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(54) COPBEHT AnA YNABNUBAHUA NETYYUX ®OPM PAONOAKTUBHOIO MOJA HA OCHOBE
CUNNKATENA

(57) Pedepar: cepebpa B copbeHTe coctaBnseT 3-7 mac.%. 30-70%

N3o0peTeHne OTHOCMTCA K  MPOM3BOACTBY cepebpa BOCCTaHOBIIEHO o mMeTanna
copbeHTOB [ANnsi ynaBnuMBaHWs MNeTyy4nx ¢opm asoTcodepXkaliMmmn  OcHoBaHusiMU. B kauvectBe
pagvoakTUBHOrO Moda WM npefHasHayeHo  Ans as3oTcofdepXkallero  OCHOBaHWsi  MoOryT  ObITb
npefoTBpalleHns BbiGpoca 3TOro pagvoHyknuaa B MCMONb30BaHbl: rMApasvH rmgpat unM  ero  comnu,
OKpY>KaloLLyt0 cpefly NMpu 3KCniyaTaLMOHHBbIX pexvmax rMAPOKCUNAMWH UMW ero Conu, a Takke aMMuak.
paboTbl aTOMHbIX anekTpocTaHumin (ASC), a Takke npu MpenmyLiectBamm pa3paboTaHHOro copbeHTa
aBapusix Ha AQC. MNMomMumo 3Toro copbeHT MOXeET ObITb ABNAKOTCHA: BbiCOKasi 3(dEKTUBHOCTL copbumm
MCMONb30BaH AN OYWCTKM MapOBO3AYLUHbIX MOTOKOB NeTy4nx coeavHeHuin opMbl pagvoakTUBHOMO MoAa,
OT meTyyYnx COEeAVHEHWA pagMoakTMBHOMO uoga B BKIIOYAs WOOWUCTbIA  METUN, W3 MNapoBO34YLUHbIX
TEXHONOrMYecknx cxemax no nepepaboTke NMOTOKOB, T.e. HageXHOCTb rnokanusauuu;
oTpaboTaBLlero SepHOro Tonnuea. TepmocTorKoCcTb Ao Temnepatypbl 300°C; coxpaHeHue
["paHynnpoBaHHbIN HeopraHu4eckuni copbeHT COpPOUMOHHONM CMOCOBHOCTU NOCIe KOHTakTa C BOAHOM
NpUroToBrieH Ha ocHoBe KPYNHOMOPUCTOro hasoi; ncnonb3oBaHMe NPOMbILLNIEHHO BbIMyCKaemMoro
cunukarensi, KOTOPbIA WMMMNpPerHnpoBaH cepebpom M LUMPOKO NMPUMEHSIEMOrO Afsi CO3[4aHUSt PasfnUYHbIX
nytem  obpaboTkm  ero  BOAHbIM pacTBOpOM copbeHTOB ¥ KaTanuM3aTopoB  KPYMHOAUCMEPCHOro
a30THOKMCNoN conn cepebpa. Ob6uwee cogepxaHue cunukarens mapku KCKI. 2 ta6n.
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(54) SILICA GEL-BASED SORBING AGENT FOR RADIOIODINE RECOVERY

(57) Abstract:

FIELD: physics; nuclear physics.

SUBSTANCE: invention relates to production of
sorbing agents for volatile radioiodine recovery
and is designed to prevent the radionuclide
release into environment during normal operation
of nuclear power plants, as well as in case of
nuclear accidents. Also, sorbing agent may be
used to remove volatile radioiodine componds from
steam-air  streams in spent nuclear  fuel
reprocessing. Granulated inorganic absorbent is
prepared from macroporous silica gel silver-
impregnated by treating it with silver nitrate
aqueous  solution.  Total silver content in
absobent is 3-7 wt %. 30-70% of silver is reduced
to metal by nitrogen-containing bases. The
following reagents may be wused as nitrogen-
containing bases: hydrazine hydrate, hydroxyl

amine or salts thereof, ammonia. Advantages of
the absorbent are as follows: highly efficient
sorption  of  volatile radioiodine  compounds,
including methyl iodide, from steam-air streams,
i.e. reliable containment; heat resistance up to 300°C;
sorption properties retained after contact with
water; utilisation of  commercially available
coarse silica gel "KCKI™, which is widely used
for various sorbing agents and catalysts production.

EFFECT: highly efficient sorption of volatile
radioiodine compounds, including methyl iodide,
from steam-air streams, ie reliable containment;
heat resistance up to 300°C; sorption properties
retained after contact with water; utilisation of
commercially available coarse silica gel "KCKI™,
which is widely used for various sorbing agents
and catalysts production.
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M306peTeHne 0THOCUTCS K NPOM3BOACTBY COPOEHTOB AN YNaBNuBaHUA NeTyunx hopm
pagnoakTMBHOrO Moga u MoXeT OblTb MCMONMb30BaHO ANsi NPeAoTBpaLleHns Beibpoca 3Toro
pagvoHyKNnAa B OKPY>KaKOLLYHO Cpeay Npw KCnyaTaumMOHHbIX pexmMMax paboTbl aTOMHbIX
anektpoctaHumi (ASC), a Takke npu aBapusax Ha ASC. NMoMUMO 3TOro AaHHbIN COPOEHT MOXET
ObITb MCNONBb30BaH A1 OYUCTKM MAapOBO3AYLUHbLIX MOTOKOB OT NIETYYMX COeQUHEHNI
pagnoaKkTMBHOIO noda B TEXHONOMMYECKMX CXxemax Mo nepepaboTtke oTpaboTaBLUero S4epHOro
Tonnuea.

M3BecTeH copbeHT Ha ocHoBe LeonuToB [[MaTteHT PP Ne2104085, 10.02.98, 6ton. Ned],
MOOVULIMPOBaHHbBIX MOHaMK cepebpa unu Mmeau Ans NorfoweHus pagmoakTMBHOMO noaa mu/mnm
pagmnoaKkTMBHOIO Lie3nsi U3 NapoBO3aYLLUHONW cpedbl. HegocTtaTkom aToro copbeHTta aBnsieTcs 1o,
YTO OH NMpeacTaBnseT cobon MeNKoANCNEPCHbIN NMOPOLLOK C pa3mepammn 4acTul, 2 MKM,
BCreACTBME Yero hunbTp Ha ero ocHoBe obnagaet 60NbLLMM FMAPaBANYECKUM
conpoTtumeneHvemM. [Npy NpoxoxaeHMM NapoBO3aYyLLIHOW cMecu ¢ 6onblIMM cogepxaHnem napa
(6onee 50 06.%) 4epes cnow copbeHTa Ha OCHOBE LieonnTa BO3MOXHO CrMMaHue 4actul Mexay
cobori n obpasoBaHmne KaHanoB B croe copbeHTa, YTO HapyLuaeT ero 0gHOPOAHOCTb N CHUXaeT
3a(pheKkTUBHOCTL yNaBnMBaHUAa NeTyydnx oopm pagmoakTusHoro noga. Kpome toro, ons
NPUroTOBIEHNST TAKOro COpOEHTa, MMEIOLLIENO BbICOKYI0 3h(PEeKTUBHOCTL COPOLUN OpraHn4ecKom
POpMbI paanoakTUBHOIO noaa - KOAMCTOro meTuna, TpebyeTcs 3HauUMTENbHOE KONMMYECTBO
cepebpa (o1 30 o 60 mac.%), 4To CUNBLHO yBENMYMBaAET CTOMMOCTb cCopBeHTa.

Hanbonee 6nM3KNM NO TEXHUYECKOM CYLLHOCTU K 3asiBNIIEMOMY PELLEHUNIO ABMSIETCS
rpaHyfMpoBaHHbIN HeopraHnyeckuin copbeHT mapkn AC6120 [T.Sakurai and A.Takahashi. J. of
Nuclear Science and Technology, Vol.31, Ne1, pp.86-87 (January 1994)]. CopbeHT AC6120
npeacTaBnseT cobon MenkonopUCTLIN CUNMKarenb, UMNPErHNPOBaHHbIA a30THOKUCTTbIM
cepebpom. CoaepkaHne cepebpa B gaHHOM copbeHTe cocTaensieT 12 mac.%. HegoctaTkom
copbeHTa AC6120 aBnsieTcs TOT pakT, 4To cepedpo B HEM HaxoauTcs B OpMe a30THOKUCIION
COMnK, XOPOLLIO pacTBOpUMON B Boge. [103aToMy npy NpoxXoXaeHumn Yepes Crio Takoro copbeHTa
NapoBO34YLLUHON CMECU, B KOTOPOW NPUCYTCTBYET KanenbHas Briara, 0CoO6eHHO B YCNOBUSIX
aBapuu, a30THOKMUCIIoe cepebpo MOXeT ObiTb CMbITO BOAOW U COPOEHT NOTEpPSET CBOKD
ahbdekTnBHOCTL. [oaToMy copbeHT gormkeH ObiTb BCerga HarpeT 4o Temnepatypbl Bbille
130°C. Kpome T0Oro, ncnonb3oBaHme MENKONOPMUCTOro CUnuKarensa B ka4ecTBe OCHOBbI CO3faeT
3aTpPyAHEHUSA NpU JOCTYNE NEeTY4YMX COeAMHEHNIN PpagnoaKTMBHOMO Noda K akTUBHbLIM LieHTpam
copbeHTa, 0COBEHHO B YCMNOBUAX MPOXOXAEHNS MAPOBO3AYLLIHbIX MOTOKOB C OOMbLUUM
cofepXxaHvem napa.

Llenbto npegnaraemoro n3obpeTeHns aBnaeTca nofyyeHme rpaHynnmpoBaHHOro
HeopraHuyeckoro copbeHTa, obnagarLero BbICOKMMU COPOLVMOHHBIMU XapakTepUCTUKaMU Mo
OTHOLLUEHMIO K NeTy4um hopMamM pagnoakTUBHOIO MOA4a U JOCTATOYHOW YCTOMYMBOCTLIO B
yCroBusix 0Opa3oBaH1sa KanenbHon Bnaru.

MocTaBneHHas uenb JOCTUraeTcsl TEM, YTO NPEASIOKEH rpaHyMpPOBaHHbIA COpPOEHT
"®uaxnumnn" ona ynaBnmBaHusa neTyunx oopm pagmoakTMBHOMO Moda Ha OCHOBE
KPYMNHOMOPUCTOro cunukarens, MMnperHpoBaHHoro cepebpom, B kotopom 30-70% cepebpa
HaxoOuTCH B BUAE MeTarna, BOCCTAHOBEHHOMO a3oTcoAepXKallMmMm OCHOBaHUAMHY, a obLiee
cogepxaHue cepebpa B copbeHTe cocTaBnseT 3-7 mac.%.

[ns akcnepumeHTanbLHOW NpoBepkU 3asaBnsemoro copbeHTta "®uaxumuH" Gbiniv NPUroTOBMAEHDI
0o6pasLbl Ha OCHOBE MPOMBILLIIEHHO BbIMYCKAEMOrO M LUMPOKO NMPUMEHSAEMOro sl O4YMCTKU
pagnoakTMBHbLIX OTX04O0B KpynHonopuctoro cunukarens mapku KCKIM (TOCT 3956-76).
3assnaemblin copbeHT "dPuaxmmnH" nonyyanu nytem obpaboTtku cunukarens mapku KCKI
BOAHbLIM PACTBOPOM a30THOKMCION conu Ag™ ¢ KOHLIEHTpaLMeid, COOTBETCTBYIOLLEN COAepXKaHUIo
cepebpa B copbeHTe 3-7 mac.%. 3aTtemM npon3Boannn Harpes o6paboTaHHOro cunukarensa Ao
NonHoro yganeHust Bnaru. Nocne oxnaxaeHns ocyLLecTBNANM BOCCTaHOBIEHNE NOHOB cepebpa
pacTBOPOM a30oTcoAepXKaLlero OCHOBaHWS: rmapasuH rmapaTtoM Unmn ero Conamu;
rMOpPOKCMIaMMHOM UMK ero consiMu; ammuakom. KoHueHTpaLmio a3oTcoaepKallero OCHOBaHuWs
noabupanu ¢ pacdetTom BocctaHoBneHus 30-70% cepebpa o metanna. lNocne nepemelumBaHuns
COpOEHT BbICyLUMBaANM A0 MOSIHOrO yaaneHus Braru.
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[ns onpegeneHnst obuero cogepxaHus cepedbpa copbeHT "dunaxnummH" obpabaTtbiBanu
KOHLIEHTPUPOBaHHOW a30THOM KUCNOTON B TedeHne 2 4. OTaensanu oT Hero MaTouHbIN pacTBop,
nNpoMbIBanM BOL4ONW M 3aTeEM NPOBOAUNM onpeaeneHne cepebpa B pacTBopax TMTPOBaHUEM MO
meTony Ponbrapaa.

KonnuecTBo He BOCCTaAHOBIIEHHOIO cepebpa B copbeHTe "PusxmmmH" onpegensanu nytem
TUTpPOBaHMs no metogy Ponbrapaa pactBopa, KOTOpbI nonyyanu B pedynbtate 06paboTku
copbeHTa AMCTUNNMPOBAHHOM BOAON B TeveHue 24 4. KonnyectBo BOCCTAHOBIEHHOro cepebpa B
copbeHTe paccunTbiBany No pasHuue mexay obwmm cogepxaHuem cepebpa u KonmyecTsom
HEBOCCTaHOBIIEHHOrO cepebpa.

B Tabnuue 1 npeacraBneHbl PU3MKO-XMMUYECKME XapaKTEPUCTUKUN NOMYYEHHOIO
rpaHynmMpoBaHHOro copbeHTta "®usaxmmmnn".

Ecnn copepxxaHue cepebpa B 3asBnsemomM copbeHTte "dnsxummH" meHee 3 mac.%, To
3a(ppeKkTMBHOCTL yYNaBnMBaHUA noga U3 NapoBo3ayLLUHON CMecU yMeHbluaeTca B 2-3 pasa, npu
3TOM chakTop ouncTkM DF napoBo3ayLLHOro NoToKa OT pagnoakTMBHOIO Moda CHuxaeTcst bonee
YeM Ha NOpsAOK. YBenuyeHne cogepxaHust cepebpa B copbeHTe 6onee 7 mac.%
HeLlenecoobpasHo, T.K. 3¢pPEKTUBHOCTb MOMMOLLEHNSA NETYYUX COEAMHEHUI PAOUNOAKTUBHOIO
noaa, BKMnoYyas noanCTbIn METUI, U3 NapOBO3AYLLIHOW CMEeCU B 9TOM Criyyae npakTUdecku He

yBennymBaeTcs, yxe AOCTUrHYB MakcMManbHon BenuymHbl 99,99%.

Tabnuua 1.
DU3NKO-XMMMYECKNe XapaKTepUCTUKK rpaHynnpoBaHHoro copbeHTa Ans ynaenueaHus neTyumx oopM paavoakTMBHOMO MOAa Ha OCHOBE CUMMKarens
mapku KCKT.
NN MapameTtp 3HayeHue
1 VcxoaHblii MaTepyan Anst NpUroToBrieHusi Cop6eHToB cunukarens KCKI (TOCT 3956-76)
2 Liset TeMHo-cepblit
3 dopma "panynbl
4 TennoemkocTb, .kr-1.K-1 >795,5
5 TennonposoaHocTs, BT.m-1.K-1 >1,4
6 HackinHoi sec, kr/m3 580+100
7 CBob6oaHbI 06beM, % 60+80
8 Pa3mep rpanyn, mm 0,50+6,00
9 YpenbHasi NOBEPXHOCTb, M2/r 310+20
10 CpeaHuii paguyc nop, A 55+10
1 CymMMapHbiii 06bem nop, cm3/r 1,4+0,2
12 KoHueHTpauus metanna B copbeHTe, Bec.% 347
13 CopbumnoHHas eMKoCTb, I/Kr (F MornoLLeHHoro Belectsa / kr copbeHTa)
CHal - 0,5:6,0
Ip - 2,0:15
14 OhheKkTMBHOCTL NOrMOLLEHNS N3 NApora3oBoro noToka, %
CHal - >99,0%
Ip - >99,9%
15 Temnepatypa achdekTBHON paboTbl copbeHTa, °C 30-+300
16 Temnepatypa Havana aecopbunmn paamoakTUBHOIO 600
noga, °C

YcTonumBocTb copbeHTa "PuaxumMun" xapakrepuayeTcs COXpaHeHEM ero CopOLMOHHOM
CMOCOBHOCTM MocCre KOHTakTa ¢ BoAHOW pasoin. [inga aton uenu copbeHT "dusxnumunH", a Takke
cunukarenb, UMNPErHUPOBaHHbIN a30THOKUCTIBIM cepebpom (aHanor copbeHTa AC6120),
obpabaTbiBanu B TedeHne 20 4 Bogown, BeicylumBanu npu temnepatype 110°C n nocne atoro
onpegensann nx copbuMoHHyo 3¢heKTUBHOCTL NO OTHOLLEHMIO K Hanbonee TpyaHo
nokanusyemon popmMe neTyunx CoOeaMHEHUN pagnoakTUBHOMO noaa - MOAUCTOMY MeTuny.

B Tabnuue 2 npuBeaeHsl pedynbTaThl COPOUUM MOAMCTOro MeTMUna Ha obpasLax 3asBrnsaemMoro
copbeHTa "®PuaxmumnH" n copbeHTte, nmnTUpyroem matepmnan AC6120, 4o 1 nocne nx KoOHTakTa ¢

BOJOMN.

Tabnuua 2. Copbuma CH; 3"l na naposoaayLuHOro noToka Ha rpaHynMpoBaHHbIX CopBeHTax,
06paboTaHHbIX Bogol B TeveHne 20 4 1 BbiCyLLeHHbIX NMpu 110°C Ha Bo3ayxe nocne oTaeneHus

XUOKoW dasbl.
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(Msorb=50 T, Tson=20°C, Tgas=20°C, Syonouu=5,96 cm?, m(CH3"*'1)=100 mr, RH=3:4 06.%, t=
5 y; @»=3,00+6,00 mm, v=2.38 cm/c, t=6,00 cek, h=14,00 cm)

Neonbita Mapka copbeHTa CreneHb nornowenus CH3l, %%
1 Cunukarens - AGNO3 (7 mac.%) 31,78
2 "®OunaxumuH" - 7Ag-m 99,99

OBosHaueHws: h - cymmapHas BbicoTa crosi cop6eHTa B KONoHKe; Tsorh - TeMnepatypa copbeHTa; Tgas - TeMnepaTypa napoBo3ayLUHOrO NOTOKa; v -
NUHEeHas CKOPOCTb NapOBO3/YLLIHOIO NOTOKA B KOJTOHKE; T - BPEMSi KOHTaKTa "CcopBeHT - NapoBo3AyLUHbI NOTOK" (4115 CyMMapHOro crosi copbeHTa);
Syon - NIOLWAAL NoNepeyHoro ceveHus komnoHku; RH - cogepxaHve napa B napoBO3ayLLIHOM MOTOKeE; t - BpeMs 3KCnepuMeHTa, BKtoYas BpeMs noaadu
CH313'; & - paamep uacTuL copberTa; m - cymMMapHas Macca copbeHTa; 7Ag-m - cop6eHT, conepxaluuii 7 Mac.% cepebpa.

MpeumyuwectBammn paspabotaHHoro copoeHTa "®PusxnmmnnH" ABNSOTCSA: BbiCOKas
9 HEKTUBHOCTbL COPOLMUN NETYUMX COEANHEHWUA (DOPMbI PaAMOaKTUBHOIO MOAA, BKIOYas
NoamncTbIA METUN, U3 MAPOBO3AYLLHbIX NMOTOKOB, T.€. HAAEXHOCTbL JIoKanu3aumum; TePMOCTOMKOCTb
no Temnepatypbl 300°C; coxpaHeHne copbLNOHHON CNOCOBHOCTM NOCe KOHTaKTa C BOAHOM
(ha3oii; MCNonb3oBaHNE MPOMbILLIIEHHO BbIMYCKAEMOrO U LUMPOKO NMPUMEHSIEMOro ANsi CO34aHNs
pasnnyHbIX COPOEHTOR U KaTann3aTopoB KpynHoaucnepcHoro cunukarens Mmapkm KCKT .

dopmyna n3obpeTeHus
CopbeHT ansa ynaenveaHna netyunx bopm pagnoakTMBHOMO Moda Ha OCHOBE Cunukarens,
MMMPErHNpPOBaHHOIO a30THO-KMUCbIM cepebpoM, oTnuyatrowmincs tem, 4to 30-70% cepebpa
HaxoauTCA B BUAe MeTanna, nony4yeHHOro BOCCTaHOBIIEHNEM MOHOB cepebpa a3oTcoaepKallumm
OCHOBaHMsAMM, a obLee coaepxaHue cepebpa B copbeHTe coctasnseT 3-7 mac.%.
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