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Ha ocHOBe nuTepaTypHBIX 1 COOCTBEHHBIX 3KCIIEPUMEHTAIBHBIX JaHHBIX CO3/1aHa YHU(UIIMPOBaHHAS MaTeMa-
THYECKas MOJIENb, OMUCHIBAIOIIAS PACIIPEIeICHNE YPAHIITHUTPATa, a30THON KHUCIOTHl U YeTHIPEXBAJICHTHBIX
aneMeHTOB B TH® ¢ ydeTom ero pa3bdaBieHHs NPH UX paclpeleseHNH B HEUTPaJIbHBIX M KUCIIBIX CHCTEMax
B IIMPOKOM JMAara3oHe KOHIICHTPAIii KOMIIOHEHTOB. B kadecTBe 0a30BBIX 3HAYCHHUH KOHIIEHTPAIIMOHHBIX
KOHCTAHT PAaBHOBECHUM IIPUHSTHI UX BEJIMYUHBI, paccuuTanHble 1yt yuctoro Th®. B 3Tom ciyyae yBenuueHue
KOHLIEHTPAINH pa30aBUTENSI IPUBOAUT K JTMHEHHON 3aBUCUMOCTH JIOTapU(MOB KOHCTAHT IKCTPAKIIH OT KOH-
nentpanuu Th® ¢ mapamMeTpoM a, 3HaYEHHE KOTOPOTO OTpaXkaeT BIUSHUE MPUPONbI pazdasutens. [Ipu atom
MIPEaIoNaraeTcs mapamienbHOe MPOTEKaHNe HECKOJIBKUX PEaKINi KOMIUIEKCOOOpa30BaHMs B BOAHOM U Opra-
HUYECKOH (a3ax W HECTEXHOMETPUIECKOTO (PH3UKO-XMMHUIECKOTO B3aUMOACHCTBHS KOMIIOHCHTOB. 3HAYCHUS
KOHCTAaHT PaBHOBECHH PeaKInii SKCTPAKIIUH U COOTBETCTBYIOMINX UM ITAPaMETPOB @ OTIPEIeNICHBI I YeThIpe-
XBaJICHTHBIX TOPHS, YpaHa, IUTyTOHMS, HENTYHU, IUPKOHUS U TaQHMUS, YTO ITO3BOIIIO OIHCATh WX IKCTPAKITUIO
pactBopamu Th® B yrneBogopogHOM pa3baBUTENe B IMAa30He KOHIICHTPAIUi skcTparenTta ot 5 1o 100 06%.
[orpemHocTs pacyera K03(GUIMEHTOB PacIpEAeICHHS 10 MOACTH He mpeBsImaeT 12%.
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B paborax [1-3] Obu1 mpemiokeH YHUDUIIUPO-
BaHHBIH MYJIBTHPEAKIIMOHHBIA MOIXOA K OIUCAHUIO
MeX(a3HBIX paBHOBECHH € y4yacTHeM TpuOyTuidoc-
¢ara (TBD) nr000¥ KOHIEHTPALUH MPH SKCTPAKLIHH
TpeX- ¥ LIECTUBAJICHTHBIX JIEMEHTOB U3 a30THOKHUC-
TBIX pacTBOpoB. CyTh YHH(PHUITMPOBAHHON MOACITH
COCTOUT B TOM, YTO KOI(QQHIMEHTHI pacrpeesiCHHs
KOMIIOHEHTOB TMPUBA3BIBAIOTCS K WX KOHIEHTPAlLWH,
[IPU STOM JJIsl ONUCAHUSI PaBHOBECHSI NIPHUHUMAETCS,
YTO KOMIIOHEHT MOXET Y4acTBOBaTb B HECKOJIBKUX
MapajuIeTbHO MPOTEKAIOINX peaknuix. 3a 0a30ByIO
KOHI[EHTPAIIMIO JKCTPAreHTa MPUHUMAETCS YUCThIH
Th®, a ero pa3baBneHHEe YYUTHIBAETCS BBEACHHU-
€M JIMHEWHOW 3aBUCHUMOCTH JIOTapr(Ma KOHCTAHTHI
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conmpBaroo0pazoBaHms OT KoHIeHTparuu Th®d, uro
JleJIaeT BO3MOXKHBIM COIOCTAaBUTH ACHCTBHE Pa3iiHd-
HEI pa30aBuTEIEH.

Lenbto ganHOW pabOTHI SBISETCS paclpocTpaHe-
HUE YHU(PHUIUPOBAHHOW MOJICIM HA OMHCAHHE JKC-
Tpakiud B Th® pa3inyHOM KOHLIEHTpALUU YEThI-
pEXBaJEHTHBIX TOPHS, ypaHa, HENTYHUs, MIYTOHHS,
LIUPKOHUS U TaHUS U3 a30THOKUCIBIX PacTBOPOB, B
TOM YHCJIE B IPUCYTCTBUU YpaHHUIHUTpaTa. YeTsIpe-
XBAJICHTHBIE AKTHHUIBI U IUPKOHUH SBISIOTCS Tpa-
JTUIUOHHBIMU ydacTHHKaMH [lypekc-niponecca, a ais
pasneneHus HIUPKOHUS U TaQHUS PU UX IPOMBIIIUICH-
HOM IIPOU3BOJICTBE TAKXKE UCIIOJIb3YIOT KOHLIEHTPUPO-
BaHHbIE pacTBOpBl ThD [4, 5]. DkciepuMeHTaNbHEBIE
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UCIOJIb30BAHUE YHUOUIIMPOBAHHOM MOJIEJIU C PABBABJIEHUEM Th®
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Puc. 1. Bausaue a30THOM KUCIOTHI Ha pacnpeneneHue detsipexsaieHTHox Th (a), U (0), Np (B), Pu (1), Zr (x) u Hf (e) B ThD

Ppa3IMYHON KOHLIEHTPALUU.

JMaHHBIE TI0 SKCTPAKIUHM BHIMIETEPEYNCICHHBIX dIIe-
MeHTOB B 30% TB® B3sThI 13 paboThI [6], a 11 OoJee
BBICOKHX W 0oiiee HM3KUX KOHIeHTpamuid Thd — u3
pabot [7-16], a TakKe HCIIOJIB30BaHbI COOCTBEHHBIC
nanable 1o dkctpakuuu Zr u Hf B 70%-ue1ii ThO B
Wzonape-L u B PO/I-3M.

OcHOBHBIE paBHOBECH ST, UMEIOIIIHE MECTO ITPH JKC-
TPaKLUWHU YETHIPEXBAJICHTHBIX JIEMEHTOB, ObUIN Mpe-
JIOXKCHBI HAMU PaHee B paMKaX MYJIbTHPEAKIIMOHHON
monenu st 30%-noro Th® B mpenenbHBIX yTIIEBO-
noponax [17], npuuem 3Ha4eHUsT KOHCTAHT pPaBHOBE-
cuil B BOgHOU (ha3e B HACTOSIICH pabOTe HE KOPPEK-
THPOBAJIHCH, 32 UCKIIFOYCHNEM KOHCTAHT PaBHOBECH
peakmuit 3.2 u 3.14 g Pu(IV). 3HadeHnss KOHCTaHT
Mex(pa3HBIX PaBHOBECHU MOAOHpAIM MyTEM HaXOX-
JCHUST MHUHAMYMa CyMMBI KBaJpaTroB OTKJIOHEHHH
pacUeTHBIX W JKCIEPUMEHTANBHBIX Ko3(dunmeHToB
pacrpeneneHuss € HCIOJIb30BAaHHEM HWHCTPYMEHTa
«ITouck pemrenus» nakera Microsoft Excel, Bappupys
He Ooiee IBYX KOHCTaHT OJHOBpeMeHHO. llomyueH-
HbI€ 3aBHCHMOCTH KOHCTaHT PaBHOBECHU OT 0OIIei
KOHLEHTpauuu Th® anmnpokCUMUpOBaIu YpaBHEHU-

em IgK = 1gK, oo — alg(Crpp/Cigo), e 1gK;gp — KoH-
cranTa 3kcrpaknuu st 100%-noro ThD, 1gK — xon-
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CTaHTa 3KCTpakuuu npu koHueHTpauuun Thb® Crgp, a
C\0o — KOHIIeHTpaLus HepazbasieHHoro TH.

3HaueHMs] KOHCTaHT paBHOBecuil 1gK,,, u mapa-
METPHI a, OTpaxkaromue BiausHue pazdasnenus ThO,
MpuBeeHBI B Ta0M. 1.

Hcnonr3oBanne napaMerpa a Mo3BOJIUIO OMHUCATh
BIIMSTHAE A30THOM KHCIOTHI HA OKCTPAKITAIO MUKPOKO-
nudecTB Topus B Th® pa3inuHON KOHLIEHTpaLUU B
nmuamazone ot 10 mo 100% (puc. 1, a) co cpenHekBa-
JIpaTU4HOM morpemHocThio ~8%. Ilpu atoMm cremy-
€T OTMETHTh, YTO NaHHBIC Pa3HBIX aBTOPOB, B YaCT-
HoctH, [8] u [11], pasnuuatorcs 6onee uem Ha 40%.
[Ipennouyrenne otaano Gosee MO3MHUM JAaHHBIM [11],
COOTBETCTBYIOIIUM Oo0Jiee HU3KUM 3HAYCHUSIM KO-
(DUIMEHTOB paclpesielieHHs] TOpHUs, BEPOITHO, H3-3a
0oJiee HU3KOTO COICPIKaHUS MmpuMecei audyTuidoc-
¢opuoii kucnotel B Th®. [lorpemnocts pacyera ko-
a¢dunreHToB pacnpenenenus topus st 30%-Horo
Th®, ans xoToporo mmeercss Hauboinee MOAPOOHAs
0a3a MaHHBIX, HE W3MEHWIACh M HE TMpeBbIcHIa 7%.
Kpome Toro, moziens y1oBIE€TBOPUTEIBHO OINKCHIBA-
eT HanOoJee JTOCTOBEpHBIE, Ha HaIll B3IV, JaHHBIE
paboTsI [7] O BAUSHNUIO COOCTBEHHON KOHIICHTPALIUH
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ITY3UKOB u np.

Ta6auua 2. ConocTapieHHe pacueTHBIX H SKCIIEPUMEHTAIBHBIX 3HAYCHUH KOI((OUIMEHTOB pacipeeIeHus TOPHS IIPH ero
skctpaknuu B 100%-us1it TB® B pucyTCTBUHU a30THOM KHUCIIOTHI 7]

. Koaddumment
KoHICHTPAIUA, MOITH/T PaccunTanHble 110 MOzIENM KOHLIEHTPALMK B OpraHndeckoil (ase, pacnpenienerms|
MOJIB/T -
Th =
: | g
5 | 2| 3
Thygy | HNOspony | Thyy | HNO3 | TB®s | Th(3.3) | Th(3.4) | Th(3.13) | Th cymma § % g*
=% 5 =

s

0.5 0.5 0.80 0.48 1.472 0.758 0.0033 | 0.000 0.76 1.52 | 1.60 | -5
2.0 0.90 0.84 0.874 0.753 0.159 0.0007 0.91 1.82 | 1.80 1
3.0 0.98 1.03 0.652 0.523 0.410 0.0037 0.94 1.87 | 195 | 4
4.0 1.00 1.21 0.504 0.300 0.626 0.0092 0.94 1.87 | 2.00 | -6
5.0 1.00 1.37 0.397 0.164 0.747 0.016 0.93 1.86 | 2.00 | -7
6.0 0.95 1.53 0.319 0.092 0.803 0.024 0.92 1.84 | 190 | 3
8.0 0.85 1.85 0.217 0.033 0.820 0.042 0.90 1.79 | 1.70 5
0.8 0.5 0.96 0.45 1.019 1.033 0.009 0.000 1.04 1.30 | 1.20 9
2.0 1.04 0.79 0.651 0.798 0.266 0.0016 1.07 1.33 | 1.30 2
3.0 1.12 0.99 0.508 0.486 0.549 0.0059 1.04 1.30 | 1.40 | —7
4.0 1.08 1.17 0.402 0.263 0.742 0.013 1.02 1.27 | 135 | -6
5.0 1.04 1.33 0.322 0.142 0.839 0.021 1.00 1.25 | 130 | 4
6.0 1.00 1.49 0.261 0.080 0.878 0.030 0.99 1.23 | 1.25 | -1
8.0 0.92 1.80 0.181 0.030 0.881 0.049 0.96 1.20 | 1.15 4
1.0 2.0 1.00 0.79 0.556 0.779 0.335 0.0022 1.12 1.12 | 1.00 | 12
3.0 1.00 1.00 0.443 0.446 0.621 0.0075 1.07 1.07 | 1.00 7
4.0 1.00 1.18 0.355 0.236 0.797 0.0149 1.05 1.05 | 1.00 5
5.0 1.00 1.33 0.286 0.128 0.879 0.023 1.03 1.03 | 1.00 3
6.0 1.00 1.48 0.234 0.073 0.910 0.033 1.02 1.02 | 1.00 2
8.0 1.00 1.79 0.164 0.027 0.907 0.053 0.99 099 | 1.00 | -1
11.0 0.95 231 0.106 0.0083 0.852 0.088 0.95 095 | 0.95 0
1.5 2.0 1.13 0.86 0.410 0.671 0.487 0.0042 1.16 0.78 | 0.75 3
3.0 1.13 1.07 0.337 0.347 0.754 0.0113 1.11 074 | 0.75 | -1
4.0 1.10 1.23 0.273 0.178 0.887 0.020 1.09 072 | 073 | -1
5.0 1.07 1.38 0.223 0.097 0.942 0.030 1.07 0.71 | 0.71 0
6.0 1.05 1.52 0.185 0.056 0.958 0.040 1.05 0.70 | 0.70 0
8.0 1.05 1.82 0.133 0.022 0.944 0.063 1.03 069 | 0.70 | -2
CyMMa KBaJIpaToB OTKJIOHEHHIH| 6

topus (ot 0.5 go 1.5 mone/n Th) Ha ero sKcTpakuuio
B 100%-n51it TB® npu kucnornoctu 0.5-11.0 Monb/n
(puc. 2). ComocTaBieHrne pacueTHBIX U 3KCIIEPHMEH-
TabHBIX 3HAYCHUU KOA((OHUIIMEHTOB pacIpeeacHIs
TOpHUS TaKXe MPHUBEICHO B Ta0m. 2. PacyeTsl mokaspl-
BalOT, YTO OCHOBHOHM BKJIJ] B OOIMHN KOA(PPHUIIMEHT
pacnpenencHust Topust B 100%-ue1ii ThD npu kuc-
aotHocTH HIKe 8 Moib/m HNO; BHOCAT ypaBHEHHS
(3.3) u (3.4), a ipu Oosiee BBICOKOIN KUCIOTHOCTH BBI-
sBIIsieTcsl BKiIag ypaBHeHus (3.13).

Jlia 4eThIpexBaJIeHTHOTO ypaHa HAMHU HE OBLIH
0OHapyXeHbl SKCIEPHUMEHTAIbHBIE AaHHBIE MO 3KC-
tpakiuu B 100%-ue1ii ThD, a Bce HaliieHHBIE B TUTE-
patrype CBeleHUsI OTHOCWINCH K JTUAIa30Hy KOHIICH-
tpanwmii 30% u Huwke (puc. 1, 6) [16], uTo, BeposTHO,
CBSI3aHO CO CKJIOHHOCTBIO YETBIPEXBAJICHTHOIO ypaHa
K 00pa3oBaHUIO TpeThel (as3bl Ipu SKCTpakuu Oojee
KOHLIGHTPUPOBaHHBIMU pacTBopamMu Th®. Cnenyer
OTMETUTb, YTO 3HAYECHHS KOHCTAHTHI PABHOBECHS IS
peakun (3.3) IpPaKTUYIECKH HE 3aBHCIT OT KOHIICH-
Tpatu Th® (cMm. HuxKe).
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UCIOJIb30BAHUE YHUOUIIMPOBAHHOM MOJIEJIU C PABBABJIEHUEM Th®

Hannsbie puc. 1, B, I CBUAETENBCTBYIOT O TOM, YTO
npuBecHHbIE B Ta0N. |1 3HayeHus Ky, U a MO3BOJIsI-
FOT aJICKBATHO OIHCATh 3aBUCUMOCTE KO3 HUITHIESHTOB
pacnpenenenus mukpokoianyectB Np(IV) u Pu(IV) ot
KOHIIEHTpaluu a30THOU kuciaotsl B ThD B nuanazone
ero koHmeHtpauuu ot 2 g0 100%. [ns uupkoHus u
radHUST UMEIoIrecs JaHHBIE OTpaHMYEHBI THara3o-
HoM koHneHTpanui 30-100% TB® (puc. 1, x, €), uto
CBsI3aHO 0OJiee HU3KUMH 3HAYCHUSAMH UX K03 uIu-
€HTOB PacIpeIelICHUS 110 CPAaBHEHHIO C IPYTHMH Pac-
CMaTPUBACMBIMH YCTHIPEXBAJICHTHBIMHU 3JICMEHTaMHU.

Ha puc. 3 nokazano BiusHHE COOCTBEHHOH KOH-
LEHTPAIKU YeTHIPEXBAIICHTHOTO IEMEHTa B DKCTPAK-
Te Ha ero Kod(hduiment pacmnpenenenus B TbD pasz-
mnaHoN KoHueHTpanuu ans Th, U(IV), Pu(IV), Zr u
Hf. Ins Np(IV) takue naHable OTCYTCTBYIOT. MaKch-
MyM Ha 3THX KPUBBIX OOYCIIOBJIEH KOHKYPHPYIOLIIHM
BJIMSHUEM YBEJIMUYCHHS KOHLEHTPALMM HUTPaT-HOHA
(caMoBBICATMBaHWEM) M COKPAILCHHS TOTH «CBOOO-
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2.5 7

HNOs;, Monb/n

Puc. 2. 3aBucumocts k03P PUINEHTOB pacnpeesieHus
topust B 100%-ne1it TB® ot xornentpanun HNO; mpu
somss MOTIB/IL: (1) 0.5,
(2) 0.8, (3) 1.0, (4) 1.5. Pacuer i ypaBHEHUS pEaKIHU:
(5)3.3,(6)3.4,(7)3.13.

pazmmuHoi koHeHTparun Th [7]. Th,

(a) O / (6) (®) HNO;, moms/n TB®, %
4 1 3, MOJIL/JI HNO;, monb/n ¢ 01 100
1.0 0 3
: 50 o 05 A 0.1 40
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Puc. 3. BiusiHue HachIleHHs OPraHHUECKON (Da3bl YETHIPEXBAJICHTHBIM 3JICMEHTOM Ha €ro KO3(GGHUIIMEHT pactpeaeICHUs PH
skcrpakiyu B TB® pa3nuyHoi KOHIEHTpanuy NpH pa3andHol kucinotHoctu. a — Th [12], 40% Th®, 6 — U(IV), 30% TB®, [17],
B—Pu(IV) [13], r — Zr, 70% TB®d, n — Hf, 70%; ¢ — Biusiaue obiei konnenrpaiwu ThD Ha koaddunuent pacnpenenenns Hf [18].
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Puc. 4. BisiHve HaCHILEHNS SKCTPAKTa yPAHUIHUTPATOM Ha PACTIPEIEICHHE YETHIPEXBATIEHTHBIX 2IeMeHTOB B THE® mpy pasnuyroi
kucioraoctd. a — Th; 6 — U(IV); B, r — Np(IV); 1 — Pu(IV); e — Zr.

Horo» 3kctparenta. s U(IV) obnactu moHMWKeHHS
K03 GUIIIESHTOB PACTIPEACIICHAS 3a CUET HACHITIICHHS
9KCTPaKTa JOCTHYb HE YAAETCs N3-3a BBIIAJCHUS Tpe-
Thell ¢a3pl. OOpaboTKa AaHHBIX MO BIUSHHUIO HACHI-
ieHns dkcTpakra mwryronneM(IV) npu kucinoTHOCTH
~0.1 mone/m HNO; (puc. 3, B) moTpedoBaia yTOYHHUTH
3HaYEHUs! KOHCTAHT paBHOBecuil 3.2 u 3.14, Tak Kak
panee [17] maHHBIC B JaHHOW OOJIACTH MOJEIBIO HE
OXBaThIBAJIUCH.

3aBUCHUMOCTh KO3(DPHUIIMEHTOB pacmpeeeHus
raduust oT obmier korneHTpanuu Th® npu 3 mMonb/n
HNO; [18] onucsiBaeTcst MOJENBIO C MOTPEIIHOCTHIO
MmeHee 7% (puc. 3, e). B norapupmuueckux Koopau-
HaTax 3Ta 3aBHCHMOCTHh MMEET YToJl HaKJIOHA OKOJIO
L.5.

OCHOBHOI1 MacCHB JJaHHBIX 110 BIIMSIHAIO HACHIIIE-

HUSl OPTaHMYECKOH (a3bl ypaHWIHUTPATOM Ha IKC-
TPaKLMIO YETBIPEXBAJECHTHBIX 3JIEMEHTOB IOIYYEH

npu koHueHTpauuu ThD 30% (puc. 4) [17] n nuub
st Np(IV) umerorcss nannbie s 20 u 10% ThD
[19] (puc. 4, ). ComocrapieHne SKCIIEPUMEHTATBLHBIX
Y PaCUeTHBIX JNAaHHBIX MOKA3aJ0, YTO MOTPEUIHOCTH
pacueTa k03 pHUIIEHTOB pacnpeieNieHIs YeThIpeXBa-
JICHTHBIX JIEMEHTOB B TMPUCYTCTBUHU YPaHWIHHTPATA
M a30THOM KHUCJIOTHI IO HOBOM MOJENMU CHHU3UJIACH C
BBEJICHHEM TapaMeTpa a B cpenHeM Ha 2—3%.

JlaHHbIe pHC. 5, IpeICTaBICHHBIC B JJorapupMuie-
CKHX KOOpJIMHATaX, YKa3bIBAIOT HAa JIHHEWHYIO 3aBH-
CHUMOCTh KOHCTAHT PAaBHOBECUM PEAKIIUM SKCTPAKIIMU
YEeTHIPEXBAJICHTHBIX 3JICMEHTOB OT OOIIIeH KOHIICHTPA-
uuu Th®, uyTo moATBEpKAAET NPUMEHUMOCTb IpPE.-
JaraeMoi yYHUGMUIIUPOBAHHOW Momenu. be3ycioBHO,
BBEJICHUE HOBOTO IMapaMeTpa a YCIOXKHAET MOJIEb,
HO IIPH 3TOM IT03BOJISIET PACIIUPUTH TPAHUIIBI €€ MTPH-
MEHEHHS, a TAKXKe 00eCTIeunBaeT BO3MOKHOCTE yUeTa
BIIMSIHHSI IPUPOJIBI pa30aBUTENS HA 3aBUCHMOCTh KOH-
CTaHThI paBHOBecHsI OT KoHUeHTpaun Thd.
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UCIOJIb30BAHUE YHUOUIIMPOBAHHOM MOJIEJIU C PABBABJIEHUEM Th®

(a) (6) (8)
109 Uav) . 10 Np(IV) 104 Pu(V)
""—‘r_”. .\.\.—'ﬁ\.
YpaBHeHHE ¢
= 3.1 = M
14 :(3.3) 11 1
YpaBHeHue
ypa‘:“‘zg’f‘]e) (1)
Te— * (33) 33
0.1 0.1 — 0.1 —
0.1 1 2 34 0.1 1 2 34 0.1 1 2 34
Tb®, momb/n Tb®, Monb/n Tb®, monb/n
LEH | ze ® 1LE-3 ne o @
| 1.E4
1E—1 1 —
1 VYpasuenue _z |
X | E3dw = (33)X LE=S
: | N (34 1.E-6 - VpaBHeHue
. BT *(34)
1.E-51 1.E-7 1 * (3.13)
J "-/-"r’/l
1.E-7 1.E-8
1 2 3 4 1 2 3 4
TB®D, Mmons/n TB®D, mons/n

Puc. 5. 3aBHCHMOCTD KOHCTAHT PaBHOBECHH PeaKINii SKCTPAKIINH YeTHIPEXBAJICHTHBIX IEMEHTOB 0T 00mmei konnenTpanun Thd.

a—U(IV), 6 — Np(IV), B — Pu(IV), r — Zr, n — Hf.
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