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Amnaji3z XiMIUHMX peakmiii (-pamiodiidy, rigpoJii3y Ta KOMILJIEK-
COYTBOPEHDL y JIyXXHMUX po3uMHaxX o0’ekra “Ykpurrsa’. Hocii-
IXKeHHs1 KoedinieHTiB mepeHocy i0HIB UO§+, PuO%+ Y BOOHUX
po3umHax
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U.A .I'ymenok

Amnorangia. IIpoanassizoBano ximiuni peakuii a—pamiomnizy, rinposizy
Ta KOMIIJIEKCOY TBOPEHL, OKVCHO-BITHOBHI MIPOILIECU V JIYKHUX PO3UL-
HaX 1OHIB UO%"", Pu03+, Am03+. BcranoBneHo, mo y BOTHUX PO3-
YMHAX, XapPaKTePHUX s 00’ekra “YKpUTTss® MOXKYTL YTBOPIOBA-
THCA NOJiypaHaTw, HagyparaTu, ¢pocdarHi, kapObonarTHi i HiTpaTHI
ocanu ypaHiny ta miayTtoHimy. IIpemcTaBieHo rimpomuHaMivyHO-()IYK-
TyamiiiHy Teopilo po3paxyHKY OimonekynsapHux peakmiit. IIposeneno
YMCJIOBI PO3PAXYHKU KOedimieHTiB B3aeMHOL nudy3ii Ta B’13K0CTI miis
iowis UO%"", PuO§+ i aTOMapHOro BOOHIO y BOTHUX PO3YMHAX.

Analysis of chemical reactions of a-radiolysis, hydrolysis and
complex formation in alkali solutions of the object “Shelter”.
Investigations of transfer coefficients of ions UO%“', Puog"' in
aqueous solutions
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Abstract. Chemical reactions of a—radiolysis, hydrolysis and complex
formation as well as oxidizing-reducing processes in alkali solutions of
ions UO3T, PuO3", AmO3" have been analyzed. It is established that
polyuranites and superuranites, phosphate, carbonate and nitrate pre-
cipitates of uraninite and plutoninite may arise in aqueous solutions,
which are characteristic of the object “Shelter”. Hydrodynamic-fluctua-
tion theory for calculation of bimolecular reactions is presented. Calcula-
tion of mutual diffusion and viscosity transfer coefficients for ions UO;*,
PuO%Jr and atomic hydrohen in aqueous solutions is carried out.
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1 IIpenpunt

1. Beryn

O6’ext “Yrpurrta” YAEC sk smepHO, Tak i ekosoriuuo nebesmeu-
HUI, IPOMUCJIOBA IVIOMWAAKA HABKOJIO HLOTO [1-6], myHKTH TUMYACOBOI
sokaJdizauii pagioakrusaux Binxonis (II'TJIPB) Ginsa crannii “fAuis”,
nobnuzy “Hagprobaszu” [7,8], “Pynuit xic” [9,10] i myaxTu 3ax0poHeH-
Hf pamioakTuBHUX Binxomis [11,12] 3annmaioTbCsa pealbHUMU I¥Ke-
pesiamMu 3a0pyIHEHHS PAIIOHYKJIiIaMy IPYHTOBUX Ta MiI3€MHUX BOI
cuctemu “Bomo3albip OaumxkuaLOI 30Hu YAEC — pika [pun’'stn, —
KacKaa gHIinpoBcoKux Bomocxosum” . Crpateriro aiksimanii nux exo-
Jioriuno Hebeszneuynux 00’eKTiB CJin po3pobJiATy Ha OCHOBI IPaBUJIL-
HOTO BUOOPY CYYaCHUX TEXHOJOTiUHMX 3acO0iB. A e BuUMarae me-
TAJLHOTO BUBYEHHs A I MPOTHO3YBAHHS MPOLECIB NEPEHOCY PamiOHy-
KJIiOiB y pi3HUX CEPENOBUIIAX SK y caMoMy 00’ekTi “Ykpurrsa’, Tax
1 B IYHKTaX TMMYACOBOI JOKaJi3aIlil pagioakKTUBHUX BiIXOMiB.

Opniero 3 oCHOBHUX (OPM iCHYBaHHSI PaNiOHYKIimiB Bcepenuui
ob’exkta “Yikpurta’ ta B IITJIPB € Bomui po3unnm coseit ypawny,
Iy TOHiIO, aMepUIlio, KIOPio, CTPOHIio, 1e3io. Boru yTBOopumancsa
BHACJIIOK B3a€MOfil MaJMBOMiCHUX Mac, ()parMeHTiB aKTUBHOI 30-
HU PEaKTOPa, Pi3HUX pPaTiOaKTUBHUX BIIXOMdiB, YTBOPEHUX B IPOLECi
JikBinanili aBapil 3 IpUPOSHOIO Ta TEXHOTEHHOIO BOIOI0. B 06’ekTi
“YKpuTTsa’ BOOHI PO3YMHU € BUCOKOAKTUBHMMU, OCKIJILKU MiCTATDL
izoromu ypamy 2347236:238U  mpyromiio 238-242Puy, amepumiio 24! Am,
Kiopito 242:244Cm, cTponmilo, me3ito Ta iHMUX pagioaKTUBHUX eJeMeH-
tiB. Cepennsa KOHIEHTPAIS 38 YPAHOM X BOTHUX PO3UUHIB 3MiHIO-
erbcs B Mexkax 10+100 mr/a [3-5]. Boga norpamnase B “Ykpurra” de-
pe3 YuCIIeHHI OTBOPH, MIJMHU ¥ MOKPIiBJi Ta CTiHAX, KOHIEHCYIOUYUCH
3 MOBiTps Ha BHYTpPimHIX cTiHax 00’ekTa i B mpomeci 3poIryBaHHS
SAOEPHOTO MUJITY.

MoskHa BUOIIUTU YOTMPU OCHOBHI TUNU B3a€MOMii BOOU 3 Amep-
HuM najausoM. llepmnii — 1e B3aeMomis Bonu i3 pparMeHTaMu aKTUB-
HOI 30HU peakrTopa (ynamku tBeuis, rabierku UO,) B llenrpasnnpuo-
My 3aJi. Heaki qocainKeHHs Ha MPOTHO3YBAHHA ANEPHUX IIPOIECIB y
uint vactusi 06’exra Beaucs HBO “Kamepron” AH Binopyci [13,14].

Hpyru#t Tun — 1ie TPOHUKHEHHA BOIU KPi3h OTBOPHU, WIiJIVHY, TOPU
BCEPEIMHY JIABONOMiOHMX maJuBoMicHUX Mac. Ili macu yTBOpMIMCA
B mpoueci aBapii muisixom BucokoTemmneparypHoro posmiasy (17 ~
2800°C) simepuoro namusa UQ» 3i cnosykamu Gopy, 3 HOIOMIiTOM,
MiCKOM, CBUHIIEM, KOTPi Oy 3acumnani y peakTop, mod 3HU3UTU TEM-
nepaTypy U IPUNUHUTYA aKTUBHI AnepHi nponecu. IloctynoBo octura-
J0UM YTBOPUJIOCL CKJIAHUCTE HEOTHOPIMHE TBepIe CepeNoBUIIE, CXO-
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JKe Ha JIaBY, AKe MICTUTD LiJMEA PAN BUCOKOAKTUBHUX PATIOHYKJIIIIB:
U, Np, Pu, Am, Cm, Cs, Ce, Sr, Sb ta immux [15,16]. B namusomic-
HUX MacaX i parMeHTaXx aKTWBHOI 30HU ypaH, HENTYHI, IJIyTOHI,
aMepuiiil, kopiit nepebysaroTh B okcumHiin popmi UOy (mouarko-
Ba (popma smepHOro maiusa), NpOsz, PuO2, AmO,y, CmOy Ta ix mMo-
mudikaniax, Akl yresopunucs min gac asapii, 3okpema UszOg. Hako-
IMYEeHHs HEeNTyHio Ta rTpaHcypaHoBux Pu, Am, Cm (neperBopenss
B8Y  239Py, 249Py, 241 Pu, 2*2Pu) BinbyBaJsocs mpu HOpMAILHIH pO-
6oTi peakTopa mo aBapii, mimg yac aBapii Ta miciasa Hel B HaJUBOMICHUX
Macax Ta (pparMeHTaxX aKTUBHOI 30HM PEAKTOpA 3a BiIOMUMU smep-
HuMu nponecamu [17-21], Bxmogatoun 3-posman 24 Pu 3 yrBopennam
amepumito 24! Am, mo mae nepion miBposnaxy 14.3 pokis. Boga, mo-
TPANUWBIIX B HIJUHUA I IOPU MAJUBOMICHUX MaC, aKTUBHO PYHHYE iX
IUUISIXOM CKJIQTHUX IIPOILECiB CBEJIHTY.

Tperiit Tun — 1e B3a€MOIiA BOOAU 3 HAJUBOMICHUMU MaCaMU, IO
MIiCTATL ()parMeHTU aKTUBHOI 30HU B HENEpeIIaBiIeHoMy crasi (min-
anaparse npuMimenssa 305/2) [15] wactkoBo, a0 MOBHICTIO 3a1UTi
BOIOIO, PiBE€HDb AKOI MiHAETHLCA B HePiOd BECHA—OCIHD.

UeTrBepTuil TUD — B32aE€MOIisl BOOU 3 SAOEPHUM IUJIOM.

Crocrepesxkenns me 1989 poky [15,17,18,22,23] nokasauu, mwo na-
JIMBOMIiCHI Macu BTpAvYalOTh CBOIO MinHiCTh. OUYEBUIHO, 1€ € PE3YIIhb-
TATOM HE3BOPOTHIX ANePHO-(Pi3uKo-xiMiuHMX npouecis, AKI IpaKTU4-
HO HEMOKJMBO cTabinisyBaru i saki me Oiapme norambuiancs BHA-
CIiMOK aKTMBHOI B3a€MOIil MAJMBOMICHUX Mac i3 BOmoio. Baxkausum
(haKTOPOM 3HAYHOI 3MiHU CTAHY MAJUBOMICHUX MAC € IMOSBA YKOBTUX
Ta JKOBTO-KOPUYHEBUX YTBODEHb Ha YOpHIiil Kepawmimi [19,20,24,25].
Buepuie raki x)oB1i yrBOpenus cuocrepiraaucs y 1990 poui [21,26].
Ix 3pasku 6y10 06CTEKEHO METOTAME PACTPOBOI EJIEKTPOHHOI CIIeK-
TPOCKOIIii, pEHTreHO()A30BUM i PEHTTEHOCIEKTPAJLHUM aHAJIi30M. Y
pe3yanLTaTi BOAJJIOCS BUSICHUTH, MO KOBTi IJIAMU — COJIYACTI KPU-
CTany ypaHOBUX MiHepaunis 3 ocHOBHUMY (azamu [19,24]: UO3-2H,0,
U04-4H20, UO,CO3, NayUO2(CO3)3. Y ci BoHU 00pe PO3UUHAIOTLCS
y BOIi.

Excuepumenranpui gocaimxenus BogHux posuunis (pH=6 + 12)
pamioaKTUBHUX eleMeHTiB B 06’ekTi “YKpurTsa” nokasyoTs [3,5], mo
BUXig ypaHy Ta iHIIUX pPANiOaKTUBHUX €JEMEHTIB 3 MaJIUBOMICHUX
Mac y “Omouni” Bomm 3 miamHOM uyacy 3poctae. HlaaxoMm ckiagHux
¢i3uko-xiMiuHUX IpoUECiB BUILYKYBaHHA Pa30oM 3 ypaHoM (B lOHHIN
dopMmi ypaniny UO§+) 3 MAJIMBOMICHUX MaC Ta (PArMEHTIiB aKTUB-
HOl 30HUM y BOIHI PO3YMHU BUXOMATDL ILIYTOHIM, HENTYHIM, aMEePUIIiil,
KIOpiil B iOHHUX (PopMax NpO%Jr, PuO%*, AmO%*, CmO%Jr. IzoTonu




3 IIpenpunt

238=240pyy 241,242 Ay 242,244 3a6esneuyiors 99% i 96% a-pamioak-

TUBHOCTI Ta BUXOOY HEATPOHIB micja aBapii. Baaemomnis Bunpowmine-
HUX -4aCTUHOK (cepemus eHepris 5+7 MeB) 3 atomamu B, O, Na,
Mg, Al ta Si, KOTpi 3HAXOOATLCA AK B MAJUBOMICHUX MacaxX, Tak i
y BOIHUX PO3UYMHAX, CyIPOBONXKYETLCA PEAKIieio (,n) 1 101aTKOBO
reHepye MOTiK HEATPOHIB.

Y pobotax [27,28] 6yi10 upoBeneHo OuiHKY BUKUAIB peakuiit (a, n)
IJIsT OKPEMUX 3pa3KiB MAJIUBOMICHUX MaC i3 HiTpeakKTOPHUX IPUMi-
mens 305/2 1 304/2. Bonu nokazaium, mo BKJIaA PEAKIiil y MBUIKICTE
renepanii veirrponis nocarae ~50%. IlIBunkicTs remepanii HEUTPOHIB
3a paxyHOK (@,n) peakuiil Ha Jerkux XIMiYHUX eJeMeHTax 3 4acoM
6yne 3pocraru. Ile 36inbmeHHsa 3yMOBJIEHE, HACAMIIEPE, HAKOIINYEH-
am 2 Am (B pesymprati f-posmany 2*'Pu) Ak inTencHBHOTO m3Kepe-
na q-yacTuHOK. HaABHICTL y BOOHMX PO3YMHAX YPaHy, IJIYTOHIIO,
aMepuIrio, KIpiio, 11e3i10, CTPOHIIII0, 8 TAKOXK B3a€MOMisa iX 3 maJiu-
BOMICHAMM MacaMy IPU3BOOUTL OO IHTEHCUBHUX IPOLECIB pamioJi-
3y Ta aBTOPANiOJIi3y MOJEKYJ BOAM BHACJIINOK (-, S-PO3HAmiB Ta -
BUIIPOMiHIOBAHHA.

B mpomneci panionizy y BOZTHMX pO3UMHAX YTBOPIOIOTLCA XiMIiUHO
akTuBHI rinparoBaHi enexktponn, panukaiau H, OH, HO, monexyisip-
i mponyktu Hy, HyOs, mo B 3Hauniilt Mipi BM3HAUAIOTL XapakTep
B3a€MOIil BOMHUX PO3YMHIB 3 Pi3HMMU MaTepiajaMu BcepenuHi 06’ ek-
Ta “Yxpurta’. [IponykTy pamiosnizy BIIMBaIOTL HA OKMCHO-BiTHOBHI
peaxiii, TinpoJi3, KOMIJIEKCOYTBOPEHHA, MOJiMEePU3aNio OJsa i0HIB
UO§+, PuO%ﬂ NpO%*, AmO%Jr, CmO%Jr, MO MiCTATHCA y “Omounux”
Bomax. Ha okuCHO-BimHOBHI peakxiiil Ta KOMIIEKCOYTBOPEHH NUX 10-
HiB BINIMBAIOTL TAKOXK HAasBHI y BOmHUX po3umHax aHionu Cl™, Br—,
NO;, 803, PO}, CO2, karionn Na™, Lit, Ca?t, Mg?t, Fe’*, Zn?+,
APt Cst, Sr?* ta anerunauneronaru C,H,O..

Ak mokazyrwoTh ximiumi amasizu, Bomu 00’ekTa “YKpurTta’® € B
OinbmocTi kapObonaTHuMuy po3unHaMmu. 1Ipo e cBinuaTh TaKOXK MiHe-
pasanai yrBoperss UOyCO3, NayUO2(CO3)3 na nosepxsi nanusoMic-
Hux mac. OrToxk, B 00’ekTi “YKpurra’ MU Ma€MO BHCOKOPaAiOak-
TUBHI BOOHI pO3YMHU ypaHy, MJIYTOHIIO, aMepuliio, Kopio, mnesi,
CTPOHIIIO Ta IHMNX €JE€MEeHTIB, AKi YTBOPUINCL TPOTATOM 8+9 pOKiB
(~3000 M3 — 3a mammvu YAEC 3HaxomuThes B IpuMimeHHAX 06’€K-
Ta [5,3]) BHACHIOOK B3a€MOmil IPUPOAHOI, TEXHOTEHHOI Ta KOHIEHCAT-
HOI BOOW 3 ()parMeHTaMy aKTWUBHOI 30HM, MAJUBOMICHMMU MacaMHU Ta
anepauM nuiaoM. Lleit npomnec tpuBae i 3apas.

CyuacHui nocsiruenHsa panioximii Ha 6a3i TeOpeTUUYHNX Ta €KCIIe-
PUMEHTAJLHUX TOCJIIKEHL IPOIECiB pamionidy [29—32], OKMCHO-BIII-
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HOBHUX Peakuiil, rinpoaisy, kommuekcoyrBopess [33-39] matorn Mo-
XKIuBicTh KiacudikyBaTtu pamioakTuBHI BOmHI po3uwmHm B 00’€KTi.
Taka xmacu@ikaiis Bom € BaXKJIUBOI A iX XiMiuHOl mepepoOxu 3
METOIO BUJIYUYEHHsA YpaHy, IMJIyTOHIIO, aMepulliio, KIopilo Ta iHmNX
pamioakTuBHUX eneMeHTiB. lle moBHiCTIO BimmoBimae XiMiuHii TeXHO-
Jsiorii mepepobku onpominenoro sgepuoro naiausa UQO, smepHux pe-
akrTopis [40,41].

Y 3B’s13Ky 3 uuM Ha npobiemy Bonu B “Y KpurTi” HEOOXimHO 3BED-
HYTU yBary 3 TOYKU 30Dy BUKOPUCTAHHS il [IJIs BUJIYUYEHHS SIEPHO-
ro majgwmBa 3 00’ekra. OCKiNILKM BOOA € ONHUM i3 HAMBAYKIMBIIIMX
(hakKTOpiB PYNUHYBAHHA MAJMBOMICHMX MaC 1 BUXOOYy padiOaKTUBHUX
eJIeMEHTIB y BomoiMu O0O’€KTa, TO KOHTPOJLOBAHO Bimkauyiouwm ii
y CHEeiaJLHO CIHOPYIXKeHI MICTKOCTI, MOXKHa IOCTYIIOBO 3abuparu
ANEpHE TAJMBO, MO 3HAXOMUTLCA Yy NUJIOBOMY CTaHi (3pOIIyBaHHS
ANEPHOrO MUIIY) Ta y CKIONOmiOHOMY cTaHi (BinOyBaernca iHTeHCUB-
He py#HyBaHH#A JaB). Bigkauana panioakTuBHA BOZA MOXKE KOHTDO-
JIIOBATUCSA y CIEHiaJbHUX MICTKOCTAX 1 TOTYBATUCA OO MOCTYIOBOI
nepepobku Ha pamioxiMxkomOinari, sxuili HeOOXimgHO moOymyBaTu y
30HiI Bimuyxenus. OgHAK, OCTaHHA MPOOIEMa 3aJEKUTHL TIJILKU Bif
IOJITUYHOTO PIlIeHHA TPOBIMHUX KPaiH CBiTY, AKi BOJOMIIOTL Amep-
HUMU TEXHOJIOTisIMU.

HaykoBusam 3aaumaeThCs IPOIOBKYBATH TOCIIIKEHHA YHIKAIID-
HUX AOEPHO Ta €KOJIOrivuHO HeDe3lmeYyHUX CHUCTEM, 30KPeMa, BUCOKO-
PamioOaKTUBHUX BOTHUX PO34YMHIB B 00’€KTi “YKpurTsa’, K 3 METOIO
IPOTHO3YBAaHHA MOXKJIVWBUX ANEPHO-(I3MKO-XiMiUHMX mOpoleciB mis
cy4acHOro zabesneuenHs Oesmexku 00’eKkTa, TaK 1 IJd BUJIYUEHHS i3
HLOI'O SIEPHOIO [AJIMBA Y MaibyTHLOMY.

HMocuaimkeHHsa BUCOKOPATiOAKTUBHUX BONHMX PO3YMUHIB 00’€KTa
“YKpuTTa’ € HAO3BUYANHO AKTYAJILHUMU SIK 3 TOYKU 30PY €KOJIOriu-
HOi Oe3mekwu, Tak i AMEPHOI, OCKiJbKM B O0O’€KTi iCHYIOTL HANOiAbLII
sAinepHo HeDEe3NneuHi YaCTUHU CUCTEMU, IO B3aEMOMIIOTL MixkK CODOO:
(bparMeHT AKTUBHOI 30HU peakTopa, MaJUBOMICHI Macu Ta BOIHIL
PO3YMHM 3 TBEPOMMU OcCanaMu ypany i miayrtoHilo. Tomy BuBYeHHs
CTPYKTYPHUX [IEPETBOPEHD, I'IPOJIi3y, KOMILJIEKCOYTBOPEHD, HOIiMe-
pusarmii, mpormeciB pamionizy, aBTOpamiosnizy, OKUCHO-BIiTHOBHUX pe-
aKIifl 3 y4acTIO 10HIB UO§+, PuO§+, Am03+, cm0§+, ix mudysii,
a TAKOXK BUIPOMIHIOBAHHS, MOTJIMHAHHA TA PO3CIAHHA HENTPOHIB 3
BPaXyBaHHAM SIIEPHUX -, (3- Ta Y-NEPETBOPEHL IJI TPAHCYPAHO-
BUX €JIEMEHTIB y BONHMX PO34YMHAX CTAHOBUTL KOMILIEKC mpobieMm
(i3UKO-XiMIiUYHOrO MOTEIOBAHHS IMPOIECIB HA OCHOBI CyYaCHUX MO-
CSITHEHDL CTATUCTUYHOI Teopii BOOHUX PO3UMHIB i pamioximii.
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Ocobuause Micue y nux npobiaeMax 3aiiMae BOAEHD, AKUN € OIHUM
i3 OCHOBHUX PYUHIBHUKIB MaJMBOMICHMX MacC, (PParMeHTiB aKTHBHOI
30HU, KOHCTPYKIINHUX MaTepiajiB, a TAKOXK OTHUM 3 IapaMeTPiB BU-
HUKHEHHSI KDUTUYHUX YMOB JIOKQJbHUX JIAHIIONOBUX SNEPHUX PEaK-
il MOJiIy 32 yYacTIO 235U, 239Pu, 241py. Y BCix BUDAmKax KPUTUYIHA
Maca BUHMKHEHHS fepHuX peakuiil momimy 2%°U y BomHMX po3um-
Hax Oyme 3aJieKaTy Bil BiOHOINEHHSA KOHIEHTPAIill ATOMIiB BOIHIO I
atomis ypany 2%°U (mus. Tabaumo 1): [Ipruomy, KpuTUdHAa Maca, A

Taba. 1.
CH/CU PU(xp)> KF/‘H
5 10
10 18
100 0,25
1000 0,026

239Py y BOIHMX PO3YMHAX BHHUKAE IIPU 3HAYHO MEHIIMX CIiBBiTHO-
IIEHHAX Cf/Cpy, HIXK cp1/cy, IPO WO CBITUMTHL PUCYHOK 1.

A m, kg
1.4 | 235U
10 | 239py
0.4 \ \ \ »
_235
0 500 1000 1500 CH/CA s Af23 U,

°Pu

Puc. 1.
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Hanzsru4yafiHO akTyaaLHUM L€ IATAHHSA [IOCTAE B CUCTEMAX “dpar-
MEHTM aKTWBHOI 30HM — MAJUBOMICHI Macu — BUCOKOPAITiOaKTUBHI
BOnHI po3uwmHu”, ne suepuo-uedbesneunnmu marepianavmu € UO2, UO,
+U03, (ZYU)Og, (ZrU)SiO4, UOQCOg, U03'2H20, Na4(U02)-(003)3,
PuO,, UO4-4H50 3 Benukom KidgbKicTiO crnoBigbHIOBaUiB THmy Si0O,,
Alz(SlOg)(OH)4, N33P04, A12(8i4010)'(OH)2, (C5H8)n, CaMg(C()g)z,
C.H,0;, CaCO3, K0, CaO, MgO, Fe;O3, Zn0O, H,0, C Ta Binbu-
BauiB HEUTPOHIB, IKUMU € €JEeMEHTU KOHCTPYKIIiil, OETOHHI @I Me-
TadiuHi cTinu npuMimens, TpyOonposonu 06’ekTa. [Ipu nubomy HEOO-
XiTHO BPaXOBYBATU TAKOXK BEJIMKY KiJLKICTL MOIVIMHAYIB HEHTPOHIB,
30KpeMa, ramgoJiiHiil ta iHmi marepiasau. Aromapuwuii BoneHn, H, io-
uu Bomao HT (H3OV1) y Takux cucremMax yTBOPIOIOTLCA BHACJIMOK
IIPOIIECiB pamioizy, aBTOPanioaily, rinpoiildy, KOMIIJIeKCOYTBOPEHD,
nosimepusanii iomis UO3T, PuO3", AmO3", CmO3+.

IITo6 cTBOpPUTH (HizUKO-XiMiuHY MOOENL IIUX MPOLECiB Ha OCHOBL
CTATUCTUYHOI TeOPil B3aeMOII0UNX YaCTUHOK Y HACTYIIHOMY PO3IiJi
MU PO3IVIAHEMO OCHOBHI peakiili pamiosisy, rigpoJidy Ta KOMIJIEKCO-
yTBOPEHDL BUCOKODPAII0AKTUBHUX JIYXKHUX BOXHUX PO3UMHIB (y AKUX
pH=9+13), B ocHOBHOMY MOB’s13aHuX 3 iomamu UO3T, PuO3™, AmO3™.

2. IIpomecwu pamioJsisy, rimpoJsidy Ta KOMHIJIEKCO-
YTBOPEHD Y JIYKHUX BUCOKOPATiOAKTUBHUX
BOTHUX PO3UYMHAX

IIpsami ekcnepuMeHTU 3 TOCJIMXKEHHA NIPOIECiB pamiori3y Ta aBTOpa-
OioJi3y JIYKHUX BUCOKOPATIOAKTUBHUX BOJTHUX PO3UMHIB i3 BMicTOM
i30TOIiB ypaHy, IJIYTOHIIO, AMEPUILiI0, KIOPilo, 1I€3i10, CTPOHIIIIO HpHU
B3a€MO[Iil 3 IaJUBOMiCHUMM MacaMu i parMeHTaMu aKTUBHOI 30HU
o0’exkTa “YKpurta’ He mpoBomuancsa. ToMy IJf aHATI3y MOMKJIMBUX
BUXO[iB IPOOYKTIB pamionizy Ta XiIMIiUHUX peakxIiil y JIYKHUX BUCO-
KOPAaTiOaKTUBHUX BOMHUX PO3UYMHAX MU BUKOPUCTAEMO PE3YyIbLTATHU
IJIsI BOOIHMAX PO3YMHIB 3 BMiCTOM UO§+, PuO%"", Np03+, AmO%"", AK1
mocaimxkyBaaucsa B gaboparoprux [29-31,33] i peakropuux [32] ymo-
BaX Ta [IPU TEXHOJOriuHiil nepepobui simepuoro naausa [40-42].
Bonui posuunnu 3 smicrom izoromis U, Pu, Am, Cm, Cs, Sr 3a3ua-
IOTL aBTOPAMiONi3y BHACJITOK BJIACHOTO OINPOMIHEHHS Ta PaIioJi-
3y 3a pPaXyHOK B3a€MOIil 3 HAJUBOMICHUMM MacaMu i (pparMmeHTa-
MM aKTWBHOI 30HM 3pYHHOBAHOro peakTopa. Pamionisz BinbOyBaern-
¢Sl BHACHIMOK -, 3-, y-BunpoMinioBanud. a-ioam He?T 3 emeprismum
5+7 MeB, ax i mpororu um mpomyktu mominy smep 2°°U, 23°Pu, e
CUJILHO iOHI3aUiHMMY YaCTUHKAMU HA BinMiny Bin (- 1 y-Bunpominio-
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BanHA. [Ipu npoxomxenni a-ioHIB y BOOIHMX pO3uMHaX BinOyBaeTLCs
ionizamis i 30ymKeHHA MOJIEKYJI BOIY Ta ATOMIB PO3UYMHEHNX PEYOBUH
BHACJITOK HENPYKHOIO PO3CISHHS HA 3B’fA3aHUX €JIeKTpPOHAX. llpum
UbOMY BHOMBAIOTLCS MOBIJLHI €JIEKTPOHU, SKi HE MOXKYTH iOHI3yBa-
Ty po3unH. OOHAK, BHACJIIIOK TOrO, MO BOHU PYXaIOTHCA IPAKTUYHO
pPa3oM 3 -4aCTUHKAMU, BOHU OTPUMYIOTH NPUCKOPEHH:S U eHepriio,
HeoOXximHy muis iomizamii.

IIpu 1060BOMY K 3iTKHEHHI (-YATUHOK 3 €JIEKTPOHAMU, OCTAHHI
OTPUMYIOTL eHepriio ~3 xeB. B pesynnraTti BuHMKa€ IOTiK BUCOKOe-
HEPreTUYHUX €JIEKTPOHIB, MO PYXaIOTHCSA B HANPSAMI PYXY Q-YaTUHOK
i copuumaaiors 1o 80% ionizanii npu a-pamionizi. Bracainok Takoi
iomizamii yrBOpIoIOTLCA OJM3LKO po3Mimeni omHa Bim omHOI mmopwu,
AIKi 3aMBaIOTLCSA y Tpek moBxkuHOiO ~100 M. Bin asise cobomo my-
XK€ T'yCTy €JIeKTPOH-I0H-MOJIEKYJIAPHY MIa3My 31 3HAUHOK KOHIIEH-
Tpamieo ~ 107 Moub/IM? enekTpoH-ioHHNX map er,,,, , HoOT. Kon-
LEeHTPAIia TPEeKiB y BOOHOMY PO3YMHI 3aJI€KUTH Bil iHTEHCUBHOCTI
Q-BUNPOMIHIOBAHHSA. Y MOCIINXKYBAHUX BOTHMX DO3YMHAX TA MIAJIU-
BOMICHMX MacCaX IHTEHCHUBHUMU [IXKePeJaMU 3raJaHuX Q-4aCTUHOK
(5+7 MeB, JIIE=130+175 keB/mMxM) € izotomu mayTomio 238Pu,
239py, 240Py, amepunito 24! Am, 243Am Ta xiopiio ?42Cm, ?**Cm. Pe-
AJbHO -, B~ 1 y-pamioia TakKUX BOTHMUX PO3YMHIB HE MOCIIIXKYBABCS
B 00’eKkTi “YKpurrs”.

Tpeba 3ayBazkuTy, MO OJd AKICHONO AHAJI3y OCHOBHUM EKCIIEe-
PUMEHTAJLHUM MaTepPiajioM 3 q-pPamioidy pi3HUX BOJHUX PO3UMHIB
[31] € panioni3, mo copuunHeHnit a-yactuakamu (5.3 MeB) nososio
20pg. Tomy mamasi GymeMo BBasKaTH, MO OCHOBHUM UMHHUKOM pa-
mioJ1i3y BOOHUX PO3YUHIB YyPAHOBUX Ta TPAHCYPAHOBUX €JEMEHTIB €
Q-4aCTVHKY 1 3HaUYEHHA NEPBUHHNX BUXOIIB HIPOAYKTIB paaiosisy mjs
AKICHUX PO3paxyHKiB OymeMo OUiHIOBATHU 3a Pamioai3oM q-4yaCTUHKA-
mu 210Po.

OTke, MU PO3TJITHEMO MPOIECU PAMI0Ii3y JYKHUX BOTHUX PO3-
4uHIB i3 BMmicTOM iOHIB UO§+, PuOg"', AmOg"'. B pesysbraTi cuin-
HOI1 ioHizamnii Ta 30yMKEHHA Q-YACTUHKAMU MOJIEKYJI BOIU IPOTACOM
1071 +10~ ¢ y posunsni Bunnkators ionn HyOt, enextponn e, 36y-
mkeni Ta Han3Oymxeni monexyau sogu Ha O*, HoO** | ra ionu (HoO1)*
me snauku * Ta ** noszavaiors 30ymKeHy 1 HaN30YIKEHY MOJIEKYJIU.
Hasi npoxousaTh: po3nan 30yIKEHNX MOJIEKYJT

H,0* — H+ OH, (2.1)
H,O0** — H+ OH,
H, 0™ — H,O" +e,
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Ta 10H-10HHI, IOHHO-MOJIEKYJIAPHI peakKIlii 3 yTBOPEHHAM PAIUKAJLHUX
IIPOAYKTIB pamionizy:

H,0" +e~ — H,0" (2.4)
H,0* — H,+O, (2.5)

em 2P Cag> (2.6)

H,0* + H,0 — H;0" + OH, (2.7)
H;0" +e,, — H,O+H, (2.8)
€+ H20 — H+OH™. (2.9)

IlepBurHMMY npogyKTamMu Pamionilzy MOJIEKYJ BOOU € €JIeKTPO-
HU €, rizpaToBaHi enexTpoHu e,,, pamukanu OH, aromu sommio H
i kucuo O Ta MousekyApHUit BomeHb Hs. Y Tpekax JyKHUX PO3-
uypniB mounHatoun 3 10713 = 1072 ¢ mpoxomATh paguKafbHI Ta ioH-
MOJIEKYJISIDHI peakiii 3 yrsopenuaM panukaJiia HO,, mepekucy BomHIO
H,05 Ta monekynsproro somuo Hs:

epy +em 3% Hy+20H, (2.10)
eq +OH — OH, (2.11)
OH+OH — H,0,, (2.12)
OH+OH  — O +H,0, (2.13)
H,+O0H — H+HO0, (2.14)
O +ey, = 20H. (2.15)

Y nyxHOMY cepemoBumi MoJiekynu nepexucy Bomuio HoOs BCcTyma-
I0TL B PEaKIii 3 rilpaTOBaHMMU eNEeKTPOHAMU €., pamukansamu OH,
aromamu BogHiIO H Ta muconiioiors:

H+H,0, — OH+H0, (2.16)
e +H202 — OH+ OH™, (2.17)
H,0, +OH — HO, + H,O, (2.18)

H»0, S HY +HO;. (2.19)

Iorn HO, B3aemomiroTh 3 MojekysnaaMu Bomu Ta ioHamu kucHio O,
YTBOPIOIOYM MOJIEKYJIU IepeKucy BomHio Ta ionn OH™, O5:

O~ +HO; — OH +0;, (2.21)
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a iomm O B3aemopioum 3 iomamu Boxuo HT, yTBOpIOIOTL pammkadr
HO..
H' +0; — HO.. (2.22)

Benuka KiILKICTH €KCIHEPUMEHTANbLHUAX HOCHimKeHb [29-32,39,41]
Q-panioJizy BOOHUX PO3UYMHIB TPAHCYPAHOBUX €JIEMEHTIB y NPUCYT-
HOCTi Pi3HMX KMUCJIOT Ta JyriB mokasaJuu, mo Buxin mpomxykrtis OH,
€, H 3HAUHO HuKuwmit, HixK npu 7y-pamiomnizi. OueBumHO, BHACTIIOK
BUCOKOI KOHIIEHTPAIl pAIUKAJIB y TPEKaX IpU q-Pamiorisi Mixk HuMUT
BinOyBaIOTLCS MBUNKI peakii 3 yTBOPEHHIM MOJIEKYJIAPHUX MPOMYK-
1iB HyO2, Hs i pagukanis HO-, siki mocTtynaioTs i3 TpekiB B 00’em
po3umHy. ToMy cnocTepexKyBaHUI BUXII MOJIEKYJ IEPEKUCY BOMHIO
H, 04, Boguio Hy npu a-paniosnizi Bumwmit, Hizk npu y-pamioisi.

IIpucyTHi y BOTHUX pO3UMHAX i0HU UO%*, PuO%Jr, AmO%Jr, CmO%+
Oy¥Ke BIIMBAIOTL HA BUXiO IpOAyKTiB pamionidy. HacaMmnepen, 3aBms-
KU PEaKuiaM BimHOBJeHHA mectuBajgedTHUX ypany U(VI), miyTonio
Pu(VI), amepuniro Am(VI) no n’arusanenraux U(V), Pu(V), Am(V)

3MEHNTYETLCA YaC KUTTA MIPATOBAHUX €JIEKTPOHIB:

UOst +e;, — UOTF, (2.23)
PuO3t +ey, — PuOj, (2.24)
AmO%Jr—{—e;q —  AmO7, (2.25)

Ie B ioHAX UO;, PuO;, AmO;' ypaH, IJIYTOHI Ta aMepulii € m's-
tusanentanMu. Atomu Boguio H, mepexuc somuo Ho Oy Ta panukamm
HO, Takox 6epyrn yuacTs B peakuisx BimHosienus [31,35,39,41]:

UOs"+H — UOS +HT, (2.26)
PuO3t*+H — PuOf +H', (2.27)
AmO3t"+H — AmOj +HT, (2.28)
PuO2t + H,0, — PuOf + H' + HOs, (2.29)
AmO3" + H,0, — AmOJ +H' + HO,, (2.30)
PuO2t + HO; — PuOf + H' + 0y, (2.31)
AmO3t +HO, — AmOF +H' + 0, (2.32)

3 yTBOpeHHAM iomis Bommio H', rinponepexucamx pammxamais HOy ta
MOJEKYIAPHOro KUCHIO Oo. Y JIyXKHUX PO3YMHAX HEPEKUC BOTHIO B
peaxii 3 I0HAMM yPaHIJIY YTBOPIOE MEPOKCUI YPAHY:

UO3" + Hy05 + 20H™ — U0, + 2H, 0. (2.33)
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He € mxepenom ypaumoBux minepanis UO4-H,O, mo cnocrepirarorn-
ca Ha masuBoMicHUX Macax [24] B o6’ekti “Ykpurra’. Iomn UOj,
PuO7, AmOJ 3i crynenem okucnenns (V) eremenTis 6epyTh y9acTh
V BiTHOBJIIOBAJILHUX PEAKIIIAX MiK CODOI0 Ta 3 IPOAYKTAMU PATi0OIi3y
[31,35,39,41], 3okpema, yreopenuit U(V) e BinroBHukoM mius Pu(VI),
Pu(V), Pu(IV):

PuO3* + U0y — PuOjf +UO3T, (2.34)
PuOf +UOF +2H,0 — Pu*t +UO3" +40H", (2.35)
Pult + U0 — Pu®t 4+ U0 (2.36)

Kpium uporo, ioru PuO3, AmO7 MoxyTn sk BimHoBmoBaTucs mo Putt,
Am**t nponykramu pamionisy 3a peakmismu:

PuOf +e;, +2H,0 — Pu'f +40H, (2.37)
PuOf + H+H,0 — Pu*t +30H", (2.38)

AmOF +e;, +2H,0 — Am*t +40H™, (2.39)
AmOJ +2H — Am** 4 20H, (2.40)

3AmO7 +2H,0 — 2AmO3"T + Am®T +40H, (2.41)
Tak i okucmosarucy pagukasamu OH no PuO3t, AmO3*:

PuOf + OH — PuO3" +OH™, (2.42)
AmOf +OH — AmO3" +OH". (2.43)

Y aywxuaux poszumnax npu HagsHocTi NaOH mayronint Pu(VI) moxe
okucnosarucsa 10 Pu(VII) za peakuiero 3 O:

PuO3" + 0~ — PuO3t + 0?". (2.44)

TpuBaJCHTHI, YOTUPUBAJIEHTHI IIyTOHIN Ta aMmepumniii Put, Am3t,
Pu't, Am*", axi yreoproooThes 3a peaxmiavu (2.38)-(2.44), B Ty KHMIX
pPO3UMHAX TiIpPOMI3YIOTLCA:

Pu*" + H,O — Pu(OH)*T +HT, (2.45)
Pu't + H,O — Pu(OH)*T +HT, (2.46)
Am*t + H,0 — Am(OH)*" +H', (2.47)
Am*t + H,0 — Am(OH)** +H*. (2.48)
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IIpouec rigponizy npomoOBKYETLCS 3 yTBOPEHHAM 10HIB Pu(OH)£14_n)+,
Arn(OH)I(fl*n)+ i mpu Benukux s3HauvenHsax pH>7 BinOysaeTnca ocan
rinpooxucis Pu(OH)s, Pu(OH)4, Am(OH)3, Am(OH),.

IIpu Buxomi ioHiB UO;‘, PuO;', AmO;' i3 mastmBOMiCHUX Mac i hpar-
MEHTIB aKTUBHOI 30HU y BOIHI po3umHuU BinOyBaeThCs ix rinpouis [4],
SIKIIO BOHU HE BCTYHWJMU B Peaklil 3 HPOIYKTAMHU Pamiolidy Ta B
oKuCcHO-BinHOBHI peaxmii (2.25)-(2.47). Tinpoxis ionis ypamimy UO3T
npoxomuth Bxke npu pH>1.5. Ilpu pH>4 BinOyBaeTbCst BUnagaHus B
0CaJ HEPO3UMHHUX IPOAYKTIB rimpoaidy. llouaTkosi cranii rimposizy
iOHIB ypaHiIy IPOXOOATL 3 YTBOPEHHAM MOHOMEDY:

UOZ" + HyO S UO,(OH)T + HT (2.49)
i muvepy UO3UO3T (U,02):
UO2" + Hy0 S U021 4 2HT. (2.50)

IIpn Benuxkux 3mauenuax pH, mo € xapakTepHrMU O/si BODHUX PO3-
ymHiB 00’ekTa “YKpUTTA’, MPOIEC TiAPOi3y NPOXOIUTEH IMIBUIKO. Y
MEePIIOMY BUMAJAKY — 3 YTBOPEHHSIM OCAIy TiIPOOKUCY YPaHiIy, TOO-
TO UOZ(OH)Z

UO5(OH)" 4+ H,0 — UO5(OH), + HT, (2.51)

y OPYTOMY — 3 YTBOPEHHAM CKJAIHUX HMOJIMEPHUX CTPYKTYD.

U027 +UO03T+H,0 S UzO03T+2HT,

U30:T+H,0 S UzOgOHT+HT,
UsOgOHT+H,0 = UsOg(OH)o+HT, (2.52)
Us05(OH)2+H,0 = UzOg(OH); +HY,
U305(0OH); +H,0 S UzOg(OH); ™ +HT
U305(0OH);™+H,0 S U30g(OH)Z™+HT,

i CKIATHUX BUCOKO3apAIHUX AHIOHIB 3 BumijeHHAM ioHIB Bommio HT.
Iy Tonin PuO%Jr AK 1 UO%Jr aKTUBHO IiOpOMi3yeThCa y BOOHUX PO3-
YUHAX 32 PEAKINAMU:

PuO3"+H,0 S  PuOy(OH)t+HT,
PuO5(OH)*+H,0 & PuOy(OH),+HT,
PuO,(OH)*+Pu0,(0OH); < (PuO,)2(OH)T, (2.53)
PuO,(OH);+H,O0 < PuO,(OH); +HT,

PuO2(OH)2+PuO,(0OH); S (PuO2)2(OH); .
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Ile Beme mpu Benukux 3HauveHHsx pH mo yTBOpeHHs KOMOITHMX KOM-
IIJIEKCIB Ta HOJIMEPHUX CTPYKTYP.

IIpomecu yTBOpeHHs moiypaHaTiB i ypaHaTiB y JAy:KHUX KapOO-
HATHUX PO3YMHAX B3AEMOIIOB’s13aHi 3 YTBOPEHHAM IiIpOJIi30BaHUX IIO-
JiMepHUX (POpM ypaHLIy:

0
I
— U — OH
I 5
0 0
: I
HO — U — OH (2.54)
| '
0 0
5 I
HO — U —
I
0
i
0 0 0
I I I
—~ U — 0 — U — 0 — U — (2.55)
I I I
0 0 0

IIpu 3mauvennsx pH=10+13 B 3amexuHocTti Bim coiBBigHOIEHHS
Na:U y BOZHIX PO3UMHAX MOXKYTh Y TBOPIOBATUCH HOJiypaHaTu [37,39]
N32U207, NaQUQOg, Na6U17024, NaQU(;Olg. HeO6XiJ1HO BiJ13HaQPITM
MOKJIMBICTB iCHYBaHHA HATYPaHATOBUX CIONyK Tuiry MsU2Og-nHo20,
M2U4O5 -anO, MQUOG'TLHZO, M6U2013'13H20, M8U4022'3H20, M=
Li, Na, K, Rb, Cs. IIpu pH=6-+11 y po3unHax MOKJIUBI yTBOPEHHS
mirytonaTiB NagPusOg-4H20, KoPus0g-4H2 O B 3amexuoCTi Bim cmiB-
Bimmomenus Na:Pu, K:Pu.

HasBHicTh y BODHUX pO3YMHAX aHIOHIB Cog_, SOZ_, NO3, POi_
ra anermiaaneronaris C,H,O, Moxke cuprunaaTr yTBOpEHH: 3 ioHa-
MU ypaHiIy UO%+ Ta ILIy TOHLITY PuO%+ fIK HEerinpoJii3OBaHUX, TaK

i rinposizosanux xommekcis amionis i xarionis Tumy UO2(CO3)3

U02(CO3)5~, U02(SO4)5~, Us05(SO4)5~, UO2NOF, UO.H,PO],
UOQHQCQOZ—‘F, PuOQNO;', PllOQ(COg)g_ i HEHTpaJLHUX CIOJYK
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UOch3, Na4U02(003)3, UOQ(H2P04)2, UOQ(NOg)Q, (U02)3(P04)2,
U02504, PuO3(NO3)2, siki npu nesaux pH Ta Binnmosimaux xoHueH-
Tpamisgx MOXKYTh yTBOPIOBATU ypaHOBi Ta miuyToHiesBi ocamu. Cepen
XapakTepHuX ocamiB Tpeba BimsnaumTty kapOoHaTH, HiTpaTH, hOocha-
Tu ypasimy Ta mayrtosimny [37,39], sxi 3afiMaioTh BaKJMBE Micue B
TexHOJIOril mepepobKy BimmpannLoBaHOIO ANEPHOTO MAJUBA ATOMHUX
peaxropis [40,41].

TakuM YMHOM MU IPOBEIU aHAJII3 IPOIECIB PAmioi3y Ta rigpomi-
3y, OKVMCHO-BITHOBHUX pEaKIifl, yTBOPEHHA KOMIJIEKCIB i OCaIiB JIyXK-
HUX PO3YNHIB iOHIB ypaHiTy UO§+, LTy TOHLTY PuOg"' Ta AMEPUIUHITY
AmO3" 3 maspuicTio anionis C1-, Br—, NO3, SO;~, PO}~ ra xationis
Nat, Lit, Ca?t, Mg?t, Fe3t, Zn2*, AI3*, Cst, Sr2t .

Bci peakii pamiosnisy, rinpoaizy, BUiyKyBaHHA Ta OKUCHO-BITHO-
BHI peakii, AKi MU PO3rIANAIN, € B OCHOBHOMY OIMOJIEKYJIISPHUMU:

A+B - C+D. (2.56)

UYepes me 3MiHy B Yaci T'yCTUHM KOXKHOI KOMIIOHEHTHM PO3YMHY BHA-
crinox mu¢ysii Ta XIMIYHMX peaxIiiii MOXKHA ONMCATU B TUdy3ifHOMY
Habmuxkendi (y Bunagky opmiel peakuil) TakuMu PIBHAHHAMU:

%nA = DaAV?np — Kagnans + Sa, (2.57)
%ng = DgV?ng — Kanang + Sg, (2.58)
%nc = DcVinc + Kapnang, (2.59)
%nD = DpV?np + Kapnans, (2.60)
e BimnmoBimHO Dx i Kxy — koediunieHTn mudysii KOMIOHEHT i KOH-

CTAaHTU MIBUIKOCTEN PEAKIIH Mi?K KOMIIOHEHTAMM y po3unHi. I'ycTurn
KOKHOI KOMIIOHEHTHU 3aJI€KeTh Bil KoopauHatu i yacy nx = nx(7;t).
Sa, Sp — mxepena vactuHok A i By peaxuii (2.56).

ns po3p’sisky cucremu piBHsHB (2.57)—(2.60) BimHOCHO NX(7;1)
TUMU UM IHIIUMYU METOTAMMU HEOOXIMHO MaTW 3HAYEHHS KOe(ilieHTiB
oudy3ii Dx 1 KOHCTAHT MBUAKOCTEHN peakiliil Axy B 3aJI€KHOCTI Bif
TEPMOOMHAMIYHUX IapaMeTpiB — ryctunHu, Temmeparypu i pH pos-
unny. Konu icHye cragionapHuil cras pas cucremu piBHsAHL (2.57)—
(2.60), To 11 MOKHa JiHEAPU3YBATH 34 BIIXUJIEHHAMU HEPIBHOBAKHUX
ryctuH nx (7, t) KOKHOI KOMIIOHEHTY BIIHOCHO iX CTAlllOHADHUX 3HA-
ueHb ng (Koam %nx =0, DxV?nx = 0). Tomi, Bimmosingao 10 Timponu-
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HaMiunOl Teopil duykTyamiit [59], puaykryamnil rycTus BitHOCHO crami-
OHADHUX 3HAYEHDL 3aNOBIILHAIOTL TakKi piBHAHHA (0nx = nx — ng):

%61@ = DaAV?6na — Kapniong — Kapngona + fa, (2.61)
%(MB = DpV?0ng — Kapniong — Kapniona + fs, (2.62)
%6710 = DcV?6nc + Kapnidng + Kapniona + fc, (2.63)
%671]3 = DpV?énp + Kapniéng + Kapniona + fp, (2.64)

ne fx(7;t) — BUMAOKOBi CuJM, WO 3a00BINLHAIOTL YMOBU

(fx(@t) = 0, (2.65)
(IxFEO ) = xy(F8)o(F —7)d(t —t), (2.66)

ne ¢yHKUil yxy (7;t) OynyTs BusHaueHi misHime.
3 cucremorw (2.61)—(2.64) spyunime npaurosatu y ¢pyp’e-npencra-

BienHi. Bukonasmu nepersopenus Pyp’e miisa npoCcTOPOBUX KOOPIU-
HAT

onx(Frt) = (2m)~ / A7 e 7Sy (7% 1), (2.67)

OIepIKUMO Hallly CUCTeMYy B MaTPUYHIN (opmi:

a5ﬁ(1€; t) = H(k)on(k;t) + f(k;t), (2.68)

ne 67 (k; t) — Bextop-cToBmuMk Besmuns dn (k;t), ong(k;t), onc(k;t),
onp(k;t), a H(k) — penaxcamniiiHa MaTpPUA 3 TAKUMU €JIEMEHTAMU:

—DAk2 — KABH% —KABHSA 0 0
I‘NI(E) _ —KABR% —DB]{JZ - KABnSA 0 ) 0
KABn}% KAan\ —Dckz 0

KABH}% KAB”Z 0 —DDk‘2

(2.69)
BinnosinHo mo cTpykTypu MaTpuUii ﬁ(E) (2.69) Ta ymoB HaA QIYKTY-

—

auiiai cunm (2.65), (2.66) B craniomapHoMy Brunanky ¢yHkuii yxy (k)
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MaXTDL BUIJIAD:

yan(F) = Kapning + 2Danik?,

veB (k) = Kaning + 2Dpni k>, (2.70)
VAB(E) = 'YBA(E) = KABning,

Yoo (k) = 2Dené k2,

oo (k) = 2Dpnf, k*

Bunno, mo BOHU BUpPaAXKAIOTLCA Uepe3 KoedinieHTr mudy3ii, KOHCTaH-
™M mWBUAKOCTI peaknii Kxy Ta CTaniOHApHI 3HAYEHHA I'yCTHH Ny

Marpuus 4(k), enemerramu Akoi e (2.70), nmos’sa3ana 3 penakcaiii-
Howo Marpuueo H (k) ¢paykTyauifiHO-IMCUNIATABHOIO TEOPEMOIO:

H(E)e(k) + 6(R)H™ (k) = —~(F), (2.71)

ne H' (k) — marpuns, mo e rpancnonosana 10 H(k), a 6(k) — ma-
TPUIA CTAIiOHAPHUX KOPEIAMHNX (YHKIiH “rycTmHAa-rycTuHa”. Ii
eJIeMEeHTH TaKi:

(6nx (K)ony (K')** = oxy (K)6(k + K')(2m) 3. (2.72)

PiBusinus (2.71) nyxe BaxKausi, OCKIILKY OB A3yI0TL CTPYKTYPHI
$yHKHii posnominy uacTuHOK (pearentis) oxy (k) i xoedimientu u-
¢y3ii Ta KOHCTaHTU MBUIKOCTEHN peakniil Kap pesnaxcaunilHol MaTpu-
ui H(K) (2.71).

Konu cramionapHuit cTaH po3risamaTd K PIBHOBAXKHUN, TO (QYyH-
Kmii axy(E) MO’KHA HAOJIMIKEHO PO3paxyBaTW METOIAMMU DiBHOBAaXK-
HOI CTATUCTUYHOI MEXAaHIKM MJISA PI3HMX pearyoumx posumHiB. Tomi
piBuAHHA (2.71) DalOTL MOMKIMBICTL BU3HAUNTH KOHCTAHTU PEAKIii
Kap uepe3 cTpykTypHiI (yHKHII po3mominy Ta kKoedimieHTm nudysii
pearentiB Dj, Dg. ocninxenHsa x koedinieHTiB nudysii, B3aeMHOI
oudysii Ta TenIonpoBinHOCTI i0HIB , 30KpeMa, mJis UO%"', PuOg"', CsT,
AmO%"", Sr2* ra immumx aTOMIB i MOJIEKYJ y BOTHMX PO3UMHAX € 3a-
Javyero CaMOCTIMHOIO, HEOOXINHOIO miIsA aHAJI3y MOXKJIMBMX XiMiUHUX
peaxiiil y BOOIHUX PO3YMHAX PANiOAKTUBHUX €JIEMEHTIB.

3. HocxuigkeHHsa KoedinieHTiB B3aeMHOI audy3ii, Tep-

monudysii Ta B’askocti mus iomis UO3", PuO3" i
aTOMAapHOro BOOHIO Yy BOOTHUX PO3UYMHAX

BaxnmBuMm eTamoM TOCTIIXKEHDL AOePHUX (Pi3UKO-XIMIUHUX TIpPOIECiB
Py B3a€MOMil MaJUBOMICHUX MAaC i3 BOOTHUMU PO3UMHAMU PATiOaAK-
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TUBHUX €JIEMEHTIB € BUBUEHHA IponeciB mnudysii, repmomupysii Ta
8’s3kocrti iomis UOZT, PuO3™, Sr?*, Cs*t B obox mincucremax. Ha-
caMmIepen, po3paxyHOK KoedinieHTiB nudy3ii nisa ioHiB, paguKaJiB Ta
MOJIEKYJI y BOOHUX DPO3YMHAX € HEOOXimHWl IJs BUBUEHHS KiHETU-
KU XiMiuHEX peaxniit pamiomizy (2.1)—(2.22), rinpomisy (2.45)—(2.51),
OKHCHO-BITHOBHUX peakuiit (2.23)—(2.44), KoMIIeKCOy TBOPEHS 1 moJi-
Mepu3anii Ta yrBopenHs ocanis (2.52)—(2.55). Kouuenrpauniiiny 3a-
JICJKHICTL B3aeMHOI nudy3ii ioHiB ypanimy UO§+, ILTYy TOHLTY PuO%+
Ta BOOHIO H BaXJIMBO OOCIIMXKyBaTU y 3B’A3KYy 3 MapaMeTpaMy KpU-
TUYHOCTI Cq/Cy,py (PUCYHOK 1). 3 iHmMOro GOKY, BUBUEHHS Ta PO3pa-
XYyHOK KoedinieHTiB nudysii Ta B’a3kocti 3i 3MiHOIO KOoHuHeHTpamii i
TeMIIepaTypPu IJIsd iOHIiB UO%*, PuO%+ Y CKJIOMOTiOHUX MAaJIUBOMICHUAX
Macax € aKTYaJbHUM 3 TOUYKH 30Dy ANEPHUX IEPETBOPEHD 1 PO3PaXyH-
Ky CHEKTPY I'YCTUHU IOTOKIB HEMTPOHIB.

Y miit yacTmHi pobOOTM MU IPOBEIBMO MOCJIMKEHHA 1 pO3paxy-
HOK KoedinieHTiB B3aeMHOI nudysii, repmonudysii Ta B’a3kocTi miis
iouiB UO§+, PuO§+ i aToMapHOro BOJHIO 3aJI€XKHO Bill KOHI[EHTPALI
KOMIIOHEHT i Temmeparypu. Dyme BUKOpPHCTAHO 10HHY MOIENbL BOI-
HUX PO3YUHIB, KOJU MOJIEKYJAPHA MICUCTEMA PO3TJIAIAETLCA K JIie-
JIEKTpUUHE cepenoBuie 3 € ~ 81, y AKOMY PyXalOTLCSI iIOHU B e(eK-
TUBHOMY KOMIIEHCYIOUOMY HOJi (BIIMOBIIHO MO YyMOBHU €JEKTPOHEL-
TPAJILHOCTL CUCTEMHU). 3 HOIVISIAY CTAaTUCTUYHOI Teopil raka MOmesnb
BUIIPABIAHA [IJIsI BOOHUX PO3YUHIB, MO MICTATH UO%*, PuO§+, Am%*,
Cm%ﬂ Cst, Sr?t i B AKUX OPOXONATL iHTEHCUBHUIL (-, (-, Y-PaAmiOIi3,
rimpoJi3 Ta OKMCHO-BITHOBHI peakllii 3 YTBOPEHHAM BEJIUKOi KOHIIEH-
Tpailiii ioHiB.

IlTo6 pospaxysartu KoedinienTn B3aeMHOI nu¢y3sii, Tepmonudysii
Ta B’SI3KOCTI IJIsT iOHIB i1 aTOMAPHOTO BOMHIO Yy BOOHUX PO3UYMHAX BU-
KOPUCTAMMO AaHAJITUYHI BUpPa3u, OTPUMAaHI Ha OCHOBI y3araJibHEHO-
ro KimeTuvyHOro piBHAHHA EHCcKOra-Jlanmay niaa 3apamKeHnX TBepIuX
cpep y Bumagky OaratokommnoHeHTHuX cucreMm [60]. Ile piBHAHH:S
OTPHMaHe METOIOM HEPIBHOBAXKHOI'O CTATUCTUYHOI'O OIEPATOpPa IS
CHUCTEMHU, MOBHUI HOTEHIaJ Mi)KYaCTUHKOBOI B3a€MOIii AKOI CKJa-
OA€TLCA 31 CyMU KOPOTKOCSXKHOI Ta maJieKoCaxKHO1 vactua. [lepury
3 HUX BUOpAHO y BUIJIAMNL MOTeHHiaJy TBepaux coep. pyry — y Bu-
TJIATL IEAKOTrO MIABHOrO MOTEeHIaly (y HAIIOMY BUMAIKY — KyJIOHIB-
CBKOI'O; ONHAK, IPX OCTATOUYHUX PO3PAXYHKAX HOrO JOBOIUTLCA 3a-
MIHATY Ha €KPAHOBAHUII KYJIOHIBCLKUI HOTEHIIAI).

Taka amuTuBHA (HOPMA MizKUYACTUHKOBOI B3a€MOIiil IPU3BOINUTDL 1O
TOTO, MO TOBHUI iHTErpaJj 3iTKHEHL TeXK PO3MagaeTLCA Ha KiJIbKa
IONAHKIB, KOXKEH 3 AKUX Binmosimae 3a cBiit Tum B3aemomnii. Tomy B
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CTPYKTYpi IOBHOTO iHTerpaJjia 3iTKHEHb MOXKHA BUIIJIATH TAK 3BaHI
“rBepmocdepry” yactuny Ta “majsekocaxkuy”’. TBepmochepna yactu-
HA CKJIQIAETLCS 3 TBOX JOMAHKIB, SIKi € HEePUINMU YJIeHAMU PO3KJIALY
3a HEJOKAJLHICTIO. [laNekoCcaKHa TeX CKJIATAETLCA 3 JBOX TOHAH-
KiB: IHTerpaJia 3iTKHEHDL TeOpil CEePEemHLOrO IMOJA Ta y3araJLHEHOTO
interpasa sirkuenn Jlanpnay. Cuin 3ayBaxKkuTy, WO OPU TAKOMY IIifl-
xomi B iHTerpaJi 3iTkHeHs Jlannay ycyBaeThbCsa po30izKHICTL Ha MaJIUX
BiCTaHAX.

Bupasu nna xoedinieHTiB nepeHOCY B IIiil MOMEJi MalOTL BULJIAM:
D8 — xoepimienT B3aemu0l udy3ii, a DS — xoedinienT Tepmomudysii
Q-KOMIIOHEHTH CyMii:

p# = _Map [T pa (3.1)
mgn \ 2mg O’
kT
(%

Ocrarounuit Bupa3 miag Koedinientis repmonudysii moxua 3anuca-
Tu i3 BpaxyBauuam Buny A§. [Ins oOuncnenus Bennuns Ef 3pydHO
mepeiT JO HOBUX 3MIHHUX — 3MiHHUX LeHTpy iHepmii. IIpu takwmx
[IePEeTBOPEHHAX L1 BEJIUYNHU PO3PaXOBYIOTLCSA TOUHO. lle nae 3mory
3alMCaTH BUPa3 0JA KoepinieHTa B3aeMHOI nudy3il B aHATITUIHOMY
BUTJIAMIL:

o _ 3mmg [Tma [ a5 0B o) | af (L))
By = g [T (657 Gasin, ) 0 4 00

DY =

3r |wkT -1
T 5 (98 asln ) Pt + 220N T (3.9)

Beanunnn 0‘5.(2}(12’1)), of QI(TJ)) — e Bimomi B KiHeTUUHIil Teopii (2-inTe-
rpasu [61]. Ix o3HAUEHHS I PO3PAXYHOK 1A IBOKOMIIOHEHTHOI CUCTE-
MY IPOBOAUINCE y pobori [60].

K — cyMapHUil Koe(inieHT 3cyBHOI B’sa3KOCTi cymimii:

M M
8 a mx*
k=3 > oag gzﬁ(%ﬁmaﬂ)”a”,@m—ﬂ Vorm kT = ) Kag, (34)

a,B=1 a,B=1

7] — CyMapHUit KoedinieHT 3cyBHOI B’A3KOCTI Cywmirmi:

3 1
=gk + 3 ZnakT X (3.5)
a=1
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M 38 maBB
1+ 5 Bz;l ngaiﬁ 95" (oapln, B) |1+ o

a0 || o
mgB§ 0

PospaxyHnok Besuuun A§, B§ nposomuscs y po6ori [60]. Tam miist Hux
OTPUMYBAJUCH BUPA3U, MO € GYHKIIAMYI IPAKTUYHO BCiX mapaMeTpiB
CUCTEMU: MAC B3a€MOIIIOUNX UYACTUHOK, iX miaMeTpiB, 3apsamiB, KOH-
LEeHTPAaIlifl KOMIIOHEHT CyMilli, pamiyca eKpaHyBaHHA KYJOHIBCbKOI
B3aeMonii, KopenAnifiHux (QYHKHOIM HAa KOHTAKTI 31TKHEHHS TBEPIUX
ciep.

Ha ocHOBi oOTpuMaHUX O KIHETUYHUX KOe(ilieHTiB (HOPMYJIT TEp-
momudysii D (3.2), Bzaemuoi madysii DY (3.3), o6’emuoi K (3.4)
Ta 3cyBHOI 7 (3.5) B’A3KOCTell HaMu Oyau NPOBEIEHI YMCJIOBI PO3-
paxyHku misi OiHAPHUX CHUCTEM UO§+7H, PuOg*lH, UO§+fPuO§+.
PesyabraTtu nmux po3paxyHKiB mpencraBieHi rpadiyHo HA pUCYHKAX
2-10. 30kpeMa, HAQ PUCYHKAX 2-5 IS CUCTEMU UO§+7H, Ha PUCYH-
kax 6,7 maa cucremu PuO§+7H, Ha pucynkax 8-10 — gma cucrtemu
UO%*?PUO%*'. IIpu po3paxyHKax BEJIWUMH K Y BCiX BAMAIKax oOUn-
CHIIOBAJIMCD LIEe HMapliaJbHi 3HAYEHHA MJIg 000X KOMIIOHEHT CyMilnei
(pucysku 2, 6, 8). Ha Binminy Bin nonepensix pobir [4,46], y manomy
BUIIAOKY MU 3YIUHUJINCL HA OOCJIMKEHHI KiIHETUYHUX KOoeilieHTiB
IIpY MEeBHIiN (PiKCOBaHIN TeMIepaTypi y 3aleXHOCTI Bim 3MiHM KOH-
IeHTpallifi KoMnoHeHT. MiHiMaibHe Ta MakKCUMaJbHE 3HAUYEHHS KOH-
IeHTpalilt Opaauch i3 3BiTIiB €KCIIEPUMEHTAJLHUX HOCIIIKEHDL BOI-
HUX PO34mHiB BcepenuHi o6’exkty “Yxpurra’. fIk BuaBuiocs, 3cyBHA
B’A3KiCTL HE MiHAE CHUJILHO CBOI'O 3HAUYEHHsA Y BUOPAHUX MexKaX 3MIiHU
KOHIeHTpanift (pucysku 3, 9), Xo04ua npy MaJInX KOHIEHTPALIAX Y BU-
nanky cymimi UO3T-PuO3" 3pocramms B’ssxocti cmoctepiraernes
nyxe Bupasno (pucynok 9). Koepinientu Bzaemuol nudysii nasma-
KM — CUJILHO MIiHSIIOTL CBOI 3HAYEHHs | MBUIKO CHATAIOTL 3 POCTOM
KOHIeHTpanil koMnonent cymimi (pucyuku 4, 7, 10). Cuin 3ayBaxu-
TU, MO BEJIUYUHU DB ua, pucyskax 4 Ta 7 BiIpi3HAIOTLCA Bif DoP
Ha pucysky 10 ma mBa mopsamku. lle moscHIO€TLCA TUM, WO Yy Hep-
mUX OBOX BUIAOKaX ONHI€I0 3 KOMIOHEHT CYMilli BUCTyIae€ BOIEHD,
BiH BUPI3HAETLCA JOCTATHLO BUCOKOIO PYXJUBICTIO i3-3a CBO€1 MaJIOi
vacu. PakTUIHO, y BUMAIKY CHUCTEM UO§+7H, PuO%JLH BigHOIIEH-
Hf MaC KOMIIOHEHT CYMIIIi CKJIamZa€ TPU MOPAIKH, TOOI fAK UO%Jr Ta
PuO%Jr € npubnu3Ho piBHMME y BimHOmeHHI Mac. Koedinientn Tep-
monudysii DT HaMU pO3paxOBYBaJINCDL JIHIIE OJIA CUCTEMU UO§+7H.
I'padiune 300parkeHHs pe3yabTaTiB IMX PO3PaXyHKIB IPEICTABIEHO
Ha PUCYHKY 9.
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Puc. 2. Koedinienr 06’eMHOI B’A3KOCTI K [/ ZBOCOPTHOI CHUCTEMU

UO;+ — H upu ¢ikcosaniit temneparypi T = 303 K ta p = 0.1 mr/ua +

p=20r/n, cu/cyoe+ = 10°, (mapamerp ynaxosku: A & 2.73-1077 +
2

5.46 - 1073). Bicy r y omuanmax: (A — Anin)/(Amax — Amin)-

2.015 T T T
201 L ™ x10~*Pa-sec
2.005

2
1.995
1.99
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1.98

1.975 I I I I ! I I I I
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Puc. 3. Cymapuuit koedinienT 3cyBHOI B’s13Kk0CTi 1) 0u1a Ti€l x cucre-
MM, IO 1 Ha PUCYHKY 2.
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Puc. 5. Koepinientu repmonudy3sii nus riei xx cucremu,
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Puc. 6. Koedinient 06’eMHOI B'A3KOCTI K I/ TBOCOPTHOI CUCTEMU Puc. 8. Koedinienr 06’eMmHOI B’A3KOCTI K O/ TBOCOPTHOI CUCTEMU
PuOg"' — H npu ¢ikcomaniit temneparypi 7' = 303 K Tta p = 0.01 UO§+ - PuO%'" npu ¢ikcoBaniit Temneparypi I' = 303 K ta p = 1
mr/n + p = 0.1 v/, cu/ep o2+ = 10%, (mapamerp ymaxoskm: A ~ mr/n + p = 1r/n, cyoe+/Cpyoz+ = 10%, (mapamerp ymaxoskm: A ~
2 2 2
3.25-1079+3.25-1079). Bico o y omumnnax: (A— Anyin)/(Amax — Amin)- 8.22:1077+8.22-107%). Bico z y omuammax: (A— Anin)/(Amax — Amin)-
160 T T T T T 1.7 T I [
2 —
140 DPuO2+7H’ x10~7 m2/sec i 16 L n, %1077 Pa-sec /
120 - 1.5 -
100 - 14 i
80 - 1.3 -
60 - 1.2 -
40 - 1.1 -
20 - 1 —
0 1 1 1 I i t t t 0.9 1 | 1 |
0 01 02 03 04 05 06 07 08 09 1 0 0.2 0.4 0.6 0.8 1
Puc. 7. KoediuienT B3aemuoil nudy3sii naa riei xx cucremum, mo i Ha Puc. 9. Cymapuuit koepinient 3cyBuoi B’si3kocti 1 nis tiel x cucre-

pucysky 6. MU, IO i Ha PUCYHKY 8.
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Puc. 10. Koeginient B3aemuOI nudysii amasa Tiel x cucreMmu, mo i
PUCYHKY 8.
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