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Abstract: In this paper, the feasibility of plutonium separation from the solution of irradia-
ted neptunium target by solvent extraction with TBP was studied. The possibility of Pu(JV)-
Np(IV) combination as extracted valence combination was investigated from material liquid
preparation and process design. The two-step method of UDMH reduction-sodium nitrite
oxidation to control the valence state of Pu(IV )-Np(IV) was studied. The results show that
more than 99. 9% Pu([V) and 99. 5% Np(IV) can be kept stable for more than 4 h. Based on
this, an extraction process for plutonium separation from the solution of irradiated neptuni-
um target is designed and verified by cascade experiments. According to the designed
process, the yield of neptunium in 1A is 99.5%, the stripping rate of neptunium in 1B is
0.8%, and the stripping rate of plutonium is 99. 9%. The stripping rate of neptunium in 1C
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is 99.5%. The data show that the separation of neptunium and plutonium can be realized by

controlling the extracted valence combination of Pu(IV)-Np(IV) in feed, and yet the prob-

lems of long time stability of valence states and the weak extraction ability for neptunium

with TBP will affect the practical application of the process.

Key words: “*Pu; Np; irradiated neptunium target; solvent extraction; extracted valence

combination

FEFER B B2 B A3 15 2 J Ak sl B O T Y
IR 22 — 2 DA% Np o JFURE A 72255 Pu)
BLZWY., Pue—FaER AN o KK, H
EHA K 87. 7 a, 4 PP PuRE AR ] 7 AR 2 560 W/
kg MIEE . 78— 2L R ™ PufE AR ST 1F
HARRL OO R MR AT 35 1 050 CHY, 3 Se R
ST Pusl ok = AR ) f i i R 3 22— B
Pu A EN . BAE 20 tHhal BN AR
REE BT T Pulfy 7= i, . P PuE
SOk UE 2 M IR EE RE rp SR I, A Pul) — i
ERRSSNTR T Np B {4 1) £ — 8044 i A TR
B0 55 0 A 0 U AR L B B R — R R
JR& it SR A AR 1 ) A S e AR

PR B ) A R — R AN T < SR R AR A
o8 28 2ok 5 i % 20 R AR A 5 A 2 o AR TR A Ak
A R EH AL E N AR AL B4 KRB 1+ 4
W CIR & & I e il iU TE 380 8 1A 5 B J
TSR 2 2 R . PR R L HA NpO,-Al
YRELA B B2 R 80 %0,

o R L S AR O T B A DR I R S R
BEABR Z A0 A 48 IR A R I 2 e R (5 i
B A R ICE A BT VB B RS L
B85 . AL EOR AR IR R K F 99% . 52
Bt M ot R A H R T 107, B iR
i PR /N T 10 me, Hofl 4 )8 B i /b T
20 mg R IoeE IR K v 15 <<10° Bq, A,
DA A e W R B3 S BT i 4 R LA ]
R R R BISCR R A A R L o B
38 (P Puf B 1R RD

DA L A A T P PR I3 B R R AT LR
VA R AR I o T DL AR TR A ik [ AR AR TR
FEEUORN 6 [ A AR O RS, DL R = T PR
(TBP)/E £ B DA i e 5 80 3 i i b 2 0 25
BN 2 A [F 4 28 B € SR TE TBP H iy 23 IE L AS
] SE B AR 5 R JT R DL SR BRI i 43 5 TR
IR EEFEAE RN S G, B TFPullV),
Np(INOF Np (VD ¥ 07 LLgk TBP A B, H ik, M

i B R A B b T TBP AR A% IO A€ JUEE 1 BR
ABEAELELL FILA AN &4 A : Np (VD-PuClV)
Np(V)-Pu(CN) . NpC(IV)-PuCll) 1 NpCIV)-
PuCIV)RE . 08 IR A 1 4 5 A S 28 04 25 11
BHE . 528 Np Pu B $& ORI 43 85 . A TAE#L3E
TEZ BRRHG Ak 21 B 3z 1) TBP AR 0GR . F
FERE IR 25 45 R A 003 B BRI, 52 B
B SRA IR U NERZ 8. R
— R NpC(IVDO-PuC VO M S 444 TBP ZE 3
F B RRB W78 HLZE B RE

1 KBHS

1.1 g

1.S6500 #Y & {A [N Kk 11 %028 . 35 B Beckman
IER A 7] s HH-601 BUK IS, 8 M 435 B A ALA
AR A s FA2004 B+ K F /5 BE0.000 1 g,
i AE T LA A FR A 7] s Lambda 950 5240 a] L 43
JeOtE . SEE PE A+,

1.1- 5 C(UDMH) L 4fi i 2 85 %, v [
W KB T =B s TBP BE M B it = SN Bl (TTA)
SR T R N R =1 Vi e | B e
R 2 F 5 A R AN L 2 R R R L O R kR . A AT
afi , [5 25 48 B AL 22 R G FR A | 5 Np Pu il 85
[ i RE R A AT B AR AL
1.2 EWHIE

(1) V5 BRRE i 10 o) %

B 2k« 5 0 R BRI I D i A T
P, ZmArH H TTA £ HNO; 4 it ik 47 8 40
SR ERERY S EEERAEH. T EES d
BT A BRI T4 T Zm AN T (L BT T A R
NP Np),

BRB a4k - 48 9] B 5 58 4 2 Al A A5 B T R (5
55 v e HER 34 8% Pw)

A R it 1R 7 A% s VR T o A« S 0 T A L
M2 3t 8 10 20 Bt A 2 mol/ L 8 ST iR 7. 42k V5 L »
B AR A .

TBP/ 53 1 1 4%« 4 A B EG T B 20 26 TBP/



S CHETEAE S AN AC T DA R R S A A U P R B0 R B AR IR S A

T:PuClV)-NpCIV) 75

P SRR 1 1 B el ar A 5% (R
4380 Na, CO, 0. 1 mol/L HNO, £ % 3 K. i
Ja B oK BE G 2 P T o O B ) o
1A NFEZLFTRGRSRE.

(2) UDMH 5 HNO, fk 258 H il

e UDMH 3880 ACBEFR . 15 A [#]
Y NaNO, , 7 5 58 i BUE =730 A %5 &
i, 2 BROCHRL 13 0 UDMH (1) 4 .

(3) FEERM AT

i BRUS B7T Np#E A 1 5 A W A7 8 3 R vk
JE B A R R BF o F A AR A R e S Bl R
fife O A R . H T A R R i R A AE
Pu lL+4 3, Np Lh+5 kA FB5r+6
Hr Np f7 76, BT 5 B 45 i 6 48 506 o0
NpCIND-PuCIV) , F 2 45k 551 1 id 5 570) 47 76 19 7K
BRPE RN ESIARL, i1 TH, -4
TCIEA B2 40 [l B 3k B fr & M Bl A . Wik,
TEFH W 25 1 0 BR M A = NpC(IV)-PuCIV) - 58
— 2k T A 0 I D R R R R A R R R M
W B B I (NpCIV)-PuCIlID) 5 55 — 4 MR 38
ALY HNO, N1 3 ) 2% 22 7. il HNO,
B AN A R BIr 5 1 NpCIV)-PuCIV) o A2
o TR R 7 fE R LA K TG £ A Oy T 2F A
e AR SRR 15 T2 £ 7 UDMH 15 b 42 45 %5
P — 20 I8 SRR . AE R A% IR L BR VR
LI K UDMH, ] % 7% W% B2 B 4 3. 5 mol/L, UDMH
e B2 R 0. 2 mol/L,o(Np)a2 g/L,o(Pu)=0.5 g/L,

# 1 JKBEWH PuNp &
Table 1 Valences of Pu and Np in different solution

A AL 5 B0E S
Np Pu

Fe(SO;NH;) Np(IV) PuC Il
HNO, Np(V) PuC V)
NH,OH Np(IV) PuCllD
HNO, NpCVD PuC VD)
KI Np(IV) PuCllD
N, H, Np(IV) PuCIl)
SO, Np(IV) PuC D
KBrO; Np(VD) PuCVD)
crC 1D Np(IV) PuC [l
JE R AT Np(IV) PuCID

7E 80 ‘CIHIE 4 h.Hi 30 min &F 10 min Bl —¥KAE,
B TR A/ — ORE . W H R R RS L 8T
S N5 i TN IV IR 4 A1 ST 36 PR 9k B2 24 0. 4 mool/ L,
HI 30 min % 10 min B— KA, T k&2 /N
BC— ke . AR O I 3 T IRE 240 min,

(4) HRg

P SCHRL 16 8 2 592 30 5% i 22 90030 I A< X
SCYGTT W EAT . O O I R X R SR R AT 58
B A HENR 3 I 6] A 1 min, B0 0 AH L E R 45 L
24 2 min,

2 HR5WH

2.1 BHEMEH
2.1.1 UDMHJE}E%% H SCHkC15, 17 0] 1,
UDMH 5 NpC V) iy ) i 77 f X =X (D)
2NpO, +(CH;),NNH, +6H"—
2Np'" +(CH;),NNH" +4H,0 (D
W80~95 CHf, UDMH 5 Np( V) [ gl J1 2% 5 f
(2.
—de(Np(V))/dt=k » ¢c((CH;),NNH, ) -
c(Np(V)) « c**(H") (2)
Horr, 24 80 °C B, AH N Ay B 28 H R (1,25 =
0.12) X 10 (mol/L)** /min, AF4FE 80 ‘C,Np(V)
W) b Bk S 2 g/L, UDMH ) 4 ¥k &
0.2 mol/L,FRJ¥ J 3.5 mol/L, A] 54 24 99. 9%
Np( V) # UDMH it J& 3] Np (IV) fF 55 0f [6] K
730.5 s, Pu(IV) 1 UDMH Jz i et k=t (3)
(CH;),NNH, +4Pu'" +2H,0 —
2CH;OH+N,+4H " +4Pu’" (3)
il PuCIV) A1 UDMH Sl 18 8l g 2 J5 88 R = (4)
—de(PuCIV)) /de=kc"*" ((CH;),NNH,) -
c(Pu(lV)) « ¢ 22(H™) (4)
M032 °C i, ol FH B 5.67 <10 (mol/1)" "/
min, H 245 EF 5, PuV) it UDMH JZ h 38 R
Peo IBATE 32 °C,PullDPIR B WK EE N 0.5 g/L,
UDMH %] & 4 B 47 0. 2 mol/ L, B2 B 3. 5 mol/L,
it A 99.9% PuClV) g UDMH & Ji 5|
PuClll) filr & B 18] Oy 218.6 s, >4 3 B F i B
Pu(IV) A1 UDMH J i 3 % i e, P £ 80 °C
BE AR S5 1 F . #2545 99. 9% PuC V) # UDMH
R E] PuClllD B g B (8] — /N T 218. 6 s,
B LA b 3RR AT, 7 42 R B R, UDMH 1]
Py Np(V) . PuCV) & JEF] Np (V) \Pu (1D,
P BT T 27 %6:80 C O Np (V)W 4R it



76

Bfess Sictey H4dg

BN 2 g/L.PullV) IR REHEN 0.5 g/L.
UDMH #J 844 & 4 0. 2 mol/ L& 4 3. 5 mol/L,
TEMARAET 5T NpCIV ) (PuClll) #% 4k % B iy
] A A O 25 SRR TR 1.l I 1 Al AE 58
B4R .10 min J5 98. 0% % Np (V) 38 5
NpCIV) L 1 R B KT 99. 9% ) PuC V) 338 J5 Ky
PuClll), H 180 min J&5 #AT) R FEAS PR 45 76 DUy, 110
R ORHFLE =M. Uk, /M T2 k0. 2 mol/L
UDMH. & F 24 3.5 mol/L, 80 °C f ji& 30 min
B, Al 2 g/L 9 Np( V) A1 0.5 g/L ) PuClV)
I3 B E NpCIV) A PuCllD .

X
K|
40

&

0 20 40 60 80 100 120 140 160 180
S ]/ min
¢ — Np(IV).H PuClD
Bl 1 NpCIV)  PuClll D% Ak 28 B s ] 1) 428 1656 3

Fig. 1 Relationship between percent
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Table 4 Cascade extraction conditions of 1B

B/ B8 TZEZH
1BX 0.2 mol/L Fe(SA),-0. 1 mol/L N, H, .
¢(HNO3;) =7. 0 mol/L
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Fig. 9 Concentrations of Np(a) and Pu(b) in organic and aqueous phases from different stages
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1CX c¢(HNO;3)=0. 3 mol/L
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