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[TepcrieKTUBHBIMU MaTepyUaiaMU (MaTpULIAMU) JJI1 U30JISILIMU OTXOMIOB SIAEPHOI SHEPTETUKM C TOJTOXM -
BYIIMMU PAIMOHYKIIUIAMU, B IIEPBYIO OUepenb aKTUHUAAMU, CyXKaT Kpuctayummieckue ¢dasbl. [ItaBieHn-
€M B “XOJIONHOM” TUTJIe MHAYKLIIMOHHOTO HarpeBsa nojiyyeHa noTeHuaibHasi MaTpulla HOMUHAJIbHOTO CO-
ctaBa, Mac. %: 50 TiO,, 10 MnO, 10 CaO, 5 Al,03, 5 Fe,03, 10 ZrO,, 10 CeO, (nMUTATOP AKTUHUIOB).
B o6pasiie noMmuHUpYeET LeaeBast haza MypatanuTa, UMEIOTCSI KpUYTOHUT U cTeki1o. [TosiBneHue creksa cBsi-
3aHO ¢ KOHTaMHWHallMei pacruiaBa OrHeyrnopHoi ooMa3koii Turist. Kak u B Apyrux oo6pasiax, moydeHHbIX
IUIaBJIEeHWEM, MypaTauT 00pa3yeT 30HATbHbIE KPUCTAILIbI, LIEHTP KOTOPBIX O0OTAILEH TSIXKEJIbIMU 3JIeMEH-
tamu (Zr u Ce). Ha mypataut nipuxoaurcs 10 80% MMUTATOPOB palOaKTUBHBIX OTX0M0B. O0IydyeH e 10-
3011 B 22 mutH I'peit npuBeso K yacTuuHOit amopduzaiu KpuutoHura. [1o pesynabraram IMHAMUYECKOTO
TecTa ¢ OMHOKPATHBIM MPOCAYMBAHUEM PACTBOpa CKOPOCTH BhilenaunBaHust Ce (mopoinok, Boga, 70°C)
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[IpobGiema m30IALMM PagOAKTHUBHBIX OTXOIOB
00OpPOHHOIT IIPOMBIIIICHHOCTA M SIAEPHOI 3HEepre-
TUKU aKTyaJibHa MHorue aecsatuiaetus [1]. I'maBHyro
OMNACHOCTh MPEACTABISIOT OTXOAbl BLICOKOTO YPOBHSI
pamuoaktuBHOCTH (BAO) oT nepepaboTKu 00JTydeH-
HOTO SIICPHOTO TOILIMBA, COACPKAIlINe PagON30TO-
bl TIPOAYKTOB AeJICHUsI U TPAaHCYPaHOBBIX aKTUHU-
noB (Np, Pu, Am, Cm). 9t BAO 0CTeKJIOBLIBAIOT B
OopoCHIIMKAaTHBIC MIN ajJroModocdaTHbIe KOMITO3M -
muu [1—3], omHako Oojee YyCTOMYMBOM 1 Oe3o1ac-
HOI nX GOpPMOI CIIyKaT KpUCTAJJIMYECKIE MaTpU-
bl [1—11]. Ponb Takoit MaTpuiibl 0COOEHHO BhICOKA
IPY U3OJISTIINH JoJToXnByImnx BAO, B YacTHOCTH X
¢dpakuuii, comepxkaiux akTuHAIbL. 1t aToro npem-
JIOXXEHBI OKCHIBI CO CTPYKTYpOii (hIIIOOPUTOBOTO TH-
Ma ¥ MPOU3BOJIHBIMU OT HEe — MUPOXJIOP, LIUPKOHO-
JuT, mypatauT [4—11]. Y3-3a pa3andHOM IJIOTHOCTH
B KEpaMUKe Ha SOIMHUILY 00beMa coaepXuTcs B 1.5—
2 paza OOJIbIIIE OTXOAOB, YeM B CTEKJaX, Jaxke IIpu
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oInMHaKoBoiT KoHUeHTpannnu BAQO, 9TO TO3BOISIET
addheKTUBHEE UCOIb30BaTh MPOCTPAHCTBO MOA3EM-
Horo xpaHuauia. J1oJst OTX010B B KpUCTATUYECKUX
MaTpulax OObIYHO BhIIIE, YEM B CTEKJIaX, OHU TOpa3-
J1o 60JIee yCTOMYMBBI B HArPETOU BOJE I BOIHBIX pac-
TBOopax. Kepamuueckue MaTepruaibl B MEHbIIIEH cTe-
MEHW TIOABEPXKEHbl U3MEHEHUSIM TIpU Pa3orpeBe
W3-3a paguoOaKTUBHOIO pacliaia, TOTJa KakK CTeKja
KPUCTALIU3YIOTCA [1] ¢ yBeInMYeHMEM UX pacTBOPU-
MOCTH.

I1pu BeIOOpe MaTpul, BAO HeoOXOoaUMO YIUTHI-
BaTb BO3MOXHOCTb WX IMPOMBIIIEHHOTO CHHTE3a.
B sanepHoit uHayCTpUM 1151 TOJy4YeHUs] BbICOKOpa-
JTUOAKTUBHBIX MaTepUaIOB (TOIJIMBO, KOHCEPBUPY-
IOI€ MaTPULIbI OTXOJ0B) MPUMEHsIETCS TBepaoda3-
HO€E crieKaHUWe, B TOM YKCJIE MO/ NaBJIeHWeM, TlIaBie-
HUE B BJIEKTpoIlleuax WIM TUIVISIX MHIYKIIMOHHOTO
HarpeBa [1—9]. [1lnaBieHne KepaMUK TTPOUCXOIUT B
uHtepBaie 1350—1550°C, yTo 3HAYUTEJILHO BBIIIE,
yem y B—Si-(1100—1200°C) u Al—P-ctexon (900—
1000°C). [Ins TodydeHUs] TYTOIUIABKMX MAaTpPUIL
MPEMIOXKEH METOA WHAYKIIMOHHOTO TIUIaBJIEHUS B
“xomonHom” turie, UITIXT [2—4, 7—10] ¢ Temrniepa-
typamu 1o 2000°C. UmutaTopom aktuHuIoB (Pu, Np,
Am, Cm) npu uUX CHUHTe3¢ OOBIYHO CJIy>KaT peaKue
3emi [4—11], B yacTHOCTM Liepuii, 1U3-3a OJIM30CTU
KPUCTAIUIOXMMUYECKUX CBOMCTB f-21eMeHTOB [12].
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106 IOAWUHIIEB u ap.

B coo0meHn n3aoxkeHbl HOBbIE JaHHBIE O CTPO-
€HUM U pagUuallMOHHOM YCTOMYMBOCTU MAaTPUILIbI
BAO, nonyuennoii UITXT, u cocrosiueit u3 a3 my-
patauToBoro tuiia. I1o pe3yabpTaTaM NpexXHUX padoT
[4, 7] cocTaB Takux MaTpUII OpeaescH Kak (Mac. %):
5.0 Al,03, 10.0 CaO, 55.0 TiO,, 10.0 MnO, 5.0 Fe,0;,
5.0 ZrO,, 10.0 BAO (oxcuapsl P339, akTMHUIOB MU
nX cMecu). MypaTaut B HUX JOMUHUPYET, UMEIOTCS
¢as3pl CO CTPYKTYpO#l pyTuja, KpUYTOHUTA, MUPO-
XJIopa, HUPKOHOJNTA U IIEpOBCKUTA. TUTaHAT KaJlb-
nust, P3D m akTMHUIOB CO CTPYKTYpOM TIEPOBCKHUTA
001agaeT HU3KOM YCTOMYMBOCTBIO B BOJIE MTPU TTOBHI-
meHHbIX TemIiieparypax [11]. YTtoOnl m30exkaTrb ero
MOsIBJIEHUSI, KOHleHTpauuss ZrO, yBeauyeHa Ha
5 mac. % co carkenueM gonu TiO,. s cuHTe3a uc-
I0JIb30BaH TUTEJIb C BHYTPEHHUM TUaMETPOM 58 MM,
BBICOTOI 180 MM M ILIOLIAABIO TOBEPXHOCTHU 26 CM?.
CTeHKU TUIJISL CI0XKEHBI MOJIBIMU MeTHBIMU TPYyOKa-
MU, B BEpXHEM €ro YaCTU HAaXOIUTCS y3€JI AJIsT [IOABO-
Jla ¥ oTBoAa oxJiaxkaarwolieid Boabl. C BHEIIHEN CTO-
POHBI CTEHKU THUIJISI TTOKPBLITEI OOMAa3KOM M3 OrHe-
yIIopHO¥M TAWHBL. Mg TIomydyeHWs HadaabHOMN
BaHHBI paciljlaBa B TUTEJIb 3arpyxajach IIMXTa CO-
craBa (Mac. %): 50 TiO,, 10 MnO, 10 CaO, 5 AlL,O;,
5 Fe,0;, 10 ZrO,, 10 CeO,. [1151 ee HarpeBa U UHULIMU -
allMM TUIaBJIEHUST MCIToab3oBaH rpadur. Ilocie ya-
ctraHOTO (50—80% ) TTaBIeHHUST CMECH U CTaOMIT3a-
U1 pabOThl YCTAHOBKM 3arpyKajii HOBbIE MOPLIUAU
muxThl. O0I1as Macca IMXThI cocTaBmiia 508 r, B ToMm
yucie 128 r — HavanbHas 3arpy3ka u 380 r — nocle-
nyioiye nmopuuu. TemIiepaTrypa IOBEPXHOCTU pac-
IUlaBa IO JaHHBIM OIITMYECKOro IMpPOMETpa paBHA
1550—1650°C. CpenHee 3HaYeHME MOIIIHOCTU BBICO-
KOYaCTOTHOTO TeHepaTopa B XOAe SKCIIEPUMEHTA CO-
ctaBuio 5.05 kBT, mpu 3TOM ITpOM3BOAUTEIBHOCTD
YCTAHOBKM paBHa 1.2 KT KepaMUKU B Yac, a yaeJbHbIe
SHEPro3aTpaThl NP NOJYYeHUHM |1 KT MaTpUIIBI Olle-
HUBalOTCs 3HaYeHUeM B 5.7 KBT 4.

BausitHue ckopocTM oxjiaxXAeHHUsl paclijlaBa Ha
CTPO€HME MATPUILILl U3Yy4aJoCh ABYMsI CIIOCOOAMM.
He6onpmyio ero yacts (100 T) oTOMpanu ¢ moBepx-
HOCTH TUTJIS 1151 OBICTPOM 3aKaIK!, a OCTAJIbHOE KO-
JmuecTBo (okoso 400 ) oxiyraxXgajay B CAaMOM THUIJIE
(puc. 1a) 3a cueT CHUKEHUSI TOABOAMMOMI MOIITHOCTU
1 BBIKJIIOUEHMST YCTAaHOBKU. MccaenoBaHue 3TUX 00-
pas3110B TO3BOJISIET BbISIBUTH OCOOEHHOCTU CTPOSHUS
KpaeBOIi M EHTPAJIbHOI 9acTeit 6;10Ka MaTPUIIHI TT0-
cJie cMBa pacrjiaBa U3 TUIJISE B KOHTEHHEp ISl T10-
clienyolero 3axopoHeHusi. Ilo maHHBIM 5 u3Mepe-
HUI METOJOM TMIPOCTAaTUYECKOTO B3BELIMBAHUS Ha
BJIEKTPOHHBIX BecaX C IUIOTHOMEPOM YIE/IbHBIN Bec
o6pasua cocrasiger 4.01 r/cM?, 4To 61M3KO K 3HAUE-
HUSM TUIOTHOCTM TUTaHaTHOU Kepamuku CUHPOK
(Synroc) u B 1.5—1.6 pa3a GoJblie, YeM y CTEKII000-
pa3HbIX MaTpuil [1].

OO6pa3upbl M3yYaJIMCh PEHTIeHO(MA30BBIM METOIOM
(P®A) n B ckaHUpYyIOLIEM 3JIEKTPOHHOM MHKPOCKOITE
C DHEPro-ArMCcHepcuoHHBIM AeTeKTopoM (COM/DC).

JOOKJIAIBI POCCUMCKOM AKATEMUU HAYK. HAVKU O 3EMIJIE

151 oLIeHKM YCTOMYMBOCTH K pagualiii MX o0JIyda-
JIM Ha yCTaHOBKe ¢ UCTOYHUKOM Co-60 10 3HaYeHUS
no3bl 22 MiH I'peii. C 1esiblo u3ydyeHus1 KOppO3UOH-
HOIT CTOMKOCTH Ha ITpruMepe odpasiia 13 01oKa OblTa
MpoBeAeHa Cepusl IMHAMUYECKUX MCIIBITAHUI C OJ-
HOKpAaTHEIM IIPOXOXIEHMEM pacTBopa (single pass
flow test, SPFT) uepe3 ¢ppakiuio ¢ pasMepoM 3epeH
o1 0.125 10 0.071 mMm. OGpa3el] 3achINaIn B COCYIBI N3
TedioHa 00beMoM S50 MJT M TOMEIIAJIM B TEPMOCTAT C
temrepatypoii 70 £ 2°C. Uepe3s Ted10HOBBIE TPYOKU
B COCY/bI IToaBaad OMAUCTUIIMPOBAHHYIO BOIY CO
cKopocThio 1 Mi/4 (cepus 1, IIUTENbHOCTD 3KCIIepU-
MeHTa 9 cyT) unu 2 miu/u (cepus 2, 7 cyt). Macca
TBepaou ¢assl coctaBasia 2.01 r (cepusg 1) u 1.77 r
(cepus 2). ITocne nmpoxoxaeHus yepe3 oopasell pac-
TBOp MOCTyHaJl B eMKOCTH, OTKYyIa €XeCYyTOUYHO OT-
Oupasicsl Ha aHaJM3 aTOMHOM amcopoiueit (Al, Ca,
Fe, Mn) m MHOYKIIMOHHO-CBSI3aHHOIMI MacC-CIIEK-
tpomeTpueii, ICP—MS (Ti, Zr, Ce). [Ipenen o6Hapy-
KeHus paBeH, B MKr/n: 8—10 nna Al, Ca, Fe u Mn,
0.2 nnst Ti, 0.03 s Zr u 0.1 g Ce TIipy TOYHOCTU
onpeaelIeHUs CoAep>KaH!il BCeX 3JIEMEHTOB B TMaria-
30He +5—10 oTH. %.

CrtpoeHue 3aKaJeHHOI0o o0pa3lia U KepaMUKU U3
0J10Ka C MeHbIIIell CKOPOCTBhIO OXJIAKIEHUST MOKa3a-
HO Ha pwuc. 1, cocTtaBel a3 MpUBEIcHBLI B Tadm. 1.
ITo nanHbpiM POA 1 COM/BAC B HUX UMEIOTCS: My-
parauT, KpUYTOHUT U cTeksio. B obpasie u3 610Ka
3epHa (a3 oxumaeMo UMelT OoJiee KPYIHbIA pa3-
Mep, 0COOEHHO KPUUTOHUT, IMPU OTCYTCTBUM 3HAUM -
MBbIX pa3Inuyuii B BaJJoBoM cocTase (TabJ. 1). Ctekio
MOSIBJISIETCS U3-3a PACTBOPEHUS B pacilyiaBe 00Ma3Ku
TUIJISI, €0 KOJIMYECTBO OKOJIO 5% U MPUMEPHO OIIU-
HaKOBO B 00oux oOpasuax. TunnaHas yepTa IiaBie-
HBIX KEPAMUK — 3TO 30HAJILHOE CTPOEHUE 3€PEH MY-
parauTa: OT UX LEeHTpa K KpasiM CHIKAETCsI CoepKa-
HUE 3JIEeMEHTOB C OOJILIIMMU aTOMHBIMU MaccaMu
(Zr) 1 Bo3pacTaeT KOHLEHTpalMs JIETKUX DJIEeMEH-
TOB. 3aMeTHee BCero, MoYTu B 3 pasa, UX COCTaBbI
pasznuyarorcs o cogepxkanuio ZrQ, (BbllIe B LICHTPe
3epeH), KoHueHTpaius Al,O; u Fe,O; Bo3pacTtaer ot
HeHTpa K KpassM IpuMepHo B 1.5—2 pa3za, a Koimde-
CTBO OCTaJIbHBIX 3JIEMEHTOB yBeJUYMBaeTcsl Ha 10—
20 otH. %. s KpUYTOHUTA W CTEKJIa HaGIIomaeTcst
najibHelliee cHuxXeHue cogepxanuit ZrO, u Ce,0;
(TabJ1. 1) mo cpaBHEHUIO C MypaTauTOM MpPU yBeJIMYEe-
Huu KoHueHTpauuu TiO, wiu SiO,. Paznuuus B co-
CTaBe OIpeNelISIIOT pa3Hy oKpacky 3epeH Ha COM
cHUMKax (puc. 10, 1B) — OoJjiee cBeT/IyIO OISl 1IeH-
TpaJIbHBIX YacTeil 3epeH MyparanuTa U camylo TEMHYIO
1151 a3kl cTekia. BajeHTHOCTD Lieprst HaMuy He u3yJa-
Jlach, HO 13-3a BBICOKOI TEMIIEpaTypbl CAHTE3a U C yue-
TOM JAHHBIX ITyOJIMKALIMK [6] 1 psima IpyTux paboT OH,
BeposATHee Beero, Haxoaured B Bune Ce’t u Ce*' ¢ no-
MUHMpOBaHUeM cocTossHus Ce’t.

McKyccTBeHHBIII MypaTauT KPUCTAJUIU3YeTCsI B
HECKOJBKMX THUIMAX CTPYKTYP C KPaTHOCTBIO ITapa-
MeTpa 3JIEMEHTapHOI staeiku 3, 5, 7 uimm 8 oTHOCH -
TOM 498
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Puc. 1. CHuMok 6710Ka KepamMuku (a), COM-u3obpaxkeHne 3aKajJeHHOro oopasiia (0) 1 BelllecTBa U3 0JIOKa ¢ MEHbIIE CKO-
pOCTBIO OxJIaxaeHus (B), pEHTTeHOrpaMMBblI (T) 3aKajleHHOro obpasua: / — 1o u 2 — nocie oonyyeHust. M — myparaut, K —

kpuutroHur, C — ctekiio. YepHoe Ha puc. 1B — OpHI.

TEJIbHO MCXOMHOI peiretku ¢dmaoopura [7, 10, 13].
Onu o6o3Havarorcs Kak C3, C5, C7, C8 (byksa “C”
O3HaYaeT KyOMYECKyI0 CUMMETPHIO, a dpa — KpatT-
HOCTb MapaMeTpa STYeMKN) U COCTABJISIOT MOJIMCOMa-
TUYECKYIO CEpPUI0 C KpallHUMU 4YjeHaMW: MypaTauT
C3 — mupoxitop [13]. Mcxonst U3 CTpOeHUS M COCTaBa
3epeH MypaTauTa, MOXHO IIperojiaraTb HaJuuue B
3TOM 00paslie IBYX pa3sHOBUIHOCTEM, BeposITHO C5 u
C8. bonee TouHOE ornpenesieHUe KPUCTATIJIOXUMUYEe-
CKMX MapaMeTpOB MypaTauTa — 3amada OyAdyILInX Uc-
CJIeIOBaHUM, B TOM YMCJIe C TIPUMEHEHUEM COBpEe-
MEHHOTO MeToaa TN(PaKIIUN OTPAKEHHBIX SJIEKTPO-
HoB [14]. ITo conepxkanuio ZrO, eHTpaIbHbIC YaCTU
3epeH 011u3Ku K upkKoHoauty (CaZrTi,O,). OcHOB-
HOe oTpaxeHue LypKoHoauTa (hkl = 221) JeXuTt B
o6aactu yrimoB 30.2—30.8° u cmemaeTca B 06J1acTh
MEHBIIMX 3HaYeHUi ¢ pocToM coaepxanus Ce [6].
OTo mpuMepHO Ha 1° o 20 MeHbIIIe (puc. 1T), 9eM y
IJ1aBHOTO OoTpaxkeHusI (pa3 mypaTtauta ¢ ikl =555 (C5)
unu 888 (C8). Ipyrue orpaxkeHusl IUPKOHOJIMUTA, B

JOKJAIBI POCCUMICKOW AKAJTEMUU HAYK. HAYKHU O 3EMIJIE

gacTHOCTHU C hkl = 004, He 0OHapyKEHBI, YTO CTABUT
TIOJT BOITPOC €T0 IMPUCYTCTBUE.

MuHepaJbl TPpYHIIbl KpUMUYTOHUTA ¢ o0IIeil op-
mysoit XMAVIBVIC IV T,054 (A = Ba, K, Pb, Sr, La, Ce,
Na, Ca; B=Mn, Y, U, Fe, Zr; C=Ti, Fe, Cr, Nb, V,
Mn; T= Fe, Mg, Zn) BcTpe4aloTcs B psijic MarMaTu-
yeckux U Metamopdurueckux nopox [15]. Kiaccuue-
CKUiT KpUUTOHUT O0JIamaeT TPUTOHAJILHOM CUMMET-
pueit (rip. tp. R3, Z = 3) ¢ mapamMeTpaMu STYEUKU
a~10.4 Auc~21 A. Borarsie Tutanom (C = Ti) pa3-
HOCTU BCTPEYAIOTCSI B KPUCTAJUIMYECKMX MaTpHUIIax
pamuonykiaunos [4, 7, 10, 11]. ConepkaHue aKTUHU-
noB U ux P39 mMuTaTopoB B KPpMUTOHUTE OOBLIYHO
Huxke, yeM B mypataute. [locne obiryyeHust ¢popma
pedireKcoB KpMYTOHUTA HA PEHTTeHOTpaMMe MEHSI-
€TCsI: CHUIKAETCSI MX MHTEHCUBHOCTh 1 PacTeT MOy~
IpyrHa (IIMpUHA Ha CepeaUHE BhICOTHI). DTO OOBIU-
HOEe TIpOSIBJIEHUE pasynopsiioyeHus1 (4acTUYHOM
amopdu3zanmnm) CTpyKTyphl pa3. O0ydeHEe He CKa-
3bIBaeTCs Ha (hOopMe OTpakKeHUI MypaTanTa, 4To I103-
2021
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IOOWHILEB u np.

Taomuua 1. CoctaBel 06pa3iioB u (a3 (cpemHee U3 4—5 aHanm3oB), nanHble COM/DC (X = 100%)

OKcu. 3akaJleHHBII1 06pas3el; KepaMuKHu (puc. 1 6) O6pa3zen, oToOOpaHHbIi K3 O10Ka (puc. 1 B)

Mac. % O6paserr® M, My, K C O6paszen?® M, My, K C
Na,O 0.5(0.06)°| — - - 18 1 04(0.060°| - - - 17
Al,O3 5.3(0.05) 2.0 3.9 5.7 13.7 5.3 (0.05) 1.9 4.1 5.5 13.4
SiO, 4.4 (0.04) — 0.48 1.6° 26.0 4.1 (0.04) 0.48 0.5® 0.48 26.3
K,O 0.2 (0.02) — - 0.1 0.7 0.2 (0.02) — — - 0.7
CaO 8.7 (0.05) 8.1 9.0 4.3 15.0 8.7 (0.05) 8.0 8.8 33 17.0
TiO, 48.2 (0.11) 42.2 51.8 60.0 20.8 [ 48.4(0.11) 42.0 51.7 62.9 16.6
MnO*" 9.1 (0.08) 8.4 9.6 9.3 9.4 9.1 (0.08) 8.2 9.8 9.3 11.0
Fe,05" 6.6 (0.07) 4.3 6.5 10.6 4.6 6.8 (0.07) 4.1 6.5 10.7 4.8
Zr0O, 8.6 (0.13) 27.0 9.6 1.5 0.6 8.4 (0.12) 27.7 9.7 1.9 0.5
Ce,05" 8.4 (0.12) 8.0 9.2 6.9 7.4 8.6 (0.12) 7.7 8.9 6.0 8.0

TIpumeuanue. 2 — cpennee no 5 aHanusaMm ruiowanok 400 Ha 400 MKM,

6_ CpeIHeKBaIpaTUYHOE OTKJIOHEHUE (G) B aHaJIM3axX ColIep-

XaHWi 371IeMeHTOB. M — MypaTtauT, 1ieHTp (1) u kpas (kp) 3epeH, K — kpuuronur, C — ctexiio. [Ipouepk — Huxke mpenesia ooHapyxke-
Hug 31eMeHTa (20). ® — BO3MOXEH 3aXBaT CTeKJIA. - — CTeNeHN OKMCIEHKs 3JIEMEHTOB IIEpEMEHHOM BaJIEHTHOCTH IPUHATHI KaKk Mn~™

Fe’t u Ce’t.

BOJIACT IIPEAITOJIOKHNTD OoJice BBICOKYIO €TO YCTOﬁQH—
BOCTb K raMMa-pagvaliun.

VYcIoBUST OMBITOB U COIEpXaHUsI 2JIEMEHTOB B
pacTBopax o BeilenauynBaHuio, TecT SPFT, nansr B
Tabs. 2. CKOpOCTh BbllllesauMBaHus ayemMenTa (R;),
HOPMUMPOBaHHas K €ro coiepXXaHuIo B 00paslie, UMe-
€T pa3MEPHOCTb I/(CM? CYTKM) U BBIYMCIISETCS IO
dopmyne [5]: R;= (C,q)/(fS), 3neck C; — conepkaHue
aJ1eMeHTa B pacTBope (r/cM’), @ — CKOpOCTb IOTOKA
(cM3/cyTkn), f — 10718 27€eMeHTa B COCTaBe KepaMu-
KM, S — IUIOLIAAb TIOBEPXHOCTU TBEPAOH a3kl (cM?).

ITo nanubiM COM /D1 C-aHanu3a noJist 3JieMeHTa
B kepamuke (f) cocrasisieT 0.06 o Ca, 0.07 miist Mn,
Ce u Zr, 0.29 nna Ti. [ToBepxHOCTh TBepaOi a3kl
(S, cM?) paccuurana kak S = 3m/(rp), rie m — Macca
obpasna (T), r — CpeaHU paaryc 4acTUll ITOPOIIKa
MaTpUIBI (CM), P — YIeIbHbII Bec KepaMUKH (1/cM?).
Macca tBepmoii da3bl B onbiTax pasHa 2.01 r (cepus 1)
u 1.77 r (cepust 2). B onbiTax ncnoib3oBaHa (hpakiivs
3epeH ¢ pa3mepom ot 0.125 u 0.071 MM, cpeaHuit pa-
auyc mpuHAT 3a 4.9 X 1073 ¢cM. C y4eTOM MJI0THOCTU
kepamuku 4.01 r/cM?, paccuuTaHHag TUIOIIAAb T1O-
BEPXHOCTY TBEpHOii (pasbl cocTaBmiaa 308 cM? (cepus 1)
u 271 cm? (cepus 2). UsMepeHHasd 1o ancopouuu
nHepTHoro ra3a Kr meronom BET momians moBepx-
HOCTHU 3€peH MATPHUILbI OYTH B 6 pa3 BHIIIE pacyer-
HOIT BEJIMYWHEI [5], 9T0 HEOOXOIMMO YIUTHIBATh TP
BBIUMCIIEHUY 3HaYeHus R;.

Meton SPFT ncnonb3yercs Ipu N3y4eHUH CTEK-
JIOOOpa3HBIX M KPUCTAIUIMIECKNX MaTpuil. s 1mo-
CJIEMHUX OH OIITUMAJICH, IIOCKOJIbKY KepaMUKU
yCTOMYMBEE K BO3IEHCTBUIO PacTBOPOB MO CpaBHE-
HHUIO CO cTekjaamu. B pesyiabraTe X U3MEHEHUE B
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BOJHOI cpefie IIPOUCXOIUT C MEHbIIIEl CKOPOCTHIO 1
TpeOyeT IIUTENIbHBIX OMBITOB, BLICOKMX TEMIIEPATYP
WJIN arPeCCUBHBIX PACTBOPOB.

HauGonpliine comepkaHusi B pacTBOpax Xapak-
TepHBI 19 Ca 1 Mn, HanmMeHbIne — s Zr, Tiu Ce,
Kak U B Ipyrux padorax [4, 5, 11]. Conepxanus Fe u,
B psne ciaydaeB Al, HUXe Tipenesia oOHapyKeHUs
(0.01 mr/m). 3nauenus pH pactBopoB (7.7—8.4) ne-
>KaT B ciadoiesouHoi oomactu. CoaepkaHUsI BCEX
3JIEMEHTOB B pacTBOpax BTOPOIi CEpUU HIUKE, UeM B
pacTBopax nepBoii cepuu. B 1iesiom Kakoii-nmubo oT-
YETIUBOM 3aKOHOMEPHOCTU B UBMEHEHUU COCTABOB
pacTBOPOB CO BpeMeHeM He OOHapykeHO. DTU JAaH-
HbIE MCIIOJb30BaHbI IJIS1 OLIEHKW CKOPOCTH BhIIEa-
YUBaHUS BJIEMEHTOB 13 MATPUILIbI, B IIEPBYIO OUepeb
lepusi, Kak UMUTaTopa akTuHUI0B. C yyeToM cpeli-
HUX CONlep>XKaHUM 3JIEMEHTOB JIJIsl BCETO Mepuroaa uc-
MbITAHUIA, paBHOTO 9 CYT B MepBoit cepuu U 7 CyT BO
BTOPOI1 (Tab:1. 2), HOpMUPOBAHHAsSI CKOPOCTD BbIIIIEIa-
yupanusg Ce cocrasuia (6—9) X 1072 r/(cm? cyr) nnm
menee 10~* r/(M? cyT). Mn BbllIEIa4NBAETCA C 6OJIb-
meii ckopocthio, 4yeM Al unn Fe. 910 MoXeT OBITh
CBSI3aHO C PA3/IMYHOUN CTENEHbIO OKHWCJIEHUS 3Jie-
MeHTOB — AP’" u Fe3*, Torma kak Mn, BeposaTHO, 4a-
CTUYHO HaXOAUTCA B BuIe Mn?*. B pacueTax UCIIOb-
30BaHa BBIYMCJIEHHAs IJIOLIAAb TOBEPXHOCTU TBEP-
noit  dasbl. IlockodabkKy 3HauyeHUE, U3MEpPEHHOE
MeTonoM BET, Brilie B 5—6 pa3, To peaibHbIe CKOPO-
CTU BBINICTAYMBAHUS DJIEMEHTOB U3 00pasiia JOJLK-
HbI OBITH HECKOJIBKO HIKE.

B tecte SPFT conepxaHus 3;1eMEHTOB B pacTBOpE
U CKOPOCTHU BBIIIEIaYMBaHUSI TPOXOAST Uyepe3 Mak-
cUMyM [35], 3aTeM CHUXKAIOTCS C BBIXOAOM Ha ILIaTo.
DTO 00YCIOBICHO MHKOHTPYIHTHBIM PaCcTBOPEHUEM
Ne 1
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KepaMUKJ — BEIHOCOM Ha paHHEM CTaanU JIETKO BbI-
IeJauYrMBaeMbIX Oojiee KPYMHBIX M HU3KO3apsaIHbBIX
KaTUOHOB, HarpuMep Ca?* u Mn?". B pesysbTare rno-
BEpPXHOCTHBIN CJI0# 3epeH oboraliaeTrcsl TUTAHOM U
UPKOHUEM, YTO 3alUIIAcT MATPUIy OT HajbHeii-
IIIETO B3aMMOIEICTBUS ¢ pacTBOpoM. B mcciemona-
HUSIX TIMPOXJIOpoBoii kepamuku npu 77 = 90°C u
pH = 2 nepBas ctagus anurcs gecsatku (o 50) cyr,
nociie 150 cyT BhIIeNayMBaHUE CTAOMIM3UPYETCS
[5]. Paznnume HavYaabHOM M OCTATOYHOM CKOPOCTEH
BBIIIEJIAYMBaHUS cocTaBiisieT 1—1.5 mopsigka, Tak,
U1 Lepus oHa cHuxkaercs ¢ 1072 go 10733 r/(m? cyT).
Takoii e pa3sHHUIILI MOXHO OXMWIATh IS HAYaIbHOM
1 OCTaTOYHOM CKOPOCTEil BHIIIEIaUMBAaHNSI B HAIIIMX
onbITax npu pH pactBopa = 7—8. Konuenrpaiuuu Ca
B pacTBOpax 00erX cepUii JiexKaT B Y3KOM IMalla30He,
IIOATOMY ITOJIyYCHHEIC JaHHEBIC OTBEYAIOT, BEPOSITHO,
HavyaJIbHOM CKOPOCTH BhIIIEIaYNBAHUS, a BEIUIMHA
R, = (5—6) x 1072 r/(m? cyr). st Ce oHa Ha TpH T10-
psIKa HIKe U oueHuBaercs B (6—9) X 107 r/(m? cyr).
Cxopoctu BeimeaunBanus Ti M Zr HUXe, 9eM ISt
Ce B5—6u 10 pa3 coorBeTcTBeHHO. [10 Mepe B3anmo-
JIeMICTBUSI MATPULILI C pACTBOPOM 1 OOpa30BaHMSI IO~
BEPXHOCTHOTO CJIOSI, 000TAIllEHHOTO TUTAHOM U LIP-
KOHMEM, MOXHO OXWIaTh AajibHEHIIEro IaJeHus
CKOPOCTH BbIIIEIAYMBaHUs LIepus (MIMUTATOP aKTH-
HUIOB) elle Ha Mopsnok, 10 1073 r/(m? cyT) u naxe
Huxe. M3-3a panmonmsa pH pacTBopa Ha KOHTaKTe ¢
MaTpUILEN MOXET CHM3UTBHCS 0 3HaYeHUs 3—4, HO
MOJKHUCIIeHWE OyAeT MOJABIsATh PeaKusl ¢ KOHTEe -
HepoM, oydepom 1 BMemaronieii nopoaoii. [loaTtomy
OIM3HENUTpaIbHbIE—CIA00IIEIOYHBIC YCIOBUS JTIyd-
IlIe OTpaxaloT TUAPOXUMHUYECKYI0O OOCTaHOBKY B
MOJ3¢MHOM XpaHWIHIIIE PATUOAKTUBHBIX OTXOMIOB.

Takum obpa3oM, B pe3yibTaTe MPOBEACHHBIX HC-
cJIeIOBaHWIT MHAYKIIMOHHBIM IUIABJIEHMEM B XOJIO-
HOM THUTJIE TOJIydyeHa MaTpuna s n3oiasuun BAO
akTuHuAHOM (P33-akTuHugHoii, P3D-Zr-aktuHum-
HoI1) ppaknuu. OHa CJIOXEHA TOMUHUPYIOLIUM MY-
paTanToOM 30HAILHOTO CTPOSHUS, HEOOIBIITNM KOJIH -
YEeCTBOM TUTAHATa CO CTPYKTYpOW MUHepajia KpU-
yTOHUT U (pa3oit crekiia. CTEeKJIO obOpa3yeTcs U3-3a
KOHTaMHMHAIIMKM pacillaBa KpeMHe3eMOM IIpu 4Ya-
CTUYHOM PacTBOPEHUM OTHEYIIOPHOII 0OMa3Ku TUT-
Jist. OTIMuuii B coctaBe 00pas3ioB ¢ pa3InyHON CKO-
POCTBIO OXJTaXKICHUSI He oOHapyXeHo. OHM OT/IMYa-
JOTCSI JIMIITb pa3MepoM 3epeH a3 — 6oJiee KPYITHBIM
B 00pa3lie, OTOOpaHHOM U3 0JI0Ka C MEHBIIIE CKOPO-
CTBIO OCTBIBAHMS M KpHUCTa/UIM3aluK. ['amMmMa-o06y-
yeHne oOpa3noB go30i 22 MuH I'peii He M3MEeHUIO
PEHTreH-Iu(PaKIMOHHYI0 KapTUHY MypaTauTa, HO
IIPUBEJIO K HEKOTOPOMY CHIKEHUIO MHTCHCUBHOCTU
U YIIUPEHUIO pedIeKCOB KPUUTOHUTA. DTO CBUIC-
TEJILCTBYET O €r0 MEHbIIEN paauallMOHHOMN YCTOMYU -
BOCTH, 4eM y MyparauTa. Moaudukauus cocTaBa
IIMXTHI IO3BOJIMJIA N30€XaTh IOSIBJICHUS IEPOBCKIU-
Ta B obpasue. OcraTouHass CKOPOCTh BBINIC/IaYMBa-
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Ta6auna 2. ConepxkaHus 2JIEeMEHTOB B paCTBOPAaX OINBITOB,
B MKr/1 (10~ r/em?), u pH pactBopa

Ne
npoobr*

Ca Al Mn Ti Zr Ce | pH

5360 | <8 | 150 99 | L7
5120 | 150 | 310 [<0.2 | 0.1 1.5 | 81

104 | 8.2

1-1

1-2

1-3 | 5210 | 120 | 470 |<0.2 [<0.03| 0.1 | 7.8

1-4 | 6830 | 110 | 630 | 7.6 | 1.1 | 139 | 8.2

1-5 |7930| <8 | 810 2.1 ] 0.3 34| 78

1-6 |4870| <8 | 590 | 9.6 | 0.7 | 16.9 | 7.8

1-7 | 4880 | <8 | 650 |<0.2 |{<0.03] 0.1 | 7.9

1-8 |5290| <8 | 640 1.3 | 0.2 36 | 7.8

1-9 |5270 | <8 | 610 |<0.2 | 0.2 0.8 | 7.7
Cepusa l,| 5640 | 42 | 540 | 34| 04| 57| 7.9
cpednee

2—1 3160 | 100 | 280 |<0.2 |<0.03|<0.1 | 7.7

3320 13 | 360 | 23| 02| 79| 7.8
3010 4 | 320 | <0.2 | 0.1 20| 8.2
3290 10 | 330 1.7 | 0.1 50 82
3930 10 | 290 | 3.7 | 0.2 | 1.7 | 84
3110 | <8 | 230 |<0.2 |{<0.03] 0.7 | 8.0

2—7 13230 | <8 | 220 0.2 |<0.03| 29| 7.8
Cepus 2, 3292 | 20 | 290 1.1 0.1 4.3 | 80
cpednee

ITpumevanue. * — nepsas Ludpa — HOMEP CEpUU OIMBITOB, BTO-
past — BpeMst 0TOopa IpoOkI pacTBopa (CyT).

Hus Ce (MMUTATOP aKTMHUIOB) B TMHAMUYECKOM T€-
cte oueHusaerca B 107> /(M2 cyr).
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MURATAITE MATRICES FOR IMMOBILIZATION OF ACTINIDES OBTAINED
IN A “COLD” CRUCIBLE WITH INDUCTION HEATING

Corresponding Member of the RAS S. V. Yudintsev*#, O. 1. Stefanovsky’, M. S. Nickolsky,
M. V. Skvortsov®, and B. S. Nikonov®

¢ Institute of Geology of Ore Deposits, Petrography, Mineralogy and Geochemistry Russian Academy of Sciences, Moscow, Russia

b Institute of Physical Chemistry and Electrochemistry, Russian Academy of Sciences, Moscow, Russia
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Crystalline materials are promising materials for the isolation of nuclear waste with long-lived radionuclides.
Potential matrix of actinides obtained by melting in a “cold” inductively-heated crucible has been studied.
The sample is composed of major target phase murataite, there is an admixture of crichtonite and glass. The
appearance of glass is associated with contamination of the crucible coating. As in other melted samples mu-
rataite forms zonal crystals, the center of which is enriched in the heaviest elements, including Zr and actinide
simulator (Ce). Murataite contains the overwhelming majority (80 rel. %) of radioactive waste imitators (ce-
rium). Gamma irradiation of the sample with a dose of 22 million Gray did not lead to a change in the mu-
rataite’s structure but resulted in a partial disordering of the crichtonite structure. From the results of dynamic
SPFT test (powder, water, 70°C) normalized leaching rate of Ce was estimated to be 10~*—107° g/(m? day).

Keywords: nuclear waste, actinides, immobilization, murataite, melting, irradiation, leaching
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