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06ny4yeHHbI rpadUT YpaH-TPpa@UTOBHIX PEAKTOPOB, ABAIINIACA Paano-
aKTUBHLIM OTXO0J0M, 06pa3yeTcs B Mpolecce BLIBOAA U3 3KCIIyaTalun
ANEPHBIX PEAKTOPOB. B paboTe mpuBeAeHsl pe3ynbTaThl MOAENIUPOBAHUS,
BLIMIOJIHEHHbIE [1A OLleHKU BO3MOXHOCTU W OCHOBHLIX TAPAMETPOB Me-
TOZA 3/IEKTPOXUMUYECKOW Ae3aKTUBANUU IJ1A 06paboTKU 06AYIEHHBIX
rpaduToBLX feTaneit. Takas 06paboTKa MO3BOAET CHUKATL AaKTUBHOCTD
3a CYeT YAaleHUsA PAAUOHYKAULO0B U3 Haubonee 3arpsa3HeHHOT0 TOBEP-
XHOCTHOTO cnos. 'paduT npepnaraerca UCnonb30BaTh B KAUECTBE aHO-
L2 TIPU 371eKTPOXUMUIECKOW [e3aKTUBAUN OT PafUO0AKTUBHLIX MeTal-
noB. MeTop m03BONAET Ae3aKTUBUPOBATHL I'PAa@UTOBLIE OTXOLL B BULE
BTYJIOK U Konel 6e3 CylecTBEHHOI0 YBeNIUYeHUs 06beMa BTOPUYHbBIX
PaAUOAKTUBHLIX OTXOL0B.
ChopmynupoBaHa ofHOMepHAA MaTeMaTUYeCKaA MOZeNb ITpolecca 3jeK-
TPOXUMUYECKOM [1e3aKTUBALUN, OTIUCHIBAOWAA TTPOLLECCHl OKUCNEHUA pa-
AVOHYKIUA0B METaN0B, HAXOAAIUXCA B IIOBEPXHOCTHOM CJ10€ 001yYeH-
HOT'0 peakTopHOoro rpadura, zuddpysmm u 3n1eKTpOMUTrpaluu NOHOB pa-
LUOHYKIULOB OT aHOZA K KaTony. [IpuBeneHs pe3ynbTaTsl pacyeTa CKo-
POCTU YAANEeHUA PAAN0AKTUBHOTO 1le3Us C IOBEPXHOCTU 00NYUeHHOTO
AnepHOTro rpadwnTa B 3aBUCUMOCTU OT HANPAXKEHUA HA aHOZE U TeMIle-
PaTypH BHYTPU 3N1eKTPOAUTUIECKON Adelkn. [Iokaszano, YTo MaKCuManb-
Haf CKOPOCTb Ae3aKTUBAUUN JOCTUTAETCA IPU MUHUMANILHOM MeX3JeK-
TPOJAHOM PACCTOAHUY, TEMITePaType, 61U3KOi K TeMIlepaType KUIleHus
371eKTPOIUTA, U MAaKCUMaJbHO BO3MOXHOM HaIpsxeHUU. B yacTHOCTH,
npu L =0,5cm, T =90°C, E =10 B pacuerHoe BpeMa yaanenus *’Cs co-
crasnsaet 0,6 MUH.
[Tocne 3KcmepuMeHTaNbHOTO MTOATBEPKAEHUA PE3YbTATOB pacyeTa pas-
paboTaHHas MOZleNlb MOXET OBITh UCIIONb30BaHA AJA ompenenenus sbdek-
TUBHOCTU CYWECTBYIOIUX TEXHONOTUYECKUX CUCTEM II0 3IEKTPOXUMU-
yecKow pe3akTuBauuun Metannndeckux PAO mpu ucmonb3oBaHuUM pasnny-
HBIX BAPUAHTOB KOHCTPYKL WU AHOZOB U3 0061yueHHOT0 rpadura.

KnioueBble cnoBa: 06/1y4eHHblii rpaduT, INeKTPOXUMUYECKAs Ae3aKTUBALIMUS, BbIBOJ, U3
3KCMyaTaLmy, BbllLENaumnBaHue.
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BBEJEHME

Mo paHHbIM MexyHapoLHOro areHTCcTBa No atoMHoii aHeprum (MATATI) Ha ceropHs
HakonneHo okono 250 000 ToHH rpacduToBbiX pasnoakTuBHeix 0Txofos (PAO) [1, 2]. K Hum
OTHOCATCS 06/1y4eHHbIN rpatuT AEHCTBYIOLLMX U OCTAHOBIEHHbIX YPaH-TPAtUTOBLIX AAEPHbBIX
PEaKTOPOB, a TaKKe rpaduUTOBbIE INEMEHTI, HAXOAsAWMECA B XpaHuauwax [3]. Oxupaetcs,
yTo B Oyayilem konuyecTso rpacdutoBbix PAO GyaeT pactv BNAOTb [0 NOSHON OCTAaHOBKM BCEX
ALLEPHBIX PEAKTOPOB C rpaduUToBbIM 3ameanuTenem. MoaTomy paspaboTka METOAOB nepepa-
OOTKM AWK Je3aKTUBALMK 06y4eHHOro rpatuTa ABNAETCA aKTyanbHOI 3afayeil, KoTopas
MOXEeT N03BOJIUTb CHU3UTb Ce6eCTOMMOCTb 3axopoHeHus PAQ.

Mpn cpaBHEHUU TEXHONOMMI B KAYECTBE KPUTEPUS, ONPeSENSIOLLEro CTOMMOCTb 3aX0PO0-
HeHUs 06ny4eHHOro rpacuTa, BO3MOXHO UCMOJIb30BaHWE COBOKYMHOCTU BEJINYUHBI yaenb-
HOM aKTUBHOCTU PaAMOHYKNUAOB U CKOPOCTM UX BbllenaynBaHus [4]. Moatomy TpebyeTcs
obpaboTka rpaduTtoBbix PAO s yaaneHus pagmoHyKIMAO0B, 0611afatoLmMx HauMeHbLLei SHep-
rmem cBA3m o CTpyKTypow rpacmta. CylwecTByoT MeTOAbI, HaNPaBAEHHbIE HA PELLeHUE 3TOW
3a/1a4¥, K KOTOPbIM TPAAMULIMOHHO OTHOCAT NUPONUTUYECKYI0 06paboTKy [5, 6], CxUraHue B
OKMCIUTENbHOI cpefe [7, 8], nna3meHHylo nepepaboTky [9], oKMCNeHWe B pacnaBe coneil
[10, 11], KOMOUHMpPOBAHHYIO peareHTHyo ae3akTuBaumio [12]. OCHOBHbIM UX HELOCTATKOM
ABNAETCA 00pa3oBaHNe PaaMOaKTUBHBIX ra3000pa3HbIX COEAMHEHNI, 3aX0OPOHEHME KOTOPbIX
npeAcTaBnsieT 6obLLYI0 TPYAHOCTb, YeM TBEpAbIX rpaduToBbix PAO.

B kayecTBe OHOrO M3 BO3MOXHbIX BApUAHTOB Ae3akTuBauuu rpacdmtosbix PAO ueneco-
00pa3Ho pacCMOTPETb METOZ INEKTPOXMMUYECKOI Ae3aKTUBALMM. ITOT METOA UCMONb3YETCA
npu Ae3aKkTMBaLMKM PagnMoaKkTMBHOTO rpaduTa, 06pasyiowerocs B npoLecce BbIBOAA U3 IKC-
nayatauum ypaH-rpaduToBbix AgepHbIX peakTopoB. K HacToswweMy BpeMeHu pa3paboTaHsbl 1
0npo6oBaHbl TEXHUYECKWE MOAXOAbI MO YAANEHMIO C MOBEPXHOCTU rpaduTa paauoaKTUBHbIX
METasIJIOB B 3IEKTPOXMMUYECKON fuelike [13]. Pe3ynbTaThbl 3KCMEPUMEHTOB MOATBEPKAAIOT
BO3MOXHOCTb NpUMeHeHus rpacuTa B Kayectse aHoga [14]. Mo cpaBHeHut0 ¢ meTannyec-
KWM, Ha rpathMTOBOM aHOfE OKCUAHAsA NeHKa He 06pa3yeTcs U ero 3JeKTpUYecKoe conpo-
TUBNEHUE He N3MeHsieTCs B npoLecce anekTponu3sa. C Touku 3peHns yTuansauum rpacduTo-
Bbix PAO, MOXHO OTHECTU K MPenMyLLecTBY ObICTPbI M3HOC rpaduTa B NpoLecce 3NeKTpo-
nu3a. Kak oTmeyvaeTtcs, 3HaunTeNbHasA YacTb 3arpsA3HeHmns B rpaduTe cocpefoToyeHa B no-
BEPXHOCTHOM c/ioe [5], KOTOpblit B NepByio oyepenb OyAeT NoaBepIKeH pa3pyLIeHuio, YTo
YBEIMYMBAET aKTUBHOCTb 3/IEKTPOIUTA. INEKTPOXUMUYECKNI MeTO NO3BOUT U30exaTh
00pa3oBaHus AONOJHUTENLHOTO 06bEMa BTOPUYHBIX PAAMOAKTUBHBIX OTXOA0B 1 06eCneyunTb
nepepaboTKy rpaduta B BUAE BTYIOK UK KONELL.

Mpn ncnonb3oBaHUM INEKTPOXMMUYECKOro MeToAa Ae3akTuaauuu PAO npakTuyeckn He
06pa3syloTca razoobpasHbie COeAMHEHUS, COAEPKALME PaANOAKTUBHbIE M30TOMbI. 3TO CBSA-
3aHO C TeM, YTO yAaneHue paguoryknugos (°°Fe, 69Co, %Sr, 106Ry, 125Sh, 133B3, 137Cs, 154Ey,
155Ey, 241Am, 243Am, 244Cm) npoMcxoaMT 3a CYET UX Nepexoaa B pacTBOP B MOHHOM dopme
[15], a TakxKe M3-3a ocbinaHusa rpacdmToBOI Macchl B pacTeop [16]. 06pasyoumecs UOHbI
PafMOHYKINA0B MOTYT ObiTh YAANEHbI U3 XUAKOCTU XUMUYECKUM NyTeM 6e3 06pa3oBaHus
rasoB. [lns onpeneneHns oNTUManbHbIX PEXMMOB 1 3aBUCUMOCTEN HA NEPBOM 3Tane Liene-
€006pa3HO NPOBOAMTL MaTeMaTUYECKOE MOAENMPOBaHME NPOLLeCca 3NEKTPOXMMUYECKOI ae-
3aKTuBaLWK 06y4eHHOro rpaduTa.

Lienbio paboTsl sBnseTcs pa3paboTka MaTeMaTUUYeCKOW Mofenu npouecca yaaneHus ¢
nosepxHocTu rpacmtoBbix PAO pafMoHYKNMAOB 31EKTPOXMMUYECKMM METOAOM U Onpefene-
HWe NapaMeTPOB, BAUAIOLLMX Ha CTENEHb Ae3aKTUBALMM rpaduTa.

[ins npoBefeHWs NOATBEPKAAOLLMX IKCNEPUMEHTANbHBIX UCCIEA0BAHUIA NpU pa3paboT-
Ke MOfeNn B KayeCTBe OCHOBHOMO HyKnuaa 6bin BbibpaH 137Cs, KoTopbiit B oTanyme ot 4C
UMW APYrUX TPYAHOONPEAENUMbIX HYKNUAOB MOXKET ObITb OTHOCUTENIbHO IETKO U C BbICOKOIA
TOYHOCTbIO M3MEPEH C MOMOLLbIO FaMMa-CNEKTPOMETPUYECKOro obopyaosaHus [17].
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MPOLIECCbI, NPOTEKAIOLLWUE NPU AE3SAKTUBALIUK
OBJ1IYYEHHOIO rPA®HUTA

B oTnume oT NoAXof0B, NPUHATLIX ANs Ae3aKTUBALMM TPYHTOB M Ui0B [18], 06paboTky
061y4eHHOr0 AfepHOro rpaduTa LenecoobpasHo NPOBOANTL He NyTeM MOrpy}KEHUsA B dMeK-
TPONUTMYECKYIO AYeKy MeXaY 3NeKTPOAaMK, a UCNOb30BaTh rpaduT B KauecTBe MaTepua-
Na 3N1eKTpoAoB. M3BECTHO, YTO B 3NEKTPOAN3HONM AYeiKe pa3pyLwaeTca rpadmToBbI aHOA,.
Mpu 3TOM BO3MOXHO 3NEKTPOXMMUYECKOE TPABIEHNE U MeXaHUYeCKoe pa3pylueHue rpaduTa
[14]. Xumuyeckoe paspylieHue rpadmta npoMCXOAUT NpU B3aUMOAENCTBUM Yriepoa C ato-
MapHbIM KUCNOPOAOM, 06pa3yloWwmumMcs npu anekTponuse soapl [14].

MexaHuyeckoe paspylueHne 06yCNOBNEHO NPOTEKAHUEM XUMUYECKUX MPOLECCOB B NOpax
rpaduToBOro aHoga. Hanpumep, BblaeneHue Kucnopona B nopax rpamta npuBOAUT K OKMUC-
NEHWI0 YrNepoga, pacluMpeHuio CETU MOP U MeXaHUYeCKOMY OCbINaHWIo 31eKTPOAa B pacTBOp
[14]. NMpu 3TOM TaKKe NPOUCXOAUT OKUCIEHNE PAANOHYKINA0B UMW UX COERUHEHN, HaX0-
LALMXCA Ha BHELUHe! NOBEPXHOCTM NMOp, BbIAENFIOLMMCA HA aHOZE aTOMAPHbLIM KUC/IOPOLOM.

PacTBopeHue 3arpa3HuUTENEl, HAXOAANXCA HA MOBEPXHOCTW aHOAA, NPOTEKAeT ¢ obpa-
30BaHMEM MOHOB METAJJIOB Yepe3 NPOMeXyTOuHble peakumu [19].

CymmapHas cKopoCTb NOBEPXHOCTHOW fe3aKTUBaLMM 3aBUCUT OT MIOTHOCTU 3feKTpUyec-
KOro TOKa, 0NV NOLLAAN NOBEPXHOCTH, NOKPLIBAEMOI 3arpA3HUTENSMU, U BEANYMHAMU CKO-
POCTM pacTBOpPEeHUsA KaXKAoro Hyknuaa. Mpu 3ToM B Ha4abHbIi MOMEHT BPEMEHU B PacTBOP
NpenMyLLECTBEHHO OyayT NepexoanTb 6osiee 3NeKTPOOTPULIATENbHBIE KOMMIOHEHTHI, CO3[aBast
30HY MPOCTPAHCTBEHHOMN KOHLEHTpaLum 3apsaga (amddy3noHHas 30Ha), KOTopas orpaHuym-
BaeT Auddy3nio u MUrpaLmio MOHOB (puc. 1). Takxe HEOOX0AMMO YUUTEIBATb XMMUYECKYIO
aKTUBHOCTb PAfMOHYKIMIOB MO OTHOWEHUIO K BoAe. Hanpumep, wenoyHble MeTanbl akTus-
HO pearupyoT ¢ Bofoii ¢ 06pa3oBaHMEM LLENOYM B PaCTBOPE.

Katop

4

0 La Lad Ln‘ Lc Ls

Puc. 1. Cxema 3nekTpoxmumuyeckoi fesaktusauum rpadutosbix PAO

B knaccuyeckoit MOgenu aneKTpoaHbIX NPOLLECCOB BbIAeNsAoT AMQQY3NOHHBIA cnoii (cnoi
lyn-Yemnena) (Ly - Lqg), B KOTOPOM cOfepKatca npotuBonoHsl [20]. PopmupoBaHue and-
(hy3MOHHOrO CNOS CBA3AHO C TEM, YTO NPOTEKAIOT ABa KOHKYPUPYIOLMX NpoLecca: ABuxe-
HUe MOHOB K MOBEPXHOCTYM 31E€KTPOJA 3a CYET CUA 3NIeKTPOCTaTUYECKOro B3aMMOLENCTBMA
(3NeKTpOMUrpaLMu B 3NEKTPUYECKOM NOJIE) U OTTOK MOHOB U3 06/1aCTU BbICOKUX KOHLIEHT-
pauuii B pesynbTate auddy3uu. Mpyu 3ToM onmMcaHHbIi CNo NpUMBIKAET K afcopbupoBaH-
Homy cnoto (cnoi Fenbmronbua) (Lyg — Lg). CoBMecTHO cnou l'yn-YemneHa u enbmronbua
006pasyoT ABOIHOI aneKkTpuyeckuin cnoit (Ly — Ly).

MATEMATUYECKASl MOJIE/Ib MPOLIECCA 3JIEKTPOXUMHUYECKOH
AE3AKTUBALIUUN

Mpw pa3paboTKe MaTEMATUYECKOW MOAENM NMPOLLECCA INEKTPOXUMUYECKOI Ae3aKTUBALMMK
rpaduToBbix PAQ cunTanu, 4to aHoA BbINOJHEH U3 00/1y4eHHOr0 AaepHOro rpaduTa, B KOTO-
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POM Ha MOBEPXHOCTU NOp COAepaTcs paguoHykauasl 137Cs, 69Co, 2Sr, U, Pu (cm. puc. 1).
MeXay 3NeKTpoAaMU HaxOAUTCA pacTBop, 061afaoWKii cnaboit 3NeKTPONPOBOAHOCTbIO U
MOSHOCTbIO 3aMONHAIOLLMNIA 3NEKTPONUTUYECKYIO AYeiiKy. B MOMEHT BpeMeHu ty Mexay 3neK-
TPOLaMM CO3AETCA PAa3HOCTb NOTeHLManoB. Ha noBepxHOCTM rpachTOBbIX 3N1EKTPOLOB Ha-
OntoaaeTCs INEKTPOU3 BOABI, @ TAKIKe NPOTEKAIOT 3NEKTPOXMMUYECKME npoLecchl. Mpu 3Tom
YINepog, OKUCNAETCA aTOMAPHbLIM KNCIOPOLOM, BCJIEACTBUE YEro NPOMCXOAUT BCKPbITUE 3aK-
PbITbIX NOP, B KOTOPbIX COAEPXKUTCA PafMOAKTUBHBINA 3arpsA3HUTENb. ATOMApPHbIA KUCNOPOA
B3aMMOJENCTBYET C PAAUOHYKNMAAMM, HAXOAALMMUCA HA NOBEPXHOCTU NOP 06/1y4eHHOro
rpaduTa, B pe3ysibTaTe Yero 06pasyoTca UX OKCUAbI, KOTOpble B ianbHeiilem auddyHanpy-
10T B NPOCTPAHCTBE MeXly 3NeKTPoAaMy. B atom cnyyae npouecc n3meHeHna yaenbHON KOH-
LeHTpaLms 7-ro pafMoHyKInaa B pacTBope OyAeT onuchbiBaThCA ypaBHeHWeM [21]

E)(&c,- /at = R,’ - E)N,-/ax, (1)

rAe Cj — YOenbHas KOHLEHTPaLMs i-ro PagMoHYKIUAA B INEKTPONUTUYECKOI fYelike; & — Ko-
3 HULMEHT, OTPAXKAIOLLWIA AONIO0 PAAMOAKTUBHOIO 3arpA3HUTENS, HAXOAALLEr0CA Ha NOBepX-
HOCTM nop 061y4eHHOro axepHoro rpaduTa; N; — NOTOK i-ro BUAA YacTuL, BHYTPU 31EKTPO-
XUMWUYECKON Aueiiku; R; — cKopocTb 06pa3oBaHus (YHUUTOXKEHUS) I-T0 BULA YACTUL, 33 CYET
XMMUYECKMX peaKkLinilt B NPOCTPAHCTBE MEXAY NEKTPOAaMU; t — BpeMs; X — KOOpAMHATA.

BbipaeHue B 1eBOIt YacTu ypaBHeHus (1) onucbiBaeT CKOPOCTb 06pa3oBaHUs i-ro BUAA
4acTuL, U3 PaaMOAKTUBHbIX 3arpA3HUTENEN, HAXOAALLMXCA HA BHELWHEN NOBEPXHOCTU NOP
061y4eHHOr0 sAepHOro rpacnTa, B INEKTPONIUTUHECKON iYEliKe B pe3ynbTaTe INeKTPOXUMU-
yeckux npoueccos [21]. NepBoe cnaraemoe B NpaBoi YaCTW OMUCHIBAET CKOPOCTb 06pa3o-
BaHWA (YHUYTOXEHMA) 7-r0 BUAA YACTUL, 3@ CHET XMMUYECKUX peakLuit, a BTOPoe — pesyb-
TUPYIOLLMIA NOTOK YacTuLl. [pu 3TOM NOTOK 7-ro BUAA YaCTUL, BHYTPU INEKTPOXUMUYECKO
AYENKM paccuMTbIBAETCA U3 ypaBHEHUS [21, 22]

N,' = —D,' aC,'/ ox — Zi Wi FC,' a(p/ax + GV, (2)

roe D; — koadhduumeHT auddy3nm i-ro BUAA YacTul,; z; — INEKTPUYECKUii 3apag; F — no-
cTtosHHas Papagen; @ — 3NeKTPUYECKUI NOTEHLMAnN; L — NOABUXHOCTb 7-ro BUAA Yac-
TWUL; U —CKOPOCTb KOHBEKTUBHOIO ABUXKEHUSA pacTBopa.

lMepBoe cnaraemoe B NpaBoii YacTu ypaBHeHUs (2) onucbiBaeT npouecc anddysum (3a-
KoH PuKa), BTOpoe — NpoLEece 3NeKTPOMUTPALIUM, @ TPETbE — KOHBEKTUBHbIN NOTOK. peHe6-
peras KOHBEKTUBHbIMW NOTOKAMM B 3NEKTPONUTUYECKOI AYellKe 1 06pa3oBaHUEM MOHOB B
pe3ynbTaTe XMMUYECKUX peaKLmii B MeX3nekTpogHoM npocTpaHctae (R;=0) u nopactaBnss
(2) B (1), nonyynm ypaBHeHue U3MEHEHMUA YAENbHON aKTUBHOCTY i-ro PafMOHYKNNAA B AYEiKe

5(&&)+Q(_D,% wFc; a(p) 0. (3)
ot ox\ ' ox e

npl/l 3TOM B MEX3NEKTPOOAHOM NPOCTPAHCTBE 3J'IeKTp0III/ITVI‘4€CKOI7I AYENKMN BbINOSIHAETCA
3dKOH COXpaHEHUA INEKTPUYECKOro 3apsaaa. CymTanocek, 4to B paccmaTpmeaemMoM npotecce
He npoMcxoauT naccmeaunm aHoaa.

B npouecce 3nekTponu3a nponcxoanT NOCNOIHOE pa3pylleHne NOBEPXHOCTHbIX CNOEB
rpacuTa. BbIxoA paAMoOHYKNNA0B 13 0ObEMA 3NEKTPOAA HA €ro NOBEPXHOCTb NPOUCXOAMT B
pesynbTaTe pa3pylleHus NOBEPXHOCTH 3NeKTpoAa. HacTb paMoOHYKIMAOB MOXET OCTaBaTh-
cA B 0O6beMe AuUcnepcHbIX YacTuL, — NPOAYKTOB paspylueHus anekTpoaa. Npegnonaranoce,
4YTO Ha NeBOI rpaHuLie pacyeTHOI 061acTu (Ha rpaHuLe aHOf-pPacTBOP) NPOUCXOAAT INEKT-
POXMMUYECKME peakLmm 3a 6eCKOHEUHO Mablil TPOMEXYTOK BPEMEHH, @ KaToj 3a3emnieH. B
pe3ynbTate 06pa3oBbIBAETCA MOH MeTanna (pafnoakTUBHOrO 3arpasHuTens). B atom cnyyae
rpaHuUyHble yCNoBuUs ana ypasHeHus (3) npumyt Bug [23]

G | x=La = Co,ir (4)
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Ni | sete = —ciks exp[ziF(E - Eo)/(RT)], (5)
@ |xta=E (6)
Q|x1c=0, 7)

TAE Coj — UCXOLHAA YAENbHAN KOHLEHTPALMA I-r0 PaAMOHYKAMAA HA NTOBEPXHOCTY rpacuTo-
BOr0 aHOAA; £ — 3HaueHue noTeHUMana aneKkTpoaa; Eg — CTaH[apTHBINA noTeHymuan; ks — cko-
POCTb YNCTO XMMUYECKOTO BbILLENAYMBAHNA T-TO PAAMOHYKANAA.

ToK B 3N1€KTPONUTUYECKOI sueiike 06ecneynBaeTcs MOHaMM, BO3HUKAIOWMMU HA rpaHuLe
3neKkTpof-pacTBop. CKOPOCTb INEKTPOXMMUYECKOTO NPOLLECCa ONpeaenseTcs ypaBHEHUEM
batnepa-®onbmepa [24]

Ji =Jio{exp[BFi/(RT)] - exp[- (1 - B)i/(RT)]}, (8)
rAe jio — NNOTHOCTb TOKA 06MeHa; B — KO3 duUMEHT NnepeHoCca; 1 — NepeHanpsKeHue, Ko-
TOPOE MOXET ObITb PACCYUTAHO KaK Pa3HOCTb MEXAY NEKTPOAHBIM NOTeHLManom £ n pas-
HOBECHbIM NOTEHLMANOM E;eq, ONpeaensembimM 13 ypaBHeHus HepHcta

ni= E- Ei,eqr (9)
Eieq=Eo + RTn(c; /%) /(zi F), (10)

Eo — CTaHAAPTHbIN 3NEKTPOAHbIA NOTEHLMAN; C; — AKTUBHOCTb OKUC/IEHHOTO 7-T0 PafMOHYK-
nmpa; % — aKTMBHOCTb BOCCTAHOB/IEHHOTO 7-F0 PaANOHYKINAA.

YpenbHas akTMBHOCTb 3arpA3HUTENs, KOTOpas onpefensanach IKCNepuMeHTaNbHO CneKT-
POMETPUYECKMMU METOAAMM, HA MOBEPXHOCTU 06/Ty4eHHOrO rpadmTa (Npu x = L,) B HaYanb-
HbIl MOMEHT BpeMeHu t cocTaBnsna cjo. MoteHumnan aHopa £ noaaepxmBanca NOCTOAHHbIM.
MnoTHOCTb TOKa 0OMeHa jo B ypaBHeHUM (8) 6e3 yyeTa nonpasku PpymkuHa onpeaensnm no
topmyne

Jio =z Fks o, (11)

PacyeT nposoauncs ans papuoHyknupa 37Cs, 6onblasn 4acTb KOTOPOro HaXo[uUTCs Ha
noBepXHOCTU 06/1y4eHHOro rpacduTa. PeweHune ypaBHeHus (3) NpoBOAMAOCH METOLOM KOHeY-
HO-Pa3HOCTHBIX 3NeMeHTOB. [Toy4eHHble pa3HOCTHbIE aHANOrN YPaBHEHWS peLanmch J0Kab-
HO-OZ4HOMEPHbLIM METOLLOM, Fie UCMOJIb30BANCSA METOJ, NPOTrOHKMN C HESIBHOI YETbIpexToyey-
HOW CXeMOiA.

Ncnonb3oBanuch cnepyiolme YNCNOBbIe 3HAYEHWA NapaMeTPOB, BXOAALMX B ypaBHEHUA
(3) - (10): £ =023; z=1; D = 2,1-10° m?/c [25]; B = 0,5; £y = —2,92 B [26];
M = 0,137 kr/monb; Ty, =30,2T.; o =1,58-107° r; R = 8,31 [1x/(Monb-K); F = 96485 Kn/monb.

MogennpoBaHve NPpOBOAMIOCH /i METANIMYECKOTO Lie31s, YTO 00yCNI0BNEHO BbIGOPOM
B KauyecTBe 06beKTa UCCe0BaHNiA 061y4eHHOr0 AJEPHOro rpadnTa, U3BAEYEHHOTO U3 KNaj-
KW NpoMbllwneHHoro ypaH-rpagutosoro peaktopa (MYIP). B HekoTopbix peakTopax AaHHO-
ro TMNa B KayecTBe SAEPHOro TONAMBA UCMOb30BaNCA METANNIMYECKMIA YpaH, KOTOPbIA Npo-
HWUKaN B KNAAKy peakTopa npu 06e3B0XMBaHUM TEXHOIOMMYECKOrO KaHana 1 nnasaeHun 06o-
noyku TBaNa [27, 28]. B npouecce akcnnyataumuu MNYI'P BcneactBue 06ayyeHns HeMTpoHamMm
npochbineil sAepHOro TONNMBA NPOMCXOAMO0 HAKOMIEHWE NPOAYKTOB AeNeHNS, aKTUBALMUN 1
aKTMHOMJO0B B UHEPTHOI Cpefie. ITO 0OBACHAETCA NPOLYBKOI KNafKM peaktopa razoobpas-
HbIM @30TOM W1 @30THO-T€NIMEBON CMECHIO, B pe3yNbTaTe Yero YacTb paAMoHYKINA0B He B3a-
umopeiicTeoBana c okucautensimu. Cxoxue BbIBOAbI NpefCcTaBeHbl B paboTe [29]. Kpome
TOr0, METANIMYECKUI Lie3Mit MOXKET HAXOAUTLCA BHYTPU 3aKPbITbIX NOP U He B3aUMOLECTBO-
BaTb C BO3JYXOM NpPU U3BNeYeHUN (MNK SEMOHTAXE) 3NeMEHTOB rpacMTOBOM KNagKu.

CToWT OTMETUTb, 4TO MOPUCTOCTb PEAKTOPHOTO rpaduTa n3MeHseTcs B npouecce 06yye-
HUS 13-33 feOpPMaLIM KPUCTANIMYECKON PELLETKM, T.e. NPOUCXOANUT pa3ynopaaoyeHne CTpyK-
Typbl MaTepuana [30, 31]. 06was nopuctocTb rpaduta Mapku [P-76 npu 06ay4eHnm B peak-
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Tope MeHsaeTcA € 23,7 — 27,0% o 22,1 — 24,6%. [pn 3TOM KONMYECTBO OTKPLITHIX MOP YMEHb-
waetcsa ¢ 19,1 - 22,5% po 15,2 — 19,5%, a 3akpbITbix — yBenuyusaetcs ¢ 3,6 — 5,5% po
5,1 - 6,9%. [1ns 3apy6exHoro rpacduTa obuas nopuctocts u3ameHsetcs ot 20 go 18%
[32, 33]. 3TUM 0bObACHAETCA BbIOOP YMCNEHHOTO 3HAYeHUs KoadduuymnenTa § B ypas-
HeHum (3).

Pacuet cTteneHu gesaktueauun rpadutosbix PAQ npoBoguncs npu cnepytowmx 3Ha-
YeHMAX napameTpoB: noTeHuuan aHoga £ — 3,7, 10 u 20 B; paccTosHue Mexay 3neKTpo-
pgamu L= (L. - L;) - 0,5, 1,0, 5,0 n 10,0 cm; TemnepaTtypa BHYTPX INEKTPONUTUYECKO
avenkun T - 25, 40,70 n 90°C.

AHAJIU3 NONTYYEHHbIX PE3YJ/IbTATOB

Pacuet npoBoauncsa npu pasnuyHbIX 3HAYEHUAX HANpAXeHUA Ha aHoge Enpu L=1cm;
T=25°C; ks=1,16-10"8 kr/(m?-c). CkopoCTb BblleNaunBaHusA ks i-ro paguoHyKnuaa us ob-
NY4EHHOTO PeaKTOPHOro rpaduTa 6e3 aNeKTPUUYECKOro Noss onpefensim 3KkCnepuMeHTab-
Ho. [pepnonaranock, 4T0 BCe OCTA/IbHbIE NAPAMETPbI OCTAIOTCA NOCTOAHHLIMU BO BPEMEHH.
Mpennonaranoch TakXe, YTO B NPOLLECCe 31EKTPONN3a 06pa3yeTcs aTOMapHbIi KUcaopop, B
NPUAHOAHOM CNOe, KOTOPbIN pa3pyLuaeT (3a CHeT OKUCIEHWA) NOBEPXHOCTb ANeKTpoaa. 310
NPUBOAMNT K BCKPbITUIO 3aKPbITbIX NOP, COAEPKALMX MeTaNNYECKNii Le3ni. YaaneHue pa-
AnoHyknuza 37Cs c noBepxHOCTU aHOAA, BLINOJHEHHOTO U3 06/1y4eHHOro rpaduTa, 06ycioB-
JIEHO B3aMMOJeNCTBMEM METANINYECKOTrO Lie3Usa C aTOMApHbIM KUCIOPOLOM 1 BOAOMN, a TaK-
e auddysneit n anekTpomurpauueir. Mpu 3Tom B faHHoN paboTe paccMaTpMBalOTCA TONbKO
3NEKTPOXUMUYECKME NPOLLECChI. Pe3ynbTaThl pacyeTa U3MEHEHNA YAENbHOM aKTUBHOCTU A
paauoHyknuaa 3’Cs B npuaHogHoi obnactu npeacTasneHsl Ha puc. 2. Benndunta yaenbHoi
aKTMBHOCTU A paccuyuTbIBaNach Yepes nNepuof noaypacnaga pagnoakTUBHOMO 130TOMNa No
M3BECTHOMY COOTHOLIEHMIO. BUIIHO, 4TO C yBeAMYEHNEM HANPAXKEHUA HA AHOAE NPOUCXOANUT
MOBbILEHWE CKOPOCTU Nepexoia MOHOB MeTasla C NOBEPXHOCTU 06/1y4eHHOro ALEPHOro
rpacuTa B pacTeop.

90_

0 v T L T ¥ T v T v T ' T ’ 1
0 1 2 3 4 5 6 tMuH
Puc. 2. N3meHeHne yaenbHOil aKTUBHOCTU paanoHyknuaa 37Cs B npuaHoaHoi 061acTv B 3aBUCUMOCTM OT HaNpPAKEHUs
Ha aHope npu L =1 cm; T=25°C; ks = 1,16:1078 kr/(m?-c)

Taknum 06pa3om, Npu U3MEHEHUM HANPsXKEHNs Ha aHode ¢ 3 fo 20 B yaenbHas akTMBHOCTL
137Cs B npuaHoaHom obnactu B TeueHne 1 muH usmensietcs ¢ 0,09-10° go 1-10° Bk/r, T.e.
CKOpPOCTb BbIX0/]a PafAMOHYKNNAA YBENUYMBAETCA NPUMepHO B 11 pas.

MoBbilieHWEe CKOPOCTU BbIXOAA PAAMOHYKAMAA U3 rpacduTa B PAcTBOP C YBENUYEHUEM
HaNpPAYKEHWA NPUBOANT K U3MEHEHUIO NPOMUIA KOHLIEHTPALIAN B MEXINEKTPOAHOM NPOCTPaH-
ctBe (puc. 3). HepaBHoMepHoe pacnpegeneHue noHa 3’Cs no gnuHe aNeKTPOAUTUYECKOM
AYENKM BbI3BAHO HEPABHOMEPHbLIM pacnpefeNeHneM noTeHLmana Bob HanpaseHus aBu-
eHus noHa. 06pa3oBaHue [BOIHOrO INEKTPUYECKOro C0st B NPUAHOAHOI 061acTh orpa-
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HWYMBAET KoNMyecTBo MoHoB 137Cs, nokuaaowmx 3Ty 061acTb B AMHULY BpeMeHu. B akcne-
pUMEHTE, Kak npaBuo, HaboAaeTcs elle 60sbliee yMeHbLEHWE CKOPOCT MUTPALMU NOHOB
K Katofy, 00yCnoBfeHHOe CobBaTal el MOHOB U naccuBalmeit anekTpofos. OfHaKo npu
HanpsxeHun Ha aHofe 10 B yepes 350 c nocne Havyana npolecca HaboAaeTCs BbipaBHUBA-
HUE KOHUeHTpauumn noHo 137Cs no Bceil AnMHE INEKTPONUTUYECKO fYeiiku. AHANOTUYHble
3aBUCUMOCTYM ObIM NONYYEHBI MPU PA3NUYHbIX 3HAYEHUAX L n T.

04 R .
0 0,6 07 08 09 L,cm

Puc. 3. WsmeHeHne npohuns yaenbHOM aKTUBHOCTU paguoHyknuaa 37Cs BOAb 3/1EKTPONUTUYECKON AYEKM Npu
HanpsxeHun Ha aHope 3 B (cnnowHble nuHuM) n 10 B (wTpuxoBbie nMHUM)
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LienecoobpasHo onpenenuTts BpeMs NoAHOM 04MCTKM (fe3aKTHUBALMM) 061y4EHHOTO rpa-
(huTa OT BIOPAHHOrO PAAIMOHYKNNAA B 3aBUCUMOCTU OT BeMYKH L 1 T. Dusndeckuit cmbicn
3TOM BENIMYMHBI — BPEMS, 33 KOTOPOE PaccMaTpuBaEMblil pagnUoHYKIUA C MOBEPXHOCTY 06.y-
YeHHOro rpatuUToBOro 0bpasLia NPaKTUYECKU BECH NEPEXOAUT B NIEKTPOSUTUYECKYIO AYEii-
Ky. 3 PeKTUBHOCTb Ae3aKTUBALMM 0L onpefenanu no hopmyne

oL = (Ax /Ao)-100%, (12)
rae Ay — YAeNbHasa aKTUBHOCTb PaAMOHYKAMAa nocne aesaktusauuu (Ax < Ay).

74 48]

6 42
36
=] £ 30
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S Z 2
18 4
3 12
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Puc. 4. 3aBucumocTtb CKOpOCTM pe3aKTusauuu 06nyquH0ro rpad)MTa: a) — OT nOoTeHUMana Ha aHope; 6) - 0T
MEX31eKTPOAHOTO paccToAHNA

Ha pucyHke 4 npepctaBneHbl 3aBUCUMOCTU BPEMEHN Ae3aKTUBaLMM 061y4eHHOro Afep-
Horo rpadumTa (no '37Cs) ot noTeHLMana Ha aHoAe W OT MEeX3NEKTPOAHOrO paccTosHus. 13
PUCYHKA 4a BUAHO, 4TO NPM HanpsKeHun 3 B nponcxoguT npakTMYecku noaHoe yaaneHue
paccmatpusaemoro paguorykaupa (oo = 100%) 3a 7 muH, a npu HanpsaxeHun 20 B — 3a
1,5 MuH. Takum 06pa3om, CKOPOCTb 1e3aKTUBALMM YBENNYMBAETCSA NPUOANZUTENLHO B 4,7 pasa.
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Ha ckopocTb fie3akTuBaL M 061y4YeHHOro AAEPHOro rpaduTa BUSET TaKKe MeX3NEKTPOs-
Hoe paccTosiHue L. Kak BugHo u3 puc. 46, npu L = 10 cm Bpems yaanenus 37Cs coctasnset
50 MUH, a Npu cokpalieHumn L 5o 0,5 CM MPOMCXOAMUT YMeHbLUEHWE BPEMEHU Ae€3aKTUBALIMUN B
62,5 pa3a — npumepHo 10 0,8 MUH. ITO 0OYCNOBAEHO M3MEHEHWEM INEKTPUYECKOTO NOTEH-
LMana BAOMb INEKTPONUTUYECKON AYeitkn (ypaBHeHMe (3)), BeNIMYMHA KOTOPOro BAMAET Ha
CKOPOCTb OTBOZIA OKMCIEHHOTO PAJM0AKTUBHOTO 3arpsA3HUTENs U3 NpuaHoaHoi obnactu. Mpu
YMEHbLIEHUN MEX3IEKTPOAHOTO 3330pa YBENNYMBAETCA YPOBEHb OCTATOYHOTO 3arpA3HEHUS
rpaduTOBbIX 3NEKTPOAOB 3a CYET KOHTAKTA C 60/1€e KOHLEHTPUPOBAHHBIM PAaCTBOPOM Pajmo-
HYKMAa.

B MeHbLueit cTeneHu Ha 3 heKTUBHOCTb A€3aKTUBALMM BAUAET TEMNEPATypa BHYTPU 3eK-
TponuTuyeckoii sueiiku. Tak npu T=25°C, L =1 cm, k;=1,16-10"8 kr/(m?-c) n E =10 B Bpe-
Ms yaanenus 137Cs coctasnser 1,56 MuH, a npu T=90°C — 1,51 MuH. IDEKTUBHOCTD Ae3aK-
TUBALMU YBENUYMBAETCA NPUMEPHO MMwWb B 1,03 pa3a. ITo 06ycnoBneHo NPsAMON 3aBUCUMO-
CTbK0 CKOPOCTU 3N1EKTPOXMMUYECKOI peaKLmn OT TeMnepaTypsbl (COracHo 3akoHy AppeHuy-
ca). Bo3aMOXHOCTb YMEHbLIEHNS BPEMEHU A€3aKTUBALLMW OTPAHUYMBAETCA TEMNEPATYPOt
KuneHus anekTponuta. CnefyeT TakKe yUUTbIBaTh, YTO NPU JOCTUKEHWM NEKTPOSUTOM TEM-
nepaTypbl KUMEHWUs TPOUCXOAUT OTKNIOHEHWE OT 3KCMOHEHLWAIbHOI 3aBUCUMOCTH BPEMEHU
MONHOI 0YNCTKM 06NYYEHHOrO rpadiuTa OT TeMnepaTypbl. ITO cBA3aHO ¢ 60ee MHTEHCUB-
HbIM 06Pa30BaHUEM My3bIPbKOB U BO3HUKHOBEHWEM KOHBEKTUBHBIX MOTOKOB.

3AK/TIOYEHHME

B paboTe npepcTaBneHa MateMaTMyeckas Moesb, ONMChIBAKOWAs NPOLECC 3NEKTPOXUMU-
YEeCKOI 1e3aKTUBALMM NOPUCTOrO 061y4EeHHOTO rpachuTa NPOMBbILLINEHHBIX YPaH-rPatUTOBbIX
AAEPHbIX peakTopos. MNoka3aHo, 4To Ha 3MMEKTUBHOCTL U BpeMA 1e3aKTUBALMM BAUSIOT Ha-
NpAXEHWE Ha 3NEKTPOLAX, PACCTOAHME MeX[Y KaTOLOM U aHOAOM 1 TEMNEPATYPA B 3NEKTPO-
JITUYECKON sYeiKe.

PaccuuTaHbl napamMeTpbl NPoLecca ANEeKTPOXUMIUYECKOI Ae3aKTUBALMM NOBEPXHOCTM 06-
nydeHHoro rpaduTa npu yaaneHun paguoHyknuaa 7Cs. NMokasaHo, 4To MaKCMMasbHas CKo-
POCTb [1e3aKTUBALMUM JOCTUIAETCA NPU MUHUMANBHOM MEX3INEKTPOLHOM PACCTOAHMY, TEM-
nepatype, 6113Koii K TeMnepaType KUNeHMs 31eKTPONUTA, M MAKCUMaNbHO BO3MOXKHOM Ha-
npsyeHuu. Tak npu L =0,5 cm, T=90°C, E =10 B pacyeTHoe Bpems yaaneHus 137Cs coctas-
naet 0,6 MUH.

Mocne 3kcnepuMMeHTaNbHOTO NOATBEPKAEHNA Pe3y/bTaToB pacyeta papaboTaHHas Mo-
[ieNb MOXKET ObITb MCMONb30BaHA ANs onpeaeneHns 3hdEKTUBHOCTY CyLLECTBYIOWMX TEXHO-
JIOTMYECKMX CUCTEM MO INEKTPOXMMUYECKON Ae3akTueauum metannmyeckux PAO npu ncnons-
30BaHUM Pa3NNYHbIX BApUAHTOB KOHCTPYKLMIA aHOA0B 13 06/1y4eHHOro rpaduTa.

WccnepoBanue BbinonHeHo npyu nHaHcoBow nopaepxkke POOU B pamkax Hay4HOro npo-
ekta N2 16-08-00246 a.
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ABSTRACT

Irradiated graphite of uranium-graphite reactors, which is a radioactive waste, is
formed during the decommissioning of nuclear reactors. The paper presents the results
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of modeling performed to assess the potential and basic parameters of the
electrochemical decontamination method for processing irradiated graphite parts. This
treatment makes it possible to reduce activity by removing radionuclides from the most
contaminated surface layer. Graphite is proposed to be used as an anode for
electrochemical decontamination from radioactive metals. This approach ensures
processing a part of graphite waste in the form of bushings or rings without significant
additional generation of radioactive waste.

A one-dimensional mathematical model of electrolytic decontamination is proposed,
which describes the oxidation processes of metal radionuclides in the surface layer of
irradiated reactor graphite, diffusion and electric migration of radionuclide ions from
the anode to the cathode. The rate of removing radioactive cesium from irradiated
graphite is calculated depending on the anode voltage, the interelectrode gap and the
temperature inside the electrolytic cell. The optimal parameters of electrolytic
deactivation of irradiated graphite are determined for removing 13’Cs radionuclide. It
has been shown that it is advisable to carry out the processing at the minimum possible
interelectrode gap, the temperature close to the boiling point of the electrolyte and
the maximum possible voltage. In particular, at L = 0.5 cm, T=90°C, £ =10 V removal
rate of 137Cs is 0.6 min. The obtained results could be used in conducting experiments
aimed at creating a technology for electrolytic deactivation of irradiated graphite and
developing electrolysis units for processing radioactive waste.

After experimental verification of the calculation results, this mathematical model
can be used for determining the efficiency of existing technological systems for
electrochemical decontamination of metallic radioactive waste using various design
options for irradiated graphite anodes.

Key words: irradiated graphite, electrochemical deactivation, decommissioning,
leaching.
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