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[IpuBeneHbl pe3ynbTATH SKCIIEPUMEHTOB 10 UCCNEA0BAHNI0 HAKOIIEHUA BO-
Lopoza u razoobpasHsix mpoaykToB fenenns (III]]) B ycnosuax, Mopenu-
pyomux BpeMerHoe xpaHenune paspyumerntHoro 0T BBIP-440 B repmeTny-
HBIX [TeHaJlaX II0CJle CAUBA BOALI 0€3 MpoBeAeHUsA OMepalun OCYLIKU TOTI-
nvBa. 06CyKAeHb BOMPOCH GU3UKO-XUMUIECKUX TTPOLLECCOB, IPOTEKAIOWNK
IIpU XpaHeHuu paspyuwerHoro okeupaxoro OAT Bo BnaxHoM cpepe.
JKCIIePUMEHTH BLITONHANUCD B [1Ba 3Tama: 1) mpefBapuTenbHOE 3aMaunBa-
HUE B BOJle MEJIKUX (ParMeHTOB TOIIUBHBIX Tab€TOK B FE€PMETUYHOM Iie-
HaJle; 2) CIUB BOZHL U BhifepxkKa BnaxHoro 0T B repmeTnyHOM mmeHane. k-
CIIEPUMEHTHL IIPOBOAWIUCD ITOCNEZ0BATENbHO A OJHOTO W TOT'O Xe IeHa-
na ¢ 04T n pasnuuanuch Temneparypamu Buizepxku snaxsoro OAT (25 un
80°C). IlonyyeHs pe3ynbTaThHl UCCLEL0BAHUA BHIXOAA PAAUOHYKAULOB B
XuaKyto dasy npu xpaHerun OAT mopa cnoem Boabl. 06HAPYKEHO YCTAHOB-
JIeHWe CTAllMOHAPHbLIX KOHIEHTPAlUUN ypaHa U U30TOIIOB 11e3UA IIPYU BLIAED-
xke OAT B Bozme Gonbure mecana. [lonyyeHHble KUHETUKU HAKOIUIEHUA BO-
nopona u I'TIZl B ra3oBoit da3ze npu xpaHerHun snaxHoro OAT B repmMeTny-
HOM IIeHaJle TIOCJle CIUBA BOALI COBIAZAIOT AN 060UX IKCIEepUMeHTOB. Ku-
HETUKU UMENOT PE3KUIL ITePesioM B CHUXXEHUUN CKOPOCTU HaKOIULEHUA BOZ0-
pona u I'TI]l yepes 46 4 mocne Havana Buigepxku BraxHoro 0AT. Ilonyyen-
Hble JAHHbBIE MOTYT UCIIO0/1b30BAThHCA A1 Pa3paboTku n BepuduKauum mMo-
nenemn npoueccos noBepenua paspyuiensoro 0T mpu xpanenun Bo Bnax-
HO cpefie B YCN0BUAX PaZiu0nun3a.

KntoueBble cnosa: noxapoB3pbiBobe3onacHocTs, paspyleHHoe 0AT, BBIP-440, pagmo-
13, BOJOPOS, ra3o06pasHbie NpoayKThl AeneHus, pactoperue UO,.

BBEAEHUE

060cHOBaHWe N0XapoB3pbiBO6E30NACHOCTU — BaXKHas COCTaBHaA YyacTb 6e30MmacHoro
obpauweHus c OAT u PAO Ha Bcex cTagusax TonamBHoro uukna. Mpu xpaHeHuu OAT ¢ repme-
TUYHBIMUM 060/104KaMK TB3IOB BO BNAXHOI Cpefie B 3aMKHYTOM 06bemMe NponcxoanT obpa-
30BaHMe BOAOPO/A TONBKO 3a CYET PaAM0Nn3a Nop, AeNCTBUEM Y-U3NyUYEHUS, NOITOMY OLIeH-
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Ky CKOpOCTU ero HaKonneHWs B KOHCepBaTUBHOM MOAXOAE MOXHO MOAYYUTb C NOMOLLbIO
pacyeTHOro MofennpoBaHus.

Mpu koHTakTe Bogbl ¢ TonausoM 0AT ¢ HerepMeTUYHbIMM 060I0UYKAMM TB3JIOB NOABASA-
t0TCA AONONHUTENbHbIE TPYAHO YYUTbIBAEMbIE PACYETHBIM NyTeM NpoLecckl 06pa3oBaHus
NpOAYKTOB PafMoNu13a U OKUCIUTENbHOrO PaCTBOPEHWA TONAMBA:

— pagMonu3 Bofbl Nof AeCTBMEM O- U B-yacTuu, 06nagatoLmx 6onee BbICOKOWM NUHEN-
Holi nepepayeii aHeprum (J1N3);

— KOPpO3u1s TOMAMBHbLIX MaTepuanos NOA AeNCTBUEM NMPOLYKTOB PaANONN3a;

— [pyrue XuMmuyecKue B3aMMoaenCcTems 06pasyoLmnxcs NpoAYyKTOB Pafmuoin3a ¢ NnpoayK-
Tamu senenus (Mh) B Tonnuse.

Ha gaHHbIN MOMEHT 3T NpoLecchl N10X0 NOAJAITCA pacCYeTHOMY MOAENUPOBAHMUIO, TaK
KaK, B OCHOBHOM, MPOTEKAIOT Ha MOBEPXHOCTU TOMAMBA U CJIOXHBIM 06Pa3oM BAUAIOT Apyr
Ha apyra. [oaTomy ans 060CHOBaHMA NOXapPOB3PbIBOOE30MACHOCTH NOKA €AUHCTBEHHBIM
HafleXXHbIM MOAXOAOM, AAOLMM AOCTOBEPHbIE pe3y/ibTaTkl, ABAAETCA NPUMeHeHne Gu3nyec-
Koro MoaennpoBaHusa paspywenHoro 0T v nonyyeHne 3KCNepUMeHTaNbHbIX 3aBUCUMOCTEN
BbIXOZIa FOPIOYMX Fa30B B NPEANoNaraeMblxX YCA0BUAX XpaHeH!s (00paLLeHns) ¢ AanbHeRWnM,
npu He06X0AUMOCTU, MACIUTAOMPOBAHMEM U IKCTPANONMPOBAHUEM MOJTYYEHHBIX PE3YNILTATOB.

B ctatbe npusopgATca pesynbtatbl BhinosHeHHbIX B AQ «HL, HUWAP» skcnepumeHToB
no UCCNeoBaHMNIO HaKoneHna sofopoaa u M, B ycnosusx, MOJENUPYIOLMUX BPEMEHHOE
XpaHeHue paspyweHHoro 0T BB3P-440 B repMeTUUHbIX NeHanax nocne cavMea Bofbl 6e3
OCYLWKM TONAKUBA. XOTA NOJyYEHHbIE AAHHbIE UCMONb30BANUCH A 060CHOBAHUSA NOXaA-
poB3pbIBOGE30MNACHOCTH 06paleHmns ¢ paspylweHHbiM OAT B KOHKPETHbIX YCNOBUAX Xpa-
HEHMA, OHU TaKXXe MOTYT UCMOb30BaTLCA ANA Pa3paboTKu U BepuduKkaumm mogeneit u-
3MKO-XMMUYECKUX MPOLLECCOB NoBefeHNsA paspylueHHoro OAT npu xpaHeHWUM BO BNAXKHO
cpefe B yCNOBUAX paguonusa.

OCHOBHBIE MPOLIECCbI NOBEAEHUSA OKCUAHOIO OAT
BO B/IAXXHOU CPE[IE B YC/1IOBUAX PAAUOJIU3A BOADbI

OcHoBHOE NOHMMaHKE HU3UKO-XMMUYECKMX NPOLLECCOB, NPOTEKALWMX Npu XpaHeHun 0AT
13 [MOKCMAA ypaHa BO BNAXHOW cpefie, Obi1o Nosly4eHo B 3KCNEePUMEHTaX, Lieibio KOTOPbIX
ABNANACh OLEeHKa cKopocTeit Bblwenaynsanusa M n AM B npouecce pactBopeHus (pa3py-
weHus) OAT npu nonagaHum Bofbl B KOHTEHep Npu ry6UHHOM 3axopoHeHuun. CoBpemeH-
HOe NpeACTaBieHNe 0 NPOTEKALWMX NPOLLeCCcax KPaTKO COCTOUT B CliefytoLemM.

Mpwu pagnonunse Boabl 06pasyiotcs monekynsapHele (H,0,, Hp) u pagukansHeie (HO, 0,7,
HO,, e 4q H) NnepBryHbIE NPOAYKTHI, KOHLEHTPALIMA KOTOPbIX 3aBMCUT KaK OT XapaKTepa MoHU-
3UPYIOWETO M3/ly4eHUs, TaK 1 ero ao3bl [1]. NepBuyHble NpoLyKTbl Paanoin3a, B3aMMogeii-
CTBYS MeX/y C000ii, MOTYT AaBaTb BTOPUYHbIE MPOAYKTI, @ TAKXKE B KOHEYHOM UTOTe PeKOM-
OuHMpoBaTb. MonekynspHbIN KUCNOPOA HE ABASETCA NEPBUYHBIM NPOJYKTOM Pafuonmn3a u
NOABAAETCA B pe3y/IbTaTe BTOPUYHbIX PeaKLMiA, @ TAKKE NPU KATaIMTUYECKOM Pa3NoXKeHUH
H,0, Ha NnoBepXHOCTM TONIMBA NO CyMMapHOM peakuumn H,

H202 — HzO + 0,502. (1)

Xots 0, yyacTByeT B OKUCNEHUM TONUBA, OCHOBHbIM CTaOWNbHBIM OKUCASIOLLUM TOMIMBO
npoayKToM papuonu3sa sofbl saensetcs Ho0; [2]. InekTpoxummuyeckne nccnefoBaHus noka-
3anu, yto H,0, npumepHo B 200 pa3 bonee akTMBHa, Yem O, Npu TON e KOHUEeHTpauuu [3].

H,0, moxet B3aumopeiicteosath ¢ UO, nytem okucnenus UV go UVT [4]

U02 + H202 — U02+ + HO + HO-, (2)
U0,* + HO — U0, + HO- 3)

nnn noaBepraTtbCA KatannTU4eCKoOMy pa3noxXeHnto Ha NOBEPXHOCTHU U02 6e3 oKuCIeHns Ton-
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JIMBHOM MaTpuLbl No peakuuu (1) no cnepytolemy MexaHusmy:

H,0, —2%— 20H, (4)
H,0, + OH —% H,0+HO0,, (5)
2H0, —% H,0, +0,. (6)

Ckopoctb pacTBopeHus UO; B BOAHbIX pacTBOpPax 3aBUCUT OT CTENEHW NOBEPXHOCTHOTO
OKWUCNEHUA TOMIMBA, YTO ONPEAENseTca YCNOBUAMU OKUCAUTENbHO-BOCCTAHOBUTENBHOIO
npouecca. CunTaeTcs, 4To 3HaUUTENbHOE PACTBOPEHME ypaHa NPOUCXOAMT, KOrAa NOBEPXHOCTb
Tonnuea gocturaet coctaBa U0, 33 (cootBetcTByet Us0;) [5].

B pabote [6] npeanoXeH [BYXCTYNEHYATbI MEXaHWU3M Pa3NOXEHUA PAANONUTUYECKMX
H,0, n H,. 06pa3oBaHHble Ha NepBoM 3Tane pagukansl HO npu KaTanuTUYeckom pasnosxe-
HUN H202 Ha NOBEPXHOCTH B3aVIMO,£I,eI7ICTBy}OT C paguoONnUTNUYECKUM H2, 4YTO NPUBOAMUT K UX
pekoMOMHALMM N0 CyMMapHOIi peakLuu

H,0, + e~ — HO + HO", 7)
H, + HO — {H,0 + H} — H,0 + H* + e, (8)
H202 + Hg - 2H20. (9)

OpHaKo CKOPOCTb OKMCNUTENbHOIO PacTBOPEHUA ypaHa He onpeaenseTca KOHLeHTpaum-
eit H,0,. IKcnepmMeHTbl NOKa3anu, YTo B yCI0BUAX 06/y4eHUs BbIXO ypaHa B pacTBop Obin
3HAYMTENBHO BbILUE, YEM NPU UCTIBITAHUAX HA BbilenadnBaHue c pactsopamu H,0, Toi xe
KOHLeHTpauuu 6e3 06yyeHns. ITo 06bACHAIOT y4acTMeM ApYrux NpoAyKTOB Paguonun3a B
npoueccax okucnenus (pactsopenus) U0, npu 06ayyeHum, Hanpumep, pagukanos OH- [7].

06wuit npoLecc okMcAUTENbHOrO pacTBopeHus (koppo3suu) Teepgoro U0, BKtoyaeT B
cebs nocnefoBaTeNbHOCTb OKUCNEHUS, PAacTBOPEHUs U (NpW OnNpeaeneHHbIX YCIoBUsAX) pe-
akuuu ocaxaerus. CoctaB ocafkos OyaeT 3aBUCeTL OT COCTaBa pacTBopa. Ha makpockonu-
YeCKOM YPOBHE NMPOLECC MOXET ObITb OMUCAH NOCIELOBATENLHOCTbIO [7]

UOg - U02+X - U022+ - UO3'_VH20, (10)

rae U0z (U_2V Uz, Y 0244) — TOHKMIA NPOMEXKYTOUHBII OKUCIEHHbIN CTI0M HA MOBEPXHOCTH
U0,; UO0s5-yH,0 - obpasosasiumiica ocapok UYL, ecnn B TOHKOM cioe pacTBopa y noBepx-
HOCTU TOMNMBA NPOUCXOAMT NIOKabHOE NepeHacsilyeHne noHamu UO,2*. Ocapku ymeHblua-
10T NaoLWasb B3aUMOAENCTBUS, YTO MOXKET NOAABAATL PACTBOPEHME TOMMBA, C LpYroM CTo-
POHbI, 0CaJKM OrPaHUYMBAOT MACCONEpPEHOC NPOAYKTOB PAAM0N3a, YTO YMEHBLIAET OTTOK
H,0, v nputok akuenTopos k noBepxHocTv OAT 1 MOXKET NPUBOANTL K YCTONYMBOI CKOPOC-
TV €ro pacTBOpeHus. YpaHuibHble MUHEPAbl MOTYT CHU3UTb MOABUKHOCTb KIHOYeBbIX pa-
AVNOHYKINLO0B U UTpaTb Posib, aHANOrMyHylo ponun ncxogHoro UO, B yaepaHun pafuoHyK-
NWL0B B ero maTtpuLe. YpaHubHble MUHEpPabl MOFYT BKNIOYATb B CBOM CTPYKTYPbI B Kaye-
CTBE OCHOBHbIX COCTABAAILLNX TaKNe paguoHyKnuabl, kak Cs u Sr [8].

PacTBOpEHHbIi MONEKYNAPHBIF BOAOPOS TaKXKE MOXKET NOTPeBNATLCA NPU B3aMMOLENCTBUM
C KOMMOHEHTaMU TOMJIMBA U CHUXATb KOHLEHTPALIMIO ypaHa B pacTBope. Tak Ha3biBaeMblil
BOJOPOAHbIN 3 (eKT 3aKnoyaeTcs B HabofaeMoil CNOCOOHOCTU BOLOPOAA CHUXKATb, a B
HEKOTOPbIX ClyYasXx NOJHOCTbIO MHTMOUPOBATL NpoLECC OKUCAUTENbHOro pactBopeHus OAT.
Yactuubl 6naropogbix metannos Rh, Pd, Ru, npucytcteytowme B OAT (Tak HasbliBaemble e-
yacTuupl), katanusupyiot BocctaHosneHne UVT Ha nosepxHocTi Tonauea o6patHo go UWY [4]:

H, +U0,” —&— U0, +2H". (11)

Takum 06pa3om, B YCOBUsAX NPOAOJIKAIOWErOCs pa3pylUeHus TONIMBA NOC/e NEPEXOA-
HbIX YCNOBWUIA B HEMOABUKHOI BOAE YCTaHABNMBAIOTCA CTALMOHAPHbIE KOHLEHTpALUM Npo-
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LYKTOB paguonv3a v NpoAyKTOB BbllienaynBaHns Tonauea (ypaHa, aktuuugos, M) 3a cuet
nepeocaxnaeHus ypara UVl 8 Teepayio dasy. ITv npoLecchl onpeaensitoT CTaMoHapHbIE KOH-
LleHTpaLumn MONEKYNAPHbIX MPOLYKTOB PaAM0oan3a, @ 3HaUMT, U CKOPOCTb BbIXOAA BOJOPOLA
n ML B razosyto asy.

OnncaHHble MexaHu3Mbl noBefeHua paspyweHHoro 0AT, no MHEHUIO aBTOPOB CTaTby,
HeobXoAMMO Y4NTbIBATb NPU aHANU3e PE3yNbTATOB NPOBELEHHbIX IKCMEPUMEHTOB.

9KCNEPUMEHTAJIbHOE OGOPYJOBAHME
U NOPAAOK MNPOBEAEHUA SKCNEPUMEHTOB

[na ncenegoBaHns NoBeAeHMA pa3pyLIeHHOro TONWBA B YCNOBUAX, MOZENMPYIOLLMX Xpa-
HeHune OAT B repmeTyHoM neHane, B OtheneHnn peaktopHoro matepuanosegeHus AQ «MHL,
HWUWAP» 6bin pa3paboTaH, U3roTOBNIEH U CMOHTUPOBAH BHYTPUKAMEPHBI CTEH[, C aBTOMATH-
3WPOBAHHbIM YNpaBAeHNEM TEXHONOrMYECKUMI NapaMeTpamMmn 3KCNepUMEHTOB.

OcHoBHOe 060pYAOBaHNE CTEHAA: TEPMETUYHBIN NeHan aas pasmelleHus 0AT, BHyTpU 1
Ha HapyXHOW NOBEPXHOCTWN KOTOPOr0 B Pa3/IMYHbIX TOYKAX MO BbICOTE 3aKpenaeHbl TepMo-
napbl; HarpeBaTe/ibHbIA MOJY/b, BHYTPEHHSAS €MKOCTb KOTOPOrO MOXET ObiTh 3anojiHeHa
BOAOW 1 CO3AaHUNA U NOALEPXKaHMA 3aaHHON TeMNepaTypbl CHAPYXMW NeHana; AMHUA 13-
MepeHus [aBNeHUs; IMHUM 3aN0NHEHUs NeHana ra3om 1 otbopa npob rasa Ans Macc-CnekT-
POMETPUYECKOr0 aHann3a; CUCTEMbl aBTOMATU3MPOBAHHOTO YNIpaBieHNs U c6opa faHHbIX.
YTeuKu U3 neHana KOHTPONMPOBANUCH resimeBbiM Teyenckatenem ASM-142 ans obecneyeHus
Knacca repMeTMYHOCTY NeHana He HuXe YeTBepToro.

[ins skcnepumeHToB GbinK 0ToOpaHbl TBaNbl 3 OTBC BBIP-440 c xapakTepucTukamu:

— ncxofHoe oboratieHune no 235U — 3,6%;

— cpefiHee BbiropaHue no TBC — 27,62 MBT-cyt/krU;

— MaKcumanbHoe BbiropaHue no soicote TBC — 32,03 MBT-cyT/krU;

— CyMMapHoe BpeMa 3Kcnayatauum — 649,1 ad.cy;

— BpeMs NocJie BbIrPy3KM 0 HaYana IKCnepumeHTa — BOCeMb JieT.

B pe3ynbTate HepaspyLlwaowmx cciefoBaHUin 0TOOPAHHbIX A IKCNEPUMEHTOB TB3J10B
(BM3yanbHbI 0CMOTP 1 oTorpapoBaHue, raMMa-CKaHMpOBaHWE, U3MEPEHe AAMETpPa B ABYX
a3nMMyTaNbHbIX OPUEHTALMAX, BUXPETOKOBAA AedeKTOCKONUS, U3MepeHune TONLWMHbLI OKCUAHO
MAEHKN HA HApyXKHO NOBEPXHOCTH 060104€K) ObIIO NOKA3aHO, YTO UX COCTOSIHUE ABNAETCA
TMNUYHbIM A BBIP-440 nocne wraTHoOi 3KCnyaTaLmm B TeYeHMe ABYX TOMIMBHbIX LMKIIOB.

OTo6paHHble TB3NbI pa3pe3ant Ha HparMeHTbl U U3BNEKIN U3 HUX TOMMBHbIE TAGNETKMY,
KOTOpble n3Menbyuunu Ha menbHuue 1 npocesnu. ®pakuumio UO, ¢ paamepom yactuy, ot 0,1 go
2,5 MM nocne B3BelMBaHWA 3arpy3unu B neHan. [lanee npuBefeHbl pe3yabTaTbl ABYX IKCMe-
PUMEHTOB MO UCCNeA0BAHMIO NOBefeHUs BAaxHOro okcuaHoro OAT npu xpaHeHuu B neHane.

[ns akcnepumenTa Ne 1 8,75 kr noarotoneHHomn dpakumm U0, 6bin0 3arpyeHo B ne-
HaJ U 3a7IMTO PacCTBOPOM GOPHOM KUCIOTBI C KOHLEHTPaLUeE 24 /1 B [UCTUNNNPOBAHHOM
Bofie (pH =4 +0,5). Yepes cyTku A1 yMeHbLIEHUS BIUAHUA BbIXOLA AaKTUBHOCTM Lie3uns, Ha-
KonusLerocsa Ha noBepxHocTu UO, npu ero pacTBOpeHun B BOAE, Ha TOYHOCTb M3MepeHus
KOHLEHTpaL MM Lpyrux HYKNUAOB pacTBop OblN CNUT, U U3 Hero oTobpaHa npoba ans paguo-
XMMUYECKOro aHanuza. lleHan noBTOPHO 3an0AHUAN PacTBOPOM 6OPHOM K1CNOTbl. 06beM
pacTBopa B NeHase noc/ie NoBTOPHOrO 3an1Ba cocTaBun 2422 cm3. [lna onpefeneHus Hyk-
JVAHOrO COCTaBa pacTBOpa U KONMYEeCTBAa PacTBOPMBLUEroCsA ypaHa 13 neHana pa3 B Mecal,
npoBoAuMCcs 0T60p Npob xuaKoi dasel. AKTMBHOCTb FraMMa-u3nyyateneii B npobax onpege-
NAnacb ramma-crnektTpomeTpuyeckum metopgom. Cogepxxkanne Am n Cm onpepensnu anbda-
cnekTpomeTtpuyeckum metopom. Cogepkanme U n Pu onpegenanoc METOAOM M30TOMHOMO
pa3baBfieHns C Macc-CneKTPOMETPUYECKUM OKOHYaHWeM aHanu3a. Yepes Tpu MecsLa pactBop
6OpPHOM KMCNOTbI ObIT CANT U3 NEHaNa, U3 CIMTOro pacTBopa oTobpaHa npoba aas pagmoxu-
MWYecKoro aHanu3a. fMocne 3Toro neHan Gbl1 TPUMKALI MPOMBIT APrOHOM, 3aMOIHEH APrOHOM
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[0 abconoTHOro aasnenuns 1,5 6ap v 3arepmeTusnpoBaH. lnutensHocTb 3kcnepumenta Ne 1
COCTaBU/a OMH MECsL, B TEYEHMe 3TOr0 BPEMEHMU U3 NeHana NpoBOAMACA 0T60p Npob rasa
o6bemom 5 cm3. [Ins u3mepeHus 06beMHbIX KOHLEHTpaLUI ra3oB B Npobax UCMoib30Bany
MacC-CNeKTpoMeTp BpemanponeTHoro Tuna IMI-20-8.

Mo okoHYaHuM 3KcnepumeHTa Ne 1 6bi1a NpoBeAeHa TEPMOBAKYYMHas OCyLLKa NeHana,
nocne KOTOpow OH GblN1 3aN0NIHEH aprOHOM W 3arepmMeTn3npoBaH. Mocne mecsALa BbIAEPKKM
AN TOATOTOBKM K 3KCnepuMeHTy N 2 neHan BHOBb Oblfl 3aM0HEH PacTBOPOM GOPHOIA KMC-
NOTbI C KOHLEHTpaumeit 24 r/n. Yepes mecsL, pacTBop 60pHON KUCNOTbI Obin CANT U3 NeHana
1 oTobpaHa npoba cnMToro pacTBopa ANs PaANoXMMUYECKOro aHanu3a. Nocne 3Toro neHan
Obl1 TPM pa3a NPOMbIT aproHOM, 3aM0JIHEH aproHOM Npwu AaBneHuu 1,5 6ap 1 3arepmeTnsn-
pOBaH, nocsie Yero GbiN BKKOYEH HarpeBaTeNbHbId Moay/b. IkcnepumeHT N2 2 npoBoamuncs
npu Temnepatype Bofbl B emkocTv 80°C. B xofe akcnepumenTa N 2 B TeueHne mecsLa npo-
Boamnca ot6op npob rasa. Takum o6pa3om, skcnepumeHT N2 2 hakTMUeCKn NOBTOPAN IKCne-
pumeHT N° 1, TONbKO NPOBOAMACA NPU NOBbILIEHHOW TEMNepaType.

PE3YJIbTATblI 9KCNEPUMEHTOB

Pe3ynbTathl 3amaunBanus OAT B neHane nepep 3kcnepumeHtamu N° 1 1 2, a Takxe pe-

3y/bTaThl PaMOXMMUYECKOTO aHann3a npob pacTBOpPOB NpefcTaBneHbl B Tabn. 1, 2.
Tabnuua 1
CBopHan TaGnuua pe3ynbTaroB BbifiepxKu OAIT B pacTBOpe neHana

JKCNEPUMEHT
MNapameTtp

Ne1 Ne2
O6Gwem pacTeopa B NeHane nocne 3anuea, cm?® 2422 2394
Bpema samauveaHua, cyT 92 49
Obbem pacTeopa, CnuToro U3 neHana, cm? 1931 1901
Obvem pacTBopa, OCTaBLUETOCA B NeHane, cm? 487 493
OtHowenne maccel Bogsl k macce UO: B neHane, % 5,6 56

MakcumansHas ofbeMHas raMMa-akTUBHOCTL CNUTOrO pacTeopa, br/mn 3,3107 20107

ABconiTHaa raMmma-akTWBHOCTL CAMTOrO M3 NeHana pacTeopa, bk 6,410 | 39101
MakcumansHasn obbemHan anbga-akTMBHOCTL CIMTOrO pacTeopa, br/mn 102 83
AbconoTHan aneha-akTMBHOCTE CIMTOTO M3 NeHana pacTeopa, bk 2,0110° 1,710%

KonuuyecTeo ypaHa, pacTBOPHBLIErOCA 3a BPeMA 3aMaynBaHna

. 6,5 8,816
B pacTBope GOPHO KMCNOTbI, MT

Kak cnepyet u3 Tabn. 2, KOHLEHTPALMN HYKIWAO0B ObICTPO BbIXOAAT HA CTALMOHAPHbIE
3HaueHus. B paboTe [9] yka3blBaeTCs, YTO CTALMOHAPHbIE KOHLEHTPALMM B BOLE AN1S ypaHa
npu KOHTaKTe ¢ HeobayyeHHbIM Uy, MOAenbHbIM UK 0TPaboTaBIIMM TONAUBOM B OKUCIH-
TENbHbIX YCNOBUAX COCTaBAAOT 0KO0 107> M (2400 mMKr/n) v aBns0TCA 6IU3KUMU K Teope-
TUYECKOMY npefieny pacTBOPUMOCTH CKyNWUTa WAW APYroro BOAHOTO YpaHUA-TUAPOKCUAa,
Hanpumep, bekkepennuta. CTayMoHapHbIe KOHLUEHTPALMM ypaHa B IKCNEepUMeHTax 6/IM3KK K
3TOMY 3HAYEHUIO N HAXOAATCA B fuanazoHe 1800 — 3500 mkr/n (cm. Tabn. 2).

N3 Tabnuubl 2 cnepyeT TaKkxkKe, 4TO KOHLEHTPaLMSA Lie3ns B BOAE OCTAETCSA NOYTU NOCTOSH-
HOM BENMYNHON. TakuUM e 06pa3om BeayT cebs cyMMapHas raMma- 1 anbda-aKTUBHOCTH
pacTeopa. B pa6ote [10] npuseaeHsl yaenbHble aktusHocTu 137Cs n 134Cs 8 0AT BBIP-440 ¢
MOX0XMMM NapameTpamu 06ayyeHns 1 BpemeHeM Bbiaepxku 10 net. C y4eToM BpeMeHm Bbi-
LEPIKKN BOCEMb JIET UCNONIb30BaHHOrO B 3KkcnepumeHTe OAT 371 pacyeTHble yaenbHble ak-
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TUBHOCTM cocTaBnsioT 2,86-1012 1 3,13-10% bk/krU. CooTHOLIEHME aKTUBHOCTEI COCTaBNSA-
eT 9,13, 4To 6/IM3KO K COOTHOLIEHUIO M3MEPEHHbIX AKTUBHOCTE! M30TOMOB Lie3Us B PacTBO-
pax, KoTopoe cocTaenseT o1 9 go 10. OfHaKO paccuuTaHHas 06bEMHAs aKTUBHOCTb Lie3usi B
pacTBOpax /1A NPUBEAEHHbIX B Ta6/1. 1, 2 KOHLEHTPALMIA ypaHa MeHblUe U3MEepPeHHOoIt Gonee
YeM Ha Tpyu nopsaka (tabn. 3).

AKTUBHOCTb ¥ HYK/IMAHLIH COCTaB NPOG pacTBoOpa, CIUTOro U3 neHaT?gma ’
JKCMEePUMEHT Neq No2
Homep npobei 0 1 2 3 4 9
Bblﬂzgi:'i o 1 29 60 91 91 49

Hyknup OGbeMHAS aKTURHOCTL, Br/MA

1810 13107 | (2,9+0,3)107 | (2,9£0,3)-107 | (3,0+0,3)-107 | (3,0+0,3)-107 | (1,8+0,2)-107

134Cs 1,3105 | (3,1£0,3)10° | (3,2+£0,3)-10° | (3,0+0,3)-10° | (2,9+0,3)-10° | (1,6+0,2)-108

Zy, br/mn 1,4-107 | (3,2+£0,3)-107 | (3,2+£0,3)-107 | (3,3£0,3)-107 | (3,3+0,3)-107 | (2,0+£0,3)-107
OneMeHT/HyKNMA Copepxanue, Mkr/n
U 2200+110 2300+115 2700+120 1800+100 3500200
Pu 0,8+0,3 0,9+0,3 1,00,3 0,702 1,304
241Am 0,02+0,01 0,02+0,01 0,05+0,03 0,02+0,015 0,02+0,01
#4Cm 0,002+£0,001 | 0,003+0,002 | 0,002+0,001 | 0,004+0,003 |0,0043+0,0009
Yo, br/mn 76+30 102+25 98+20 83135 83+26
* Tpoba W3 pacTeopa, CAUTOTD Yepe3 CyTKX NPU NEPBOM 3aMauMBaHUK
** Tpoba w3 pacTBopa, CWTOrO M3 NeHana nocne aKcnepuMeHTa
Tabnuua 3

PacueTHas U M3MepeHHan CpeAHNAsA 06beMHan aKTUBHOCTb 137Cs B pacTBOpax
B 3KCMEepuMEeHTax no samayusaHuio OAT

ObbemHan akTUBHOCTL ¥7Cs, Br/mn
WamepeHHas KymynatueHas
OKCNepuMeHT | KoHUeHTpauws Pacyet [lonA BeIXOAa
ypaua, Mkr/n M0 KOHLEHTpaLWK Mamepenne 19705
ypaHa
2200 6,29-10° 29107 1,43-10-9
ot 2300 6,57-10° 2,9-107 3,18-10°
o

2700 7,72-10°8 3,0-107 3,18-10-

1800 5,15-10% 3,01107 3,29-10°

No2 3500 1,00-10¢ 1,8-107 1,98-10-9

06bIYHO CcYMTaETCSH, YTO BbIXOA paanoHyknuaos u3 OAT B BOAY KOHTpONMPYeTCs ABYMS
npoueccamu: pactBopeHuem 3epeH UO, 1 ObICTPbIM BbIXOAOM NPOLYKTOB fiENEHUSs, HAKOM-
NEHHbIX NGO B 3a30pe Mexay TONAUBOM U 000I04KOIA, TMOO Ha rpaHKLax 3epeH. bbicTpbiil
BbIXOJ, YaCTO Ha3bIBAIOT AoNeit MrHoBeHHOro Bbixoaa (Instant Release Fraction), koTopsiii
onpepensieTcs Kak OTHOLWEHMWe 00LLEero KOMYeCTBa HYKNMAA B aHANIM3MPYEMOM PacTBoOpe K
0bLemy KonmyecTy B 06pasLie BblLLeNa4MBAEMOrO TOMIMBA (4ACTO C UCMO/b30BAHMEM pac-
YeTHbIX flaHHbIX) [11]. PaccumtaHHas KymynaTueHas gons Bbixoaa 3’Cs B npoBefeHHbIX K-
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crnepuMeHTax npuBeaeHa B Tabn. 3 v Ha puc. 1.
1,6E-2

1.4E-2 4

1,2E-2

1.0E-2 A

8,0E-3

6.0E-3 - —— 3

4,0E-3 f/

. / —
2,0E-3 I‘// .2
0.0E+0 -

0 20 40 60 80 100
Bpems, cyT

Puc. 1. KuneTuka HakonneHus uesusa B neHanax B skcnepumentax N2 1, 2: 1 — 3xkcnepument N2 1; 2 — skcnepument N2 2;
3 — 3kcnepumeHT DO7 [11]; 4 — akcnepumeHT LO4 [11]

Ha pucyHKe Takxe npusegeHbl faHHble no Boiwenadnsanuio OAT BIWR c BbiropaHuem
59 1 65 MBT-cyT/krU B pactBope 10 MM NaCl + 2 MM NaHCO3 u3 pa6otsl [11]. Kak cneayet
3 PUCYHKA, KyMyNATUBHAA Aons BbIxoAa 137Cs BO BCeX 3KCMEPUMEHTAX XOTb U OTIMYAETCA
no abCONMIOTHBIM 3HAYEHUAM, HO BefeT cebs O MHAKOBO — B TeYEHMEe MecsLa yCTaHaBIUBa-
toTCs KoHLeHTpauum 137Cs, 6nn3kue K CTauMOHapHbIM. TaK Kak Aons MTHOBEHHOTO BbiX0Aa
BbICOKQ, TO Ha ee (hoHe M3MeHeHMs KOHLEHTPALMK (06bEMHOW aKTUBHOCTH) Lie31s BCIEACTBUE
pacTBopeHus Matpuubl UO, nof AencTBMEM pafmonn3a MoryT ObiTb HE3aMETHBI.

TepMoBaKyyMHas cylwKa mexay akcnepumeHTamu N2 1 1 2 morna cTumynuposatb o6pa-
30BaHuWe [OMNOJHUTENbHbIX NOBEPXHOCTel npu Harpese Tonauea (8o 140°C), oTKpbIB AOC-
TYN K FrPaHKLLIAM 3epeH, YTo CNOCOOCTBOBANIO BbIMbIBAHMIO LIE€3MUs B CIeAyIOLLEM IKCePUMEH-
Te, NO3TOMY KyMynaTUBHAA aons Bbixoaa 3’Cs B akcnepumeHTe N2 2 sBnseTCA OCTATOYHO
BbICOKOW 1 COCTaBAAET 0KONO 45% OT noayyeHHo# B 3kcnepumeHTe N2 1.

80 35

70 .ﬁ__ 3
/ I el

Kymyasrususi 1oas Beixoaa '¥7Cs

}.r l‘d
:' 60 I <
% ﬂ s y=0,04x+4541 [ 278
o -
d‘- 50 T e - IN
3 (% =
£ 40 5
g - 1,5 &
2 30 | i E
E 56 y=1,03x—0,25 ¢ Dxcneprvent Ne 1 L1
; i L =
© : M Dxrcenepument Ne 2 =
10 - 0,5
0 0
100 200 300 400 500 600 700
Bpems, 4

Puc. 2. KuHeTtuka HakonneHus BOAOpoAa B neHanax B akcnepumentax Ne 1 u 2
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Ha pucyHke 2 npefcTaBneHa KUHETKa HaKOMIEHUA BOLOPOLA NPY BbIAEPIKKE BNAXKHOMO
OAT B akcnepumenTax Ne 1 v 2 (WwKana KOHLUEHTPaLWiA CnpaBa OTHOCMTCA TONBKO K IKCnepu-
MeHTy N2 2). KUHEeTUKM HaKonneHNs BOLOPOAA B FepMETUYHbBIX NEHanax B 0601x IKcnepu-
MeHTax COBMAJAIOT C BbICOKOW TOYHOCTBIO M ONUCLIBAKOTCA ABYMSA NPAMbIMU, YpaBHEHUSA KO-
TOpbIX NPefCTaBaeHbl Ha puC. 2. 3TO CBUAETENbCTBYET O TOM, YTO HaKOMeH e BOJOPOA He
3aBUCUT OT TEMMEPATYPbl OKPYXKatoLLEN cpeapl, N0 KparHel Mepe, B fuanasoHe ot 25 go 80°C.
KnHeTuku copepxat nepenom no CKOPOCTY HaKoNIeHMa BOJOPOAA NPUMEPHO Yepes 46 Y
nocfe Hayana 3KCNEPUMEHTa, NPU 3TOM KOHLLEHTPaLMA BOLOPOA B NeHase ye NpeBbllaeT
2%, a 06bem 06pa30BaBLLIEroCcs BOAOPOAA 3a 3TH NepBble ABaA [HA NOYTU TAKOW XKe, KaK 3a
nocneayoLmnii mecad,.

O6pa3oBaHue KNCIOPOAA B NeHane 3a BpeMs npoBefeHus skcnepumenToB N2 1 1 2 He
06HapyeHo. Mo-BUAMMOMY, BECb KMCIOPOL, CBA3bIBACA HA JOOKUCTIEHUE AMOKCUAA YpaHa.
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Puc. 3. Kunetuka Hakonnenus Hp, He u Xe B neHanax B akcnepumente No 1
70 ) LB
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Puc. 4. Kunetuka Hakonnenus Hp, He u Xe B neHanax B akcnepumente No 2

Ha pucyHKkax 3, 4 npuBefieHbl KUHETUKN HAKOMNEHUs TeNns U KCEHOHA B CPAaBHEHUU C
KUHETUKOI BbIXOA BOLOPOAA. KnHeTnkn obpa3oBaHus rasoobpasHbix /] nonHocTblo kop-
penupyoT C BbIXOAOM BOAOPOAa. Tak Kak napuuanbHOe fiaBieHue ra3os B CBO60AHOM 0Obeme
neHana no 3akoHy FeHpu NMHENHO NPONOPLUOHANBHO UX KOHLEHTPALMUM B XKUAKOCTH, A KO-
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NMYecTBO ra3o06pasHbix M npsmMo nponopuMoHaNbHO Macce TOMMBA, TO MOXHO Npeano-
NOXUTb, Y4TO CTeneHb pa3pylleHns (pacTBOpeHUs) TONJAUBHOM MAaTpULbl NPAMO NPONOPLMO-
Ha/JlbHa KOHLIEHTPALMUM MONEKYNAPHbLIX NpoayKToB paguonusa H,0, un H, B BOZE.

Bo3M0XHO, pe3Kas CMeHa B CKOPOCTW HAKOMEHMsA ra3oB B NeHale CBA3aHa C JOCTUXe-
HMEM npefaena pacTBOPUMOCTH ypaHa u BbinageHnem UYL B ocagok B npouecce paspylueHuns
0T, yTo NpuBENO K CHMMKEHMIO ckopocTu pacTBopeHus UO,, Bo3pacTaHnem posin 06paTHbIX
peaKLmit 1 nofaBneHMeM CKOPOCTU 0Opa30BaHUs MONEKYNAPHbIX NPOAYKTOB Panonn3a, B
4aCTHOCTW, BOJOPOAA M NepeKncH BoJoposa. Heo6X0AMMO OTMETUTb, Y4TO B A€IACTBUTENBHO-
CTW Ha JHe KOHTeiHepa CO CIUTbIM PacTBOPOM B 3KcnepumeHTe N 2 Habnoaancs pbixui
ocanok. Kak otmevaetcs, Hanpumep, B [1], ocagku UV! Ha okucneHHbx TabneTkax B aKcne-
PUMEHTAX UMELOT KENTHIN LBET.

Kak cnenyet u3 puc. 3, 4, Boixog M1, BO BTOPOM 3KCNEpPUMEHTE MO OTHOLEHMIO K BOJO-
POy NO CPaBHEHMIO C NEepPBbIM IKCNEPUMEHTOM YNaj B YeTbipe pa3a Ans resus v noytu B
ABa pa3a Anf KceHoHa. Bo3MoHO, 370 TakKe CBA3aHO C TEPMOBAKYYMHOI CyLIKO neHana ¢
TOMMBOM MeXAy NepBbIM 1 BTOPbLIM 3KCNEPUMEHTOM W NPU HarpeBe TOMIUBA BO BPEMSA OCYLL-
KW yacTb rasa 6bina copoleHa ¢ BHoBb 06pa3oBaBLumxcs noepxHocteit UO,.

OTtHoweHwe o6bemoB Xe/Kr B neHanax B 060Mx 3KCnepumMeHTax coctaBnano 9,5 — 10, yto
ABNAETCA XapaKTEPHbIM 3HAYEHUEM AN OKCMAHOTO 0TPAbOTaBLIEro TONAMBA IETKOBOAHbIX
PEAKTOPOB MOXOXKEr0 BbIrOPaHMs, 06bIYHO U3MEPSEMOrO NPY aHaNM3e COCTaBa rasa B raso-
cbopHukax 8308 BBIP 1 PEMK npu nasepHom npokone [12, 13].

3AK/TIOYEHHME

NpoBeneHbl 3KCNEPUMEHTBI MO UCCNef0BaHNIO0 Bbixoa Bofopoaa v ML B ycnosusx, umu-
TUPYIOLLMX XpaHEeHWe BNaxHoro pa3spyleHHoro OAT peaktopa BBIP-440 B repmeTuyHbix ne-
Hanax nocsie cavBa Bofbl 6e3 NpoBeAeHNs onepaLym ocyliKu Tonauea. TakKe NPOBEEHbI
MCCNefoBaHNA BbIXOAA PAAMOHYKINAOB B XuaKyto a3y npu xpaHeHun OAT nop cnoem Boabl.

06HapyKeHO yCTaHOBEHME CTALMOHAPHBIX KOHLUEHTPALMIA ypaHa 1 M30TOMOB Lie3us npu
Bolgepxke OAT B Boge 6onblie Mecsaua. KymynatueHas gons sbixoga 137Cs 8 Bogy npu Bbi-
wenayusaHun OAT coctasuna okosno 3,3-1073.

MonyyeHbl coBnapatoLme Mexay coboi KMHETUKM HakonneHus Boaopoaa v MM ans snax-
Horo OAIT B repmeTyHOM NeHane nocne cavea Bogpl Npy Temneparypax 25 n 80°C. B TeyeHwe
nepBbIX 46 4 NOC/e HaYana IKCNEPUMEHTOB KOHLEHTPaL A BOAOPOAA B NeHane 6bICTpo JOCTU-
rana 2%, a panee KUHETUKN UMEIOT Pe3Kui1 NEPENoM B CHUXKEHUW CKOPOCTM HAKOMN/IEHNUSA BOLO-
popaa v M. 3a cnepyowmii mecal, B neHane Hakonuaocb okono 3% Bofopoaa.

MonydyeHHble AaHHbIE MOTYT UCMOb30BaThCA A1 Pa3paboTku 1 BepuduKaLmm moaenei
noseAeHus paspyweHHoro OAT npu xpaHeHUW BO BNAXHON Cpefie B YCNOBUAX paguonunsa.
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ABSTRACT

This paper describes the results of the experimental study of hydrogen and gaseous
fission products (GFP) accumulation under conditions simulating the interim storage
of damaged VVER-440 spent nuclear fuel (SNF) in the leak-tight canisters after
successful canister draining but without fuel drying. Physical and chemical processes
during wet storage of damaged oxide SNF are discussed. The experiments were carried
out in two stages: 1) filling a leak-tight canister containing fuel pellet fragments with
water and 2) draining the leak-tight canister and holding wet SNF inside.

The experiments were carried out successively with one and the same canister and
differed only in the holding temperatures: 25°C and 80°C.

The data on the release of radionuclides to liquid phase during underwater storage
of SNF was obtained from the experiments. Steady-state concentrations of uranium
and cesium isotopes were found to be reached when storing SNF under water for more
than a month. The kinetics of hydrogen and gaseous fission products accumulation
in gas phase during wet spent fuel storage in a leak-tight canister after draining
coincide for both experiments. This kinetics demonstrates a sharp decrease of the
hydrogen and gaseous fission products accumulation rate after 46 hours of the
experiments. The data obtained can be applied in development and verification of
modeled processes of damaged SNF behavior during SNF wet storage under radiolysis
conditions.

Key words: fire and explosion safety, damaged SNF, VVER-440, radiolysis, hydrogen,
gaseous fission products, UO, dissolution.
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