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JEI'KOIVIABKHE ©@TOPH/IHBIE KOMITIO3UIIMOHHBIE MATEPUAJIBI IS
OUKCAIINH PAIMOAKTUBHBIX OTXO/JOB

A.H. CosioBben, B.M. MaioTuna

DI'VII « Cubupckuii xumuyeckui KomMOunam»

Iloxasana NEepCOEKTHBHOCTL MPUMCHEHHSA JErKOIUIABKHX QTOPUIHBIX KOMIO3MLM i duxcanmu
PaNHOAKTHBHBIX OTXONOB. Ilomyuennt pasnuunbie GTOPHAHBIC CTEKI00GPAsHEIE KOMINO3ULMH, ONPEAEICHE
UX TEMIIEPATyphl IUIABJICHHAS ¥ CKOPOCTH BLIIENAYHBAHHA B Bojie. Hanmyunime pesyapTaTsl IOKa3auo CTEK-
no Tina ZBLA, B koTopom (ropun nantana Gl 3aMEHEH HepasieleHHOH cMecho dropuaos P33 nepue-
BOH NOArpyIHIE B IPEPOJHOM COooTHOIIeHuH. Crexiio cofepxur (Mac. %): ZrF, — 58, BaF, — 32, AlF; — 4,
(P3D)F; — 6. Temmeparypa ero 1iasinenus 350 °C, ckopocts Beunenauupanus 1,6-10° r/em®cyr. Cymect-
BYIOT BO3MOKHOCTH JaJIbHEHINSTO CHIDKCHHS CKOPOCTH BHIIUENAYMBAHHIA,

®uKcanHs paJuoaKTHBHBIX OTXOJOB B CTEKJIE ABILIETCS OJIHOM M3 Hamboiee H3y-
YEeHHBIX QOpM MX oTBepxk/eHHA. Ha MpakTHKe JULT 3TOH 1eM MCIoNb3yoT (GochaTHbie U
OOPOCHIIMKATHEIE CTEKIA, 00JIaJaF0IIME XOPOIIHMMH CTEKI000pa3yOUIMMH XapaKTePUCTH-
kamH. OHHM TaxKe MMEIOT 6oliee HU3KMC 110 CPABHEHMIO C IPYTMMU H3BECTHBIMHM, HAIIPH-
MEp aTIOMOCHIIMKATHBIMH, CTEKIaMH TEMIIEPATYpPhl IIABJICHHS M CTEKI006pasoBanus (Ha
yposHe 1100 — 1200 °C). OyiHako  5TH TeMIEPaTyphl JOCTATOYHO BICOKH. [To3TOMY pea-
IM3alHs clloco00B (PHKCAUMA PATHOAKTHBHEIX OTXOIO0B JOCTATOYHO CIOXHA M3-3a HEHa-
AeKHOCTH paboTel 06OpYIOBaHMS PH TaKHUX BHICOKHX TEMIICPATYpax M C TAKAMH arpec-
CHBHBIMH MaTCPUallaMH, KaK CTEKJIa B PAacIUIaBICHHOM cOCTOSHHH. Kpome Toro, B Takux
CTEKJIaX IPaKTHYECKH He HUKCHPYETCS paTuOaKTHBHBIA N30TON Le3ni-137 u3-3a BHICOKOH
JIETy4eCTH HOHOB LIE3HA.

IlpenBapuTensHble HCCIECIOBAHUS MTOKA3AIH NEPCIEKTUBHOCTS HCIIOIL30OBAHUS IS
5TOW HENH IBTEKTHYECKOM cMmecH, cofepxamiei (Mac. %): CaF, — 30, MgF, — 30 n
BaF, — 40. Ognako Takas cMech, KaK ITOKAa3aJd HCCIIENOBAHUS, TAK)KEC MMEET HOBOJILHO
BBICOKYIO TeMIeparypy Iutarnenus (He Hmke 780 °C) W K TOMY e NOHWKEHHYIO CTOM-
KOCTh K BHINENAYMBAHHIO B Boze (10 107 I‘/CMZ'CyTKI/I). IMoatomy unTEpec Bhi3BaH HTOP-
UMpKOHATHBIE cTekna thna ZBLA, cocrosiue u3 GTOPHIOB IIUPKOHHS, GapHs, TaHTaHa 1
AIIOMMHHSA, ¢ TEMIIEpaTypoii wianenus B npeaenax 400 — 600 °C B 3aBUCHMOCTH OT COOT-
HOLIEHHUS KOMITIOHEHTOB [1].

s BeiOOpa cocTapa QTOPHIHOIO CTEKNA, OOIATAIONIEr0 HAMMEHBIIEH CKOPOCTHIO
BRIIENIAYMBAHKA B BOJEC ¥ B TO K& BPEMS HM3KOH TeMIleparypoil CHHTe3a, IPUTOTOBIISIIH
CTEKJIA C PasIMYHEIMU COOTHONIEHUSMH KOMIIOHEHTOB. 3a 6a30BbIif 0Gpasen GbU10 TIPUHS-
TO CTEKIo, copepkaiiee (Mac. %): ZrF, — 58, BaF, — 33, LaF; — 4 u AlF; — 5. D1o crexno
HMEJIO TeMriepatypy Iuiasienus 393 °C.

B kauecTBe KOMIIOHEHTOB CTEKJIa HCIONIB30BanM Ge3BojHbie (ropumsl Gapus u
aJIFOMHHHS, BBIIYCKAEMbIE OTEYECTBCHHOH IIPOMBINUICHHOCTBIO B BH/IE XHMPEAKTHUBOB.
Terpadropun nupkonns monydand (propupoBaHueM LUpKoHa TYraHCKOro MECTOPOXKIE-
HUsL 3IEMEHTHBIM (propoM nipu Temieparype 450 — 500 °C ¢ nocnexyromeii cybnumanu-
OHHOM OTIOHKOH €T0 OT HeZIOPTOPHPOBAHHOTO UPKOHA M IPYTHX HENETYYHX IpUMeceil B
BaKyyMme npu Temneparype 750 — 850 °C. Bmecto TpuTopHaa NaHTaHa HCHONB30BAIA
HEPA3JIENIEHHYI0 CMeCh (DTOPHJIOB PEIKO3EMEIILHEIX DIEMEHTOB LEPHEBOM HOATPYIIIEL,
HIONY4CHHY 0 QTOprpoBanueM Ha 99,5 % OKCUIHOM CMECH PeKO3EMENLHBIX JIEMEHTOB,
BBIEIEMOH NIPH TIepepaboTKe JIONAPUTOBBIX KOHLIEHTPATOB PEBIMHCKOIO MECTOPOXKIE-
HUSL.
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B cooTBeTcTBUM C IJIAHOM 3KCIIEpHMEHTa, peKoMeHAoBanHbM B.B. HamuMonem
[2], nmpuroToBnn 8 06pasioB cTeKIOMAace, B KOTOPHIX cojepkanne BaF, T0/mKHO MEHATH-
Cs ¢ warom 2, a propuioB JAHTaHA U ATIOMHHES — ¢ aroM 1 % moma. Matpuna skcre-
PHMEHTA U CKOPOCTH pacTBOpeHMsl 0OpaslloB CTEKIA HPH HMX 25-CYTOYHOM BBIAEPKKE B
JUCTHIIMPOBAHHON BOJE, ABSIONMecs GyHKUNEH OTKIMKA, IpUBeAcHB! B Tabi. 1. Macca
nccienyeMsix obpasnos cocranmsia S0 r.

Tabauma 1
XapakTepucTuki o6pa3loB CTeKJa Ha 1-M 3Tane uccJe0Banuil

Cozpeprxanne HHTPEAKMEHTOB B cMecH, % MOJIbH.
CxopocTs pacTBOpeHus 06pasos nocie
Ne cme- 7iF, Baf, AlF, 3, | 25—1{{1@31{0;2 BBLIEPXKKH,
cH r/eM - CyTKU
X X1 X X3
1 54 35 6 5 1,78 - 107
2 58 31 6 5 1,82 - 10
3 56 35 4 5 3,70 - 107
4 60 31 4 5 9,20 - 10™
5 56 35 6 3 7,14 - 10
6 60 31 6 3 2,60-10%
7 58 35 4 3 1,14 - 10°
8 62 31 4 3 2,47 -10°

g npurorosiieHus oOpasrioB CMECh HCXOAHBIX KOMITOHEHTOB, B3ATHIX B 3aJaHHOM
COOTHOIIECHUY, THIATEILHO NEPEMEIIHUBAIH, CILIAB/SUIM B HUKEJIEBBIX TUIJIIX TIPH TEMIie-
patype 700 °C B reuenue 1 yaca. Ilocyie 3TOro mwiaB MBI Ha HUKEIEBYIO MOUIOKKY,
OXJIaXKJa/Iu 10 3aTBEP/IEBAHUA, a 3aTEM JO KOMHATHOU TeMriepaTypsl. OXJIaKICHHBIH TI1aB
HM3MENbYaIH 10 pa3MepoB JacTHil He Gonee 0,3 MM, IIepeMenMBalIH, ONPEIeNsUTH ero TeM-
nepaTypy IUIaBJICHMA ¥ IOBTOPHO CIUIABJISIIN B TedeHHe | yaca npu TeMiepaType, Ha 25 %
BBIIIC TOUKH IJIaB/ICHHS.

IToBTOpPHBIHA MIaB BRUIMBAINA HA MACCUBHYIO HUKEJIEBYIO IIOTOKKY TONIMHOMN 5 MM,
narpetyio 10 200 °C, ¥ HakphIBaIy HUKEIEBOM IIACTHHOMN TAKOH e TOJIIMHBI TAKHM 00-
pa3oM, 9To0BI OHA HAXOAMIIACH HA PACCTOSHUM 5 MM 0T 3epKala paciviara. V3 3acTeiBimero
TUTaBa IIOCJIC OXJIXKJICHHS BHIPE3aId Ha aIMa3HOM KpyTre KBajpaTHBIE TUTACTHHBI CO CTO-
pono# ksagpata 20 mm. IlnacTunel mumMpoBaM M0 BCEM NOBEPXHOCTAM, B3BEINMBAIN C
TOoYHOCTHIO 10 107 r 1 U3MepsUU ¢ ToYHOCTHIO 70 0,05 MMm.

Mo pe3yipTaTamM yOBUIM MacChl Ka¥KIOH IUTACTUHEI [IOCTIE BBIZICPXKKH €€ B THUCTHIIIHA-
POBaHHON BOJIC OIIPENE/SUIH CKOPOCTh PACTBOPEHHS MaTepuaia, U3 KOTOPOro ObLIa HU3ro-
TOBJICHA IUTACTHHA. JIJI9 3TOro IIACTHHB! BEICPKUBAIIN B JMCTHILIHPOBAHHON BOJC TIpU
25 °C B TeueHne 25 CyTOK, HOCIIE YEro M3BJIEKATM U3 BOJBI, OHOMACKUBAIH 96 % 3THIIO-
BBEIM CIIMPTOM W BHICYILHMBAIM B BAKYYMHOM CyIIibHOM 1kady mpu Temmeparype 80 °C u
nasiaennd 300 — 1000 kIla B Tevenue 1 ugaca.

BeicyiieHnbie 00pasifbl B3BEHIMBAIM H 110 YOBUIM MacChl ¥ BPEMEHM BBIZICDKKH B
BOJIE PAaCCUHTHIBAIIM CKOPOCTH pacTBopenus (cm. tabir. 1).

Jis ommicanus 3aBUCHMOCTH CKOPOCTH pacTBOPCHHUS OT COCTaBa HCHOJIB30BANA
YpaBHCHUE, IMCIOIIICE BUA:

y=bo+ byxy+ byxa+ byxs+ biyxyxa + byzxrxs + bazxaxs + bipzxrxexs, (1)
3naveHus Ko3PPUIMEHTOB b; paCCUUTHIBAIM CJIE/IyFOIIUM 00pazoMm:
bo=Zyi/n,
bj’ = Zy,-'x,-j/n;
bjk = Zy,--xj'xk/n,
by = Xyrxrxaxs/n,
rie k#J
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IToncrapnas B ypasuenue (1) 3HaUCHUS b; U X;, DOIYIUM
y=1,766-10" + 7,11-107x; + 2,95 10 x; + 3,18:10%; = 2,91-107 x;x, +
+ 874107 x 1% — 2,18 10 xpx3 ~ 1,52:10™ xpxpx3 2)

W3 apanu3a ypaHeHus (2) BUIHO, YTO PacTBOPHUMOCTh Y YBEIMUYUBACTCS C MOBHIIIIE-
uueM konuerTpanuy x; (Bak,), Ho cHuXaercs ¢ MOBBILIEHHEM KOHUEHTparuu x; (AlF;) u
x3 (P3DF3).

Wcxons n3 ananu3a ypaBHeHUs (2) W yCIIOBHH COCTAaBIECHMSA MATPULBL UL TIOJHO-
($axkTOpHOro 3KCIEPUMEHTa, OBIIO MIPUTOTOBICHC 8 HOBBIX KOMITO3UIIHHA ¢ MAKCHMAJIbHBIM
MOCTOSIHHBIM cojiepxanueM Gropunos P33 B koimuectse 6 %.

Copgeprxanre KOMIIOHEHTOB B KOMIIO3MIMAX OTKOPPEKTHPOBAHHOIO COCTaBa MpPEl-
CTaBJCHO B Tab. 2.

Tabuuua 2
CocraB o6pa3noB CTeKJIa ¢ IOCTOSSHHBIM cojepKanuem cmecu ropugos P33

Ne COHCP}KaHI/IG HHIPCOHUCHTOB B CMECHX,
cmecedt % MOJBH.
ZrF, BaF, AlF; (P3D)F;

1 56 32 5 c
2 58 30 6 6
3 58 32 4 6
4 60 30 4 6
5 54 36 4 ¢
6 56 34 4 ‘
7 56 36 N ‘
8 58 34 5 p

Crexiia aHAJIOTHYHBIX COCTABOB HAIILTU IIHPOKOE MPUMEHECHUE B CTEKIIOBOJIOKOHHOM
ontuke [1]. B mepcrnekTHBe OHM MOTYT UCTIONB30BATECSA M B KA4ECTBE TIOKPBITHI JUIS 3a-
IUTHL OT KOPPO3HH PA3IMUHBIX META/IIOB, O YCM TAK)KE CBHICTENBCTBYIOT MX XapakTepH-
CTHKH, IPUBEICHHBIE B TabJI. 3.

Tabnunma 3
CpoiicTBa 00pa3LoOBOro CTEKJIa

CKOPOCTE PacTBOPEHHS CMecH B BOJIE (I7CM™-CYTKH) B 3aBHCHMOCTH OT BPSMEHH Bhl- | Temiiepa-
No JEPKKH, CYT. TYpa
cmeceit 8 18 25 34 41 48 72 fuiasie-
uusg, °C
1 1,9x10* | 2,1x10™* | 8,9x10° | 2,ix10™* | 1,8x10* | 2.,5x107 | 3,9x10° 406
2 2,0x10* | 1,9x10" | 2,7x10° 1,6x10™ 1,710 | 3,0x10* | 4,5x10° 355
3 1,7x107* | 1,1x10* | 1,1x10" | 14x10* | L6x10" | 3,5x10" | 1,6x10° 350
4 1,9x10* | 2,1x10* | 3,9x10° | 6,0x10° | 1,8x10* | 1,3x10™ | 7,4x10° 400
5 L6x10* | 0,9x10” | 8,7x10™ | 3,0x10° | 12x10* | 2,0x10® | 3,1x10° 340
6 1,5x10% | 0,6x10™* | 6,2x10° | 9,5x10° | 1,1x10* | 2,8x107* | 5,0x10° 375
7 1,3x10* | 02x10* | 4,5x10* | 2,6x10" | 1,6x10* | 2,9x10" | 1,2x10° 340
8 1,810 | 2,3x10* 1,8x10° | 2,0x10° 12x10" | 1,8x10™ | 4,7x10° 360

U3 cpaBHeHHs pe3ysbTaTOB, HpeJCTaBiIcHHBIX B Tabm. 1 u 3, ciepyer, 4To pacTBo-
PEMOCTH B BOJIC KOMITO3ULHH C OTKOPPEKTHPOBAHHBIM B COOTBETCTBHH C IJTAHOM JKCIIe-
PUMEHTA COJACPKAHHCM HHTPEIIMEHTOB, MPEMIIOJararoIuM corepxxanue Gropuaos P30 B
KosingecTBe 6 %, Ha MOPAJOK HUXKE, €M B TIEPBUYHBIX KOMITOZUITHAX.

AHaNN3 MOJYYCHHBIX PE3YJIBTATOB ITOKAa3a] TAKKE, YTO CKOPOCTH PACTBOPEHHS BCEX
KOMIIO3UIIMH CHIJKAETCS C YBEJIMUYCHHEM BPEMEHH WX BBIICpKKH B Bojge. llpum 72-
CYTOYHOH BBIIEPIKKE PacTBOPUMOCTh Komriosuimii No 3 m 4 jpocruraer npejiesioB, OTBe-
YaomMuX TPeOOBAHUIM K CTEKJIaM, NMPHMEHSIEMBIM U (PHKCAIME PaJHOaKTUBHBIX OTXO-
JIOB.
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Kpome 1010, CKOPOCTH PACTBOPEHMSI KOMIIO3HIHY CHIKACTCH CO CHMMKEHHEM B HHMX
cozepxkanusa (ropujia 6apus, 4TO COOTBETCTBYET BRIBOAAM M3 aHanu3a ypasHeuus (2) u
MUIOCTPUPYESTCSH HA IpUMEpax KOMITIO3uIMil coctaBa Ne 3 u 4.

Bcee paccMOTpeHHBIE KOMIIO3UMIMH UMEIOT TeMIIeparyphl miasicuus ve soiue 406 °C,
T.€. 3HAYUTEIBHO HIKE, 4eM Y OOPOCHIMKATHBIX U HOChHATHBIX CTEKON, TPUMEHICMBIX IS
OduKcay pagioaKTHBHEIX OTXOIOB.

Cnenyer oTMETUTD, YTO HMEIOTCA 3HAUUTENHHEIE PE3ePBHI CHIDKEHHS CKOPOCTH pac-
TBOpEHHs B BOJE DTOPHMIHBIX KOMIO3MIMH YBEIMUYCHHEM CONCPXKaHus B HHX (QTOPHIOB
penKO3EMENBHBIX 2JEMEHTOB M BBEJICHHEM B MX COCTaB HEOONBUIMX KOAUYeCTB (1o 1 —
2 %) KUCIOPOAHBIX COCAUHEHMH MPKOHUS, antomunust U P33. [Ipeanonaraercs, 4ro npu
5TOM BO3MOMKHO HesHaumTenbHoe (10 500 °C) moBmlmeHne TemMIiepaTyphl IUIABICHHUS Lie-
JIEBRIX KOMIIO3HMLIIMH.

Huskue teMnepaTypsl IUIaBIEHHS ¥ CKOPOCTH BBIIETaUMBaHuS (QTOPIUPKOHATHBIX
CTEKOJT TIO3BOJISIOT (PMIKCHPOBATH B WX COCTaBE (QTOPUIBI HICIOYHBIX DJIEMEHTOB, B YaCT-
HOCTH OTOPH]L HATPUS, COTEPIKALIHAN H30TOIbI **Na u *'Na, KOTOPBIM TIOJIyYaeTcsa 1pu ne-
pepaboTKE KUJIKOMETAJUITMYECKOT0 TEIUIOHOCHTEN S ObICTPOHEHTPOHHOTO peakTopa.

Haubonee ynobHpiM sBIseTCs cOcO0 BOCCTAHOBISHHS PaJOaKTHBHBIM HATPHEM
TeTpadTopuia NHMPKOHHS, BBEACHHOTO B CTEKIOOOPA3YIOMIYIO IIMXTY B M30BITKE MO OT-
HOLICHHUIO K CTEXHMOMETPUH PEaKUyK B3auMOACHCTBHA ero ¢ HaTpueM. llpu sToM nosyqa-
ercd QTOpuIl HaTPHUSI B KOJIMYCCTBE, COOTBETCTBYIOHIEM €0 COAEpKaHHUIO B mmxTe. Me-
TAVIUUSCKANA HaTpuH MOXeT ObITh JUCIEPrUpOBaH B PACIUIaBICHHOM COCTOSHUM Ha IIO-
BEPXHOCTH YaCTHIl W3MENBYCHHOH cMecH BCeX KOMIIOHEHTOB HIMXTHI KpoMe (TopHia Ha-
Tpus. MHunuuypoBanue B3auMOAEHCTBHSA M [POLECC CTEKI000pa30oBaHud HenecoodpasHo
IIPOBOJUTH B THIVIE, COJEPKUMOE KOTOPOTO 110 BCceMy 00beMY HarpeBaercss TOKaMH BBICO-
KOH 9acCTOTBHI. ,

Honyyenunii B Takux ycioBusx obpasen crexna tuna ZBLAN [3] ¢ umuranmeit pa-
JIMOAKTUBHOTO HATPHUSl CMECHIO €ro CTAOMIBHBIX M30TONOB B IPHPOJHOM COOTHOINEHUH,
conepxamuil B coeM coctase (% monn.): ZrFs — 53.5; BaF, — 20,0; (La, Pr, Nd)F3=4.0;
AlF; — 2,5 u NaF — 20,0, umen temneparypy 1uasiesus 660 °C u cCKOpoCTh BHIIEIAYHBA~
HUS HAaTpus Iocile 3 MeCS4HOH BBIIEPKKHM B JUCTHUIMPOBAHHOM BOJE HA YpPOBHE
2,7-107 r/em*cyTxH.
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LOW-MELTING FLUORIDE COMPOSITES
FOR RADIOACTIVE WASTE FIXATION

A.L Solovjev, V.M. Malyutina
FUSE «Siberian Group of Chemical Enterprises»

The outlook of low-melting fluoride composites application for radioactive waste fixation is shown.
The different fluoride glass-like composites are obtained; their melting points and leaching rates in the water
are determined. The glass of type ZBLA in which lanthanum fluoride is replaced by undivided mixture of
cerium subgroup rare-carth elements in natural proportion shows the best results. The glass includes (%
mass.): ZrF, — 58, BaF, — 32, AlF; — 4, (REE)F; — 6. The melting point is 350 °C, the leaching rate is 1,6 10
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