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PaccMoTpeHb! BOMPOCH, CBA3aHHLIE C 00paneHneM ¢ 061yYeHHBIM rpaduTom
ypaH-TpadUTOBLIX ALEPHLIX peakTopoB. Ilokas3aHo, YTo BHIOOP MTOAXOL0B, CIIO-
c060B 1 cpeacTB 00paleHns ¢ 061yYeHHLIM rpaduToM orpeziensierca Gopmon
HaXOXIEHUA U SHepIven CBA3U LONTOXUBYLEro pasuonyknuaa *C ¢ kpucran-
NYeCcKon penreTkoii rpadura. Llenbio paboTh ABNAETCA OMpeesieHne BO3MOX-
HBIX XUMUUECKUX COEAUHEHUN, B KOTOPLIX MOXET HaxoauThca *C, u oleHKa
IIPOUYHOCTY €0 PUKCALUN B CTPYKTYPE 0671yueHHOTo rpaduTa. AHanusuposa-
JIUCb OTEYECTBEHHbIN U 3aPYOEXKHLIN OILITH IO 06PAleHNI0 ¢ IPadUTOBLIMU
PaZiN0aKTUBHEIMU OTXOAAMY, TIPOBOLUIIUCH PACUYETH U IKCTIEpUMeHTHL. [IpuBe-
IeHbl CBeJIeHUs 0 KaHalaX HakoIuieHus “C B CTPYKTYpe peakTopHOTo rpadura
W IOKA3aHo, YTO HanboblIee KOJUIECTBO STOT0 PAAUOHYKINUA 06pas3yeTcs Imo
AnepHoii peakuum “N(n, p)*“C. [Ipu 3TOM 6onblIas YacTb PaANOaKTUBHOTO Y-
nepopa obpasyercs Ha Anpax N, KOTOpLI HAXOAUTCA B HEOONYIEHHOM I'pa-
(buTe B BUAEe MUKPOTIPUMECEN U B COCTABE I'a3a, KOTOPHIM IIPOZAyBanu rpaduro-
BYI0 KJIQZIKY B ITpOLlecce 3KCIUIyaTauuu peakropa. Pagnonyknaug *“C, o6pa3oBan-
HbI 110 AnepHoit peakuun “N(n, p)*#C, 10Kanu30BaH B IPUITOBEPXHOCTHOM CJ10€
rpaduTa (B IpUIIOBEPXHOCTHOM CJ10€ ITOP) Ha riybute He 6onee 50 HM. [Ipo-
BEZIEH aHAIN3 BO3MOXHBIX XUMUUECKUX COEANHEHWH, B KOTOPHIX MOXKET HaXO0-
IWUTbCA PAiUOAKTUBHLIN yraepos. lokasaHo, uTo hopMa Hax0XaeHUs OIpese-
JIeTCA IKCIUIYATALUOHHLIMU 0COOEHHOCTAMU KOHKPETHOTO IpadUTOBOTO 37€e-
MeHTa B peakTope. OuieHeHa sHeprus cBasu “C B CTPYKType 0071y 4eHHOTO Ipa-
(bwTa 1 paccunTaHa rnyouHa ero MpOHUKHOBEHWA B CTPYKTYPY. YCTAHOBIEHO, YTO
CeJIeKTUBHOE yIjafleHne STOT0 PaAUOHYKIUAA BO3MOXHO TOILKO IIPYU MOBLILIEH-
HbIX TEMITEPATYPax B C11ab00KUCAUTENBHO CPefie, YTO 00YCI10BIEHO SHEPTUeit
cBA3n 1o 800 k[ /Monb mpn xemocopbumm “C Ha moBepxHOCTU rpaduTa n ry-
OWHOI1 ero 3aneranus ~ 70 HM ITpu MOHHOW UMITIAaHTaL UK. [IoKasaHo, 4To pagmno-
aKTUBHLI YI71epos, 06pa3oBaHHbIN IO AnepHOi peakumm 2C(n, y)*“C, paBHOMED-
HO pacrpernieneH Mo 0671yYeHHbIM IPadUTOBLIM 371eMEHTaM U 0071afiaeT SHEpTuen
cBA3U ~477 k][x/Monb. Ero cenexTuBHOe U3BJleYEHUE BO3MOXHO TONBKO ITPU
PaspyuLIeHUn KPUCTAJINYECKON peureTku rpaduTa u oprann3aluu mpolecca
pasgpenenus u3otomos. [lonyuyeHHbe pe3yAbTATH IT03BONAIT PEKOMEHI0BATh
Hanbonee 3 deKTUBHbIE CITOCOOLT 06PaLleHMA ¢ 06NYYEHHLIM IPadUTOM ITpn
BLIBOJIE U3 IKCIULyATalMU YpaH-IPadUTOBLIX PEAKTOPOB.

KnioueBble cnoBa: ypaH-rpacmToBbIi peakTop, 00/y4YeHHbI rpaduT, SHeprus CBsA3u,
MPOYHOCTb (hUKCALMM, PAAUOHYKNUA, PaaMUOYrNepod, 00paboTka, fe3aKTUBaLMA.
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BBEJEHME

OfHMM 13 CaMblX pacnpOCTPAHEHHbLIX B MPUPOAE JONTOXKMBYILMX PALUOAKTUBHbIX M30TO-
noB sBnseTca 14C, KOTopblil 06pa3yeTCcs M HAKANNMBAETCA NO Pa3NNYHbIM HE3aBUCUMbIM Ka-
Hanam Nog AecTBMEM NPUPOAHbIX U TEXHOTeHHbIX hakTopoB. K NpMpoaHbIM hakTopam npex-
i€ BCEro MOXHO OTHeCTW B3aMMOLeCTBME HENTPOHHOTO KOCMUYECKOr0 U3MTyYeHNs C Ierku-
MU afpamMu. MHTeHCMBHOCTb 06pa30BaHNA PaanoaKTUBHBIX Afep 14C 3aBUCHT OT NIOTHOCTH
NoTOKa HeNTPOHOB M oLeHMBaeTca B 2,5 atom/(c-cM?). Mpu 3TOM HanbBOoNblIEE KONUYECTBO
3TOT0 PaAMOHYKINAA FreHEPUPYETCA Ha BbICOTe 12 KM Haj ypoBHeM mops [1].

K TexHoreHHbIM dhakTopam o6pa3oBaHus 4C OTHOCATCSA UCTbITAaHUE SAEPHOTO OPYXKHUA U
(hYHKLMOHWUPOBaHWE NPeANPUATUIA AREPHOr0 TOMMBHOTO LuKnAa. [pu 3TOM NnocnegHee wur-
paeT peLatLLy posib B HAKOMNJEHUN LAHHOTO PaguoHyKNUAa. 3a BpeMs CyLecTBOBaHMUA
aTOMHOI1 3HepreTuku B Poccuu n 3a pybexom HakonneHo nopaaka 250 000 TOHH rpaduTo-
BbIX paanoakTuBHeix otxofoB (PAQ). Macca 06ayyeHHOro rpadumta Ha oauH 3Heprobaok
coctasnset ot 800 g0 2500 T. [pyu 3TOM yaenbHas akTUBHOCTb 14C B 06/1y4eHHOM peaKTop-
HoM rpaduTe BapbupyeTcs B AManasoHe 104 — 100 bk/r.

Knacc rpacdutoBbix PAO, 06pa3yioluxcs npu BbIBOAE U3 IKCMyaTaLum ypaH-rpaduro-
BbIX A€PHbIX PEAKTOPOB, ONPEAENSeTCs KONMYECTBOM (aKTUBHOCTbIO) Hanbonee JONrOXU-
Byllero paauoHyknuaa “C. CroumocTb 3axopoHeHus rpacduTtosbix PAQ Hanpsmyio 3aBUCUT
oT knacca PAO, cnepgoBaTtensHo, OT COfepKaHuUa pafMoaKTUBHOrO yraepoga. [1o3Tomy cHu-
XeHue 3aTpart Ha obpalleHue ¢ rpadutobiMu PAO BO3MOXKHO NPU YCNOBKUM YCMELHOTO pe-
LWEHWA 33341 CENEeKTUBHOrO yaaneHus 14C.

Bbi6op noaxof0B, cnoco6oB 1 cpeacTs obpalleHus ¢ 06ayyeHHbIM rpacuToM onpeaens-
eTcs, NTOMMMO BCEro npoyero, GOpPMOil HaxoxaeHus u 3Heprueit ceasu 4C. 0aHaKo faHHbIN
BOMPOC BbI3bIBAET MHOTO CMOPOB KaK Yy pOCCUACKMX [2, 3], TaK W y 3apyBexHbIX [4] yYeHbIX.
CBsA3aHO 3TO C pa3IMyMeM YAENbHOW aKTUBHOCTH, YCNOBUAMU 06Pa30BaHUSA U XapaKTEPOM
pacnpepenenus 4C B 06ny4eHHOM rpacuTe, 4To 06YCIOBAEHO pasnuynemM HU3NKO-XUMUYEC-
KWX CBOMCTB Heobny4eHHOro rpacuTa, napamMmeTpamu 3KCnayaTauum SepHbIX peakTopos 1
uctopueit 0bnyyeHus. Lienbto paboTbl ABAAETCA aHANU3 BO3MOXHbIX XMUMUYECKUX COeaMHe-
HUM, B KOTOPbIX MOXET HaxoauTbcs 14C, M oLeHKa NPOYHOCTM ero hUKCaLUn B CTPYKType
061yyeHHoro rpatuTa.

KAHAJIbl HAKONNEHUA **C B OBJIYYEHHOM FrPA®UTE

Han6onbuiee konunyectso “C 06pa3yeTcs B aKTUBHOI 30He YpaH-rpacUTOBbIX SAEPHbIX
peakTopos Tuna MNYI'P (npomelwneHHble ypaH-rpadutoBbie peaktopsl), PEMK, AM, AMB. MMpu
3TOM ONpefensioWMUMM C TOUKN 3peHUs HakoneHus 4C ans 3TuX TUNOB PeaKTOpPOB ABAAOT-
C 0COOEHHOCTM 3KCNyaTaumumn rpadmToBOi KNnagku. B Lensx npesoTBpalleHns OKUCIeHNs
W OXNIAXKAEHUSA rpaduTa BHYTPEHHAS MONOCTb PeaKTopa NPOAyBanack 0C060 YMACTLIM A30TOM
UAW a30THO-TeNeBON CMECHIO, LIUPKYNUPYIOLWEN N0 CAMOCTOATENbHOMY 3aMKHYTOMY KOHTY-
py Npu AaBneHunu, 6anu3Kom K atMocdepHoMmy. Kpome Toro BO3MOXHO nonagaHue a3otoco-
[epiKallero Bo3ayxa B CUCTEMY MPOLYBKM peakTopa 3a CYeT HaTeyek U3 BHeLWHEeN cpejpl, a
TaKXe ero NpucyTCTBME B NPOAYBOYHON CMECH 33 CYET HEBO3MOXKHOCTM €€ NONHOW OYUCTKY.
BcnepcTBue 3KcnayaTaLMOHHbIX 0COOEHHOCTE KONMYECTBO HE3aBUCUMbIX KAHAIOB HAKOM-
neHus 4C B rpacUTOBLIX INeMeHTax ypaH-rpacuToBbix peaktopos (YIP) pasnuyHo. K oc-
HOBHBIM fiLEPHbIM PeaKLMsAM, NPUBOAALLMM K 006pa30BaHMIO PAAMOAKTUBHOTO YINIEPOA], MOX-
HO OTHeCTW crepyolme:

BC(n, 7)4C,  70(n, a)C,  160(n, 3p)I4C,  15N(n, d)14C,
LN(n, p)14C,  35U(n, H4C,  239Pu(n, f)14C.

06pa3zosaHue “C u3 ctabunbHoro nsotona 3C xapakrepHo ans scex knagok YIP, ogHa-
Ko pons 14C, 06pa3oBaHHOro No 3TOMy KaHasy, He3HayuTebHa. Bo-nepBbix, MaKCMManbHO
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BO3MOXHOE KOJIMYECTBO 3TOT0 PAAMOHYKIMAA OTPaHUYEHO UCXOLHOM KOHLEHTpaLuei cTa-
OUILHOTO M30TONA, KOTOPAs B €CTECTBEHHOMN cMecy ~ 1,1 %. Bo-BTOpbIX, CEYeHNe peaKLmu
13C(n, y)*4C cocTaBnseT nopsaka 0,9 M6apH, NpUyeM NpPenMyLLECTBEHHO MPOUCXOAMUT NOFIO-
lieHWe TENNOBbIX HENTPOHOB. 3TO NPMBOANT K paBHOMepHOMY 06pa3oBaHuio 14C no rpacu-
TOBbIM 37ieMeHTaM. PacyeTHoe 3HaYeHMe CKOPOCTYH €ro reHepaLum no pacCMaTpuBaEMOMyY
KaHany ans peaktopa PBEMK-1000 coctasnseT 1,4-10%° Bk/cyT Ha rpacuToByio knagky [1].
Mocne 43-x NeT HenpepbIBHOM KCMyaTaLMK TaKOrO PeakTopa yaenbHas akTUBHOCTb 14C,
o6pa3oBaHHoro no kaHany 3C(n, v)'4C, B rpacutoBOM Knaake bynet ~ 8-10% bk/r.

HaunGonbLuee konuyectso “C B peakTopHOM rpacute o6pasyertcs no peakuum “N(n, p)14C
BCIEACTBUE BbICOKOTO CeYEHUs B3aUMOAENCTBUS HEMTPOHOB ¢ agpom 4N (o = 1800 mGapH).
Takas sfepHas peakLun BO3MOXKHA, MOCKO/IbKY a30T NPUCYTCTBYET B He0Oly4eHHOM rpadm-
T€ B KaUecTBe MUKpoOnpuUMecei MO0 HAXOAMTCA B ra30Boii (hase NPoayBOYHOI CMECH, KOTO-
Pyt UCMONb30BaMW B NPOLLECCE IKCMyaTaLum ALEPHOro peakTopa. B nepeom ciydyae Muk-
pONpUMECH MPUCYTCTBYIOT B rpaciuTe U3-3a HEBO3MOXKHOCTU NOJHOW OYUCTKM rPacUTOBbIX
3aroToBOK B MPOLLECCe UX NPOU3BOACTBA. HeCMOTps Ha AANTENbHOE NPOKaNMBAHME B Cre-
LManbHbIX neyax npu Temnepartypax 2300 — 3000°C n 06paboTKy B arpecCUBHbIX Cpefax
(Hanpumep, B xnope unu audTopxnopmetaHe) [5] copepxaHue a3oTa B HE06NYYEHHOM rpa-
tuTe oueHnsaetcs B 31 — 100 ppm [6]. Bo BTopom ciydae 14C obpasyercs U3 sagep a3oTa,
BXOAALLEro B COCTaB NPOAyBOYHOrO rasa. CofiepkaHne paanoHyKIUaa, HaKoMIEHHOTo No 3ToM
peakLum, CII0XKHO NOAAAETCA OLEHKE U MOXET U3MEHATLCA B LUMPOKOM Auana3oHe 40 — 90%
OT 06Leit aKTMBHOCTM 0bpasLa 06nyyeHHoro rpacduTa [3]. CBA3aHO 3TO Npexae BCero ¢
KOHCTPYKLIMOHHbLIMU OCOOEHHOCTAMM, PEXMMAMU IKCTyaTaLMmu U HEUTPOHHO-(U3NYECKUMU
napameTpamu otgenbHo B3aToro YIP.

0aHMM 13 KaHanoB HaKonneHus 14C B aKTUBHOW 30He ypaH-rpathuTOBOro peakTopa ABs-
I0TCA peakuuu Ha appax kucnopoga 0(n, o) *C u 160(n, 3p)14C, Ans KOTOPLIX CEYEHUs B3a-
MMOAENCTBUA HENTPOHOB C APOM COCTaBASAIOT 240 1 2,2 MGapH cOOTBETCTBEHHO. Kak npasu-
10, NPOUCXOAMUT aKTUBALLUA KUCTIOPOZA, KOTOPbI MOXET HAaX0AUTbLCA B MPOAYBOYHOM rase, Ten-
NIOHOCUTENe U AfepHOM TonuBe (Ans peaktopos Tna PBMK, roe ncnonb3yetcs kepamuyec-
Koe Tonnueo B Buae AByokucu ypaHa UO,). Kucnopog MoXeT npucyTcTBOBaTH B PEAKTOPHOM
rpacduTe B BULE COEAMHEHWIA C YTIEPOLOM, NONAAAKLMM B HEFO NPY NPOU3BOACTBE.

Mpn NpOU3BOACTBE AAEPHOrO rpaduTa B NpoLecce rpacuTaLum aToMbl Yraepoaa, UmMeto-
lMe Ha rpaHuLe obpbiBa CBOOOAHbIE CBA3M, MOTYT NPUCOeAUHATL 0, KOTOPbI MONHOCTbIO
He YAANAEeTCA NPU 0YMCTKE.

CTouT ynomsHyTh, 4T0 14C MOXeT 06pa30BbIBATLCSA NpU TPOMHOM AeneHun agep 232U u
239Py, KoTOpblE MOTYT NPOHUKATL B rPAdMTOBYIO KNALKY NPU HAPYLIEHWH LLEIOCTHOCTU 060-
NIOYKM TOMIMBHOTO 31EMEHTA M3-3a 06e3BOXKMBAHMA TEXHONOTMYECKOTO KaHana U Hapylue-
HUA pexuma Tennocbema. Mpu 3TOM Ha OAMH aKT aenenus 23°U u 239Pu obpasyetcs npumep-
H0 9,1-1077 1 3,1-1077 apep 14C cooTBeTcTBeHHO [7]. OAHAKO COepKaHUe PaAMoaKTUBHOTO
yrnepoaa, HakonneHHoro no kaHanam 233U(n, f)14C, 239Pu(n, f)14C, He npesbiwaet 0,01% oT
o6ueit akTuBHOCTM 14C B rpadhMTOBOM 3n1EMEHTE.

Takum 06pa3oM, OCHOBHBIMM KaHaNaMu HaKOMNeHWs paanoHykanaa *4C B anemeHTax rpa-
duToBoi knapku YIP asnstoTcs agepHble peakuuu B3C(n, y)14C, 14N(n, p)*4C, 170(n, or)14C.

ONPERENEHUE ®OPMbl HAXOXAEHUSA **C B OBJIYYEHHOM rPA®UTE

Bonpoc o hopme HaxoxaeHWUs LONTOXKMUBYLLETO paguoHykiuaa “C B 06ayyeHHOM rpa-
thuTe ABNAETCA Haubonee BaXHbIM C TOYKM 3peHus BbiGopa cnocoba obpalleHus nNpu BbIBO-
ne 13 akcnnyatauum YIP. CBA3aHO 3T0 C TEM, YTO YrNepo MoXeT 06pa3oBbIBaTh XMMUYEC-
KYI0 CBA3b MPAKTUYECKW CO BCEMM NEMEHTaMN Nepuoanyeckon cuctemsl. bonee Toro, oH
BXOAIMT B COCTAB BCEX OPraHUYECKUX COeMHEHMIA, KOTOPbIE CNOCOOHbI BCTPanUBaThCs B G1O-
NOrMYecKme Lenoykn n NpefcTaBnAaTL ONACHOCTb ANs YeNOoBeKa.

118



M3secTtma Byszoe * AgepHana sHepreTtuka ¢ Nede 2017

PagnoHyknup 14C, o6pa3zoBaHHbliii no peakuyuu 3C(n, Y)14C, BepoATHO, MMEET NPOYHYIO
CBA3b C ipYr1MMI aTOMaMU KPUCTANNIMYECKOM PELIETKI U NPAKTUYECKM HE NOABEPIKEH CeNeK-
TUBHOMY BbleNeHNI0 6e3 paspylleHus LeNoCTHOCTU KPUCTANNMYECKON CTPYKTYpLI rpaduTa.
OnHako MecToHaxoxaeHue 14C B pelieTke Npu peakLum Ha sapax ctabunbHoro nzortona 3C
OyaeT onpeaensaTbCs IHEPrueit noriouEeHHOro HeTpoHa. ITo CBA3AHO C TEM, YTO BbICTpbIE
(noBpexpalowme) HeilTPOHBI, IHEPTUSA KOTOPbIX B CpeaHeM cocTaBnseT 2 MaB, cnocobHbl
CMeLLaTh aTOMbl M3 Y3/10B KPUCTANNMYECKOI PELIETKM 3a CYeT ynpyroro B3anmoaeiictaus [8].
Mpu 3TOM BEPOATHOCTb NOTNOLEHUS TAKOTO HeUTpoHa sapom 13C c obpasosaHuem sapa 4C
0YeHb MaNa n3-3a OTHOCUTENbHO HEBONBLLOTO CeYeHNs B3anmomencTaus ~ 10> — 1076 GapH.
NckntoueHue cocTaBnsieT pe3oHaHCHOe MorioLeHre, KOTOpoe NPUBOANT K nossaeHuto 14C s
y3nax pelwetku. Mo Mepe 3amef/IeH1s HETPOHA BO3PACTAET BEIMYMHA CEYEHNS B3aMMOZEN-
CTBUS, YTO TaKXe NPUBOAMT K HAKOMIEHMIO PaAMOAKTMBHOrO n3oTona yriepoaa. 0OgHako
3Heprum 3amMepIsoLerocs HeTPOHa MOXKET XBaTUTb Ha cMelleHure 13C 3 y3na pewweTku u B
[aNbHenlWeM NpoB3auMoLencTBoBaThL C HUM ¢ o6pa3oBaHuem 14C (puc. 1). Mpu 3ToM HOBO-
006pa30BaHHbIN PAAMOHYKIIUA HE MOXKET NPEO0NETh NOTEHLMANbHbINA Gapbep A1s BbIX0AA U3
MEeTacTabuIbHOTO NOJIOXKEHNS U PACcnoNaraeTcs B pelleTke B BUAE BHeAPeHUi (Hanpumep, B
BMAe (hpeHKeNeBCKOI Napbl), COXpaHsAsA HEKOTOPbIKA U3GbITOK 3HEPrMM NO CPABHEHUIO C PaB-
HOBECHbIM aToMOM. TakuM 06pasom, 4C, obpasoBaHHbIi No kaHany 3C(n, y)14C, moxeT Ha-
X0AMUTLCS MO0 B y3nax KPUCTANNMYECKON peLieTKI, 1160 B NPOCTPAHCTBE MEXKAY Y3NaMu U
MUTPUPOBaThb NOA AEACTBMEM BHELWHMX (PAKTOPOB.

Puc. 1. Cxema 06pa3oBaHus 4C, HaxoAsALerocs MeXAy NNOCKOCTAMU KPUCTANNMYeCcKOi pelweTkn rpaduTa

B cnyuae o6pasoBanus “C no spepHoit peakuyuu “N(n, p)14C nponcxoaut ucnyckaxue
NpoToHa BO30yXaeHHbIM agpom PN n poxaeHue saapa “C c sHeprueit otaaum ~ 41,1 k3B
[9]. 370t 3HEprUM JOCTATOYHO ANS Pa3pbiBa NHOOLIX XMMUYECKUX CBA3EN U MOHM3ALMM OK-
pyatoueit ra3080i cpeabl. [pn 3TOM BO3MOXKHO 06pa30BaHNE XUMUYECKM aKTUBHbIX LIEHT-
POB, COCTOALMX U3 BO3OYMKAEHHBIX aTOMOB, KOTOPbIE MOTYT BCTYNaTh B XMMUYECKUE peaK-
UMM C TOPMO3ALMUM APOM OTAAYM. [TPK HANUUUM B ra30BOII Cpefie MONEKYNSPHOTO KUCO-
poaa UM NapoBs Bofbl (BCNeACTBUE HATEYeK U3 OKPYXKatolelt cpeapl) Hanbonee BEpPOATHbI-
MU ABNAIOTCA PEaKLMK OKucneHus ¢ obpasosaHuem “CO unu 4C0O, [10]. OgHako ans obpa-
30BaHMA TaKUX COEAMHEHMNIA HEOOXOANMO, BO-NEPBbIX, YTOObI 14C CTONKHYNCS C MONEKYNaMM
0, 1 H,0 1, BO-BTOpbIX, YACTHLIbl IOMKHbI 06/1a1aTh SHEPTUEN, OONbLUEN, YEM SHEPTUS AKTU-
Baumu. Mockonbky TopMo3sliee AApo 06pasyeT CoefMHEHMs yiKe npu aHeprum ~ 20 k3B, To
ckopocTb Hakonnenus 4C0 unu 14C0, byaeTt onpeaensitbCsa UCKNOUYNUTENBHO KOHLEHTPALW-
eit kucnopopa (3a cyeT yBeNNYEHUA YACTOThl CTOKHOBEHUI MoNeKyn). Takke BO3MOXHO
nosiBeHne 6onee CNOXHbIX YrNepOLOCOAEPIKALLMX COAMHEHNIA, YeM OKCMAbI yrnepoaa. Tak
B [11] npeacTaBneHbl pe3ynbTaThl paboT no onpeaenexunto Gopmel HaxoxaeHus 4C nytem
CENEeKTUBHOrO yaaneHus pasinyHbix QyHKLUMUOHANLHBIX FPYNM C MOBEPXHOCTU 06YYEHHOTO
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rpacuTa mapkm NBG-18 n NBG-25. [laHHbI pagroHyKINL MOXKET HaXOAUTLCA B ClefyIoLLMUX
topMax: KapbOKCUNbHbIE TPYNTbI, TAKTOHbI (OpraHuyeckue aHruapuabl), heHonbl, KapboHu-
bl, AHTMAPUAbI, 3QUPLI U Ap.

Pe3ynbTaThl, MoNy4YeHHbIE NPU UCCNef0BaHUM 06pa3LoB 06ay4eHHOro rpaduTa ¢
NOMOLY b0 BPEMAMNPOJETHOIO MAcC-CNEKTPOMETPA, MOKa3biBaloT, 4To 14C TakKe MOXeT
HaxoAuTbCs B cnepyowmnx coegnrerusx: “C(N), “CH(NH), “CH,(NH;), *#CC(CN),
14C-14C(Np), 4C-"4CH(N,H), “CO(NO), *4CCN, 14C-14CC(CNy), #CCO(CNO), 14CO,(NO,)
[12]. AHanu3 perncTpupyembix NMKOB 3aTPYAHEH B CUNY CIOXKHOCTU UaeHTUDMKALMK 24C 1
14N B pa3nuyHbix Monekynax. [103ToMy BO3HWUKAET HeonpepeneHHoCTb B ycTaHoBNeHUM dop-
Mbl HAXOXAEHWS PAAMOYINEPOAA B PA3/IMYHbIX COEAUHEHMAX, COCTOALMX U3 KMCIOPOA], a30Ta
“ BOLOpOJA.

MpepcTaBnstoT MHTEpPeC coeanHerns 4C, 06pa3oBaBILErocs Npu TPONHOM AeNeHNU TsKe-
nbIx spep no peakuuu (n, f). MpoHukas B rpacduToBYIO KNafKy, hparMeHTbl sAEpPHOro Tonu-
Ba B pe3ysibTaTe MHOrOMaKTOPHOro BO3AENCTBUA BCTYNANM B XMMUYECKOE B3aUMOAENCTBUE
c rpacuTom, napamu Boabl U ¢ Bo3ayxoM. 06pa3oBaBLIMeCcs NPOChINM TONANBA JAUTENbHOE
BpeMs 00/1y4anuch B Knafke peakTopa, 4To CnocobCTBOBANIO HAKOMNEHUIO TPAHCYPaHOBBIX
3/IEMEHTOB W NPOAYKTOB JeNeHUs, KOTOpble cofepxanu coeguHenus 4C. B pesynbTate uH-
LUMAEHTOB PaAMOAKTUBHbINA yrnepo moxeT Haxoautbea B popmax UC,, UC, U,Cs, PuCy, PuC,
Pu,Cs [13]. OpHaKo copepaHue Takux COefMHEHN B rpapUTOBOI KNaaKe He NpeBbIWaeT
0,01% oT 06LIero KoMYecTsa COeMHEHNI, B COCTaB KOTOPbIX BXoauT “C, B cuny manoi
BEPOATHOCTU NpoLecca TpoiHoro aenenus 235U u 239Py,

3HEPIuf CBfi3# **C B CTPYKTYPE OBJIYYEHHOIO rPA®UTA

AKTyanbHbIM C TOYKM 3peHUs BbiGOpa cnocoba Ae3akTuBaLuu, nepepaboTku UK yTUIK-
3auuu 06y4eHHoro saepHoro rpaduTa YI'P agnseTcs Bonpoc 06 IHeprum CBA3U PagUoHyK-
nnpa 4C B rpadhUToBbIX KOHCTPYKLMOHHBIX 3NeMeHTax. B nepByto oyepepnb, xapakTep CBA3M
[LlAHHOTO pafMoHyKUaa GyaeT onpeaensTbecs ero xummudeckoi Gpopmoit. 0HAKO HEMaNoBax-
HOe 3HaYeHWe UMEKT UCTOPHUA IKCMyaTalMm BbIGPAHHOTO 3NeMeHTa rpacUToOBO KNALKK U
nyT1 o6pa3oBaHus 4C B Hem.

Pagnonyknug 14C, o6pasyrowuiics no saepHoi peakumm 3C(n, v)4C Ha TennoBbIX HENT-
POHAX M HAXOAALMIACA B KPUCTANIMYECKOI pelieTke rpaduTa, KeCTKO CBA3aH C COCefHUMU
atomamu. lpu 3TOM Kaxzablit aToM yraepoaa 06pasyeT B KpUCTANINYECKON peleTke 06y-
YeHHOro rpaduTa cBA3b C TPEMs APYTMMU aTOMAMU U HAXOAMUTCS B COCTOAHWUM Sp2-rnbpuam-
3aumu. IHeprus cBasu 4C B KpUCTanNMyecKom pelleTke rpaduTta 61M3Ka K IHepPrum CBA3u
CTabuUbHbLIX U30TOMNOB, KOTOPAs COCTABAsAET B cpefiHeM 477 k[x/monb [14]. OgHako npu
npespateHun 13C B 14C nsmeHseTcs aHeprus KonebaHus aToMOB B PELIETKE W, KaK CNeACTBUE,
NPOUCXOAUT HE3HAYUTEIbHOE U3MEHEHME IHEPrum cBa3n 14C.

Mpwu ob6pasoBanum “C no agepHoii peakumn “N(n, p)14C nponcxoaut 06pbIB XMMUYEC-
KMX CBSA3€l MeX/y aToMamMu a30Ta 3a cyeT 6ONbLIOI IHepPrun oTAaumM obpasyoLierocs pa-
[IM0AKTUBHOTO AApa yrnepoaa. BeposTHo, 4To 3HEprus oTAAYM NEPexoAuUT B IHEPTUIo Teno-
BOTO fiBMXKEHUA 14C, KOTOPbIN NPU JBUKEHWUM B NPOLYBOYHOM ra3e TOPMO3MUTCA. ITO NPUBO-
[MT K NOABAEHMIO XMMUYECKOMN CBA3M C KOMMNOHEHTaMM ra3a. 06pa3oBaHHble CoeanHeHMS,
copiepxalyme 4C, MOryT yaepK1BaEeTCs Ha NOBEPXHOCTM 06/lyyeHHOro rpaduTa nog fencTeu-
€M BaH-fiep-BaanbcoBbix cun [15]. MpuunHoii aToro sensetca agcopbums rasa (puc. 2) co-
enuHeHuin. Ancop6GeHToM ABASETCA NOBEPXHOCTb AfepHOro rpacuTa (B TOM Yucie NoBepx-
HOCTb NOp), aACOPOTUBOM — NPOAYBOYHBIN ra3a UK ero coeauHeHus ¢ 1C, a agcop6atom —
N060e 13 XMMUYECKNUX COeanHEHMIA, onucaHHoe Boilwe. Konnyectso afcopbuposaHHoro 4C
B NPOCTEiLleM Clyyae OnpeaenseTcs U3 ypaBHeHUs U30TepMbl JIeHTrMIopa v 3aBUCHUT OT Ten-
NOTMAPABAMYECKUX NAPAMETPOB IKCMyaTaLuUK peakTopa:

a=a.P/(K+P), (1)
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rAe d.. — NpefenbHas KOHUEHTpaLMs BellecTBa (npefenbHas ancopbums); P — napuuansHoe
AaBneHue rasa; K — KOHCTaHTa aacopbLUMOHHOTO paBHOBECHS.

Puc. 2. Apcop6uus coepmHenuii C Ha noBepxHOCTU 06YYEHHOrO SAEpHOro rpaduTa

Mpu husnyeckoi agcopbumm 3Heprus cBasu coeguHernii 14C Ha noBepxHocTn rpaduTa
cocTaBnseT 4 — 72 k[/Monb 1 3aBUCUT OT POPMbI HAXOXKAEHNA PafMoHyKInaa. Bo Bpems
3KcnyaTauuu rpauToBOM KNAAKM B LUTAaTHOM pexume YAenbHas 3Heprus TenaoBoro Asu-
)XEHUs NPOLYBOYHOrO rasa U3MeHseTcs B guanasoHe 3,6 — 10 k[lx/mMonb B 3aBUCUMOCTM OT
Tuna YIP. B 3KcTpeManbHbIX M aBapuitHbIX PpeXuMax 3Ta BEANYMHA MOXKeET focTurate 15 kx/
Monb. [To3Tomy yacTb coeanHeHmii 14C agcop6brpoBaHHOro Ha NOBEPXHOCTH rpaduTa yHO-
CWUTCA NPOAYBOYHBIM ra3oM. Ha NOBEPXHOCTH OCTAOTCA NNLLL MONEKYNbI, HAXOAAWMECA F1y-
60KO B nopax peakTopHoro rpacuTa (Kak npaBuio, B 3aKpbITbIX NOpax), rAe TENN0Bas 3Hep-
rUsa LBUKEHUA MONEeKyN NPOAYBOYHOrO ra3a He npeBbllLaeT SHEPruio CBA3N.

B cnyyae ocnoxHeHus afcopoumum XMMUYECKUM B3aUMOAENCTBUEM MEXIY COEAUHEHNS-
MU, copepalmmm 4C, 1 NOBEPXHOCTbIO rpaduTa NPOUCXO[UT XeMOCOPOLIUS, XapaKTepu3y-
IOLLAACA YBENNYEHNEM IHEPTUM CBSA3M U FNYOUHBI NPOHUKHOBEHMSA 14C. 3T0 NPUBOAUT K Heo-
BpaTMmMOCTVM npouecca copbuum npy 3KCnyaTaLmm rpacUToBOMN KNaaKu sAEPHOTO peakTopa
U K N3MEHEHMIO CTPYKTYpPbI aficopbaTta u agcopberTa. CornacHo Teopuu 3ebaoBKYa O CKO-
POCTU XMMUYECKOI peaKLLMm Ha MOPUCTOM WM NOPOLLIKOOOPa3HOM MaTepuane, Fy6uHa npo-
HUKHOBEHMs pafuoHyKIuaa 4C 06paTHO NPONOPLMOHANLHA KOPHIO U3 KOHCTAaHTbI CKOPOCTH
peakuuu [16], koTopas B CBOI 0Yepefb 3aBUCUT OT AaBNeHUs U TemnepaTypbl. [ToCKONbKY
rpacuT B peakTope paboTaeT Npu BbICOKMUX TeMNEPATYPaX, TO MPOUCXOAAT NOBEPXHOCTHbIE
XUMUYECKUEe peakLym, He OCyLEeCTBUMbIE NpU CTAHAAPTHLIX YCIOBUAX. IHEPrUs CBA3N Coem-
HeHuii, copgepalux 4C, c NOBEPXHOCTbIO 06YYEHHOr0 rpaduTa Npu XeMoCopOLUM U3Me-
HsieTcs oT 260 a0 800 k[x/Monb B 3aBMCUMOCTM OT hOPMbI HAXOXAEHMS paanoHyknuaa [16].
Fny6uHa 3arps3HeHns 061y4eHHOro rpacuTa pagruoakTUBHBIM YrIepooM, 06pasyoLLmMMCs
13 a30Ta, KOTOPbIM NPOAYBaNY rpacUTOBYIO KNALKY, MOXKET ObITb ONPeAeNeHa U3 ypaBHeHNS

2
DL K SF(c) @
rae D — achdekTuBHbIA KoahduuueHT auddy3nu, 3aBUCALLMIA OT YUCna M AMameTpa nop ob-
NY4EHHOTO rpaduTa; ¢ — KOHLEHTPALMA 3arpsa3HUTeNs Ha IYOuHe X; K, — KOHCTaHTa CKOpo-
CTU XMMUYECKON peakLun Ha egUHULY NOBEPXHOCTU; S — YAeNbHAA NOBEPXHOCTb €AUHULbI
obvema nopuctoro matepuana; f(c) — hyHKLMA CKOPOCTU XMMUYECKOI peaKLmy, 3aBUCALLAs
OT NopAgKa peakumu.

Bbinn BbINONHEHBI pacyeTsbl ¢ UCNOb30BaHMeM ypaBHeHus (2). C ydeTom ocobeHHOCTeN
1 BPEMEHM 3KCMNJyaTalumn pasnnyHbix rpaduToBbIX 31eMeHToB B YI'P MakcumanbHas riyou-
Ha NpoHMKHoBeHMs 4C, 06pa3oBaHHOrO M3 a30Ta, KOTOPbLIM NPOAYBaN rpadMTOBYIO KNaf-
Ky, B CMEHHbIX ieTansix coctaBnseT ~ 10 — 20 HM, B 6110kax — 6onee 50 HM. OueHka npoBo-
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AUNACh AN XUMUYECKUX COeAMHEHWIA, TPeACTaBNEHHbIX B paboTe.

Momumo apcopbumm coeguHennii 14C, o6pasyroLmxcs Ha agpax a3oTa, KOTOPbLIM NPoay-
BaNM rpadMToBYIO KNAZKY, HA MOBEPXHOCTU 06/Ty4EHHOTO rpadnTa MOXET MPOUCXOAUTH CO-
BepLUEHHO MHOM NPOLLECC, NPUBOAALLMIA K HAKOMIEHUIO JAHHOTO PaAMOoHYKAMAA B NPUNOBep-
XHOCTHOM cioe (puc. 3). Npu nornoweHun HeTpoHa ALPOM 4N NPOUCXOANUT AfepHas peak-
uMs ¢ 06pa3oBaHMEM NPOTOHA W PAAMOAKTUBHOTO Yriepoaa ¢ aHeprueit otaaum 40 — 60 k3B,
KOTOPbIV MMNIAHTUPYETCS B CTPYKTYpY rpaduTa [9].

Puc. 3. Mpouecc noHHOM MmMnaanTaumm 4C B KpucTannmMyeckyto CTpYyKTypy peakTopHoro rpacduta

[lonroe Bpems 3TOT KaHaN HAKOMJEHWUs HE pacCMaTPUBANCA NPU OLEHKe KONMYeCcTBa 1
rny6uHbl BHegpeHus 4C B 06nyyeHHblit rpacdut. OfHaKo B NocnefHee BpeMs eMy yaenseTcs
Bce Oosbllee BHUMAHME, NOCKOJbKY OblN0 NOKa3aHo, 4To A0 80% paaMoaKTUBHOIO yrieposa
B MPUNOBEPXHOCTHOM CJ10€ rpaduTa obpasyeTcs Npu MOHHOI uMnnaHTauuu [4]. 0cobeHHo
3TO aKTyaNnbHO ANA oTeyecTBeHHbIX peaktopoB Tuna MYIP n PEMK, rae npogyBka ocyliecTs-
NANACb a30TOM WAW A30THO-TeNNEBOI CMecbio. [ybuHy umnnantaumm 4C B kpuctananyec-
KYI0 peleTky rpaduTa MOXHO OLEHUTD, UCMOMb3YA BbipaxeHue [17]

1 j dE 3)
N3 S.(E)+5,(E)
rae N — nnotHocTtb aTomMoB 14C B eauHmue o6bema; £ — sHeprus atoma 14C; S, — ceueHue
anepHoro (Yynpyroro) TOPMOXEHUS; S, — CEYEHWE HEeYNpyroro TOpMOXeHUs; R — rnybuHa
UMMANAHTaLMK.

3Has rnyOuHY MMNAAHTaLMK R 1 1oNyCKas, YTO pacnpeaeneHne MNIaHTUPOBAHHBIX MOHOB

ABNAETCA CUMMETPUYHbIM, MOXHO OLEHUTb KonMyecTBo 4C no TonwmHe 0bny4eHHOro rpa-
tuTa, ncnonblys GyHkumio Maycca

R=

0= T2 exp(- R @

rae D — uHTerpanbHblii notok 14C Ha eguHuuy nnowaam rpacduta (B Tom yucne nop); £ -
3Heprus atoma C; x — paccTosHUe OT BHelWHe NoBepXHOCTH rpaduTa 1o MecTa UMNIaHTa-
unu; © — yron Mexay HanpasneHuem uMnaaHTauum 4C u HopManu K NOBEPXHOCTYU rpaduTa.

MakcumanbHas rny6uHa umnnaHtaumm “C B KpucTannmyeckyto peweTky rpadura
YTP Tuna NYTP n PEMK c yyeTom nx a3kcnayaTaLumMoHHbIX 0COOEHHOCTEH M NpU 3Haye-
HUAX Se = 585 — 730 k3B/MKkM, S, = 10 — 15 k3B/mMKM cocTaBnset 55 — 70 HM. [ 3apy-
6exHbix peaktopos Tuna UNGG 37a BenimymnHa coctasnset ~ 0,9 HM. B aTom ciyyae 14C
HaxoAnTcsA B BUAe AedeKTOB M BHEAPEHUI MeXy y3AaMu U NIOCKOCTAMU KpUCTanim-
YECKON pelueTKu.

3AK/TIOYEHHUE

B paboTe nokasaHo, 4To AONTOXMBYLNIT paguoHykaug 14C o6pasyeTcs B 061yYeHHOM
rpacduTe, B OCHOBHOM, MO TPEM PasnyHbIM He3aBUCHUMbIM KaHanam: 3C(n, 7)14C, 4N(n, p)14C,
170(n, o) *C. 370 06yCNOBNMBAET €0 reTeporeHHoe pacnpeaeneHue B CTpyKType rpadua.
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Mpu 3ToM GoMblas YacTb PafMOAKTUBHOIO yriepoaa obpasyertcs Ha sapax N, koTopsblii
HaxoauTCA B HEOONyYeHHOM rpaduTe B BULE MUKPONPUMECEN M B COCTABE ra3a, KOTOPbIM
npofyBanu rpacuTOBYIO KNAZKY B NpoLecce 3KcnyaTauun peaktopa. PagnoHyknug 4C,
00pa3oBaHHbIi No aaepHoi peakuyumn “N(n, p)14C, nokan13oBaH B NPUNOBEPXHOCTHOM C/l0€
rpacuTa (B NpUNOBEPXHOCTHOM CNIOe NOP) Ha riybuHe He 6onee 50 HM 1 06NafaeT 3Hepru-
eit cBasu ¢ rpacdutom fo 800 Kx/Monb, YTO 0OYCNOBNEHO NPOLECCOM aACOPOLMM U XEMO-
copbuuu. OfHAKO CeNEKTUBHOE YAANEHNe 3TOTO PafMOHYKANAA BO3MOXKHO TONIbKO NpW Mo-
BbILEHHbIX TeMNepaTypax B cnabookucnutenbHoi cpene. NMpu MoHHON uMnnaHTauum 14C
HaXOAMTCA Ha rnybuHe He 6onee 70 HM, U [N1s €ro U3BNEYeHUs TpebyeTcs NoNHoe yaaneHue
3arpsa3HeHHoro cnos. Kpome Toro, paanoakTuBHbI yriepof, 06pa3oBaHHbIi N0 sAEpHON
peakuumn 3C(n, v)1C, paBHOMepHO pacnpeaeneH no 06/y4eHHbIM rpadUTOBLIM INeMEHTAM
n obnapaet 3Hepruei cBasu ~ 477 k[lx/monb. Ero cenektuBHoe u3BneyeHne BO3MOXKHO
TO/IbKO NPW Pa3pyLUeHUN KPUCTANIMYECKO peLieTku rpadumTa u opraHu3auum npotecca pas-
AeNneHus N30TonoB.

PaHee [18 — 20] 6blM NpeACTaBAEHbI Pe3yNbTaThl IKCNEPUMEHTANbHbIX PaboT no obpa-
60TKe NOBEpXHOCTM 06yYeHHOro rpaduTa, oTobpaHHoro u3 MYIP u PEMK, B cpepe aproHa
C KUCTIOPOAOM, COiEPXKAHUE KOTOPOro OblI0 MeHbLUE CTEXMOMETPUYECKOrO KonnyecTsa. Mpu
Temnepatype ~ 850°C NpoMcxoanio MHTeHCMBHOE yaaneHue *4C c npunoBepXHOCTHOTO cos
6e3 cylecTBEHHOI NoTepn Macchl 06pasLia. ITo NOATBEPKAAET NPELANONOXEHUE O hopMe
HaxoXJeHus 1 xapakTepe cBa3u 4C B 061y4eHHOM rpacuTe.
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ABOUT CHEMICAL FORM AND BINDING ENERGY OF !4C
IN IRRADIATED GRAPHITE OF URANIUM-GRAPHITE
NUCLEAR REACTORS

Bespala E.V., Pavliuk A.Q., Zagumennov V.S., Kotlyarevskiy S.G.

JSC «Pilot and Demonstration Center for Uranium-Graphite Nuclear Reactor
Decommissioning». 172a Avtodoroga 13 st., Seversk, 636000 Russia

ABSTRACT

Problems related to the management of irradiated graphite of uranium-graphite
nuclear reactors were considered. It is shown that the choice of approaches, methods
and means for handling irradiated graphite is determined by the form of the finding
and binding energy of the long-lived radionuclide '4C. The purpose of this work is to
determine the possible chemical compounds in which 4C can be found and to assess
the strength of its fixation in the structure of irradiated graphite. The domestic and
foreign experience in handling graphite radioactive waste was analyzed, calculations
and experiments were performed to achieve the goal. Information on the accumulation
channels of '#C in the structure of reactor graphite was given and it was shown that
the greatest amount of this radionuclide is formed by the nuclear reaction “N(n, p)4C.
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At the same time, the majority of radioactive carbon is created on N,, which placed in
unirradiated graphite in chemical impurity and in supported gas. Radionuclide 4C
generated by nuclear reaction “N(n, p)*4C is localized in surface layer of graphite
(including surface of pores) at a depth no more than 50 nm. Assessment of possible
chemical compounds in which radioactive carbon can be located was carried out. It is
proved that the form of finding is determined by the operational features of a particular
graphite element in the reactor. The binding energy of 14C in the structure of irradiated
graphite and the calculated depth of its penetration into the structure were estimated.
Selective removal of this radionuclide is possible only at elevated temperatures in a
weakly oxidative environment, which is due to binding energy up to 800 kJ / mol was
established. Radiocarbon, which generated by nuclear reaction 3C(n, y)?4C is placed
uniformly in irradiated graphite elements and have binding energy about 477 kJ / mol.
The selective removal is possible only during crystal fracture and organization of isotope
separation process. The data obtained make it possible to select methods of handling
irradiated graphite during decommissioning of uranium-graphite reactors.

Key word: uranium-graphite reactor, irradiated graphite, binding energy, strength
of fixation, radionuclide, radiocarbon, treatment, decontamination.
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