M3secTtma Byszoe * AgepHana sHepreTuka * Ne2e 202 |

YIK 621.039.546 DOI 10.26583/npe/2021.2.07

NCCJNNIEAOBAHUNE OBPA3OBAHUA
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[IpvuBepeHbl pe3ynbTaTHl 3KCIIEPUMEHTOB IO UCCIeA0BAHUI0 HAKOIUIEHUA TO-
PIOYUX ra30B B YCILOBUAX, MOLEANPYIOWUX 0OpaleHne ¢ HerepMeTUYHLIM
OAT peakTopa AM B BOfnE. MccnenoBanuch fiBe TOIMAWBHBIE KOMITO3ULUU:
YpaH-MONUOEHOBOE TOIUIMBO C MarHWEBLIM ITOAC/I0eM W Kapbuyp ypaHa c
KaJIbLIUEBLIM ITOLICII0EM.
H3mepen Bbixop *7Cs Tpu XpaHeHUU YpaH-Monn61eHOBOTO TOTIUBA IT0], BO-
poii. IlonyyeHb! KUHETUKN BLIXO[iA BOZLOPOAA [ 000X TUIIOB TOIUIUBHLIX
KOMITO3UIIUEA, a TaKKe KUHeTUKa 06pa3oBaHua MeTaHa s kapouaxoro OAT.
KuneTnkn Haunyyumm o6pa3oM ammpOKCUMUPYIOTCA 3KCIIOHEHUUAbHLIMU
3aBUCUMOCTAMM, KOTOPLIE POPMANbHO COOTBETCTBYIOT XUMUIECKUM PEAKLU-
AM IIEePBOTO MOPALKA.
[IpousBezneHa pacueTHas oleHKa BKJaZia PAUOAUTUYECKOTO BOZOPOAA B 06bEM
00pa3yommxcs B IKCIIepUMEHTax ra3os. [loka3aHo, UTo OMpeenaiowuM uc-
TOYHWKOM 00Pa3yiolINXCA ra30B ABAAETCA XUMUYECKOe B3aUMOZENCTBUE Ma-
tepuanos 0T ¢ Bopoit.
JKCIIEPUMEHT C ypaH-MONUGEHOBLIM TOIZIMBOM ITOKa3aJl APKO BHIPAXKEHHBIN
3¢ dexT maccmBauUn XUMUUECKUX IIPOLIECCOB Ha TOBEPXHOCTU TOIUINBA BCIEL-
CTBUe 00pa30BaHUA HEPACTBOPUMLIX ITPOAYKTOB KOPPO3unU. B ucmbitanuax
kapounroro 0AT nabniopanca UHKYOALMOHHLIN TEPUOT, 0KOJI0 20-TU YacoB C
MOC/eAY0IUM UHTEHCUBHLIM BLIXOZIOM BOJLOPOZA N METaHa.
[IpoBeneH CpaBHUTENbHLIN aHANU3 [TONYYEHHBIX PEe3Y/IbTaTOB C OMy0INKOBAH-
HLIMU JIAaHHLIMU TI0 TIOBEJIEHWUI0 KOMIIOHEHTOB UCCJIE[0BAaHHLIX TOTUIUBHLIX
KOMITO3ULIUI B BOZe.
[TonyueHHbIe JAHHbBIE MOT'YT UCIIOJ1b30BATHCA [J151 000CHOBAHUA TT0XKAPO-B3Pbl-
B00E30ITaCHOCTY TEXHOJIOTUI 06palenua ¢ paspymenHsiM OAT ¢ paccmoTpeH-
HBIMU TOIAUBHLIMU Kommo3uuuamu (OAT peakropos AM, AMB, 3T'TI-6 n np.)
B BOJe, HAaIpuMep, pu 060cHOBaHUN TexHonorui nogrorosku 04T AMB «
nepepaboTKe mof CnoeM BOHL.

KnioueBble cnoBa: noxapos3pbiBo6e30nacHoCTs, paspyLeHHoe 0AT, peaktop AM (AMB),
pafuonus, BOROPOS, MeTaH, XpaHeHue B BOAE.

BBEAEHME

[ins 6esonacHoro o6pauieHus ¢ 0AT n PAO B npucyTcTBUM BOAbl HAa BCEX CTAAMUAX TOMN-
JIMBHOTO LMKNa TpebyeTcs 060CHOBaHME NOXKapoB3pPbIBOOE30NACHOCTY NPUMEHAEMbIX TEX-
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Honorwit. Foptoyme rasbl MOryT HaKanAMBaTbCA B 000PYA0BAHUM HE TONIbKO 33 CYET paauonu-
3a BOJibl, HO M 3a CYET XMMUYECKMX peakLuii B cyyae obpalyeHuns ¢ HerepmeTuyHbim OAT.

B 0buiem Buae cKopoCTb peakuum ¢ 06pa3oBaHUEM rOPOYNX ra30B 3aBUCUT OT MHOTUX
MPUYMH: OT NPUPOAbI U KOHLEHTPAL MW BELLeCTB, laBNeHNs, TeMNepaTyphbl, HAAMYMA KaTanu-
3aTOpPOB, NPUMeCeil U UX KOHLEHTpaLMK, cTenenu paspylenus 0AT, reomeTpun 060pyaoBa-
HWS, MOLHOCTM A03bl U3Ny4yeHus. [laxe B npoctom ciyyae okengHoro OAT BBIP HeBo3MOX-
HO QaHANUTUYECKM YYECTb BAUSHUE BCEX COCTABAAIOLLMX HA NpoLiecc 06pa3oBaHus BoAopoaa
[1]. Tem Gonee 370 cnpaBesanBO NpU HEOOXOLMMOCTM OMUCAHUSA BbIXOAA FOPIOYMUX FA30B U
pagvOoHYKNMA0B U3 MHOTOKOMMOHeHTHbIX BUA0B 0T, Hanpumep, dparmentos OAT AMB (Atom
MwupHbIii Bonblioi) B BOAHOI MNK BNAXHOW cpefe.

Mpouecchbl 06pa3oBaHKs ropiOYNX ra30B B BOAHOW CPeAe ANA TOMINBA CIOXKHOM0 COCTaBa
Majio MU3yyeHsl, U AN 060CHOBAHUS MOXApOB3PbIBOOE30NACHOCTM TpebyeTcs NpUMeHeHe
tbusnyeckoro mogenmpoBaHua paspylieHHoro OAT u nonyyeHne skcneprMeHTanbHbIX 3aBUCH-
MOCTel BbIX0Aa FOPOYMX ra3oB Ans NPEANoNaraeMblix B AaibHENIEM YCNOBUAX 00paLLeHUs C
MaclITabUPOBAHWEM M IKCTPANONALMEN NONYYEHHBIX PE3Y/IbTaTOB NPK HEOOXOAUMOCTY.

MpuBepeHbl pe3ynbtaThl BoinosHeHHbIX B AQ «HL HUWNAP» skcnepumeHTOB No uccne-
AO0BAHUIO HakonneHus roptoymnx razos u pacyétos B 000 HM® «CocHbl» HakonneHus paguo-
JIUTUYECKOrO BOOPO/A B YCIIOBUAX, MOLENMUPYIOLMX 0OpalueHue ¢ HerepmeTuyHbiM 0AT AM
(AMB) c marHueBbIM 1 KanbLueBbIM Nogcioem B Boge. NonyyeHHble faHHble MOTyT UCNofb-
30BaThCA AN 060CHOBAHMSA NOXApPOB3PbIBOOE30NACHOCTY TEXHONOTWII 0OPALLEHMSA C pa3py-
weHHbIM OAT AM (AMB), Hanpumep, npu 060CcHOBaHMK TexHonoruin noarotoskn OAT nog
CNoeM BOAbl K paAMOXMMMUYecKoii nepepaboTke [2 — 4].

BbIEOP U ATTECTALIUS OAAT /11 UCCNIEAOBAHUMA

Coctas TonnusHoi komnosuuum (TK) OAT AMB meHseTca B wupokux npepenax. TK
copepxuT oT 1 10 20% 23°U 1 coCTOUT KaK 13 OKCMAa ypaHa, TaK U U3 CniaBa MeTaniu-
Yeckoro ypaHa ¢ monmbaeHom B matpute u3 maruusa ((U-9%Mo)+Mg) nnu u3 kapbupa
ypaHa B matpuue 13 kanbuus (UC+Ca). C yyétom paboTel [1], rae npuBeaeHbl pesynbTa-
Tbl BbIXOAA BOLOPOAA U NPOAYKTOB AeneHus u3 okcuaHoro 0AT, akcnepuMeHTbl BbINOJ-
HANWUCb C parMeHTaMu TB310B 061Y4EHHOrO TONIMBA UCCNEA0BATENILCKOTO peakTopa
AM, npototuna 0AT AMB, ¢ TK (U-9%Mo)+Mg u UC+Ca.

[ins uccnenoBaHmit 6bi1M BbIGPaHbl TpU NapTUK 0TPaboTaBLMX TB3JIOB peakTopa AM
(tabn. 1).

XapaKkTepucTUKM TB3/IOB peakTopa AM, BbiIGpaHHbIX JaA uccnenonanlﬁvmua '
MapTus Homep TonnueHan OBoralyeHue Mepuoa BeiropaHue,
(TB3NBI) TBC KOMMO3MLWA no 25U, % obnyuenus MBr-cyt/krU

1(NeNe1,2) | AMK-B-16 UC+Ca 10 07.1968 - 06.1969 6

2 (NeNe 3, 4) n-62 (U-9%Mo)+Mg 6,5 23.01.1979 - 10.04.1984 20

3 (NeNe 5, 6) [-45 (U-9%Mo)+Mg 6,5 21.09.1979 - 10.04.1984 20

Bu3yanbHbiin ocMoTp TB3N0B nokasan, 4to T83aa N 2 ¢ TK UC+Ca saBnseTcs HerepMeTuyHbIiM
1 MMEeT BUAMMbIE NOBpeXaeHNs. Bce ocTanbHble TB3/bI C 60/bLIOI A0NEH BEPOATHOCTY rep-
MeTuYHble. Pe3ysibTaThl raMMa-CKaHMPOBAHMS YKa3bIBaOT Ha OTCYTCTBUE BbIMbIBAHUS TOMJ/IMBA
13 BCEX 0TOOPaHHbIX TB3/10B. [aMMa-CNeKTpoMeTpusa pacTBopeHHbIx 06pasLioB OAT nokasana,
4YTO MHCTBEHHbIM BUAMMbIM PAfMOAKTUBHbIM U30TONOM siBnseTcs 3/Cs (Habnoganuce cne-
fibl 134Cs 1 154Eu), KOTOPBIA MMEET MaKCUMaNbHYI0 VAEbHYI0 akTUBHOCTb 1,08:10° Bk/r ans OAT
¢ TK (U-9%Mo)+Mg n 2,7-108 bk/r gns OAT ¢ TK UC+Ca.

JInHeMHAA NNOTHOCTbL TB3IOB ONMpefenanach C NOMOLWbIO U3MEPEHUA AIUHBI U MACChl
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tparmeHTOB U cocTaBuna 7,1 + 0,3 r/cm ans 183no. ¢ TK UC+Ca v 9,1 + 0,6 r/cm ons TB3N0B
TK (U-9%Mo)+Mg.

9KCNEPUMEHTAJIbHOE OGOPYJOBAHMUE
U NOPAAOK NPOBEAEHUA SKCNEPUMEHTOB

Ons vccnepoBaHusa NoBefeHMs pa3pyLWEHHOro TONAUBA B YCIOBUAX, MOLENUPYIOLWMUX
obpaueHue c HerepmeTuyHbiM OAT AM (AMB) ¢ MarHueBbIM M KanbLMEBbIM NOLCNOEM, B
OTpeneHun peaktopHoro matepuanosefenuns AQ «THLL HUWAP» ucnonb3oBancs BHyTpu-
KaMepHbIii CTeH[, C aBTOMATU3MPOBAHHBIM YNpaBeHUEM TEXHONOTMYECKUMI NapaMeTpamu
3KCMepuUMeHTOB. B cocTaB akcnepuMeHTanbHOro 060py0BaHMA BXOAUN MOAENbHbIN ne-
HaN U CUCTEeMbl HarpeBa, NaponpoBoAoB, HUALTPALMY, KOHAEHC ALY, OTKAYKM, 3aN0NHEHUA
1 npo6ooTOopa rasoBoil cpefbl, Macc-cnekTpomeTp IMI-20-8, 610k aeTekTupoBaHua NPT
bArb-02M, aBTomaTnampoBaHHas cuctema ynpasnenus (ACY). bonee nogpobHoe onuca-
HUe CTeH[A M UCMONb3YeMOro U3MepUTENbHOro 060pyL0BaHNSA NpuBeaeHo B [1].

Ncenepyembie obpasubl OAT B BUAE hparMeHTOB TB3NI0B 3arpyXaauCb B BbIEMHYIO
4acTb, KOTOpas pacnonaranacb B UMAUHLPUYECKOM NeHane.

B npouecce uccneposaHuit npu Boifepxke OAT B Bofle KOHTPOAUPOBANU AABNEHUE,
KOHLEHTpaLMM BOLOPOAA M MeTaHa B CBOOOJHOM 0ObeMe neHana, a Takxe KOHUeHTpa-
umio 137Cs B Bofie Noce IKCNepUMeHTa.

PE3YJ/IbTATbl 3KCMNEPUMEHTOB U OBCYXAEHME
Pe3ynbTatbl 3kcnepumeHToB ¢ hparmenTamm TB3nos ¢ TK (U-9%Mo) +Mg

Cemb dparmeHToB TB3N0B N2 3 1 N2 4 peakTopa AM c TonauBHo# Komno3suumen (U-
9%Mo)+Mg annMHON OKONO 245 MM KaxAbli M 06Leit Maccoit 1.565 Kr pasmellanuch B rep-
METUYHOM NeHane nof cnoem Bofbl. [Ina CHATUA OKMCHOrO CNos C TOPLOB (DparMeHTOB TB3-
NOB NpeABapuTenbHo oTpesanu no 1 Mm. CBOGOAHbI 06beM NeHana 3anoHANCA aproHOM
Cc faBneHnem 1 6ap. nutenbHoCTb BbiAEPXKM cocTaBnsna 380 4acoB € NEPUOANYECKUM OT-
6opom npo6 Ans aHanKu3a ra3oBoro coctaBa. Yepes BoCEMb CyTOK OT Hayasia 3aMaynBaHus oT-
6upanacb npo6a BOAbI U3 NeHana U NPOBOAMAICA raMMa-CrNeKTPOMETPUYECKMNIA aHANN3, KOTO-
pblii nokasan Hanuuune B pactBope 37Cs ¢ o6ueit aktnHocTblo (1.6 + 0,2)-108 Bk B 06bEME
2.9 n. Mpw aTTeCTaLMK TBINOB Nepes IKCNEPUMEHTOM ObII0 YCTAHOBEHO, YTO MaKCUManb-
Hasi NOroHHas akTMBHOCTL 137Cs B TB3Iax cocTasnseT 9.74-10° bk/cM. Mo 3TUM AaHHbIM ray-
6uHa sbluenaymsanus 37Cs uz OAT ¢ kaxpaoro Topua parMeHTa Ha MOMEHT oT6opa Npo6bI
OLLEHOYHO cocTaBnAeT 12 MKM.

B npobax ra3oBoii cpefbl 13 neHana obHapyxuBancs Tonbko Boaopoa. Kunetuka obpa-
30BaHMs BOAOPOAA NpuUBeAeHa Ha puc. 1 1 Haunyywum o6pa3om annpoKCMMUPYETCS IKCMO-
HEHLMANbHOM 3aBUCUMOCTbIO, KOTOpPas (hOpPMaNbHO COOTBETCTBYET XMMUYECKOW peaKLmu nep-
BOr0 NOPAAKa,

V/=356-[1 - exp(-0.0075t)], (1)
roe V — 06bem BbifeNnBLIErocs BOAOPOAA NPy H.y., cM3; t — Bpems, u.

Wcxops 3 onpeaeneHHoM npu atrecTalMm MakcUManbHOM yaenbHoit aktueHoctn 37Cs B
TB3Nax ¢ Tonnmsom (U-9%Mo)+Mg nponsBeseHa oLeHKa BKNaAa BbIX04a PaauonnTUyYecKo-
ro sogopoaa npu xpaHenun OAT B neHane B Xxoae 3KCNepUMeHTa.

Pacyet ckopoCTv HakonneHUs paguoNUTUYECKOro BOAOPOLA OCYLLECTBAANCA N0 popmyne

v = Vm:GyDesmg/(100-Na-1.6-10719-3600), (2)
rae v — CKopocTb 06pa3oBaHMA PagnosMTUYECKOro BOAOPOAA NpU H.y., 1/C; Vy — monsp-
Hbl 06beM ra3oB npu H.y. (22,4 n/monb); Gy — paanaLNOHHbIN BbIXOJ, MONEKYNAPHOTO BO-
fopofa npu nornowexun Bogoit 100 3B aHeprum y-uznyyenus (0,45 monekynsl/100 3B [5,
6]); Dcs - MOWHOCTb MOrNOWEHHON B03bl Y-U3nydeHus Hyknuga 37Cs, [p/y; my — macca
BOAbl B NeHare, r; Ny - noctosiHHas Asoragpo (6.02:1023 monekyn/monb).
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Puc. 1. Kunetuka HakonneHus BOoAOpoOfaa B CB060,qHOM 06bEMe neHana npu XpaHeHnu ¢)paI'MeHTOB TB3/10B peakTopa AM
¢ TK (U-9%Mo)+Mg B Boae u oTorpacus Topua pparmeHTa TBana

B pacuete He yuuTbIBaNM pagnonn3 BOAbI 3a CYET Oi- U [B-U3/TyUYeHUi, TaK KaK BbIXOA 3TUX
YacTuL, OCyLeCTBAAETCA TONbKO C TOPLOB TB3OB M3 TOHKOIO C/10A C TOMLMHOM, paBHOIA
npobery yacTuy, B MeTanuyeckom ypare (17,5 mr/cm? [7] unm 9 MKM NS Oi-4acTuy, € IHep-
rueit 5 MaB u 348 mr/cm? [8], unu 183 mkm ans B-yactuy ¢ aHeprueit 500 k3B). Mpu 3Tom
CYMMapHas aKTUBHOCTb O-U31YYaKoLLMX HYKNUAOB B TONNMUBE peaktopa AM no umetowmmcs
[lAHHbIM HA OAMH — [1Ba NOPs/AKA MeHble akTuBHOCTH 137Cs, @ cyMMapHyio aKTUBHOCTb [3-13-
NyyaoWwmx HYKIMA0B MOXKHO NPUHATbL PaBHOW akTUBHOCTH 137(Cs.

PacyeT MOWHOCTM NOFNOWEHHOW A03bl Y-U3NTy4eHUs NPOBOAUAMN C UCMOb30BAHNEM MO-
ayns MAVRIC [9], Bxoasiwero B coctaB nporpammHoro komnaekca SCALE 6.1.2 [10], pa3pa-
6oTaHHOro OKpMIKCKOII HalMOHanbHoIi nabopaTtopueit ans Komuccum no saepHomy pery-
nuposaHuio CLLA. Mogyns MAVRIC nporpammuoro komnnekca SCALE npepHasHayeH gns pac-
YETA MHTEHCMBHOCTM YaCTUL, U MOLLHOCTY [03bl OT UCTOYHMKA CJIOXHON reOMeTprmM Ha OCHO-
Be meTofi0B MoHTe-Kapno.

[ina nonyyeHna KOHCepBaTUBHOW OLEHKM MOLLHOCTM MOTNOLEHHON [O3bl B BOAE NeHana
npoBefeHbl HECKObKO PacyeToB C pa3fMyHON reomeTpuen pasmelyeHuns hparmeHToB TBI-
NOB B NeHale, Npy 3T0M 04MH hparMeHT TB3/1a pa3meLLanca no LeHTpanbHOW ocK NeHana, a
OCTa/IbHble CUMMETPUYHO Pacnonaranuch Ha OAMHAKOBOM PacCTOSIHUM OT 0cK, 06pa3sys ne-
pucepuintHbIii pag.

Ha pucyHke 2 npegcraBneHa UaOCTpaLys pacyeTHOM MoLeNu NeHana c pasmelleHHbIMM
BHYTPU CeMblo (pparmeHTamy TBINOB peakTopa AM.

Ha pucyHke 3 npuBegeHa 3aBUCUMOCTb PACHETHOW MOLLHOCTM NOTNOLWEHHOW A03bl B BOJE
neHana oT pacnonoXeHus nepudepuinHoro paga hparMmeHToB TB30B HA Pa3IUYHOM pasuy-
ce 0T ocu neHana. B pesynbTate 6Gbina onpeseneHa reoMeTpus ¢ MaKCUManbHOM MOLHOCTbIO
[L03bl N5 BCero 06bema Bofbl B NeHare, kotopas coctaBuna 12.9 M'p/u. PacyeTHas oueHka
CKOpPOCTH 06pa30BaHm1s PafMoNMTMYECKOro BOAOPOAA Npu H.y. cocTasuna 1.1-1078 n/c, uto
3a BpeMs 3KCNepUMeHTa COOTBETCTBYET HakonneHuio 15 cm3 Bogopoaa, T.e. 4,5% OT n3me-
PEHHOrO B 3KcnepuMeHTe. TakuM 06pa3oM, KUHETUKA HAKOMNEeHWUs BOAOPOAA NPU XpaHEHUN
0AT peaktopa AM tna (U-9%Mo)+Mg npakTuyeckn onpeaenseTcs 3NeKTpoXnuMnUYecKuMu
npoueccamu KOppo3nuK MaTepuanos TOMNAUBHON KOMNO3ULUK.

KoHcTpykums TB3N10B peakTopa AM npepcTtaBnseT coboii yactuubl cnnasa U-9%Mo, 3anu-
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Tble B MaTpuLie M3 pacnnasa Mg Mexay fiByMs Tpy6yaTbiMi 0060N104YKaMU U3 HEpXKaBeloLLel CTanm
06X18H10T (cMm. puc. 1), 4To 06YCIOBAUBAET NPU NOFPYKEHWUM B BOLY BOSHUKHOBEHUE rasib-
BaHOMap MEeXAy Pa3HOPOAHbIMU METANNAMU U UHTEHCUBHYIO 3NEKTPOXMMUYECKYIO KOPPO3MIO.

U-9%Mo

. Cranb

Puc. 2. Wnnioctpauus reometpun pacyetHoit mogenu B SCALE 6.1.2

14
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o

MowHocTb go3kl, Mp/y

o
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o
<o

1 2 3 4 5
Paguyc nepuchepuitHoro psga (hparMeHTOB TB3/NOB B NeHane, cM

Puc. 3. 3aBUCHMOCTb PAcyeTHOI MOLLHOCTM MOFMOWEHHOI 03bl B BOAE MEHANa OT PacnosioXeHns (pparMeHToB TBINOB
nepudepuitHoro paaa Ha pasnuyHOM pajuyce OT OCH NeHana

B aT0ii cucTeme MeTannoB Hanbonee oTpuLATENbHbIE CTAHAAPTHbBIE INEKTPOAHbIE MOTEH-
Unanbl UMeIoT MarHnit (Emgsz/mg = — 2.363 B) n ypaH (Eyssu=— 1.789 B, Ey,sy =— 1,5 B)
no CpaBHEHUIO C MONMOAEHOM U HepKaBetowein cTanbio [11], no3ToMy npouecchl Kop-
pO3MM NPOTEKAIOT, B OCHOBHOM, C 06pa30BaHNeM HEPACTBOPUMbIX FTMAPOKCUAOB NO Che-
AYIOUIMM peaKLMAM C BOJOPOLHOM ienonspu3saLuen:

Mg + 2H,0 = Mg(OH),y + H,, (3)
U + 4H,0 = UO3-H,0y + 3Hp, (4)
U+ 5H,0 = UO,(0OH)2-H,0y + 3H,, (5)
U + 4H,0 = UO2(0H), | + 3H,. (6)

Habniopgaemoe CHUXKeHMe BbIXOLA BOAOPOAA B IKCNEPUMEHTE MOXKHO 06BACHUTD TEM,
41O 06pa3yloLMecs HEPaCTBOPUMbIE NPOAYKTbI KOPPO3UM 3aTPYAHAIOT AOCTYN BOAbI K MO-
BEPXHOCTM METanna, YTo NPUBOAUT K NOCTENEHHOMY CHUXEHUIO CKOPOCTU peakuuii (3)
- (6) L0 MX MONHOW OCTAHOBKM.
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B npegnonoxeHun obpasoBaHus BOAOPOAA 3@ CYET KOPPO3UM OTKPLITON MOBEPXHOCTM TOM-
nuBa (KOTOpas B 3KCMEPUMEHTE COCTABASAET ~ 12.6 CM?) MOXHO 3aK/IOUYUTb, YTO NPU NHOObIX
BpemeHax xpaHeHus B Boge OAT AMB B Buae thparMeHTOB TB3/10B C MarHWeBOi MaTpuLieli yaens-
HbI Ha eyHULY NNOLANM OTKPLITON NOBEPXHOCTU TOMNMBA NPUBELEHHbIN K H.Y. BbIX0O[, BOLO-
popna He npeBbicKT 30 Ma/cM?. B npefnonoxeHum, 4to BeCcb BOAOPOZ, B IKCNEpUMEHTe 0bpa-
30BaJiCA 3a cyeT peakuum (3), oueHka npopearnpoBasLuero cnos TK ¢ MarHMeBbIM NoACnoeM
COCTaBAsAET OKOMO 370 MKM C KaX[,0ro Topua parmMeHTa TB3/1a, YTO 3HAUYMTENbHO NPEBbILAET
TOMU{MHY NPOPEArMpoBaBLLIEro C/los, OLEHEHHYI0 Mo ry6uHe Boilenadnsanus 137Cs us OAT.

Mono6Hble nabopaTopHbie KOPPO3MOHHbIE UcbITaHuA obpa3uos OAT peakTopa AMB ¢
TONAMBHBIMK KomMno3uuuammu Tuna (U-3%Mo)+Mg u (U-9%Mo)+Mg npusepeHsl B pabote [11].
Mpu Beipepkke obpasua OAT ¢ Tonnusom (U-9%Mo)+Mg npu Temnepatype 40°C B TeueHune
270-T1 cyToK B neHane o6bémom 800 cm3 nog cnoem Bogbl (60 cM3), KOHTAKTUpYIOWEN C BO3-
[yXOM, 3aMeJJIeHUss CKOPOCTU BbIXOAA BOAOPOAA HE MPOUCXOAUNIO, OAHAKO Habnopanack
yObinb KuCNopoaa 13 ceobofHoro obbema neHana. B atom cnyyae o6pasuybl OAT npeacTas-
nann cobom parmeHTb TB3/13, 06paboTaHHble NOA cneluanbHyto hopMmy (B BULE «PaanaTo-
POBY»), COAEpXalLue Kak 00607104Ky, TaK U TONNUBO, C KOMbLEBLIMU NPONUAAMU HAPYXKHO
0060/104KM M TONANBHOTO CEpPAEYHUKA ANA YBENUYEHUS OOLLEN NOBEPXHOCTU TOMMBHOTO
ceppeyHuka (okono 40 cm?). Mpybas oueHKa no npuBefeHHbIM B paboTe [11] faHHbIM noka-
3bIBAET, 4T0 3a 270 CYTOK KONNYeCcTBO 06Pa30BaBLLIErOCs BOAOPOAA HA eANHULY NoWaam
NOBEPXHOCTM TOMIMBA, HAXOLAALEr0Cs N0 CI0eM BOAbI C BO3AYLLIHO Cpefioit B CBOOOAHOM
obbeMe neHana, Ha NOPAJOK MeHbLUe, YeM C MHEPTHOW Cpefoil B cBOOOLHOM 06beMe neHana
c Tonimsom AM 3a 16 cyTOK, YTO, BUAMMO, 0OYCIOBEHO NPEBANMPYIOLLMM NPOTEKAHNEM pe-
aKLMW C KNCNIOPOLHOW Aenonspu3alimeit B NpuCcyTCTBUM KMCIOPOAA BO3AyXa

Mg + 0.50; + H,0 = Mg(0H),4, (7)
U+ 1.502 + Hgo = U03'H20J,. (8)

OpHako 3kcnepuMmeHT ¢ parmeHTamu T83noB peaktopa AM c TK (U-9%Mo)+Mg npu oT-
CYTCTBUM KUCTIOPOAA B CBOOOAHOM 06bEME NeHana nokasan ApKo BblpaXKeHHbI 3ddeKT nac-
CMBALMM XMMUYECKUX NPOLECCOB HA MOBEPXHOCTM TOMAKBA NPU NPOTEKaHUK peakuuit (3) —
(6) c BofopofHoOW aenonspusaumein n3-3a 06pa3oBaHUA HEPACTBOPUMbIX NPOAYKTOB KOp-
po3uu komnoHeHToB TK.

Pe3ynbTatbl 3KCNepumeHTOB ¢ pparmeHTamm 1B3N0B ¢ TK UC+Ca

500
450 | V = 435(1- ¢"0.055((-19)) . {
& Bogopopg
"= 330
(%]
= 300
= 250
o
S 200
&
150 V.=100(1- e—u,uss(r—m))
100 ; B . _
— MetaH
50 -~ o
0 & i
0 20 40 60 80 100 120 140 160
Bpems, 4

Puc. 4. Bogopog 1 MeTaH B cB060LHOM 06bEME MOLENLHOrO NeHana C 3aMoYeHHbIM B Bofie obpasuom TBana ¢ TK UC+Ca
B akcnepumeHTe ucnonb3oBanu hparmeHT TB3Na ¢ TonmeHoi komno3uumein UC+Ca gantoint
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10 MM 1 maccoit 7,12 r. B nenan Hanusanu 0,98 i1 BoAbl, CBOOOAHbIN 0OBEM NeHana cocTaBan
2,6 n. 0buwiee Bpems BblAepXKKM B Bofe cocTaBuio 150 yacoB. B npo6ax rasa o6Hapy»MBanuch
BOJOPOL, U METaH, KUHETUKM BbIXO[a KOTOPbIX NPUBELEHbI HA PUC. 4. VIHTEHCUBHOMY BbiAENEHUIO
ra3oB NpefLecTBYET MHKYOALIMOHHbIN Neprop AnuHoii okono 20 4. CKopoCTb BblfieNeHM s ra3os
3KCMOHEHLMANBHO YMEHBLUAETCA CO BPEMEHEM U N0 UCTeueHMK 0ko10 100 4 npaKTMyecKm npe-
KpalLeTcs 13-3a NOJIHOM KOPPO3WMOHHOW AerpafaLMy TOMIMBHON KOMMNO3MLMN.

Wcxoas 3 onpepeneHHoi npu aTrecTaliMm MaKkcuMabHoit yaenbHoil aktusHoctn 137Cs B
tB3nax ¢ tonnusom UC+Ca nponsBeaeHa oLieHKa BKNaaa BbIXoAa pagnonmnTyeckoro Bojo-
pona npu xpaHenuun OAT B neHane B Xxoae IKCNepUMEHTa.

PacueT ckOpOCTU HaKONNEHUA PaANONUTUYECKOrO BOAOPOAA OCYLECTBAANCA B Npef-
NOJIOXKEHMU, YTO BECb IKCMEPUMEHTaNbHbI 06pa3el, pacTBOPUACA B BOfie NeHana u pa-
AVNOHYKNMAbLI PAaBHOMEPHO pacnpeaeneHbl no o6beMy pacTBopa; Npu 3TOM UCMONb30Ba-
an gopmyny

¥

V= P
100-N, -1.6-107" -3600 100-N, )

rae Go v Gg — pafiMaLuoHHbIe BbIXO/bl MONIEKYNAPHOTO BOAOPOAA NPU NOTNOLWEHUN BO-
foi 100 3B aHepruwm o- n B-usnyyenns (1,8 [12, 13] n 0,45 monekynbl/100 3B cooT-
BETCTBEHHO [5, 6]); Ao, Ap — aKTUBHOCTb O- U B-U3nyYalOWmMX PaMOHYKNNA0B B BOAE
neHana, bk; £y, Eg — MakcuManbHas 3Heprus o- u B-usnyyaoumx pafuoHyknuaos, k3B
(5,51 0,5 M3B, cOOTBETCTBEHHO).

Pacyet MOLHOCTV NOTNOLWEHHON A03bI Y-U3YYEHUA NPOBOAUAN C UCMOAb30BAHUEM MO-
fyns MAVRIC nporpammHoro komnnekca SCALE 6.1.2. [ins o~ n B-usnyyenuii npegnonara-
NOCb, YTO BCA UX IHEPTUSA NOTIOWAETCS BOAOIA B NeHane. AKTUBHOCTb B-U3/yyalolwmx paguo-
HYKNWA0B NpUHMManack paBHoi aktueHocTu 137Cs. [laHHble No oi-aKTMBHOCTM 06pasua oT-
CYTCTBOBANW, OfHAKO Ha OCHOBAHWUW CBEAEHUI O TOM, YTO yaienbHaa O-aKTUBHOCTb aHa-
norunyHoro no napametpam OAT peaktopa AMB B 10 — 50 pa3 MeHbLUe yaeNbHON aKTUB-
HocTu 137Cs, KOHCEPBATUBHO (I-aKTUBHOCTb B 06pa3ue Gbina NpUHATa PaBHOW NONOBUHE
aktusHoctu 37Cs.

OueHKa BbIXOAa paguonuTUYecKoro sogopona coctasuna 3.8-1072 n/c, uto 3a BpeMms
3KCMepUMeHTa COOTBETCTBYET HaKoMEeHMIo Bcero 2 cM3 Bogopoaa, T.e. 0.5% 0T 3MepeHHo-
ro B 3KCNepuMeHTe.

MNpoBefeHHas pacyeTHas OLEHKA, KaK U A1f TOMIMBA C MarHUeBO MaTpuULLen, MoKasana,
410 0Opa3oBaHWeM BOAOPOAA 33 CHET PAfMONN3a BOLbI B IKCNEPUMEHTE MOXHO NpeHebpeyb.

Hanuuune nHKy6aLMOHHOro neprofa MOXeT ObITh CBA3AHO C ME[JIEHHbIM PAaCTBOPEHUEM
NPOAYKTOB KOPPO31M (OKCUAOB), 06PA3YIOLLMXCA HA NOBEPXHOCTU TOPLIEBLIX PE30B NpU pas-
JeNKe TB3/I0B B BO3YLIHOI aTMocdhepe.

Ha ocHoBaHWK nacnopTHbIX AaHHbIX Ha TBC 1 reomeTpumn 0bpasua npousseaeHa pacyer-
Has oOLeHKa Macchl kKapbupaa ypaHa 1 KanbLus B 006pasLe, KoTopble cocTaBunu 4,63 11 0,88 r
COOTBETCTBEHHO. [1p1 B3aMMOAENCTBIUM KanbLys € BOAON 06pa3yeTcs ruapoKcu KanbLus u
BOAOPOZ B Konnyecte 560 cm3 Ha 11 Ca, a npu rupponuse kapbuaa ypaHa — rugpatupo-
BaHHAA ABYOKWUCb YpaHa 1, B OCHOBHOM, MeTaH C BOAOPOLOM, @ TaKXe Hebonblloe Konuye-
CTBO BbICWIMX YrNeBOfOPOA0B [14 — 18].

B Tabnuue 2 npuBeneHbl onybNMKOBaHHbIE AaHHbIE MO 06bEMY BbIAENAIOWMUXCSA TA30B
Ha 11 kapbupaa ypaHa, a TakxKe J0OIM MeTaHa M BOAOPOJA B ra3e npu rugponuse obny-
YeHHOro 1 HeobyyeHHOro Kapouaa ypaHa. B Toil e TabnuLe NnpuBeAeHbl OLEHKN MaK-
CMMaNbHO BO3MOXHOMO KOJIMYECTBA BOAOPOAA U METaHa /1A 3KCNEpPUMEHTANbHOTO 06-
pa3sua OAT AM npwu ycnoBum ero NoAHOM KOPPO3MOHHOM ferpafauun. MakcMmanbHo BO3-
MOXHOE KOIMYeCTBO BOAOPOAA 3a CYET peakLMmn KanbLua ¢ BOAON AN IKCNEpPUMeHTaNb-
Horo o6pasua coCcTaBnseT 493 M Npu H.y.

W -G D -m, +VM‘(Ga'Aa‘Ea+Gﬁ‘AB‘EB)
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Tabnuua 2
Ony6nuKoBaHHbIe flaHHbIEe MO 06beMmMy BbieNfloLUXCA rasoB
Ha 1 r HeoGny4yenHoro UC, pona CH,; u H, B rase npu ruppoaunse UC
npu temnepartype 80°C, makcMMasbHO BO3MOXHO€ KOJIMYEeCTBO
CH4 n H, ana 3aKcnepuMeHTaNbHOro oGpasuya

NeTouHmK Moy (ol 120 | (3 | (3] | (131 | (101 | (131 | (131 | (101 | [13]
Temnepatypa, °C | 80 | 80 | 80 2959' 239- 80 | 80 2959' ﬁgo' 80 99
Bulropakiue, ool o 0 0 0 | 600 | 3375 | 4333 | 6000 | 16667
MBT-cyt/krU
O6Lem rasa npu
MY MVIUC 904 | 92 | 673 | 906 | 915 | 989 | 962 | 987 = = =
fons CHs, % 88 | 86 | 8 | 822 | 877 | 767 | 67 | 69 3;'2‘ - 19,1
[lons Hz, % 89 | 1 | 1| 1 |88 |29] 28| 28| %] - | 7
Ouetka obbema
CHa npu H.Y. 369 | 367 | 268 | 345 | 372 | 351 | 299 | 315 = = =
ana OAT AM, mn
OueHka obbema
Ha npr H.y. 37 | 47 | 34 | 46 37 | 96 | 125 | 118 - - -
ana OAT AM, mn

XOTf BOLLOPOA B 3KCNEPUMEHTE C TONANBOM peakTopa AM 06pa3oBbiBasca B pe3yabTaTte
kak rugponusa UC, Tak v npu peakuun Kanblns € BOJOMN, U3 NONYYEHHBIX OLLEHOK MOXHO
NpeAnooXnTb, 4TO NPK 3aMaynBaHUM IKCnepuMeHTanbHoro obpasua ¢ UC+Ca- Ttonnmeom
peakTopa AM ¢ Bof0ii npopearMpoBano Tonbko okono 25 — 40% kapbuga ypaHa v okono 80
— 85% KanbLus.

CornacHo ony6aMKOBaHHbIM JaHHbIM B paboTax [15, 18] npu yBeNMYeHUM BbIropaHns Jons
meTaHa B Bbifenatouemca npu rugponuse UC rase nagaer, a [ona BOLOPOAa NOBbILIAETCH,
O[LHAKO Npu BbIropaHuu Bbilwe nopsagka 4300 MBT-cyT/TU 06pasubl CTAHOBATCSA MHEPTHBIMM
Mo OTHOLIEHUIO K BOAE. B paboTe [15] yTBepAaNoch, YTo Ans 067y4eHHOro O BbIropaHuii
6000 MBT-cyT/TU Kapbupaa ypaHa peakums rugponusa (Bbixon ra3os) Booble He Habnoaa-
€TCs, MO KpaiiHel Mepe, Npu BblAep}Ke 00pa3LoB B BOAE B TeueHue 24 4, a B pabote [18]
Ans BbiropaHuit 4333 MBT-cyT/TU 1 Bbllle Hab0AaeMblii BbIX0[, ra30B Obll HACTONBKO HU3-
KWid NpY 0YeHb MefIeHHO NPOTEKAIoLEM MMAPO/N3e, YTO IKCNEPUMEHTbI ObIIM OCTAHOB/EHDI
10 OKOHYAHMSA peaKLnu, XoTs Npu 3ToM BCce 06pasLibl 3a KOPOTKOe BPEMS NPeBpaTUIUCH B
MOPOLLOK.

WcnbitanHblii 06pasel, Tonivea AM MMeeT BbICOKOe BbiropaHue — okono 6270 MBT-cyt/TU, Ho
A5 HEro HabAANCA 3HAUUTENbHBIN BLIXOA MeTaHa Noc/e MHKYOALMOHHOTO Nepuoaa OKo-
n0 20 4 ¥ 3TO PacxoauTCsa C BbIBOAOM B paboTax [15, 18], 4To 061yYeHHbI A0 BbICOKUX
BbIFOpPaHUi Kapbuz ypaHa oYeHb cnabo pearnpyer ¢ BOLOM.

3AK/TIOYEHHUE

MpoBefeHbl 3KCNEePUMEHTbI MO UCCeL0BaHNI0 HAKOMIEHUS TOPIOYMUX Fa30B B yC/I0-
BUAX, MOLLENUpYIOLLMX 0bpaLieHue ¢ HerepmeTuyHeim 0AT peaktopa AM B Boge. Monyue-
Hbl KWHETUKM BbIX0Ja BOAOPOAA ANs TOMNMBHbIX Komno3suumein (U9% Mo)+Mg n UC+Ca,
a TaKXe KMHeTMKa obpa3oBaHua MeTaHa ans kapouagHoro OAT. CkopocTb BbigeneHus ra-
30B 3KCMOHEHLMANbHO YMEHbLWAETCS CO BPEMEHEM.

PacyeTHas oueHKa Nokasana, 4To BKNaJoM PagMonTMYECKOro BOAOPOAA B BbIXO[
ra3oB MOXHO NpeHebpeyb 1 onpeensioLmMm MCTOYHMKOM 06pa3yoLLMXCs ra30B ABNAET-

78



M3secTtma Byszoe * AgepHana sHepreTuka * Ne2e 202 |

CAl XMMUYECKOoe B3aMMOJENCTBME MaTepManoB nccnegoBaHHbix komnosuumin OAT c Bogoit.

YcTaHOBNEHO, YTO XxuMMyeckue npouecchl Ha nosepxHoctn (U-9%Mo)+Mg-Tonnuea
NpPaKTUYECKM NOJHOCTLI0 OCTAaHABIMBAIOTCA U3-33 00pa30BaHUs HEPACTBOPUMBIX MPOAYK-
TOB KOpPPO3UM, NpK 3TOM OLLeHKa ryOnHbI KOPPO3MOHHOTO €105 C TOPLOB hparMeHToB
TB3JI0B COCTaB/sAeT BCero 370 MKM.

[ns kapbuaHoro 0AT o6HapyKMBaeTC MHKYOALMOHHbIN Nepuop okono 20-Tu 4acos, Npef-
MOJIOXMUTENbHO BbI3BAHHbIA HAMUYMEM OKMCHOTO C1I0S HA HEMOABEPIKEHHBIX MEXAHUYECKOIA
06paboTke Topuax hparMeHTa, C NOCNeAyIoLWMM MHTEHCUBHbBIM BbIXOLOM BOLOPOAA U MeTaHa
10 NOHOW KOPPO3MOHHOM fierpagauum obpasua. Tem He MeHee, HECMOTPSA HA MOJHYIO fer-
pagauuio, KomnoHeHTsl OAT He MONHOCTLIO pearnpyioT € BOAOW — TONbKO 0K00 25 — 40%
Kapbupaa ypaHa 1 okono 80 — 85% Kanblus. B To e Bpems Habnoaaemblii B 3KCNEpPUMEHTE
MHTEHCMBHbIN BbIXOJ ra30B PacXofuTCs C ONy6NMKOBAHHLIMU B 3apybexHON nuTepaType
BbIBOJ,AMM, YTO 00/1y4YEHHBI 10 BbICOKMX BbIFOPaHMIt Kapbup ypaHa ouyeHb cnabo pearnpyert
C BOMIOM.

MonyyeHHble AaHHbIE MOTYT UCMOb30BaThCA A1 060CHOBAHMA NOXapPOB3PbiBO6E30-
NacHOCTM TeXHoNOruii obpalleHns ¢ paspyuieHHbiM OAT ¢ pacCMOTPEHHbBIMU TONAUBHbI-
My komnosuumamu (0AT peaktopos AM, AMB, 3IM-6 u ap.) B BOfE, Hanpumep, npu 060-
cHoBaHuu TexHonoruit noarotosku 0AT AMB k nepepaboTke.
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ABSTRACT

The paper presents the research results on the accumulation of flammable gases
under conditions simulating the underwater handling of leaking spent nuclear fuel from
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the AM reactor. Two fuel compositions as fuel rod fragments were examined, i.e.,
uranium-molybdenum dispersed in magnesium and uranium carbide dispersed in
calcium. The experiments were carried out in the in-cell automatic test rig of the
Material Testing Division at JSC «SSC RIAR».

The experiments measured the 137Cs release during underwater storage of uranium-
molybdenum fuel. Data were also obtained on the kinetics of hydrogen yield for both
fuel compositions as well as on the kinetics of methane generation for the carbide SNF.
The kinetics are best approximated by exponential dependences, which formally
correspond to first-order chemical reactions.

A calculated estimate was made of the contribution of radiolytic hydrogen to the
volume of the gases generated during the experiments. It was shown that the
determining source of the gases was the chemical interaction between the spent fuel
under study and water.

An experiment with the uranium-molybdenum fuel revealed a pronounced effect of
passivation of chemical processes on the fuel surface due to the formation of insoluble
corrosion products. The depth of the corroded fuel composition for the fuel segment edges
was estimated to be equal to 370 pm when calculated from the amount of hydrogen
released during the experiment as a result of the reaction of magnesium with water.

As for the experiments with the carbide SNF, an incubation period of about 20 hours
was observed followed by a vigorous release of hydrogen and methane.

A comparative analysis was carried out for the results of the experiments and
published data on the behavior of the components of the fuel compositions in water.
The methane release obtained from the experiment for the carbide SNF does not correlate
with foreign publications in the sense that uranium carbide irradiated higher than
4300 MW-day/tU poorly reacts with water.

The findings can be used to justify fire and explosion safety of underwater handling
of the damaged spent nuclear fuel with the considered fuel compositions (SNF from
reactors AM, AMB, EGP-6, etc.), for instance, to justify underwater preparations of the
AMB SNF for reprocessing.

Key words: fire and explosion safety, damaged SNF, AM (AMB) reactor, radiolysis,
hydrogen, methane, storage in water.
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