOOBIYH U
00pabOTKH YpaHOBEIX PYJ U 3aKaHYMBAs TIepepadOTKOM
00 M30ILIIUel paaroakTHBHEIX oTX0om0B (PAO). Ha
JAHHBI MOMEHT HEJIOCTaTOYHO OTPabOTaHBI BOIPOCHI,
CBSI3aHHBIE C 3aKPHITUEM M BBIBOJIOM M3 JKCILTyaTalluu
aTOMHBIX CTaHIMH, 3axopoHeHneM PAO u obpameHnem
¢ otpabortaBmmM snepHsIM TomumBoM (OST) [1-6].
[ostromy co3nanne 3h(eKTHBHBIX OapbepHBIX MaTepua-
0Bt Hagexuaor m3ossinun OST u PAO sBistercs ax-
TyaJIbHOH 3a7aueil MmaTepuanoBeaeHus [3].

BaxneiimmM 6aprepoM B MpHHATOW MexIyHapOa-
HbIM areHTCTBOM Mo atoMHoW sHeprun (MAI'ATI)
KoHLenuu 3axopoHenus PAO sBusercs maTpuua, B
KOTOPO# 3akitoueHbl 0TX0/1bl. Celiuac B KauecTBe MarTe-
puanoB st u3ossinuu PAO akTuBHO pa3pabarhiBatoTCs
CTEKIIOKPHCTAJUTMYECKIE U KepaMIUECKUE MAaTePHAITBL.

Hayuno o0ocHOBaHHBIM BBHIOOp MOIXOASIIUX Oa-
PBEPHBIX MATEPHAJIOB JIOJDKCH OCYIICCTBISITECSA C y4e-
TOM MHHUMAIIFHOW BO3MOXKHOCTH XHMHYECKOTO B3aH-
MoJeHicTBHS MeX Iy KomrnoneHtamu PAO u dazamu, n3
KOTOpBIX ciaraercs OapbepHBIl KepaMUUECKHH WM
CTeKJIOKepaMuueckuii marepuan. OKCcua ypaHa ¢ Ipo-
CTHIMH M CJIOKHBIMH TYTOIUIABKUMH OKCHAaMH (DaKTH-
Yeckn He 00pa3yeT XMMHYECKHX COCIUHCHWH, dYarie
Bcero (OPMHPYIOTCS  pa3NW4HbIE THUIBI  TBEPIBIX
pactBopoB [7-9]. TlosTOMy BaXKHBIM JONOJHUTEIBHBIM
(hakTOpOM TIpU BBEIOOpE KEPaMUIECKOTO MaTepHala JUis
MaTpHIbl, B KOTOpoi Oyner m3onmupoBarbesi PAO, siB-
JISIeTCSl BO3MOXKHOCTh 00pa30BaHuUs TBEPABIX PACTBOPOB
C IUPOKOH 007aCTHI0 TOMOT€HHOCTH, HO C MUHUMAJIb-
HBIMH M3MEHEHHUSIMH MapaMeTpPOB UX KPUCTAUTUUECKOM
pemIeTKy.

Kopaueput — cnoxxHoe TpOHOE OKCUIHOE COEIUHE-
HUE, CTEXHOMETPHUECKOMY COCTaBY KOTOPOTO OTBEYAET
xumuueckas Gopmymna Mg,AliSisOis. M3-3a cTtpykryp-
HBIX OCOOCHHOCTEH CTPOEHHSI KPUCTAIUTMUECKO# perier-

KM KOPIMEPHUT CIOCOOCH K W30MOP(HBIM HEH30BaJICHT-
HBEIM 3aMEIIEHUsM ¢ KatmoHamu Mg®*, AI**, Si** u np.,
00pa3ys TBepHIble PacTBOPHI C MIMPOKOI 00NACTBIO TO-
morenHoct [10]. Tlpu 3TOM H3MeHEeHHE TapaMeTpOB
€r0 KPHCTAILTMYECKON PEIIeTKH OYCHb Majo W He BO3-
HUKaeT OOBEMHBIX HAIPSHKEHHH, CIIOCOOHBIX TIPEBBI-
CHUTb MpeJeNt MPOYHOCTU MaTeprasa U BhI3BaTh HApYIIe-
Hue ero uenoctHoctu [11]. Kpome Ttoro, m3zBecTHO O
BBICOKOW panuanuoHHod [12, 13] u KoOppo3noHHOH
CTOWKOCTH KOPIHEPHUTa, O BO3MOXHOCTU PETYJIMPOBATh
ero QI3HKO-MEeXaHHIECKIE XapaKTePUCTHKH CO3/TaHUEeM
MHOTO(a3HBIX MaTepUaloB, HANpUMEp, KOPIUEPUTO-
MysuuToBoro tumna. Myt (AlsSi>O13) Taxke croco-
0cH 00pa30BEIBATH TBEPIBIC PACTBOPHI, UMEET BHICOKYIO
KOPPO3HOHHYIO CTOMKOCTh U UTOJIBYATYIO0 MOP(OIOTHIO
KpPHUCTAJJIOB, a CJEIOBATEIBEHO, CIOCOOCH BBIMOJIHATH
apMUPYIONIYIO GYHKIIMIO B MaTepuaie. JTo JAeaeT mep-
CIICKTHUBHBIM KCIIOJb30BAHUE MATEPHAJIOB, CHHTE3UPO-
BaHHBIX B cucteme MgO-ALOs-SiO,, B kadectBe Oa-
prepHbIX 11t m3odsiuu PAO, B Tom uncie u OST.

HeobxonuMocTs mpoBeneHns TaHHOH paboTHl 00y-
CJIOBJICHA HEIOCTATOYHOW W3YYCHHOCTHIO YETBIPEX-
komnoHeHTHOW cucteMbl UO,-MgO-ALO;-Si0, (nanee
U-UO,, M-MgO, A-Al,0s, S-Si0,) u cTpeMIICHHEM TT0-
BBICHTh TOYHOCTh MPOTHO3UPOBAHMS IOBEJACHUSA Oa-
pPBEPHOTO MaTepHaga MPH TECPMUYECKOM KOHTAKTE C
UO,. IlogobHast 3KcITyaTallMOHHAS CHTyalus TOJDKHA
OBITH OIICHEHA B KaYeCTBE MOJCIEHON MIPH Pa3pyIIeHIH
mbo aedopManuy MUPKOHUEBOW OOOJOYKH TBIJIOB B
MOMEHT uX m3omsanuu u koHtakte UQO, ¢ OapbepHBIM
MaTEePUATIOM.

Henpro naHHO# pabOTHI SBISACTCS BEHINOJHECHUE TET-
pa’apaliy KOHIEHTPAIM()OHHOIO TeTpasapa CHCTEMBI
U-M-A-S u aHamu3 OCOOCHHOCTEH CyOCOJIHIYCHOTO
CTPOCHHS CHCTEMBI TIIPH TEPMHUYECKOH DBONIOLNH,
MIPEIOTIPENCIIIEMBIX 00paTUMOCTHIO OTIENBHBIX
TBepI0(a30BhIX PEaKIUii B MarHHUEBO-aFOMOCHIIHKAT-
HOM IOJICUCTEME.
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B nurepatype UMeIOTCS CBEICHHS O CTPOCHUH JIBOM-
HBIX MOJICUCTEM MCCIIEyEMON YeThIPEXKOMIIOHEHTHOMN
OKCcHIHOU cucTeMbl [7]. B TpolHBIX cucTemax ¢ yda-
ctuem UO, U-M-A, U-M-S u U-A-S He oTmMeuaeTcst 00-
pa3oBaHKE TPOMHBIX OKCHUIHBIX COeANHEHNH. B HacTod-
1mee BpeMs O CTPOEHUHM TpoMHOM moacucrembl M-A-S
Takxke HakorieHa uHdopmarus [8, 10, 14], mo3Bossro-
asi aHAJIM3UPOBATh paHee He HCclieloBaBIIeecs cyoco-
nuaycHoe crpoeHue cucremsl U-M-A-S.

[lpn wuccnenoBaHuMM XapakTepa CyOCONHAYCHOTO
ctpoerust cucteMsl U-M-A-S y4uTHIBaIOCH HAIMYHE B
Hell 6 OnHapHBIX U 4 TPOWHBIX MOACHCTEM, BKIIIOYAIO-
mwx 4 npocteix okcuna (U, M, A, S), 4 OuHapHBIX OK-
cuna (MA, MS, M.S, A;S;) u 2 TpOWHBIX OKCHAa
(MA,S:s - kopauepur, MsA4S, — candupun). B padote
HE y4uThIBaNoch coeauHeHne US, koTopoe yIoMHHAET-
cs B [9], Kak CHHTE3HMpyeMoe B THAPOTEPMAIBHBIX YCIIO-
BusiX U crabmibHoe 10 1000 °C B Bakyyme u 10 500 °C
Ha Bo3ayxe. TeM OoJsee, 9TO B O3THEHUIITNX HCCIIEIOBA-
Husx [8] B omucannu cucteMbl UO,-Zr0,-Si0, coobma-
ercs, uro "coenuHenue USiO4 B 4MCTOM BUE HE TOIY-
YeHO W B TpexQa3HBIX O00JACTAX COCYMIECTBYIOT
SiO2+UO2(m. pactBop) +ZrSiO4(TB. pacteop) U Zroz(m. pactsop) T
UOxas. pactsop) T ZS1O4¢s. pactsop)'- T103TOMY B TaHHOU pa-
060Te M3-3a HEJOCTATOYHOM M3yYEHHOCTH HE yYUTHIBA-
JIUCH TBEPJBIE PACTBOPHI B TPOHHBIX cucTtemMax U-M-A,
U-M-S, U-A-S u coenunenne US.

METOJIUKA AHAJIN3A CUCTEMbI

[Ipn npoBeaeHNN TETPadAPALUH KOHIIEHTPALMOHHO-
ro terpadapa cucremMbl U-M-A-S mpuUMEHSIIM TeoMeT-
PO-TOIIOJIOTHYECKHE TTPABIIIA 3aMBIKAaHHS B 3JIEMEHTap-
HBIE TETPAdApHl TPaHEH C MHINMACHTHBIMHU peOpamu de-
pe3 OOIIy0 BEpIIUHY.

BrlcokoTeMmepaTypHylo  TeTpasApanio  (BbIIIC
1261 K) cucremsl U-M-A-S BBIOJTHSIN C YyY4ETOM Me-
TacTaOWIIBHBIX, HO CTPYKTYPHO YCTOHYMBHIX 10 1659 K
TBEpABIX pacTBOpoB candupuna (MsAsS,), kKopauepura
(M4AsSyp) u amomomarHesuanbHOM mmuHETH (MsAs)
[10]. Ons mporao3upoBanHus (Ha30BOr0 cocTaBa MaTepH-
aJI0OB, CHHTE3UPYEMBIX IMIPHU TEMIlepaTypax BBIIIE
1659 K, HeoOX0AMMO yUYHUTHIBATh, YTO KOPIHUEPHUTOBBIH
METacTaOMIIBHBIA TBEPABIA pacTBOP MEPECTaeT COCyIIle-
CTBOBaTh C KOPYHAOM, M Ipu Temmeparype g0 1733 K
CTaOHMJIBHO COCYIIECTBYET YK€ KOMOMHAIMS (a3 u3 Ko-
pPyHAa M METacTaOMIBHOTO canUPUHOBOTO TBEPAOTO
pactBopa. Jlms aTOro cimydass He0OXOIUMO YIUTHIBATH
BO3MOXKHOCTb JTAJTbHEHINIETO HACHIICHUS alFOMUHHEBOH
MOJPEIIETKH OTMEUYCHHBIX TBEPIBIX PAacTBOPOB U 00-
pa3oBaHMs TBEPAOTO PacTBOpa KOPYHIA C MYJIIHTOM.
Henocrarounocts MH(GOPMAINH O COCTaBE MYJUINTOBBIX
TBEPABIX PACTBOPOB IPU TAKUX TeMIlepaTypax o0Oycas-
JIMBAaET BO3MOXKHOCTH BBITIOJIHUTH JIMIIb TIPOTHO3 CyOCOo-
TUAYCHOTO cTpoeHus cucreMbl U-M-A-S npu Temmepa-
Type Bbime 1659 K. BaxkHO y4UTHIBaTh, YTO C POCTOM
TEMITEpaTyphbl U3MEHSETCSI HE TOJIBKO COCTaB, HO M THII
KPHCTAJUIMYECKUX PEIICTOK OTMEYEHHBIX TBEPJBIX
pactBopoB [10]. JIng MyJUIMTOBBIX TBEPABIX PacCTBOPOB
B OTHX TEMICPaTypHbIX HHTEpBAJIAX IMPUHHMAIN CO-
cTaB, oTBeyaromuii popmyiie Ai;Ss, a COCTaBbI MPECIb-
HO HACBIIIEHHBIX TBEPABIX PACTBOPOB - HA OCHOBE KOP-

nueputa u candupuHa M;A¢S;s u M7AsS;, COOTBeT-
ctBeHHo [10].

XapakTtep TEpPMHUYECKOM  3BOJIOLUU  CHCTEMBI
U-M-A-S HarmsgeH Ipu CpaBHEHHH HCCIEIOBAHHON
HAMH CHCTEMBI [UIS Pa3IMYHBIX 00JIaCTel TeMIepaTyphl
(puc. 1-4).

PE3YJIbTATbBI AHAJIN3A

JoMuHaHTHas poOJb B M3MEHEHHWH CTAOWIIBHBIX (a-
30BBIX KOMOHMHAIMH HCCIIENyeMOH CHCTEMBI OTBOAUTCS
CaMOOPraHU3yIONIEMYCsl XapakTepy Ppa3sBUTHS TBEPIO-
¢a3HpIX peakuuii B mogcucteme M-A-S, npeponpenens-
IOII[eMy M3MEHEHHUE €€ TPUAHTYIALUU U COOTBETCTBEH-
HO WM3MEHEHHE DJIEMEHTapHBIX TETPa’IpOB B CHUCTEME
U-M-A-S.

Oxcup ypaHa B [ByX(a3HBIX KOMOWHAIMSIX CTa-
OMIBHO COCYIIECTBYET HE TOJBKO CO CTEXHOMETpHUE-
CKMMHU COCIUHEHHMAMHU NoacucteMsl M-A-S, HO U co
BCEMH COCTaBaMH METacTaOMIIBHBIX TBEPJIBIX PACTBOPOB
B OTOH MOJICUCTEME.

Bo Bcex TemriepaTypHbIX HHTepBaiax (cM. puc. 1-4)
COXpaHseTCca CTaOWIBHON KaHOJa MEXIY KOPAUEPUTOM
U MYJUIUTOM (WJIM COOTBETCTBYIOUIMMH TBEPIBIMH
pacTBOpaMH), YTO MOATBEPXKIAET BO3MOXHOCTH COCY-
IIECTBOBAHMS MaTepHalta KOPAUEPHUTO-MYJLIUTOBOTO
TUIA B TpeX(Pa3HOI KOMOMHAIIMYU C OKCHJIOM YpaHa.

Tpexcasusle KopAuEpUTCOJEpKAIINE KepaMHuue-
cKkue Matepuaisl cucteMbl M-A-S, crmocoOHble cTa-
OWIBHO COCYIIECTBOBaTh B KOMOHMHAIIMH C OKCHIOM
ypaHa, MPOTHO3UPYIOTCS B KOHIIEHTPALMOHHBIX 00a-
CTSX C HEM3MEHHOW TPHUAHTYJSLUENR U COOTBETCTBYIO-
mel HEN3MEHHOCTBIO IEMEHTAPHBIX TETPa3JpoB CH-
crembl U-M-A-S. CHATamisl ¥ CTEKIOKPHCTAILTIIECKIE
MaTepHallbl paloHajIbHEe CHHTE3UPOBATh B KOHIICH-
TPAIMOHHBIX 00MacTIX: KIMHOdHCTAaTUT (MS) — Kpem-

S

M U

HeseM (S) - kopaueput (M>A»Ss) 1 KpeMHE3eM - KOp.I-
epuT — MyJuHT (As3S»).

Puc. 1. Cybconrudycrnoe cmpoenue cucmemot U-M-A-S
npu memnepamype oo 1261 K

107 BOITPOCHI ATOMHOM HAYKU U TEXHUKH. 2006. Ne 1.
Cepus: BakyyM, uncTble MaTepualbl, CBepXnpoBoaHuKH (15), ¢.106 - 109.



Puc. 4. Cybconudycnoe cmpoenue cucmemot U-M-A-S
npu memnepamype gviute 1733 K

BbIBO/bI

B BeIcOKOTIIMHO3eMHCTON 06sacTu cucteMsl M-A-S
MOJKHO CHHTE3MPOBATh MaTepHaibl KOPYHAO (A)-Myi-
nmuTo-KopanepuroBoro tuma [10], ¢a30oBbIi cocTaB Ko-
TOPBIX OyJIeT afanTUPOBATHCS K M3MEHEHUSIM BHELTHUX
TEIUIOBBIX ITOTOKOB TaK, YTO KOPAUEPHUT B XO/I€ CAMOOP-
TaHU3YIOUIMXCS TBepAO(A3HBIX peakluuii B cuUcTeMme
M-A-S Ge3 HaCTYIUICHHSI CBOETO IUIaBJICHUs OyJeT BeCh
TTOCTETIEHHO M3PAaCcX0I0BaH (depe3 MPOMEXYTOUHOE 00-
pasoBanue candupuna) (cMm. puc. 2 u 3) Ha hopMUpoBa-
HUE Tpex(a3HOH KOMOWHAIMM KOPYHI—MYJUIHT-IIIIH-
HEllb, pacuYeTHasl TEMIEpaTypa BTEKTHUKH I KOTOPOH
oneHena 2061 K.
Takum o0Opa3om, TMoka3aHa JIOCTATOYHAS IEPCIEK-
U  THBHOCTb pa3pabOTKH KepPaMHYECKHX OaphepHbIX MaTe-
puasnoB B cucteMe M-A-S 1 000CHOBaHa CTaOMIBLHOCTH
oTpeieNIeHHBIX (Da30BbIX KOMOWHAITNH B KOHTAKTE C OK-
CHJIOM ypaHa, 4TO MO3BOJISIET C/IENIaTh BBHIBOJ O BO3MOXK-
S HOCTH 0€301acHO KarCyJIMpOBaTh TBIJBI C MOBPEKIACH-
HOW LMPKOHUEBOH OOOJOYKOW B KOPIHUEPUTCOACPIKA-
mux Matepuanax cucrembl MgO-AlO;-SiO, B mmpo-
KOM TeMIIepaTypHOM HHTEpBaJIe.
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Buxonana Terpaenparisi KoHIeHTpaniiiHoro Tterpaeapy cuctemu UO,-MgO-Al,05-SiO, Ta mpoanamizoBaHi
0co0yMBOCTI cyOcomiycHOl Oy/I0BH CHCTEMU NPH TEPMIdHIN €BOMIOLIT, sIKi 3yMOBJIIOBaHI OOOPOTHICTIO OKPEMHX
TBepAoa3HNX peakliii y MarHieBo-amoMocHIiKaTHIA mincucremi. Okcuj ypaHy B 1BO(]a3oBHX KOMOiHAIMifgX
CTablIbHO CHIBICHY€ HE TIJIBKM 31 CTEXIOMETpHMYHMMH cnoiykamu migcuctemu MgO-AlLO;-Si0, , ane i 3 ycima
CKJIaZIaMi MeTacTalOiIbHUX TBEPAMX PO3UMHIB Yy Wil mizcucremi. BcraHoBiIeHO, MO JOMIHAHTHA POJIb y 3MiHI
cTaOlnbHUX (pa30BUX KOMOIHAMIA TOCTIIKYBaHOI CHCTEMH NPHUAUIIETHCS XapakTepOBI PO3BUTKY pEakIlii, mio
mpoxoJsaTh B TBepmid ¢asi y mincucremi MgO-AlLOs-Si0O,, Ta caMoopraHizyloTbCs W BH3HAYAIOTh 3MIHY
TPIaHTYJISIMII CHCTEMH Ta BiAIIOBIAAIOTH 3a 3MiHY elleMeHTapHuX TeTpaeapiB y cuctemi UO,-MgO-ALO;-Si0; .

ANALYSIS OF SUBSOLIDUS STRUCTURES SYSTEM UO,-Mg0-Al,O;-SiO;

S.V. Gabelkov, D.S. Logvinkov, E.G. Ledovskaya, S.Yu. Sayenko,
R.V.Tarasov, G.A. Kholomeyeyv, S.M. Logvinkov

A tetrahedration of concentration tetrahedron of system UO,-MgO-AlLO;-SiO; it is executed also features sub-
solidus structures of system at the thermal evolution, predetermined by convertibility separate solidphasic reactions
in magnesium-aluminium-silicate subsystem, are analyzed. Uranium oxide in biphasic combinations stably coexists
not only with stochiometric connections of subsystem MgO-Al,05-SiO,, but also with all compositions of
metastable solid solutions in this subsystem. It is established, that the prepotent role in change of stable phase com-
binations of researched system is allocated to self-organizing character of development solidphasic reactions in sub-
system MgO-AL,0O3-SiO, , which predetermined change of its triangulation and accordingly change of elementary
tetrahedrons in system UO,-MgO-AlO;-Si0O;.

109 BOITPOCHI ATOMHOM HAYKU U TEXHUKH. 2006. Ne 1.
Cepus: BakyyM, uncTble MaTepualbl, CBepXnpoBoaHuKH (15), ¢.106 - 109.



