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Development of F2 Two-step Fluorination Process for

Non-aqueous Reprocessing *

Fuel Reprocessing Laboratory,

Division of Nuclear Fuel Research, Tokai, JAERI

(Received January 16, 1976)

To establish the F2 two-step fluorination for stable and
high recoveries of plutonium, the fluorination process has been
studied with the simulated fuel to a FBR containing UOZ—PuO2
and non-radioactive fission products in the 2"¢ fluid-bed.

The process principle was demonstrated and the effect of
FPs on fluorination of U and Pu and the possibility of reducing
the Pu loss could be clarified. The feasibility of separating

PuF. from UF . onto UO,F, by adsorption, was also indicated.

6 6

* A summary of the oral presentation at the 1974 Annual Meeting
of the Atomic Energy Society of Japan (F44~F46, Tohoku Univ-

ersity, Sendai)
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Table.ll Typical fluorination conditions ( PF-20series )

FBR Shom Fuel 250g (15Wo PuC,~ 750 UD, —10%0 FP,0,](100~2C0mesh)
Sintered Alumina  750g (~700g! 100~ 270mesh } ,~50g (250~ 325mesh )}

a8 TF TD C,:2 /Ny - O note
- 1
0.25hrs ~_5wol% CrMgec| U fluorination
025 ~350°C | .250°C| ~10 10~11
25-30"" ~20 l
20 hrs | .400°C ~ TPy fluorination
30 450 | _ooec| 70088 gag
30 ~500 | 8~9 o
95™* ~550 i Pu clean-up
total  brs | temperature increasing[P=~800mmHg| F=~5 N/ i

215~220"*| period : 05 hrs 35

* compositions simulated fo the B.U. of 100000 MWD/T
»« voried with the end of reaction observed by in-ine moritors.

Table. 12

Pu balance in the fluorination of sham tuel

241 o PF-22 PF-23 note

. °l °f, Py-12~14

PuFs in Ufg ~13 ~9 NaF - PuF
PY-11,18,TCC

PuF; recovered —~77 ~95 NaF - PuF

Pu on AlyO3 | ~4-»~0.5 | ~2—>~0.5 | Puloss

9y o CV of cnalysis

total ~89 4 ~106 V5,

% decreased by reflucrination
Table. 13

Summary of process data
for the F; two step fluorination

1. Recovery

(losses)
UFe >99.5% < 0.5 %
PuFg >99 % < 1.0 %

2. Fluorination Rate
{1) UFg . sphere-diminishing model
{2) PuFg : enpiricals with fluorine efficiency
3. Separation of U and Pu
(1) Py DF=~10
(2) Wp,: DF=~200
»% could furtrer be optimized

4. Behavior of FPxFy

under siudy
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Table 2—1 [3—HEHI- 0O 7 v ENAREEAL T LH OO TH L, T ohni LD
KFP%Oym7w£ﬁ&m%m%ﬁm%m%14%%5%%K¢§f,%ﬁ&bf¢§wg
T, FPOEBABRIALS 7 » I b - TERBLTHRMLALESR (PF-22) T
b, BILHENOSALAKICT » BLEEEO FASBR SN L5 56 HIERSER LF
DEEHE RS, RICE~NAZFP 7 o LB OFHIERNICL 2FREERHOEEL SN2
(2 FP7oibmolbtZERIER
M%7wﬁwﬁﬁmiﬁﬁ%ﬁFP7ww%mmﬁﬁﬁmﬁxé%m&ﬁﬁbt$ﬁmﬁ
ERIGEE % Table 2—2 xR T .
U02uﬁﬁ?%FP7wﬁ%MFxK;nTmK£Zhumﬁm;5KU%F2m%%%
%f%,UF4%%M@UFﬂ«ﬁﬁ7w£ﬂéhéoUF4ﬂéUFMNm7y%kﬁEH.
VOLE, 1B UR, ~07 v £EEZOK 1 0HETHECED 15 RKO 7 » RITEEER
Lﬁf%c&muéccm%ﬁ,7w£&ﬁmbtuog§7w£thFP7yw%Hmﬁ
T d e ThttBHEROT7 » LRI EBRIN L,
HL®$5ﬁﬁmmﬂﬁﬁ%ﬁﬁ$mwﬁﬂbt%%.W%Mmﬁ%FP&LTH%bm

O E NERERE
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22 OFBICARTEIOIITAg, Pd, Ce, Tehi&mby, T om0, o7 »Eli: £ #
TEEAEEOS L EDhhnt, 12, Ru/PdEREICF, BNRELEEMAINIBBLE
Zofid,

L L, COLINBETOh AU 7 v EERENEEINZEZORBAME
¥, BrAZRCUOREEENS LRI A2 LITH 5,

222 7yvki{tEEOBEFK

m BELCEFAL (1/3FRD 0oU0, 7 v RAEEEIT~OHERN

Fig 2—=1 0 FPHEFRETEHUO, 7y £MEFEFREL =T (Table2-307) T
BELTHEREER T,

Hird R BEEERK 26x10 min (PF=22), 1x10 min  (PF=31) & 1
pistte, CNRANLY 5 0Mol M B ons 55~66%10 min " &0 3B E &
LT, BRIFZUUEDNTH b

FRRKIEE (1 -F) po2~09o@BTtamlfnsEohi. chEFPRIELELLD
BAELEEBELT, F0oBFEENELA K- EE2RL, Ao EBREAL= v BEHTE A
CEHERLTL A,

@ Pu0, 7 v BALEE N

a) 7w EAREEY (w) OBEH
PuO, 7 » RAbEE OETIC LR OKELET 2 £ RIGEMICERMT A2 &1, B

BRI A RIRIEORH L PuQy, 7 » RALEE D Table 2-3 0¥ (OR) TELE SN

BB B EET Z2PuOBICEL(RELTOAZ SN EDLSBEY TR O,

LlEnz &hn Table 2—3 OOREZRTPud 7 » #ALEER, L —MENCRET A
EHMANLTHRASNTOE, CITKROROEBIK B 2 THEEHTHD, Y W) 1K
Mok HND PulF, OFARFAREFE LEEOAREENETHD, 7 v BIERNERETEEF S
Nae Rg 27 y ROBABEETH 4o

Fig 2-2 @ LBRTHONTEET~ 2%, 7o RIKEH Yw) & 7 v BB BE
TEAPuBLtOMEBELLTEHLILLOTH A,

CREHIRY W BPuEMNETOLEREOEELSRL, FPREFT A LITL-TEFTIZ
HIMIGIEAEBEAEAHSAGNE, HHoMBTH ohsn 2852 ANLY T8 oR
R F— 2 ATRL AN ThE A, CHRREESNE-TRELD &E, RIEEMS3 0
BB Tea A &, HEEMAESOIEIRENTEREHEOELIEZLENDEFL LN A,

CEHIC, 7y EAEBRY (W) 2RO RETEORR, BIEEME, BERITE
ZMIEOBEL LS TREBARBRATH 2, LED-THBEORY - T v TORRITE,
HFohUhETARBEEILLSTY (w) 2HBIIIRKATE S LEDBH L,

b) KM EF L0 A |
FRUEICHELEFALEZPuO, 7 v 2ARIESERICERT A2 LIIENS TN,

RIGHRMNIZHGELET 2 Pul, 8BRS —HEELHETRUO, 7y Rt G EIRAKICRE

it b, KB EFTLOBENTRTH A, ,

Fig 2=3PuBOSVERT, KBV EFLVABRALALERERT, B2 ORIGER
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F#kS ELT~14 x10° min @ (PR, =70 0mmHg+*400C) ., Wiz %
w¥~¢bf~9kmuﬁm1@%5nto
cnGOERANLY vEoARBELE L —R LT 2, BEEYY cmons k&

DEVWHETH 2,

223 Pumibi7ig .

MEBBEEATHAT NI FHIEKRETZPulTEEPY loss EH e THLPRNL, L7 Ao
TZORGREBLRAL, REELEB{ RECI VL LN T o2 FEETH A,

FTOREBEELLTETP 7 014 & Pu7Mt%&maﬁiﬁﬁﬂfﬂﬁfﬁmﬁ/ﬁicc;mkr;iégfg.
P&, MBERTLIFERBEDI CHREBTHIC, FIEEAONERAENEAT 2BHEE
FTOUEL LA,

1 AERUEEHOERICL ZMFHERTOSE

PuZ7 v {tBEEAGLTAEBHERAEXNTALb0ELTIZCs, Ba, Sri&mibn,
IholdEnEnTable 2=4RT I HIRBHELE N T 2, 2SI, LT E550
C, F, 100BF R TCRAEBEBR LA ENTHBMICIEA SR T A,

HHEFEEHDhCEET 2RSSR FP T NTPu 7o EEEA R LA-FHERTEL-B
A, Table 2—4 TR T LIS EHLOTAI DO PUBEEFRIEIBEL L, 20
EIXFEHOOTEBRBRHFICEB TPy loss M2 0BLEELHATLARLTED, BHTREL
bARTHB. LinLuans, HEL, EFS0FRTEALEBERR, REUANIET » &
A LIUREET606~015w,/ 0 TdHN, COBRENTNTEEBERRIZELEZSOE T I
FEMED]I OHBREEINE, COCELREREBAENINORBEH L TEEERENE S
CR&ECMLD, Pu loss ZHMBALZAEMOS AT ELATEL T A,

0 EEMEEROREACIABRERTIOSES

PF—22icB500 T, RIGKRTHFEGRE» SHEH LAZBREKODITHBEER 7L 2+ &0k
G EBESLEER SN, Table 2= RN SOBEKORHEREZZEDLLEOTH A,
CHEMohMALDIL, BEMAEBE (wall powder) TN 2PuidEitBmiEdd Pu
DO OBELEHTED, COwall powder BT NTHEEBBEICGRBALALETNIEE, Tooisr
POPuBEEHNIISHLEINLD, ZOREIEDTRELIEIMNTFRINE,

F712, ZDwall powder DXBRHHMTETIL A EZAKRE P Oz D O HBPuF,
FLTIEEL, E7 vt 2aRMNAIELEZEZL o,

F 7T, ZOwall powder O 7 v EL (5500, 100%F,, 5hr) 21z & T A,
Table 2—6 Il P LA TETALIw, 0 THhaZPuBEN0I8w oilELL, &2Kk&
LT Pu loss MAE S 05 BETHALISEZENTEN, FLTLOAFZHERT A2
¥, PF=23cHBohnREMANTEHNBELR-RHETH 7 v AL LT A, BEHFICPuER
ER0042500161CHD L, Pu loss &L TIHERMICHFEL 05 BBEICECTS
L EMTEN,

PlFogBEns, PulEssichltakAReo A HEREBRMERTICLZ20
THE DL EMEIRI, wall powder DEAXF LT 24P HEEIETOHEBETND
Iy, BANTHEHRTAI FARORIGSBTH 7 v &7 2id, Pu loss AE REMLTE A
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b EEZOND,

FEP PO ERLERELOTR - ERTREEER I AMENMRTOFERIH Y v &
B THREREENDERLASERTXAC ENbhnt, LtdaT, BEHELOFFELL
MF, TE7y24THE] tER2BRABEER, PuBFRIBETIFRIEEAL IS
HEEZL LN B
224 UFy ~OPuF; OREEH

Fig. 24 BHBBACBETAIUBEPuF BA¥EE0BREEILDNLENTH 2,

CO0, »7 v HBAECBTUF, KEAET Z2PuF, BFEBERCEATZIUNESNS LB
Fiohza BNt 2, cOEMIRFPEFCENTESICHEELNLE, UF, ITRAEFET AP
Fo 07 v BALEIREY R 31Z—FT, FPRETIIL SHEE, AFELIVEAR] 5 %8
BETH L, L OREETIL, U0, 7 » BAMICERT Z20M4AERSH (U0, F, ,UF, 20 L)
RETONEE SICEBICERL Pul, APuF, WBTL, BETZUOEMH HELIT
HAETTIRPuF, ERSTEIZN AT ETRMEN S,

23 # &R

1) FPREKI-TUO, 07 v EAEHNERT 2EER, HFEFP 7oMIT L 27 »
EALEAEERICEA N LTSNS,

@ U0, 7y BCEEORITICE, R ERROEF v OBANTRTS 2o

B Pu 7y RICEEOKITICE 7 5 BEEBEY W) AR AT XX BRREL T
LWL EMTED,

@ PudBAKOLT, FELORRICEY HA¥NRTFOF SRS CRIREC SN
TVENT, FEBRLOTASSVREHT VI F 0BT v AL Pulk ARFECE
FAL LT EHAETE S,

® UF, i~ PuF, BEEEE, Uodi7 o8 (UO,F, ,UF, 1&) itk 2 PuF,
DERIETHEMEN D,

s, KEIEO—BEANSICHE 0, TREEELTORF ORI AY TERE NS
BEEERE (BR4 TER) OBE BRICECEHEOZLET,

BE R
1) Levitz N. M. et al } ANL-7468 (1968)
2) Vandenbussche, G. CEA—-R—28529 {(1966)
3) L. J. Anastasia et al { ANL—-7575 (1969
) P. N. Henrion, A. Leurs 3 J: Nucl, Mat. 41 1(1971)
5) Steindler, M. J- :ANL-'G.'IBB {1963)
§) Gendre, R- § CEA=2161 (1962)
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Table. 21
Reaction Heat evolved in the U fluorination

——one run base ( 250g sham fuel )

m . . AH2gs /run
initial species flucrides initial compn.(wh)
keal fraction(*/s}
U0, UF ¢ 75 200 77
PuO, PuUF, 15 25 9
FPsyxOy | FPsif 10 35 14
totar | 100 260 100

x  excluding FPs decay heat(~37 keal / v )
w» principal FPs cortributed . Mot Ru' Zr0, . CeQ;. Pd. Rh.

Table. 272 Table. 23

Possible fluorination Fluorination Rate
of U with FP fluorides

. 1y U
(1) Reactions assummed ; (
——  sphere - diminishin nodel
U0, +rMF, — UFg+ nMFy_a/p* Op ==~ (1) P g !

U0, + IMF, —= UFg + IMFy_eq+Op =~ (2) S I WY S (1)
NFx—2y+ sz“"' W! ________ (3)
(2} Pu .

{2) Reaction potential N _ . o
—  empiicals with fluorine efficiency

ﬂuodrti:?)rs* iﬁomeﬁ?'tfilLEiH—)@?”_(Ek%m‘—w PUF, + Fp == PuFg ——-—--(2)
AF,~AgF | 018 | —20R | —275 (. Por

PoFs~PdF,| 090 | -166 | —221 PFa

CeF, »CeF5| 081 | — 94 | —113 Rpu(8) =K/100 - Re(6) - ¥(We)-—(3)
}CT:SI:?CFZ, 030 - 32 - 20 R ; mass flow rate

Y | fluorine etfficiency

» other potential fluorides :
{ empirically determined )

IrFg . SbF . SnF,
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. Table. 24
Stoichiometric Estimation of Pu retention
(for 250g sham fuel/ 7509 Af,03 )
*contents | double - salts Maxirmum Pu/Al,0
elerent | el (%) | predicted Pu retertion!  Wo® °)
Rb 0045 | 7RYF-6PuF, 0.03
Cs 10 CsF- PuFg 056
Ba 028 BaF,- 2Puf; 0.29
total 1.06™

» contribution of impurities on Af,03 is negligible
#*» Pu refentien observed i 0.05~015Wo

Table,6 25
Pu Retention on Al;,0; (PF-22)
{ 250g sham fuel / 750g Al;Q3}
ALO Pu retention wt. of Alz03 Pu fraction note
i { Pu/Alz03 Wi ) (g) retained (%)
dumped ordinary ! 0.01, 737 7 + 250 mesh
durped  tine 0.04, 83 3 - 250 mesh
wall  powder 31 ¥ 316 90 gray
oo™ 0.14s 856 100
* decreased to 008 by refluorination (Gv retention to 0.01g )
Table, 26

Decrease of Pu retention by reflucrination

[ Crp= ~100 %

(P= ~760 mmHg ) J

T = 5507, 6= 65 hrs
run nos, PF - 22 PF-23
sample wall powder dumped Alz03
g before refiuorination 31 0.04q
' gg after refluorination 0.08 0.01¢
Py loss to initial charge(®h) ~0.5 ~0.5
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& 2% fluid-bed '
( U:B-S.Scrm'uc‘) i
P =B00 mmWg p-—-—’l—a
!
1.0 1.0 80 - R A
f
7* Flud-bed d‘,"
U0z-PuQy-FPy Oy (sham fuei) - . d?/
Tr =380-380°C, Cp, 20" N, £ ok n'./
(P=~BOOmMPHg) > 9,
L 40.5 .-
)
2 -
- Vs ' : L
. (1-FY*=1- k9 w g x
L3
= K 8300 (mir!} (PF22) Z
r 1.0x 1072 (mir) (PF-31) 2
3 of
. -
0.5k . K 55650107 (mir') * 76 tuid-sed <\
o 0. (ANL®. Mol™™) EEB U=18-25cm/sec
P =1000 mmHg
1 L 1wl »
q 60 120
Process time 8 [min)
Fig. 21 Adaptation of sphere-diminishing model 0
' to U fluorination - 0 10 o %
Pu quantities in a reacter . W(g)
¥ ANL-7575{1369). %9 }.Nucl.Mat 4] 1 (1971} i
Fig. 2.2 Fluorine efficiency change
with Pu quantities ; Y(W)
= Levitz.N.M. et d ; ANL-7468 (1368)
‘ jCoIlected thermobarance: data ~
3
I ( Cry=~90 i ) _g PF - 22 (with EPs, OV
i P 2-8
00 mmtg * Y =55 %
: = 1of E——
! z
0 = w
i 5
—~ i UF,
z £ T~
c H UOz—-—’— UFs
._E. UG2-Pu0;-FPsxQy k-] T UO:F;
G | (PF-21,23.31) g
T
= g 2PUEL « LOQF; — ZPUF, . UFL. 0
L '
l{—-- T as . UonPatn g5 PuF} + UF, —= PuF, « UFg
f (PF-Q1-04}  ( PF-13} I ®
g 1
(4E= Skeal / mol) PE-11-13
! o Y=15°%
f
(= (=
| 2 § g g
1 . I - |
12 14 15 18 17 18
. 3 a -1
Fig.23 10YT R 0 & % & 2 ™ 1° 0
N residugi U (% of charge)
Apparert rate constart by sphere-dernirishing model Fig.24 o
( fluorination of Plutonium ) . .
PuF; accompaning with UF;

1) CEA-2161(1962) , ANL-6753(1963), CEA-R-2858(1966)
2) ANL-75751969 ), IE/C Process des.dev. 10 155(1971)

in the F; two step fluorination
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3. UOQFQK.J:Z)PUFG/UFG@%%
g, Ow g, kxS

31
METO~I L, [P, "B7yZATE] TR, 10%§#%OPuF, »1F, dhic @k
TENT, COTEEZETTZ272%1C, UF, flc@EH#E LA PuE28ENT 24080 H Z,
PuF, /UF, "o BEE LTiz, Toiciasme!, ez vz miEzsncn
Ap, WTROMBPUCHL T, BRERESTHL, BOB T ¥R A4ZRNICEAT 210,
WEEIF, TR7 %I B] 2B UT AL HCREENS 5,

ZrT, BEOIRUOQ, 7 v RIBIERT 2HEERHO 7 vt 7 =0 (UO,F,) K&
BLT, thxWERHNELTHL, ChitUF, FOPuFy 2FPANICREIE, COREE
AREFELH7 vy R LTPud T2 7 o e 2 E2HLERL LD

T, COTOEADAENARNSHERIVCEROTE > SBHALLOT, 15
DEFRICH>DTHET 2,

i

32 EBREKEBEILIUHME

Fig 3—1 i, AL Pu7y B BEBERER ] OXBRRERL, AROBER
TRANBEPuF, BRHEL, EHORBTRINEZPulF, BRERDP SN Lo T 5,

FFPuF, OEER, SREONI £— PiZHATHAPuO, #550C, 100v/ 0F,T,
WY v AL, AR LA PulF, 28~ T0CRABR LI 2= F 7 v 7 TEH L TH
T 5o

S &L, PuF, OREL, F, ZB 7 » B EGEORBERRTHSAMTOUF, BLUF,
WEric, BALYITHOMLHESLEBT 2, TLT, 3—4 F s THICHELE
PuF, # N, itk TSweep L, HEGELOEVLRELESFXEDHBRD SHTOR
BT AL S, RICHBMLEUFR, /F, /N, # 2 &, Mg sniZBRA 7
» FOUOF, W ENE, CZThhicPulFy 8LV UF, ENaFFbF7 y TUREZH, F,
REETALIFOATHRA L Zy T THESNA

rnd, RBREELNF s FRNIET, FORKEEE, AH156, BXI300mmTHD,
~10gBEOPuORERBRETUILETE %,

S Py BARI LSS, CHOOEEE, AKES =T Hy 7 LI ENTL A

BEH L7 U0, F, 12, U0, EHFO7 v B THY 3N, 10~50mesh ODBRRTH D,
EERICC OBEBICELT, 26007, 3EM, BAKLMETILS T 20 .

cm%ﬁ?u.Cm%%mﬂ%ﬁ%%ﬁfaC&%E%KfnﬂZAmE%&%1M%if
WBEOT, FBREKZ, TEINAHESIF, TR vy RIE] KHEETO 2o

O] NEEEE
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33 ERELIUEE
331 KB A

Table 3 —1 12, coEBROBPEFERIEARL, 113, UOF, O0BSEEIET, EOJIF
SEBTREIIC . Nid, I{ASNKUOF, 7 v%EiL, Wid, UQ,F, O 4ME 4
BB LU0, F, EUF, ORBTUF, OBRECEFET 2, Vid, UOT, & PuF, K Jis
Tk b

UO, Fy, &UFy 8L PuF, oRIFIINET, AREINTHELOT, TR, &b
TS 2RIEEREL, T0AFFZEH LT, 2088, UF, 8 X2 PuF, ORIKICH
LT, 4dFid, 20&8h+51, —Tdkcal/mol UT& 0, UF, 2O PulF, OA%5FIRNIC
VO, PR EEFEZESBERR TS AA[EENRATENIIRIN TN 4,

332 UQF, 0BAMMRELEUF, BLUF, tORK

AT~ 7B SR A EIC, PuF, /UF, OO ARS, UOF, ®F, 7 v EAiT & 248
KBLUUF, ODRBEEAZBELHMEZALBORE I REHEED ZMFET I -7

ZOHE, Table 3—21CRT E51T, 200CIEENT, VO, F, OBSFEE 2,
001w, 0 hr &<, UQ,F, O F, 7 v Bkt X 2%, 02, wo /hr BETH E,

F, £z 3 2 UF, oRE X, #RCF, nBX05¥TEH, KRG 1EMEI»SETT S
wmizH2oT, UF BB OREEA NI NEHEINZ, 25 0C T, Co@EIZES
UF, P2 6%+ KRELNAZEDS, 70X L2000 HNHEEMAELEL LN B,

PlEokEmss, UF, OREBLITUOF, 7 v BANEHETEXEPulF, /UF, 280D
BIREHFELT, 200CITFHBEYUTHEI L8bh o,

333 UOQF, ~nPulF, okE

1 WEREGEBRE

FoOEEE»EB O YHE 1 REEZRT, TF, 2B 7RI LE] oBEBRAEIIE
ZPul; BEEBAfM-ro Table 3—3 i3, WEBE100C~200C, PuF, B E
05~1L5v 0B TAPuNRER, REEE, REELRLTNE, 22T, PuF, BE
O#HIE, PuFy D4 » 54 YA FEOBRERED S, HEHAKO 30~4 0fFICHEEL e

chickzd, PuodBESEZ, 100~150C T, L3~1THLRDEF NI,
200C T, 2cmEAEHLINRy FEXLLE2DPH ST, 85 FL EmREINZ L &
FHiF 2o

Ft, PuF, BEOEKE®ELT, BEMNBOEREERSCANAMTIZS 24, Thid,
PuF, ®UO,F, KT HEBBERBBES LT EDEEZL SN %o

tE, BEEMLILTIY, PuF, 0RSEORGsHERCLL L, REEO~LFBHE
e b, BELAZPudEEESXERFICLE2E, PuF, THEZEHo, PuFed
BEHNUOTF, OBTILLsTIHNOATEEELONLY, CORBAENFLOENT
o, LoD RBEBBARATAAIE, FPLCEERMAESLETSD 5o

@ BREBD

Fig. 3—2 12, PuF, nUO,F, ~OBRBHERO—FETL, ERHSRAL T o 7
PudE, EE8HEF0EBIIEN T L PudBERT,
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ZOEL S, Pu @b NfIBICPLeLR0ERICH S0, 20%Pu OREN, BEESR
FHCBEL ., TXHEBAEZRLTOAL, BRARKEI ZPuBRSBEER, UO,F, 1g%0, Pu
0L2bgdl@mOETHYD, £/ Table 3~1ONOBEEREFRETHE, UO,F, OFIEEIL,
QD1ISEBETHLIOT, 3T PuRET 2 iElELsD 2,

@ EEREN ‘

Fige 3=-3Q, ROUOEREHEFLHLTTL=9RF oy b LIzbOT, B2t Eo
AL T A ¥~ (4E) LT, 15kcal/mol & K&NMEHE SN, ¢ OIE&EICE~
TREREY S, CORERETR, LERLENFNEESAOCINTEEL TV ALIHETE
EN b
334 WEAKLSOPuDEI

U0, Fy WBELKPuR#HZLLT, PulF, L LTERETENRTEXLZ LN, T OEE
ToEZNDREDN—DTH b AIRON Fy ZB 7 v RILE] 85T APud 7 v E(5 &
Sy M7 2 RUTHEPul, ELTHRTE 2 ENFHICHEINAH, COAEZHBICE
BNIVO,F,»PuF, BREAREZ 7 v B LTHAEL 2o

Tabje 3—-413, [ F, ZB 7 vy bl oFHUKSCL-T, U Puid7 v ELAE
RBThHio, UF, o0 FE»x 9 9%LIE, Pully, ORMENI L BN, TRAEL U,
PuAEld sz EMTEI,

335 Tvtez~a@HA

CoFLOWToe20BE3%, EM 7 v {tHBEREOHB I 7o~2 - FPC@EFBT AL, Fig.
3—4 lKrTLH, U7 v RAETETUF, WAL PuF, #8328 WOKOFTHRS
SGEEL, BonhUQF, «Pulf, BEALZ 7V v ENBERELE 7 vEAT 20 EMEZ SN
%o

Io, ZOPuF,  UF, ORBEDL T, PulF, EBfEE, PulF, B9 8BEDO Ny 77
w77 o AL L THRHTE B ATREMNS S,

3.4 # E

UOg ¥y L TPulF, 2FBINMICREIY, BEAXREL 7 v B LTPuZaRANT 270+
AOBEMAEIFT AL M T I,

Ak, LT ORRAEFEIL, KESEARAT EHICE, S5, BRECKREZTHIERTF
DS, FPPEHALLLI IO TOF—-20BEBEVLETH A

oo

EKMEETEHOCY OERFEHAZ LT B RET 2, THAMEREEEHS O
REREL (M4 7TFE) , AEHBK (B4 8EE) iiRICELBL EF 2T,
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B E H
1) Trevorrow L- E- et al, ANL=7347 (1967)
2) Cathers G- I- et al, ORNL—3298 (1962)
3) Steindler M- J. et al , ANL—6800 (19623)
4)

¥, 2l UK, A BARSEF, 50~-108195 (1975)

14 &% 3F,

76—02790 (1975)
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'i'able. 31 Possibility of Related Reactions

0
Reactions & Fa
‘ ( Keal / mol U)
| UOF:—>3UFs+ 2UsQe + 07 | + 84
* » L]
| UOF2 + 2F: — UFe + Oz — 63
UsOe + 2UFe = 4UOR2 +UR | — 177
L
g | 3UF + UFe = 2U2Fs + 1
©UOF: + UFs—2UF: + 07 | + 51
N |@UOF: + 2PuFe— - 74
UR + 2PuR + O

® no experimental study

Table. 32 Reactions of UOF, with F, and/or UFR
F o3

UQ,E ; 10,259 ( L=2,5¢em)

T ;,200°C,@=1~ 3hrs

u :~1.5cm/sec
N Reacti gas
0. eactions composition Results note
1 |thermal decompn, N 0.01 / br decompn. rate

P 2 % of UQE
o ed
1 fluorination 20 Ve F /N2 0.2, w / br Uoz%o vcﬂg_:mze
_ 20% R /N, , X fraction of
| UR; adsorption / 2.5 U, 0.5, UF, adsorbed
» Powder ( 10~50 mesh , 5=0.6, m/g )

» ¢ maximum adsorption
increased

during
to 26 °% . at 250*C

1~ 3 hrs



JARRI—-M 6393

Table. 33 Adsorption of Puf, on UQF,

UQF, . 10g{L=2cm)
€ . 3hs

u . 1.2 ~1.5 em/sec
PUF, in 1.6Y, UR/18vy, R /N,

Run conditions Pu loading adsorption| fraction
< rate 3 %* adsorbed
nos. PUF, T ( Pula)/ WE©)| ( a Pushr ) I(94 of Pu charge ) .
v t i o
AT 1.07°] 100 0.002; | 0.008s 1.3 %
A =2 0.9, 150 | 0.03 0.10 17 .
A-3 1.5 200 0.2 ' 0.8 85
A =4 0.5 200 0.09 0.32 99

o fraction of thermal decompn, ;, ~ 5 %
calculated by ANL-7347(1967)

» % qpparent rate ( adsorbed Pu/ reaction time )

Table. 34 Recovery of Pu/U
from the adsorbent

1. Experimental condition
UQF,- Puf, i ~ 2.85 g \
boat . S=15¢m?
P ) 70 mm Hg
tluorination [
step T CFz ! 8
'uc Vg mlmin, mif,
250 0~20  ~ 230 20
U 250 ‘
400
— 540 40
Pu ~100 i ~100
550 : | t08
H | 3

7. Recovery
UF, ;> 99 %

bl

PUF, 5 7 95 %
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Glove box (25" x1.0"x1.2"m )

Puck-T | - N —

Fs/N !

FiNe) 11 @ @ Ploe 6 |
| 17 | |
v
| I

(Pufg) | ©
| ® A [ocfiv;:ted
1 (] - . Al,04])
® p (WFe) (o0 (URey (NoF) evs
(Ng (PuOa] Fa/Ng) (UO,F,)
Hood
-——— PuFg preparaton =~ —— adsorption «$3d |Hood
® Fluorinator  (25°x300mmL ) (@) Adsorption .
@®) Cold trap  (10"x500 ) test trap (15;300mmL)
® UF, cylinder (30°x300 ) NoF trap (205300 )
Fig.3 1 Experimental system
for Pu fluoride separation ( SPICA)
UQF, i10g (L=2cm) Pulg)
c%23~|.'5cm/sec U L::(g) = 0.25
T 5 200°C R Jois o
1.5 PuR /1.6 UF,/18Y0s Fy /N, =
. 2F §
: £
g ge
= <010 - »,
T c
g adsorption 2 ~
(=2 o
21 £
Jo.05
{ec-x.kfgi _____ -
1 7 3
reaction time ( hrs)
Fig. 32 Adsorption curve of PuR on UO,F(A-3)
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2 15 100°
1 0;3 lo T ¢
K=
o =
~C 9
9 0? [}
s E
2% : g
e S
3 c q10 £
(S [
210 g
E e 8 E =15 keal /mol 9
g9 Ty
£ E X
O oS
Zg 52
g <5
by =10 'g Fy
- v =
102 - v
g
x
1 i L —
20 25 1.0
10/T ¢ °K' )
Fig.3 3 Effect of temperature
on PR.Fs adsorption
FBR core fuel (100000 MWD/r |
[U02 = PUOz - FPxOy] @
U0, F. Conversion
i -
Heod - End "g'i' to UOF, "}
I i
| |
20V¥o___|U fluoringtion | FP partial Fg selective UFg UFg
Fa/Ng (300~ 350°C) | |condensation adsorption ! purification conversion
“Fe two sfep BuF 1
fluorination * UO, Fa - PuF, b:cls - UP
I Pure |
~100% __|py fluorination FP partial PuFg | |PuFg thermal | _i PuFg
F {350~550°C) condensation|  |condensation|  |decompesition! | conversion

Fig. 3« Possible adaptation of PuFg adsorption on UOaF>
to conceptuat fluoride volatility process (JAERI)

24 —
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B b 0

BMESHO 7 vy ZILEBRFTHSER, [ F, ZB7»Z2/T8BI Ro5vBLU0 70 b
SO LDEHCETALED, ESo 2L LUTEANCARETHD, BE/EHLTHA
T EMEIF XL, £h, UF, HICEET 2PuF, ORIROBEFNELTUO,F, # A 7

BETHLZ EXFHLMITL I,
ABRINTNEMBEAELT, 7vyZE 70+t 20BBELIOFPO7 v EXGHOEE

BEBMNIBOERIRASSD, sIBTBFRLEDBTETH 4o
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Appendix., FAIBTHERILE

) EEMEELTENLHALRTFTPERDLCS (818D

O EEEEALEE (~10FMWD,/T#EER) i Lo b o T Appendix Table— 11T
Tt LT, I, Kr, Xe, ' HUEFHEUHFPEROLLBEALOEBNEEIN T 5o
COMBERFLLFELLbOTELNL, TTRRBENERATTONTINAANL (

f

—

;.8S. A )Y, FAR (France) MEHEBELAEBBIIEN S 0OTH L, BEEELLT, )
U0, —PuQ, AR FPENA LD, U0 Pul,  /FPxOyZ5l4 e d 2 2/ .
OEEE BT B, %

@ UQ,F, o PuFy OBBFL 20T ENL HICEZ T AL ((Eiml)
% PuFy #BmELHUOF, 5, Pul, ALZBRMIKET A ERTENOL, B
EgAE 7 o EEBILEEL, T TPuFULEIC 7y B LTERT 2, £k Nal,
LiFTR, BEMAERLANOTE OLESRELRENT, COEANUOF, £ 4
BEEO—DTH Ao
@ FEERELIZUOF, BROKBIREALE O (8H)
% Appendix Table—2 ICRTRMESMFOSOEFHA LI, ZHRTVO,F, XL v b2
WML, BRIl b Th L, LEERIZ, 06, m gTH0, HEHDHE L,
W MAHMIBEEOLIICELTLAD, &1, 7y FETREOBBEIE AL S DM
(B4
% ORMFEEE LT, @RS ER SNBN, HEUBFEETIE, ROHETN.
BETEBLEZONAEHERERELZE O LY, COFREZRATCERKBEOTEE
AT T B,
A TEL 7 »RZNIITRBRBEAOEFLE, FELTTAIFHAO Py OERICHENL SN
PEMESEETSD, SRBRBLIFPAGEORSRIAVEELIOLEDN,

e e e ieml e
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(FBR core)

Appendix Table 1 Standard Sham Fuoel
P,u02 15wt.% oxi
U0, 75 \ .
it ’ L%
FPxOy> 10 7

des

% Non-radinactive fission products

content s

chemical contents Ichemical contents
el ement s . . elements . “
species of compds species of compds
Ry Rb,0 0.04 5wt % Np Np,Os 0.020wt %
g, S, 0 0120 T Ma o I
. x - - M, { _ 1.550
Cg s, O 1,030 | (Ma03) j
Ba B,O 0280 . g T (Te) 0.300 f
Y YzOg 0.070 E l{;u ;
. Ry . 1.310
Agp Ag, O ¢.180 (Ry02)
Ca CgO 0.0990 | . Ry
! —_— 4 1 h i . 0.360
‘S]'l | Snz()3 0.060 (Rh()g)
Lg 1. 0O 0.290 Pq
2 Ag 3 - Py (% 1 0900
Ce CeO, B0 (PqO) |
P, Y0, 0.320 I, in,04 | 0.005
Nd Ng.,Os 0.86 0 B By, 08 0.050
Ey Ey,05 0.020 | e TeOo 0115
Gga Gg,0s 0.001 3 Sm,Ca D160
7 Z:0, 1.050 i I E Lr, 05 | 0.004
Sum 10000
( )added separately
Appendix Fublz 2
particle size distribeiion
of UO.F, uscd
particle size (mesh) %
—10~+20 6 9.3
—20~+4+30 257
—-30~+42 36
—42~+50 1.4
manufactured by
Furukaws Electrical eco. Lbd.




