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PaccmoTpeHt! TexHONOrMYECKME OTIePaUn KOHAMIMOHNPOBAHMUA COLlePKalMX
IIPOCHIITb BLICOKOAKTUBHBIX 0TX040B (BAO) rpadura ypaH-rpadnuToBLIX peak-
TOpOB. IlepepaboTka OTXOZ0B BK/IOYAET B CE05 UMMOOWIN3ALNIO PAIMOHYKIIN-
noB BAO B ycTOWUMBLIA KapOUOOKCUIHLI METAJITIOKEPAMUYIECK UL MATPUUHLIN
MaTepuall C UCII0b30BAHWEM CAMOPACIIPOCTPAHAOLETOCA BLICOKOTEMIIEPATYP-
Horo cuHTe3a (CBC). CuHTe3npyeMbIii KOMITO3UT HAZLEXKHO U30IMPYeT pajuo-
Hyknauabst BAO oT oxpyxatomein cpenpl. [IpepnaraemMas TeXHONOIUA OTANYAETCA
BBICOKUMM TeXHUKO-9KOHOMUYECKUMU [TOKA3aTelAMMU.

KnioueBble cnoBa: cHATWe C 3KkcnayaTauum, rpaduToBas Knaaka, NpoayKTbl aKTUBALMK,
NpoayThl AeNeHMs, TPAHCYPaHOBbIE 3NEMEHTbI, OAHOCTaAMIAHBIN npoLecc, Y-Al-rpaHat, KOpyHa,
Kapbua TUTaHa, CKOPOCTb BbIlLENAYNBAHUA PAJUOHYKNUAOB.

CHATWe c 3KcnyaTaLmMn ypaH-rpaduUToBbIX NPoMbiwaeHHbIX peaktopoB (MYIP) u 6nokoB
AMB nepBoii ouepeam benospckoit AIC conpsikeHo ¢ 06pa3oBaHMEM 3HAYUTENBHOTO KOJU-
4eCTBA PAAMOAKTUBHBIX OTXOA0B rpaduTa, YacTb KOTOPbIX OTHOCUTCA K BbICOKOAKTUBHBIM,
TpeOyIOLWMM BbINONHEHUS CNeLManbHbIX Mep 6€30MacHOCTY NpU pelleHn Npobnem Jonro-
BPEMEHHOW 30nauMm oT bruocdepsi.

OTpaboTaBLINit peakTOpHbI rpacuT cocTaBnseT 60 NbLIYI0 YACTb HAKOM/IEHHBIX B MUPE
TBEPAbIX PAANOAKTUBHBIX OTXOLO0B, MO3TOMY MOWUCK CMOCOBOB ero U3onsALum ot buocde-
pbl ABAAETCA aKTyaNnbHOM 3afayven.

PapnoakTMBHOCTb rpachMTOBOM KNaaKM CHUMAEMOro C 3KCNayaTalmu peaktopa onpege-
nAeTcs NpoAyKTaMu aKTUBALMM rpaduTa v ero NpuMecen, a TakKe 3NeMeHTaMu AfepHOro
TONNMBA ¥ NPOAYKTOB €ro AeNeHNs, NPOHUKALWMMK B rpaUTOBYIO KNagKy («Npocbinby) B
pe3ynbTaTe HeWTaTHbIX COObITHIA, CBA3AHHbIX C HAPYLEHWEM repMeTUYHOCTY TBIIOB U pas-
pywexunem TBC, npuBogawmm K 06pa3oBaHMi0 MENKMX YacTuL, U hparMeHTOB TONMBA, 0CTa-
IOLLMXCA B rpadMTOBOM KNagke.

PAAUOHYK/IUAHbIA COCTAB OTXO10B PEAKTOPHOIO FrPA®UTA
PaaMOHYKNMAHBIA COCTAB W YPOBHM PafMOAKTUBHOTO 3arps3HeHNs rpadmMToBbIX KNagok

W BTYJIOK OCTAHOBJ/IEHHbIX YpaH-rpathUTOBbIX PEaKTOPOB PacCMOTpeHbl B paboTax [1 - 9].

Cpeay aKTMBALUMOHHbIX PafMOHYKNUAOB HAaUOONbIWNIA BKNAJ B PaAMOAKTUBHOCTb rpaduTa
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BHocAT 14C, 3H 1 0Co, paBHOMEpPHO pacnpeaeneHHbie N0 Bceil Knaake rpadura. Ux yaens-
Hasl aKTMBHOCTb No rpacuty coctasnset 108 — 10° bk/kr.

MecTa Knafku B6AM3M aBapuiAHbIX Y4aCTKOB COAEPXKAT INEMEHTbI ALEPHOrO TOMANBA U
NPOAYKTbI fieNeHns. ITM y4acTKM Knaaku 06n1afatoT noBbiWEeHHON aKTUBHOCTbIO, U NpH Ae-
MOHTaXe 13 HUX (OPMUPYIOT BbICOKOAKTUBHbIE 0TX0Abl rpacduTta (BAO rpadura).

Cpeav NpoAyKTOB AeneHus HaMbonblKii BKNaj B pafMoaKTUBHOCTb 3TUX Y4aCTKOB rpa-
buTta BHOCAT paguoHyknuabl 29Sr, 137Cs, 147Pm, 151Sm n 1>4Eu, a cpean aKTMHOUAOB —
238-240py, 241,243\ m, 244Cm. Bknapg 2#*Cm B CyMMapHYy0 aKTUBHOCTb TPAHCYpPaHOBbLIX 3Ne-
MEHTOB B NepBble rofibl NOC/e 0CTAHOBKM peakTopa A0CTUraeT 3HayeHuii 6onee 90%.

HabntopaeTcs 60nblwas HepaBHOMEPHOCTb pacnpeaeneHuns yKkasaHHbIX PafoHyKINAO0B Mo
006bemy rpadUToBOI KNagKu C KOHLEHTPUPOBaHWEM UX BOAN3M aBApPUIHBIX Y4ACTKOB, HO 3TO
He oTHoCUTCS K 134137(Cs, KOTOPLIN HAXOAAT B YYACTKAX KNALKM, [ANEKNUX OT aBapUitHbIX paii-
oHOB. Takoe noBeaeHue Le31s 00bACHAETCSA XOPOLei pacTBOPUMOCTbIO €70 COUHEHWA B
BOJE, NPOHMKAIOLWEN B KNaAKy, U €ro IETYYeCTbio MPU BbICOKMX TEMNEepaTypax, A0CTaTOYHbIX
ANS AMCCOLMALMM OKCUAA Le3Ns U JOCTUXKEHMUSA BbICOKOM yNpyrocTy ero napos. YaenbHas
akTUBHOCTb 137Cs Ha rpaduTe meHseTcs B WMpokMx npepenax (ot 10° go 10° bk/kr) B 3aBU-
CUMOCTY OT NPOAOIKUTENLHOCTU €ro 06yYeHNs.

YyacTku rpadMToBOM KNagKy, HaX0AAWMECA Ha yLANEHNW OT aBAPUMHBIX MECT, He Coaep-
)KallMe NPoChinb, OTHOCATCS, KaK NPaBUIO, K CPELHEAKTUBHBIM 0TX0AaM. [lns UX KOHAULMO-
HMPOBAHMs LenecoobpasHo UCNoab30BaTh 6osiee NPOCTY0 TEXHONOTUIO €3 TPYAOEMKMX
onepauuit no nepepaboTke, OrpaHNYNBaAsACH KOHCEPBALMEN NOBEPXHOCTEl rpaduToBbIX 6710~
KOB, UX KOHTe/Hepu3aLeli v n3onauuei ot oKpyxalolen cpedpl. Takue oTxogsl rpadura B
BUJE HEpa3pyLWeHHbIX 6N0KOB U BTYIOK, COfepIKaLLMEe TONbKO NPOAYKTbI aKTUBALMK, ABNS-
I0TCS XMMUYECKM YCTOMYMBLIM MATEPUANOM, MPOYHO YAEPKMUBAIOWMM B CBOEH peleTke 14C.

Ha ponto Bxoasiiero B 61onoruyeckyto Lenoyky paguoryknuga 4C npuxoautcs 1o 95%
001Lieit aKTUBHOCTY rpacUTOBLIX KNAflOK, NO3TOMY Npu pelieHnn npobnem obpatieHns ¢ BAO
rpacduta Heo6x0AMMO 0CO60E BHUMAHME YAENATb IKONOTUYECKON Be30NacHOCTM Npu pabo-
T€ C 3TUM BUONOTUYECKM 3HAYMMbBIM pafuoHyKauaom [ 10 ].

XUMUYECKHME U TEXHOJIOTMYECKMUE ONEPALIUU
KOHAUWLHUOHUPOBAHUSA MOAE/IbHbIX BAO TPA®UTA -
NMEPEPABOTKOU B METAJJIOKEPAMU4YECKHUN MATPUYHbIN MATEPUAN
B PEXXMME CBC

[naBHoM 3agayeit KoHauuuoHmposarnua BAO rpaduTa, cogepkallmx npockinb, ABNAETCA
HAleXXHaa U30MIALUA OT OKPYKAIOLLEN Cpefibl MPUCYTCTBYIOWMX B 3TUX OTXOAAX PAAUOHYKIMU-
foB 235, 238-240py 241.243Am, 244Cm, 90Sy, 137Cs y 14C ummoGuMAM3aLMEN B CTPYKTYPbI 10N-
FOBEYHBIX MAaTPUYHbIX COEAMHEHU, NPUTOAHBIX AN1s 3KONOTUYECKM 6e30MaCHOro 3aXopoHe-
HUA. ITO yCNOBYUE ABNAETCA ONPeAeNstoLWMM npu Beibope Hanbonee 3dhekTMBHOro cnocoba
¥ TexHonoruu nepepabotkn BAO rpacuTa.

N3BecTHble NpeanoxeHuns no KoHanumnonmposaHuio BAO rpaduta [6, 13] otanvatotcs
cnepyoLmMMM 06WMMIU OCHOBHBIMW HELOCTATKAMM, 3aTPYAHSAOLMMU NPOMbILLIEHHYIO peany-
3aLMI0 3TUX TEXHONOTUI:

— 00pa3oBaHMEM XUMUYECKN NOABUXKHOTO B npupoae “CO, npu oTaeneHun rpaduta ot
aKTMHOW0B NPOCHINK ra3otasHbiM UK UHBIM OKUC/IEHWEM Yriepoaa ¢ BosneyeHnem 4C0,
B €CTECTBEHHbIN yriepofHbiii ki 6uocdeps;

— MHOTOCTaMAHOCTbIO Mpouecca nepepaboTtkn BAO rpaduTa B cBA3M ¢ 06pa3oBaHuem
BTOPUYHbIX BbICOKOAKTUBHbIX OTXO0B, TPEOYIOLLMX Pa3paboTKN AONONHUTENbHBIX TEXHONMO-
rMYeCKNX NPOLLECCOB UX 00e3BpeXMBAHMS.

K BTOpMYHBIM OTXOaM OTHOCATCS 06pa3sylolMecs 0TXoAsWMe rasbl 1 a3po30.aH, Co-
fepxatue 4C0,, a TakKe KOHAEHCUPOBAHHbIE MPOAYKTHI OKUCAEHWUS NPOCHINU, COREP-
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Kalme pagnoHyKnabl. PekomeHayemble cnocobbl UMMOOUAN3ALMM ITUX OTXOLO0B Nepe-
BofoM 4C0, B kap6oHaThl M UMMOBUAM3ALMEN NPOCHINN OCTEKIOBbLIBAHMEM MaNo3ddek-
TUBHbI U TPYAOEMKN. [INs pelweHns npobiemMbl B L4eJIOM HEOOXOANMbI AONONHUTENbHbIE
pa3paboTKM HOBbIX TEXHONOTUA.

Mpeanaraemblit B paboTe cnocob koHauumoHuposaHus BAO rpaduTa c ucnonb3oBaHuem
camopacnpocTpaHsatLlLerocs BoicokotemnepatypHoro cuHtesa (CBC) [11, 12] asnseTca anb-
TEPHATUBHBIM CNOCO0Y, NPeAnoXeHHoMy B [13], NpUMEHNUTENbHO K KOHAULMOHMPOBaHMo BAO
rpacduTa 6nokos AMBb nepeoit ouepean BAIC.

Mpouecc CBC 0THOCKUTCA K HOBbIM TEXHOIOMMAM U OTIMYAETCA BbICOKUMU TEXHUKO-IKOHO-
MUYECKMMU noKasaTensimu. Mpu 3Tom npoLiecce Nocne UHALMUPOBAHUS, HaNpUMep, 31eKTPO-
NOAXMIOM, NPOTEKAIOT CAMONPOM3BOJIbHbLIE XMMUYECKME NPeBpaLLEHUsA NPU KPAaTKOBPEMEH-
HOM pa3orpeBe NpoAyKTOB peakuuu (2 — 3 muH) go 2000 — 3000°C B BOHe ropeHus, pac-
NpPOCTPaHAIOLLENCS B UCXOAHOM NOPOLIKOOOPA3HOM LWKXTe. B coCTaB WMXTbI METANNOTEPMU-
yeckoro CBC BxopAT 3HeproobpasyoLye KOMNOHEHTbI: FOPKOYee — MeTaIMYECKME NOPOLLKH
371€MeHTOB € 6onblKMM cpoacTBOM K kuciopoay (Al Ti) u okucnutenu — boratele Kucnopo-
LLOM OKCUZbI 3NIEMEHTOB C HU3KUM CPOACTBOM K kKucnopogy (Fe;03, Mo0O3, Mn0O,, CuO un gp.).

PaccmaTtpuBaembiit cnocob koHauuuoHmposarnus BAO rpacuta B oTanume ot [6, 13]
ABNAETCA OJHOCTAAUINHBIM, B HEM OTCYTCTBYET 06pa30BaH1e BTOPUYHbIX OTXOJ0B, TakK-
e HYXOAWMUXCA B KOHAULMOHUpPOBaHUK. [pouecc He TpebyeT aHeproobecneyeHus, T.K.
NnpoTeKaeT BO BHEMEYHOM peXMME 3a CYET BbIAeNEHUA XMMUYECKON SHEPrUM NPU IK30-
TEpMUYECKOM camonofAepxuBatoLLemcs TBepfodasHoM npoliecce. Boicokas, HO KpaTKoB-
peMeHHas TemnepaTypa B BOJHe ropeHus obecneynBaeT NOAHOTY NPeBpaLieHNs NCXop-
HbIX KOMIMOHEHTOB B KOHeYHble NpofyKThl. Pa3BuBalowwancs B 30He peakuuu Temnepary-
pa BO3HUMKAET 3@ CYET COOCTBEHHBIX IHEPreTUYECKUX BO3MOXHOCTEN NCXOJHOW CUCTEMBI
63 MCcnonb30BaHMA HarpeBaTe/bHbIX YCTPOWCTB. 3TO CYLLECTBEHHO YNPOLWAET 1 yaelleB-
NAET TEXHONOTUI0 U NPAKTUYECKU CBOAUT K HY/HO PacXofbl 3NEKTPOIHEpPruu.

B npepnaraemoit TexHonorun obesspexusaHus BAO rpacuTta otcyTcTByeT o6paso-
BaHue 14C0,, Becb yrnepop rpacuta nzonupyetcs ot 6uocthepsl 06pa3oBaHneM yCToM-
yusoro kapbupa (Ti'4C).

WcxoaHbim maTepuanom ais nepepabotku BAO rpacduta cnyxut roMoreHHas CMech,
nosiyyaemas nocne cbopa v nomMosa aBapuitHbIX y4acTKOB KIaAKu, coaepalyux dpar-
MEHTbl TONNMBA M NPOAYKTHI AeneHus. MonyyeHune romoreHHoi ucxogHoit cmecu (CBC-
WKXTbI) U € MOHUTOPUHT ABAAIOTCA HEOOXOAUMbBIM YCIOBUEM peann3aunm XMMUKO-Tex-
Homoruyeckoro npouecca nepepa6otku BAO rpaduTa, ero MofenpoBaHus n Heobxoau-
MOCTM pacyeTa ONTMMaNbLHOro COCTaBa peLenTypsl.

B ocHose nepepabotku BAO rpaduta B pexxume CBC nexut TBepaotasHblii camonopep-
XuBatoLwumincs npouecc [11, 12]

3C + 4Al + 3Ti0, = 2AL,03 + 3TiC, AH’ 1700 = =373,4 k[ /mon. C, (1)

BKJIIOYAIOWMIT B Ce6si [iBE NOC/NEL0BATENbHbIE IK30TEPMUYECKME PeaKLUM
4AL+ 3Ti0, = 2AL,05 + 3Ti, AH 1700 = ~554,4 KIK; (2)
3Ti+3C=3TiC,  AH1700 = —565,9 Kllx, (3)

rae C — yrnepoa BAO rpaduta; Al u Ti0, — 3Hepro- u cTpyKTypoobGpasyiolme XumMmyec-
Kue peareHTbl, BHocuMble B BAO rpacut ans ux nepepabotku; AH — usmeHeHne 3HTaNb-
nuu npouecca.

Haxopsuwmiics B oTxogax 4C o6pa3yeT yCcToiMuYMBbIA KapOug TUTAHA, M30NMPYIOLLUIA
paavoHykaug ot 6uocdepsl. ns usonauum ot 6uocthepsbl aKTMHOUAOB NPOCHINK, MPH-
cytcTBylowmx B BAO rpadute B hopme 0KCUA0B, UCNONb3YETCA UX UMMOBUAN3ALMA
B YCTOMYMBEIE MAaTPUYHble MaTepuanel. B kayecTse Takoro matepuana npegniaraercs
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npumeHuThb Y-Al-rpaHaT, KOTOpPbIA CYMTAETCA OAHUM U3 NEPCNEKTUBHbLIX 418 UMMOOK-
NM3auUM aKTUHOU0B, 0COGEHHO MNAAWMX TpexBaneHTHbIXx Am, Cm v ux KpucTanno-
XuMuyeckux aHanoros Sm u Nd, ucnonb3yembix B MCCNELOBAHUAX B KAYECTBE UMU-
TaTOpoB akTUHouAoB. [ns 3toro B CBC-wuxTy BHOCAT HeobxoaMMoe KONMYeCTBO
okcupa Y,03, KOTOpbI BCTYNAsA BO B3aMMOLENCTBUE C OKCULOM alOMUHUA, MOsy4ae-
moro no peakuuu (1), o6pasyet Y-Al-rpanat (Y3Al;01;), n30MopdHO BKAOYAO WU
B CBOIO CTPYKTYPY ypaH, Apyrue aktuHoupsl (An), nerkue nantaHougsl (Ln), %5Zr u
90Sy, o6pasys (Y, U, Ca, Sr, An, Zr, Ln...)3Al504,.

B coctaB CBC-wmXTbl BKJIOYAIOT TaKKE OKCUA, KanbLUs A1 KOMNEHCALUN MONOXKUTENb-
HOro 3apafa peleTKW rpaHaTa Npu BHEAPEHUN YeTbipeXBaNeHTHbIX KaTMOHOB An**, B OC-
HOBHOM, ypaHa — AlepHOro TONAMBA U LUMPKOHUSA.

06uiee BbipaxeHue xummnyeckon peakuymm CBC-npouecca B BOSHE ropeHUst MOXKET ObiTb
npeAcTaBieHO YPaBHEHMEM, C MTOMOLLbIO KOTOPOro paccymTbiBaeTCs pelenTypa dhopmu-
poBaHua CBC-wuxsl.

Xz

3C+ (4 + Zy—mjAl+3T1'02 +xY,0,+ 2 uo,+ 2xz Ca0+yMe, 0, =
3 3 3-2

-2z -2z (4)
=3TiC+(w+ﬂjAlZO3+2—X(Y3ZZUzCaz)Al5012 synMe..
3-2z 3 3-2z

BKknioyeHHbIN B ypaBHEHME OKCUA YpaHa SBASIETCS OCHOBHBIM KOMIMOHEHTOM MPOCHINU U UMU-
TaTOpOM OKCMJO0B aKTMHOUZOB.

B otnnume ot CBC-npouecca, cooTBeTCTBYOWEro XumMmuyeckon peakuun (1), npouecc (4)
COAEPXKMT KOMMOHEHTbI, NPAKTUYECKM HE y4acTByloWME B IHEProoObpa3oBaHnm, a Ha06opoT,
ansaowwmecs pasdasutensmm B CBC-wuxte (Y,03, UO,, Ca0). Mo3aToMy B HEKOTOPBIX Clyyasnx
npu Heo6X0AMMOCTI NoaaepXkaHua camonpounssonbHoro CBC-npouecca B WUXTY BHOCAT He-
6onbloe JONOAHUTENbHOE KONMYECTBO aneMeHTa-roptodero (Al) u okucautens — okcupaa
metanna (Me,0,,) c HU3KkMM cpoacTBom K kucnopogy (CuO, Mn0,, NiO 1 gp.). Mpu 3Tom 06-
pasyioLasnca MeTanNnyeckas hasa OAHOBPEMEHHO YNyULLAET TeNNohU3NIECKME N MEXAHNYEC-
Kue CBOMCTBA LieNIeBOro NpoLyKTa.

3HayYeHNs nepeMeHHbIX CTEXMOMETPUYECKUX KOIPDULMEHTOB X 1 ¥ B ypaBHeHUM (4) on-
penenaioTCs 3KCNepUMEHTaNbHO 1 3aBUCAT oT cocTaBoB BAO rpacuta n CBC-wuxThl, a Takxke
OT YCNOBUI NPoOBefeHUs npoLecca.

Konuyectso Y,03 BHocumoe B CBC-wuxTty ans dpopmuposaHusa B komnosute Y-Al-rpaHa-
Ta, 3aBUCUT OT COLlEPKaHMA akTUHOMAOB (An) M HEKOTOPbLIX MPOAYKTOB AeNEHNS, BXOAALLUX
8 BAO- rpaduTa.

Tabnuua 1

Pac4yeTHbI# COCTaB KOMMO3UTa NPU Pa3/IMYHbIX COAePKAHUAX NPOCLINKU
B BAO rpadutanpuy=0mnz=1

CofepxaHne KOMNOHEHTOB
¥ Copepxanve npockinu 8 MaTpuuHoM CBC-npoaykre, Macc.%

B BAO rpadmra, macc.%
TiC Y-Al-rpanart KopyHng
0,001 1,47 46,73 0,36 52,91
0,005 7,01 46,31 1,79 51,92
0,01 13,08 45,79 3,54 50,68
0,03 31,03 43,83 10,16 46,02
0,05 4284 42,03 16,23 41,75

B Tabnunue 1 npuBefeHbl pacyeTHble AaHHbIe COCTABA LieNIeBOro NPoAyKTa — MaTpuy-
HOTo KOMMO3MTa B COOTBETCTBUM C ypaBHeHuem (4) CBC-npouecca. Tpu xumuyeckm yc-
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TOYMBbIE a3bl 3ITOr0 KOMMNO3MTA BKIOYAIOT B cebs Kapbup TUTaHa, B KOTOPOM UMMO-
6unusoeaH 4C, Y-Al-rpaHart, B CTPYyKTypy KoToporo BxoasT An3*, An“*, Sr, Zr, P33, u
cTpyKTypoobpasywowunit Al,05 B hopme KopyHAaa.

Mpouecc TBepLoda3HOro ropeHMs 1 KayecTBO LeNEBOr0 NPOAYKTA 3aBUCAT TaKKe OT
yCUIMIA NOANPECCOBKM NOPOLIKOOOPA3HOIA WUXThI. [Tocne NOANPECCOBKYM WUXTY NOMELAT
B XMUMUYECKMIA peakTop 1 nHuummpytoT CBC-npoLiecc aneKTponoaurom Ha Bo3ayxe Hebob-
woro Konnyectsa cmeck nopouwkos Al u Mg. B nabopaTopHbix UccneaoBaHusx npu pabote ¢
maccon wuxtbl 80 — 120 r CBC-npouecc anntcs 2 — 3 MUH.

BaxkHbIM NOKa3aTenem KayecTBa LiefleBOro NpogyKTa ABMAETCS ero KOMMNAKTHOCTb, NNOTHOCTb.
Komnaktuposarue CBC-npogykTa (MaTpuyHOro matepuana) He06xoaMMo, riaBHbIM 06pa3om, st
YMEHbLUEHUSA ero CBOOOAHOI MOBEPXHOCTH, YTO CHUKAET CKOPOCTb BbILLENA4YMBAHMSA PAMOHYK-
JINLOB U3 MATPULBI B C/TyHAE €€ KOHTAKTa C NPUPOAHLIMU BOAHLIMU CPEAAMM B PE3Y/NbTATE TEK-
TOHWUYECKMX, CENCMUYECKUX U JPYruX aHOMaNuii B panoHe 3aXOpOHEHUS OTXOLOB.

PaccmaTpuBatoTcsa [jBa BapuaHTa OCyLLECTBNeHNA npouecca nepepabotku BAO rpaduTa
B pexxume CBC: ropeHue npegsaputensHo nognpeccoBaHHoi CBC-wuxtbl n cunosoe CBC-
KOMMNaKTUPOBAHWE, KOrAa BCEf 33 MPOXOXAEHWEM BOJHbI FOPEHUA NPOU3BOLAT NPeccoBa-
HWE HEeOCTbIBLIMX NMPOLYKTOB peakLuu.

Bo BTOopom BapuaHTe obecneynBaeTcs noayyeHue 6onee KOMNAKTHOTO U MEXAHUYECKM
NPOYHOro KEPaMUKOMOZOOHOTO NPOAYKTA C MIOTHOCTbIO A0 ~ 4,5 r/cM3. 0fHAKO 3TOT Bapu-
aHT TEXHUYECKM BONee CNOXKEH, 4TO NpK PaboTe C BbICOKOAKTUBHbIM MaTepUanoM MOXKET UMETb
peluaioliiee 3HaYeHue B Bbibope cnocoba nepepaboTku 0TX00B. B nepBom BapuaHTe, 6onee
MPOCTOM B OCYLLECTBEHWHN, 06Pa3yeTCA NPOAYKT, UMELMiA NOPbI U YAENbHYIO NOBEPXHOCTb
1 -3 M2/r. [In0THOCTbL TaKOro MaTepuana U3mMeHseTcs B npegenax 2,3 — 2,6 r/cm3. 37oT Ba-
PUaHT 6bl1 UCNOAb30BaH B HAacToALEN paboTe.

MpombiwneHHyto nepepaboTky BAO rpacuta B pexkume CBC pekomeHayeTcs NpoBOANTD B
repMeTUYHOM XMMUYECKOM PEAKTOPE, MCKITI0YAIOLWMM YHOC a3P030J1el, YTO CYLLECTBEHHO yn-
pouaet TexHonoruto nepepabotku BAO rpacuta. CBC- npouecc nerko ynpasnsem. N3meHss
YCNOBUA FOPEHUS U COCTAB LWMXTbl, MOXKHO peryiMpoBaTb XMMUYECKUIA COCTAB NONYyYaeMbIX
MaTPUYHbIX MaTepPUANOB.

Puc. 1. CamonopaepxuBatoweecs TBeppodasHoe
ropeHne B pexume CBC mopgenbHbix BAO rpadurta B
tbopme UMANHAPUYECKUX 0OPa3LOoB, NONYYEHHBIX
NOANPECCOBKOW WHXTh: 1 — NPOAYKT peakuuu; 2 —
BOJIHA  ropeHusa; 3 —  WUCXOAHbIA  NPOAYKT
(nopnpeccoBaHHas wWKXTa)

Ha npumepe nepepabotku MmoaensHbix BAO rpaduTa Ha Bo3fyxe Ha puc. 1 nokasaH anu-
30[, NPOXOXAEHMSA BOJIHbI FOPeHUs Yepe3 nognpeccoBaHHyto npu 50 MMa wuxty, conep-
Xauwyto ~ 7 macc. % cmecu umutatopos npocbinu — UO,, La,0s, Ce, 03, Zr0, n CaOl.

OCHOBHbIM HeOCTAaTKOM NpeAnaraemoro Metoaa nsonauum BAO rpadura ot 6uocdeps
ABNSAETCA yBENMYEHUE MACChl M 0ObEMA 0TXO[0B, TaK Kak MMMOOUAM3aLmus 4C n paauoHyK-
NMA0B NPOCHINK TpebyeT UCMONb30BaAHNA HEOOXOAMMBIX peareHToB Ans GopMUpPOBaHUS yC-
TOWYMBOMN KapOUAOOKCUAHOM MATPULLbl.
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YHOC **CS NPU NEPEPABOTKE MOJEJ/IbHbIX BAO TPA®UTA
B PEXXMME CBC

Mpencrasnset uHTepec nosefeHne npu CBC-npouecce netyyero paguorykanaa 37Cs. Ons
310r0 B CBC-WwmxXTY BHOCKUAM PacTBOp HUTpATA Lie3ns 1 TepMuyeckn ob6pabaTtbiBany ee ns
yhoaneHus Bofbl U pasnoxeHus Hutpata. Mpu nposeaeHun CBC-npolecca npoBoanam oLeH-

Ky fonu yHoca 137Cs u3 obpabateiBaemoro matepuana (tabn. 2).
Tabnuua 2
YHoc 137Cs npu nepepaGoTke mogenbHbix BAO rpadurta B pexxume CBC

Ne onbiTa 1 2 3 4
AxtueHocTb '¥7Cs B CBC-LumxTe, bk 3,3-105 | 3,8:10° | 4,5-108 [ 25-10°
AxtueHocTb '¥'Cs B CBC-npopykte, Bk | 2,9-105 | 3,1-105 | 3,6-105 | 2,0-10°
Hons yHecenHoro ¥7Cs 0,12 0,18 0,20 0,20

N3 Tabnuubl BUAHO, YTO B pe3ynbTate kpaTkoBpeMeHHoro CBC-npouecca npu oyeHsb
BbICOKOW TeMnepaType B BOJIHE FOPEHUA NPOUCXOAMT noTepa npumepHo ot 10 go 20 %
aKTUBHOCTM neTyyero ue3una. [1na UCKN0YeHMA YHOCa NeTy4YnX KOMNOHEHTOB M3 30HbI pe-
aKLMM XMMUYECKNIA peakTop LenecoobpasHo repmeTusanpoBatb npu nposeaeHun CBC-
npouecca. locnegHee cylecTBeHHO yNpoLLaeT TEXHONOTUIO B YaCTW CBeJEHUA K MUHM-
MyMy 06Pa30BaHWA OTXOAALMX ra30B C PaAMOAKTUBHLIMW a3PO30NSAMU.

PEHTTEHO®A30BbI AHAJIU3 CBC-NMPOAYKTA NEPEPABOTKHU
MOJEJ/IbHbIX BAO TPAOUTA

PeHTreHodasoBblit aHanu3 CBC-npoaykTa nepepaboTku moaensHoro BAO rpacu-
Ta (BbinonHeH cneynanuctamu UTEM PAH) nokasan, 4to B cocTaB KapbUL00KCUAHO-
ro Komno3uTa (MaTpuLbl) BXOAAT BCe NpuUBeAEHHble B ypaBHeHuU (4) (npu y =0)
tasbl: rpaHaT, KOpYHA 1 Kapoua TutaHa (puc. 2). CamoctoaTenbHble ha3bl OKCUAOB-
MMUTATOPOB MPOCHINK He 06Pa3yloTCsA, Tak KaK OHU BXOAAT B CTPYKTYpy Y-Al-rpaHarta.

WHTeHCcHBHOCTL NpUBEaEHHan

1,0 16,0 24,0 32,0 40,0 48,0 56,0 64,0 75,0
20, rpapychl

Puc. 2. ludppaktorpamma npopyKTa nepepaboTku mogensHoix BAO rpaduta: Gr — rpaar; TiC — kapbup TutaHa;
Cor — kopyHA; C - rpacduT

BOAOYCTOMYUBOCTb MPOAYKTOB NEPEPABOTKWU MOJIE/IbHbIX BAO
TPAD®UTA

MpoyHOCTb DMKCaLMM PagUOHYKNMAOB B MaTpULLE XapaKTepu3yeTca 3HaYeHAMM CKOpOC-
Tel BbllLeNaYMBaHUs paauoHyKnuaoB B Bogy (R, r/cm2-cyT). CKOpOCTb BbllenaynBaHus pagmuo-
HyknnpgoB onpegensnacs B coorsetctBum ¢ FOCT P 52126-2003 v Bbluncnsnack no popmyne
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an = ain / (AiO'S'tn),
rae a’, — akTUBHOCTb PaAMOHYKIMAA, BbILIENAYEHHOrO 3a lAHHbI Nepuog BpemeHn, bx;
Aly — ynensHas aKTUBHOCTb B MCXxofHOM 06pasue, bk/r; S — nnowans OTKpLITON reo-
MeTpU4ecKoi NoBEpXHOCTH 06pasLa, CM?; t, — NPOJOIKUTENBHOCTL N-TO NepUoaa Bbi-
WenaynmBaHus, cyT.

Lle3unin BHocunm B CBC-wmnxTy € a30THO-KMCNbIM PAaCTBOPOM C NOCNefyoWen TepMmuyec-
Kot 06pabOTKOIA WMXTbI, ypaH — B BUAE NOPOLUKA LUOKCUAA.

[ins yBenuueHUs OTKPLITON NOBEPXHOCTU UCCNeAYEMbIi NPOAYKT NepepaboTKU MOAENb-
Hbix BAO rpaduta — KapOUAOOKCUAHDBIA KOMNO3UT NOABEPrancs APOONEHUI0 U CUTOBOMY
aHanu3y. YaenbHylo NoBepxHOCTb DpaKLMii N3MEPAIN METOLOM HU3KOTeMNepaTypHOW raso-
BOIi ancopbummn. CpefHee 3HaYeHMe YAENbHON NOBEPXHOCTY PasNUYHbIX paKLuit NpoayKTa
nepepaboTKu paBHANOCh 1,83 M2/r.

-
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-
(=]
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0 100 200 300 400
t, eyt
Puc. 3. Ckopocts Bbiwenaunsanns 37Cs us tpex 06pasyos KapOGMAOOKCUAHOTO KOMNO3UTA
Tabnuua 3
CKopoCTb BbiwenauuBaHusa 238235 y3 Kap6MA0OKCUAHOro KOMNO3UTa

Ry, rl(cm2-cyT)
tcyr
O6paszey 14 | Obpaseu15 | Obpasey16 | O6paszey 17
1 5107 1.10-6 1.10-6 6-10-7
4 <2107 <4107 <4107 <2407
170 <1108 <2108 <210% <1102

Ha pucyHke 3 1 B Tabnuue 3 npuBefeHsl pesynbTatel onpegenenuii R 137Cs u 238235 u3
MaTpuLbl B AMCTUANIMPOBAHHYIO BOAY NPY KOMHATHOW TemnepaTtype. V3 nony4eHHbIX AaHHbIX
BWJHO, 4TO MMMOOUIM3ALMA Le3Us 1 ypaHa B KApOUJOOKCUAHYIO MaTpuLy 3 heKTUBHO U30-
NMPYET 3TN PafMOHYKANAbI OT 6uochepbl B COOTBETCTBUM C HOPMATUBHBIMU NOKa3aTeNAMMU
HM-019-2000 (*37Cs — 107°-107% r/cm2-cyT; An — 1077 r/cm2-cyT).

MpoyHas thukcauma ypaHa B MaTpuLie CBA3aHa C ero N30MOPQHbLIM BHeApPeHNeM B CTPYKTYPY
YCTOMYMBOrO rpaHaTa, TOraa Kak npoyHas dukcaums 3’Cs — ¢ Bo3MoXHbIM 06pa3oBaHmeM YCToii-
yusoro rpadutuaa C,Cs (nornoweHHas aHeprus Tnb6ca AG 1000 = —45,41 1 =97,75 kxk/mon. Cs
npu n=_8 1 60) B pe3y/bTaTe B3aMMOAENCTBUSA rpaduTa C Lie3neM, 06pasyroLmmcs B BbICOKOTEM-
nepaTypHoit BonHe ropeHus npu guccoumaumu Cs;0, npucyTCTBYIOLLEro B LWMXTE.
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3AK/TIOYEHME

N3yyeHa TexHonormyeckas onepawuma KOHAULUOHUPOBAHNSA BbICOKOAKTUBHBIX OTXO0B
rpauTa ypaH-rpadMToBbIX PEAKTOPOB C MMMOOMAU3ALME TPAHCYPAHOBLIX J1IEMEHTOB,
NPOAYKTOB AeNeHuns u paanoHyknuaa “C B ycTonumebin KApOULOOKCUAHBIA KOMMNO3UT.
B coctaB komno3uTa (KOHCepBUpYIOLWEN MAaTPULLbl) BXOAAT UTTPUIt-aNtOMUHUEBBIN rpa-
HaT, Kapobug TMTaHa U KOpyHA. B cTpyKTypy rpaHaTa M3oMopdhHO PUKCUPOBAHbI OKCUbI
aKTUHOW/OB M 3/1EMEHTOB-NPOAYKTOB AeNeHUs, B CTPYKTYpy Kapbuaa TutaHa — 24C.

TexHonorus nepepaboTKKM OTXO[10B OCHOBAHA Ha ApobNeHun matepuana, fobasneHnm
3HEpro- 1 CTPYKTYpoobpasytolLux KOMMNOHEHTOB 1 TBepA0(a3HOM MeTaNN0TEPMUYECKOM ro-
PEHUU WNXTbI B PEXXMME CaMOPACNpPOCTPaHAIOLWErocs BbICOKoTeMnepatypHoro cuHtesa (CBC).

CuHTe3MpyeMblil KOMNO3UT (MaTPULLA) HAAEXKHO U30AIMPYET PAAVOHYKMALI NPOCLINK OT G1ocde-
Pbl, 0 YEM CBUAETENLCTBYIOT HU3KME BENINYMHBI CKOPOCTEN BbiLLENauMBaHMs U3 MaTpuLbl 238235 n 137Cs,

OcHoBHble NpenMmyLLecTBa NpeanaraeMomn TEXHONOrK:

— 3HeprocbepexkeHne, KPaTKOBPEMEHHbI I BHENEYHON PEKMUM 33 CYET BHYTPEHHENH XUMU-
YECKOM 3HEeprumn 3K30TepPMUYECKOro npouecca;

— 0JIHOCTaUNHOCTb NPOLLECCa, OTCYTCTBME BTOPUYHBIX PAIMOAKTUBHBIX OTXO/[I0B, TPeby-
fOWMX LOMONHUTENbHOI NepepaboTKu;

— BbICOKasi BOJJOYCTONYMBOCTb KAPOOOKCUAHON MATPULLbI;

— KpaTKOBPEMEHHOCTb BbICOKOTEMMEPATYPHbIX MpoLeccos (2 — 3 MuH, > 2000°C), obec-
NeymBaloLLMX NOJHOTY XUMUYECKMUX NPEBPALLEHNIA;

— MPOCTOTa TEXHONOTUYECKOTro 060pyA0BaAHUS, BKOYAs XMMUYECKUIA PEAKTOP C repme-
TU3aLmeit 30Hbl peakLuu.

Pe3ynbTaThl NpoBefeHHbIX 1ab0PaTOPHbIX MCCNEeN0BaHUI PEKOMEHYETCS UCMOb30BaTh
npu pa3paboTKe ONbITHOrO NPOMbILAEHHOTO 060PYAOBaHUs NO NepepaboTke U 06e3BpexM-
BaHuto BAO rpadwuTa.
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CONDITIONING OF HIGH LEVEL REACTOR CORE GRAPHITE WASTE
USING SELF-PROPAGATING HIGH TEMPERATURE SYNTHESIS

Konovalov E.E., Naumov V.S., Lastov A.I.

State Scientific Center of Russian Federation - Institute for Physics and Power
Engineering. 1, Bondarenko sq., Obninsk, Kaluga reg., 249033 Russia

ABSTRACT

The decommissioning of uranium-graphite commercial reactor is associated with formation
of considerable quantities of radioactive graphite wastes, part of them being of high level class
and requiring special safety measures in their long-term isolation from the biosphere. The
radioactivity of graphite stacking of the reactor under decommissioning is determined by the
products of graphite and its impurities activation, as well as the nuclear fuel elements and fission
products penetrating the graphite stacking (“spill”) as a result of abnormal situations and events
associated with a broken tightness of fuel element and destruction of fuel assembly. The principal
radionuclides resulting in graphite activation are 1C, 3H, and ¢°Co uniformly distributed over
the entire graphite stack. Their specific activity in terms of graphite amounts to 108 — 109 Bq/kg.
Among the fission products, the largest contribution to the radioactivity is from such radionuclides
as %05y, 137Cs, 147Pm, 151Sm, and *>*Eu and actinides such as 238-240Py, 241243Am, 244Cm. The contribution
of the latter to the total activity of transuranium elements in the first years after the reactor is shut
down achieves the values exceeding 90%. The specific activity of 13’Cs in graphite varies in a wide
range from 10° to 10° Bq/kg depending on the duration of fuel irradiation.

The method of conditioning the HLW of graphite using self-propagating high temperature
synthesis proposed in this work (SHT) is an alternative to the methods suggested earlier.
The method for conditioning the graphite HLW discussed is a one-stage method, it excludes
the formation of secondary wastes, which would also need conditioning. The process does
not need energy supply because it develops as out-furnace, owing to the chemical energy
release in an exoenergic self-sustained solid state process.

Actinides of the spill present in the HLW in oxide form are immobilized into stable matrix
materials, for example, into the Y-Al garnet, which is considered to be one of the promising
materials for immobilization of minor actinides.

X-ray diffraction analysis of the SHT product of processing the model HLW of graphite
has shown that the composition of carbide-oxide composite (matrix) predominantly includes
phases of garnet, corundum, and titanium carbide. No independent phases of the spill
simulators-oxides are formed because they participate in the structure of Y-Al garnet.
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Thus, technological operation of conditioning of the high level wastes of graphite from
uranium - graphite reactors with immobilization of transuranium elements, fission products
of 4C radionuclide in a stable carbide-oxide composite has been studied in this work. Oxides
of actinides and elements - fission products are isomorphically fixed in the garnet structure,
and C is fixed in the structure of titanium carbide. The composite synthesized (matrix)
reliably isolates the spill from the biosphere, this is proved by low values of leaching 238235U
and 137Cs from the matrix.

It is recommended to use the results of laboratory studies carried out for the development
and designing the experimental industrial equipment for processing and rendering graphite
HLW harmless. The technology proposed offers high technical and economic indexes.

Key words: decommissioning, graphite stacking, activation products, fission products,
transuranium elements, one-stage process, Y-Al-garnet, corundum, titanium carbide,
radionuclide leaching velocity.
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