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Abstract: A novel inorganic selective adsorbent for cesium, potassium nickel hexacyanofer-
rate (KNiFC/Ni) based on the surface of nickel matrix, was synthesized in site by a simple
water chemical method. Its surface chemical composition is K, ;Ni; ; Fe(CN),; determined by
X-ray photoelectron spectrometry (XPS), and the crystalline structure of KNiFC is face-
centered lattice with ¢=0. 996 0 nm determined by the X-ray diffractometry (XRD), and its
thick is about 40-80 nm. The adsorbent is stable in aqueous media. It has high adsorption
capacity, rapid adsorption kinetics and high selectivity for Cs*. The distribution coefficient
(Ky) for " Cs is up to 10° mL/g, and even in the 1. 0 mol/L NaNOj; solution, it is still over
10* ml./g. Tt is found that the adsorbent for """ Cs is typical ion-exchange mechanism.
Because NH; ion radius is close to Cs™, NH; has the strongest competition as compared to
Na®, Sr*", and H". The adsorbent is promising for "*’Cs separation and treatment of " Cs
liquid waste .

Key words: potassium nickel hexacyanoferrate; ' Cs; ion-exchange; selective adsorption

s BH#I:2013-10-30; 1T H#1:2014-01-24
VB 8 A e 4 (1982, 55 TR IRV, 8, B R 9% 01 AR BHIE 28 5 44 L&l



5 33

e T 8 5 < R 2 A 30 % P A B 5 4 BB P E 141

PTCs BB R R B (30,17 @)y 4
LRAE A P ) AR TS RO P R R A
IR L G R N B NG 1B o o WS A
X HEAT Z 3R AR B .l T R SR e LA
T S 7 FRG T Cs B T B R B T S
PR AL B . (HBS T A2 B g I e R 22 L R
22, R A [ Ak TR ME S5 . AR I . JEHLE T aS e
FR LA T B R T 2 o AR O A 9T DA TR AL
Wi F 700 Ak i S 1 Y T3 A R AT 5 A A
i 1 TC AL S 38 48 370 AT R B0 o o - 2 U 4 R
WA ALY I ZEREE AR B ER R REAKIL S W
BRERR SR A A AR o gk w AR
5 W R0 %F 4 114 o B 1 e A 3 TR I TR
IR 0 B S R R A B A N R R
JUT- A 13 1 4 8 W Ak W AT TR 5T L 4
REI,Cu.Co.Fe Ni } Zn W ZF LW Xf Cs
HARE RN I LA T X4 ¥4 )8 5
TRt 4 i B B % AU K ok FRE 1. Cs™ >
Rb' >NH; =K' >Na' >Li'?" fHix 4 )
W BF 700 K 22 5 7K ik [0 A 90 2 77 L IO P TR o . oy
VLA GE N GUARAR T R T 3-SR B AR AL S
AR AR A L RG 4 H R S5 A7 k0, RIS T
—EM ST, 3k E LR W02008002282 $i fit
{1 Si0,-KCoFC W Fff 7l J2&¥ CoCl, W B T £
FL AR RE AL SR S T2 I A Ak AR A e
AL REFLIE FN TP B KCoFCH iz R S it A
1) 22 AL SR AR L 2R 38 T AR i A 3%
¢ A S PE AR R AT F T BN A% . 1993 4F L SEEAR
R U S 36 25 A A L I VAR PR A M i T
BT UL ALK G W B AR B NaCoCF/
KCoCF & & 185 1 3¢ # 71 S AR I 1) 5 1% #h 2 =X 1
A TR 4 R W B R AT AE pH=1~10 [958
Bl H 2 Cs WSS #e i B R 2218 . oF
2R T —F Cs-Treat TCHLE F 2887, LR
NI I R R 25 550 5 35 1 B2 o KCoFeCN, 48 4
pH=1~13, @ F R AT ik 10° mL/g, i 7
43 Bt Rk 10" ~10° mL/g, FF i W Bff 5] Ak
B R KRR WA M Cs (ETBHFA R
2000, &b 5 "7 Cs HLIE BE 29y 150 Bq/L,
SR b 3 R B AR A B Tk R Ak O R Al i
[7) R0 o ARLATS A7 7E 7K ¥ Wb S 2k Ak 2 K i 1 )
B, AR T AE LG B — Bl AR 5y K A R 1 Y
TCAILIR BF A Rk o 7 B 5 6 T I A B4R R —
Tl B 1) 326

1 Lo

L1 (YEFFni
FH B A B F 2 A (TEOL company)
JSM6360LV Al g 43 ¥ T J S5 4 1 W B8 X A
HATR I S AW 2 434 . 55 [H ThermoFisher
Scientific 2 &) fff ESCALAB 250 %I 1 1 fE 1% {X
XPAE AT R A gy o B (XPS). TR OA
Shimadzu/Zy 5] 1) XRD-6000 43 # H A 4544 .

JI-IBA BN # G HE &5 e BORG BE R T 100,01
IR AR R A PR 7] s Nal (TD oy 3543, #4833 i
X7 Cs 667. 6 keV y BRI AL ZE K 5. 2% . b 5
AR | s X-Series [1 7Y B A 55 59 F i 1% 42
(ICP-MS) , % [E ThermoFisher Scientific 2y ],

S BT AL 2 R 2 g T R Ar A 4l T Cs Oy
A2l CsCLK ¥, v [ [ 28 24 W A 77
1.2 KNiFC/Ni I &

WERA FR B — & 8 Ni B il K,Fe (CN); -
3H,O F 50 mL Badreh. i A 20 mL %8+ /K H%
K, Fe(CN); « 3H, O i 5¢ 4. ARG . fE95+5) C
K T W 2 mL 2. 4 mol/L ) HCL, #i £ /2
N 30 min, ZJ5 E B 2 30 min, AR5, HEAE
FRPEERDOVE BB E W, B pH A
AR . B DITEE T 110 “CHuA dr e IR T
24 b A5 B A M R R RE 53 25 09 J7 2% B G
P B ORI B 45 2 H bR 7 4 KNIFC/Ni,

TG O A A o B &R B KNGFC/
NiLWF5E T B #F 3 VK Fe (CND ¥ B L B I
] VKCL e B2 Nt K O B2 09 52, IR L4 K
RN B8 T AR A R IR R
TSR AT A 0 W B AR AT T R AE A AR
1.3 WHEFEHNE

HERR PRI 0. 05 g W B %) F 15 mL By 5.0 8
N ARG S T Lo A SmlL 7 [R) e B 0 468 V5 kL TR
%% 2 min, i E 4 h;#EHAE 4000 r/min FE.L
15 min s JC_F 35 WROF A IR 5 55 8 14 ot 1% (ICP-
MS) i 7 5 R 46 7 e B S AR i 2 2 (D 1153 1 i
Bt g o VR W2 BR o g XoF S A v B o Y A TR I BT it
2. M4E Langmiver 2420 (2) 1 & . 5K 0 B 51
A& Q.

Cs 1 1 AH I B 57) - A ~F- 487 2 B 52 g Cmmol /)
SR U N N W7 = A

¢ — (co — )V

m

@y



142 BeAe o 5t e

5 36 &

S0y EWOT s 09 RV BE mmol /s ¥ 1
mh Cs -7 46 B mmol /L Vo, W JfF ik i AR B, L
m W BRI B . g
Langmiuer g [ff 73 .
QK¢

9= 1+ Kc 2
Horbr. Q. Mg B 500 A% B 18 MU AN B 4% & mmol/g;
KR E T 0 W2 B %5

1.4 #&iE
W BF 43 T 22 B (K ) 28 7 W T 467 e Wi o I
TE 9 AF ] 1) - 5 vk B =22 b, ek X =X (3) ir
Ne RT P KNIFC/Ni B B 5 %) Cs 14 5% B 1
B » SR S R 2 e K B MEfR AR 0. 05 g IR
BT 15 mLiY 3R S0 B0 N A AR pH
EARMEE T Cs 75 5 mL, %% 1~2 min,
R WK 4 he SRJ57E 4 000 r/min F & .0
15 min, L BV W 1 mL 76 NalCTD y 3% _E
it ok Ko {6, 3256 Bir YT Cs 5 A 3 B Ik
JEZh 2.0X10" Ba/L .l FIHT ] NaI(TD v 354X
T DN 2 L 2V B (BT .
K, — COC[ C %
Horp: G, Cs WG 16 BE W B Ba/L; C, s TR B
S FE T Cs BTG BEVR BE L Ba/Ls Vo 0 B 75 R 1Y 44
R mL s, 0 B 50009 0T 0 g

2 ZRMITR

2.1 KNiFC/Ni ¥&
Pt B R SR 1 S A
ESVa
aNi+ 22H + Fe(CN)§~ + (4 — 22)K" ——
K, Ni,Fe(CN); + xH, €]
Fil S
Ni+2H" — Ni* + H, (5
NI + Fe(CN)§ + (4 — 20)K" —
K, Ni,Fe(CN), (6)
Pty L R U B — A~ 2 SN AN RO T
R E AP S Ao H G ERIRS NI B R %
fi» 7 NI A A (A 2 T S 07 50 O 4 < U e T2 AR
ETAEAME T . Wl Fe(CND M KT
M TR 27 5 7 HOZ B3k Ni BRI 5 bR 58
S A BB TR A A AR Ni B AR TR O 2K
FALEA K, 2, Ni,[Fe(CN) J(x=1~2) WK [ #%

3

O BT O R SRR B R i R
Az RBE(5) FC6) Bl 23 A AR TR B B Hy N g
AR S T V8 WA AR TR O B A i ve .
TR AR T A G B R R B TS
SETES AR HE BCDTVE 224 345 i s I 251
45 H* IR A B ASRE R TR . A5 0. Fe(CND§ -
MK Ry #MEERn Ao axebs 7Rk
WIE A R N B Al 2 A2V WP R K
BUTTE . TATE S Ni 454 % 7.
F KNIiFC/Ni HA7 4 2% , 1 I 2% 55 A 2 4 0 JE 1%
A REE  H UL AR B s TR S I R R A B
1975 145 2 H AR 9 KNiFC/Ni,

PHUR ke A 2

. —o‘(lefUSI)OIl 1 (Ion concentration curve)

< —O\ layer

£ Y !
<« E-T8 !
# D -9 | K,Fe (CN) #3714 (Solution)
R E_40 !
2% T8 e

2 —O VOB Tk BE R R S

z A5 ; B - R R Ml £

= _]3 : (Ion concentration

1

grads curve)

Bl 1 KNIiFC/Ni W B 50 & B i 18
Fig. 1 Synthesis schematic diagram
of KNiFC/Ni adsorbent

B 27 73 5 g B 4 B (o) L I B AL 40 7
JE ORI [) (o) LR AR BT T AN [+ B0 R A R
JEE (D) 45 25 A X8 3 P9 W5 S 50 B2 6 Cs 19 982 B 5
Be R B R e i 2. DNIEL 2 F00 3 n] A 0 P
B ARACH A WL X Ko AR KB R0 . X2
PR DA 2% BRSO Ay 2 T B L B PE EORE T IR

5 -

N
T

W
T

10K,/ (mL+g")
— o

0 . .

0 2(‘)0 4(‘)0 6(‘)0 8(.)0 1 0.00 1 2.00
o/ (r+min")
m(KNiFC/Ni)= 0.1 g,
10 mL C(**7Cs)=2. 0X10* Bq/L
IR (Water solution) CF [i] (The same below))
B2 Bl sl B Ko B 152

Fig. 2 Influence of stirring rate on the K, value
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Fig. 13 Sorption kinetic curve
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0.996,1M % i Freundlich 1 iR & KT -1 &
%, 0. 17, 8K R % r=0.985<C0. 996, A Ik,
B AT S Langmuir B 53 J2 W B AR RY L wf
0045 N i W BT A B 1 T2 B A S R

HT W E W R O Ak o . XS
KNiFC/ Nimg fff 7] 3t 47 Cs W B J5 35 17 0% i 1

Langmuir(a) and Freundlich(b) fitting lines of sorption

e XPS 40 H7 AW 53 BT . W BfE Cs /i 5 FF &
) XPS i/ b8l s A& 1. M3 1 ml A1,
W Bt Cs 5 XPS g ik h & 8 T Cs Jo & . i Af
DA 5 12 W B 700 7 B 8 T TP IR I S L 1% T R
FIBH S B T Cs B F . DN RE I 43 BT (0 A1 X &
WA W Cs J5 K oo &R MM X & &b, Cs 1)
TR, HOK Bk b B AR ST Cs B3
o UL BRI R Cs BURR T K 120 B 5 Y
W B AL B % B A 4k AR L S BB Y S T R
5 W i

* 1 WK Cs BTJE XPS R TT R & & 04

Table 1

XPS elements content analysis of the adsorbent after and before sorption Cs

% it Cs Hij (Before adsorption Cs)

% [t Cs Jii (After adsorption Cs)

JG % (Elements)

x/% N/Nq /% N/Nq
C 50. 48 12.01 50. 97 15. 26
(0] 8.50 2.09 16. 49 3.92
N 25.22 6 20. 04 6
Ni 5. 36 1.27 4. 31 1.29
Fe 4.21 1. 00 3.35 1. 00
K 5.92 1.41 3.563 1. 06
Cs - 0 1. 31 0. 39

1k 2% 2 (Chemical formula) K. 41 Nip. 27 Fe(CN) g

K. 06 Cso. 39 Nip 29 Fe(CN) g

7 (Note) : No , N 5740 1/6(The 1/6 of N atom number) ; N, i % (Atom number)

KNiFC/Ni W [t Cs Hif J& 19 7 808k 73 51
AF 20 N2 WL R Cs Jm KGR B0
FEAZE T Cs W34 2, B SAy 32 W B 5] 182 B — 4>
Cs™ 1 [al I g Ji & — > KB 31X T RLSE W] %
Bif 2 RS BR b — A CsT AR T — 4~ KT F
A4 W BT AL R

3% it

R /K VAW 7 VR TE 42 8 NIRRT U A 1

TSR NG Al R A Y KNIFC/ Ni I
B 28007, % KNIFC B 5 /2 29y 40~80 nm,
O SEJT BRI R A AR B AR e
Ky Nij s Fe(CN)g o 1% KNIFC/Ni BA AR Fe s«

(1) Z W B FRIASIK A % Cs HA AR & i £
P, % Cs 9 Ky 7] 3% 10° mL/g, 3+ H pH.Na®
WA Sr* W A X A AN, B e(Na )=
0.1 mol/L i}, K, {HABKTF 10" mL/g;

(2) %M FfF 500 4 W B 3l g 27 AR B+ 295 mini



148 WA 5T AL % 36 &
R 2 MM E Cs 0y W B A0 K R ik i
Table 2 Equilibrium sorption amount of Cs and the release amount of K

1% [ i ( Before adsorption) W2 JfF S 17 J ( After adsorption) o

c(Cs)/(mmol « L™1) ¢(Cs)/(mmol «+ L™1)  ¢(K)/ (mmol » L™1) ¢(Cs)/(mmol + g=1) ¢ (K)/(mmol » g~ 1) "
5.79X10°° 8.27X10°6 5.12X10°° 5.54 X104 4.90X 104 1. 131
1.33X10°2 6.92X10° 1.20X 102 1.27X1073 1.15X10° 1. 104
2.03X1072 2.03X10°* 1. 89X 102 1.91X10°3 1. 80X 1073 1. 061
3.14X102 5.11X10* 3.15X102 2.95X10°° 3.01X10 % 0. 980
3.50X10°2 5.19X101 3.45X10°? 3.34X10°3 3.35X10°° 0. 997
3.79X10°2 8.27X10°1 3.68X10? 3.50X103 3.47X1073 1. 009
1.21X10°! 2.26X10°° 1.18X 10! 1.15X10°2 1.14X10°2 1. 009
9.43X10! 2.19X10 2 9.22X10°! 8.68X10 ? 8.92X10 2 0.973
1. 40 6.49X10 2 1. 34 1.29X10! 1.32X10 1! 0.977
1. 86 1.26 X101 1. 1.66 X101 1. 64101 1.012
2.24 2.12X10! 2.03 1.97X10° ! 1.87X10! 1. 053
(1.028)

1 (Note) : 55 P B J -2l ( The date in parentheses is average value)

B2 1T 35 90 26, W B SP- Ml [R] 29 2 1 hs

(3) NH, e i xd H g Bt Cs 19 Ky HA KK
R REE o (NH ) 38K, Ky {8 113 98 /N5 24
¢(NH;)=1.0 mol/L i, K, A It e KAEAK T 24
2 EH

(4) IZW BRI Cs 1Y W B Ay 125 5 52 46 0 Btk
ULt F NH % Cs AR A 584, K ik NH/
PR 7 23 532 M A 1 WO SR 28028
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