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We have studied selective separation of Cs and Sr, which are included in high level liquid waste
(HLLW) generated from reprocessing of spent nuclear fuel and are major heat generators, by using novel
extractant impregnated adsorbents. Cs adsorbent prepared in this study using calix arane derivatives as an
extractant showed excellent selectivity for Cs. Leakage of the extractant from the adsorbent through a
packed column was negligibly small and dynamic capacity of Cs hardly decreased. In addition, it also
showed significant stability against gamma irradiation; dynamic capacity of Cs was maintained after
gamma irradiation. Sr adsorbent using crown ether derivatives as an extractant also showed high selectivity
for Sr from nitric acid solution, except for Ba and Tc. Dynamic capacity of Sr decreased after the column
was used repeatedly, because small amount of the extractant was leaked from the adsorbent into aqueous
phase. Dynamic capacity decreased ca. 30% after gamma irradiation. Hot test using genuine HLLW stored
in NUCEF was performed for separation of Cs and Sr through columns, respectively. Each Cs and Sr was
separated from other typical fisson product elements as well as the results obtained in preliminary
experiments. Finally, Cs and Sr were separated according to a supposed separation scheme. Although some

complexing agents were added in simulate HLLW, no negative effect was found.

Keywords: Cs, Sr, HLLW, Solvent Impregnated Resin, Column Separation, Irradiation

Present study includes the result of “Development of separation technology of transuranium elements and
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1. ¥

DAENT I TRE BB SF) O FHALEE THRAT 2 & LV BEIRHLLW)IX, 7 AFEk L
T 30~50 LERIRTHE L 72 % I B ALy 3 2 FHIAED H TV A Y, M5y 2 FOlEE DR S H
TG OF SR OB S | BEFEMOBMFLEZX L Z ENEBETH S, SF 1 Cs & Sr i
EFBWEIC LV . HLLW ORI KE oA 2R N &2 52 DS ZUERI(FP) LHE Th 5.
it F 7% FBR-MOX #5BF CEHTHLD H UKL 1624720 @ Cs e O St D EEARK, AREEEL (CEm
BEFERD 70 GWAtHM, 4 EIIR 4 45, ORIGEN2 #H5H) 13 Sr: 8.77X10° g, 4.46X 10" W(Sr+Y) ;
Cs: 7.11X10°g, 1.46X10° W(Cs+Ba) T 52,

—747, Cs & Sr OLEREE TCs O St TV RE R FE > TV D b DO D825 30 4F &
B, o T Cs+ Sr Zfthod FP X° TRU & 438l U ClaETR - HHEL 23 U5 2 L ILAHET
B 5%, KRB A 2 L BISSHEHECY W) 2 O RTARE A LAUIE, Cs-Sr O/ A EIR) 22 AL S % 35
AT D HLLW 4% 2 F U A%, Cs-Sr &2 508 L 22 WA I AT T ALK D ALY 25~40%H])
JCTE 5, SYBEEL L7 Cs, SridfIELEIR & L COFMFANAEETH S, f-> T, SF »
B Cs, Sr &4t T VR, EULARARE OB 7o B % QR AR O KIE 7 BAE S TR & 72 0 |
HLLW LBy O PE b BREEAMHEIL. EIRA IR H OB O CTHEERERNH D,
AWFFETIE Fig. 1 1R THEEA T —LZEL TS, BlH, HLLW 2 b~ A F—7 7 F= K%
SYBEENNAL . BAHEDOAINT v R &R, @R BRI & EHE Cs KO Sr & NEIZ 4Bl
W25 7avAThd,

Cs. Sr SYBERFZEIER-< 2B R I etEsE E b TE 121 BT I a5 15 & TR s
BIZKRAITE D, WAEETIE, BATA4 b, FHUBE, REMET =0 o7 A o BN E
RBRANSENTND, LR b, KFEA A ROHFILROBRFRAIZLD0FE, 0 - Biry
AL 1 D ZIRBESEMIE A BUVIERE (< DGE) « MRREEAID T T LWAEERFE~
OEHBRETH 2 Z LEOREN SV | RS 0 RTEB LISV EZ I BRD,

AR, WEBEHRHEAIZERTH Y, Cs ° St ITEWIBIRMEZ RT I Y v 7 AT T 0 UFERS Y
T =T L RERALS YA TR STV, RERZR S OIE, Calix[4]arene crown
6 il Cs WEEICHE LT\ 5 & SU{L CEA (77 v AJRFHF) @ CCCEX™?Y<>% ORNL
(A—2 VU v PESLHIERT) & INEEL (7 A ZR[ESL THEEBEMIEAT) OfhtAl & LT
Calix[4]arene-bis(tert-octylbenzo-crown-6) (BOBCalixC6) % F\ N C 7 /v U PEBEIR 2> 5 D Cs 4y B % H
e LTW5 CSSX*V 7 ut 2 Th 5, Crown FLNEEE Cs(I) * St(I)A A > ORI #E S L= W
A RZHIET 52 & T, O TERWEBRMNEAET 5, £z, 7 7 v R E O EY
AN AT REENL TV D LGS h T g 17,

—J. ZHHORERICEWIFEHORMMKBFGRAI R T, ravy, XUBUVESDOR
FRPENZ LWZ EMRERKETH D, ZD7=®, kil CCCEX, CSSX rEATIE=hr~x
R MR T 2=V FA— T VEORBRGIRAI AR L7720 | AAETIE R T > & H
LOARIRA L L CflEiiu Ty 5 TPH(tetrapropylhydrogene) % fifi 3~ 5 554 C H ASFIIR L A 0.001~
0.1 M (= mol/dm’) & 2272 W AR 39 & SICH ZAR R &2 301§ 5 7= I Hi 2 OB HETREA 2 % &
IZEINT %, HHARE MR OB A ENZL 20 . BEORERLERMBHRLETH Y,
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FALHE S R 72 O E AR IR 2 2 < AT D, I, WL FRIARLEMEICHRT 2 %4
PEORE b A TV D,

Ul Eo@hn & SE 2, TEBRREENT Cs - St IS LEVBIRMAFET 20 ) v 7 R7 T
FERL Y TV =T VB SRR TICERAR L, # T ACHEELT, s a~ Y
5 TR & D HEH 2 BRI ORF e R 21T - 7=, @RWAEHIZ MWD 2 & T, A
HMERIEL e D7, AT 2 AHEEIIRAERICER S DAl L ZEROR LR A
VAR O B2 KIEIIR T & 5, AR TIZZ AT Y W OREIIAF L V=B
Y ERE SEEEARE OB Lz, IREOSIHME Y ) I _— A MUK SN D 720,
BEAEA B AS AN A A OFEHL - MBS HRENE LA EL, 27 2NOFERNNSL, &
WHOEBIE N TE %, ZOX I, AEMIE R U7 B o0k 0 W5 #I 0 K S % JEAR T & |
T RRGEE « BN 2 AT D A R A BRI BT O EB N TE B,
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2. Cs 7y BfER v BA 7&

2.1 WA A AR
2.1.1 F2Br

VYPRIAE 50 pm DR—F AL Y HICAF LU P2 ARV P R ~—2RE S BRI,
Fig. 2 {2759 1,3-[(2,4-diethyl-heptylethoxy)oxy]-2,4-crown-6-calix[4]arene (Calix)f i & OB # &
LCRTH )=, AT ETH ) —NI~NFHTH ) — NV EGRSETREMEZRAR L, &
BIFES OV TEIBEBRICEER ST 0 LI, RIS S22V IR D A L2k S AT T5
B SE A + SRR (SRR & AoV SR FHAD E FRL L [ Calix + -
dodecanol (1.25)],

W& A DAL T BVE B HT(TO)IT K D a2 B~ 7z, MIEE, 2K T T=EE~
600°C & CHIEHE 10°C/min TIT> 72, Calix D3RRI 370°CLLETH DM, 2 OIREEITHK
IZEEND, RIVAF LUV B AR B DOSRIRE LIZEFRCTH D720, Cs WAEAIFO
Calix ZiIRBEIZEREMO N OEERD D Z LIxTE 2R, 2ok, HIKO TG HIE BTV, IR
HORY AF LUV E=ARB U OEBELERDTZ(15wt%), € INOLEWRERITIZEHEEND R
JAF LB AR B U EEW,) 2R (DITHE> TROT,

— W (1)

XFD 015 1FHEDRY ZF Lo VAR B U DOEIG(15wt%). Wild Cs WEH O TG HIE#%
HE, TRbbR I AF LU PR B U R RV EROHEAEREZRT, FRUTRT LD
(2, Cs WAEAID 370°CLL EOEERD (W) B W, 722 LB\ efEiZz, EGiREWAEAIT O Calix
HiE (W) &L, BREW%)EFHE L.

We =Ws70 —Wp ()

AU E A 2 RS 2 Ak O IE L 2 HEET 572, BET 1EIC K 2K KOS Al O b
FEEEZIT o720 MEIXEE 30%~) VAT A ML —HETIToTn, BRI
2L TCD (BMm R ) CER L7,

BWRAERID 5y BB & Sy FRBRIC L 01T o 7o, HEBEAMO N T AL 7OV, WAEH
#0025 gD . REM7R FP 2 G T MBBIAIKZ 5 em’ N 72, FEIC 25CH L <1 30CoE
RIR L DT 2 FEHIR & 5 SHT7h, M E 2 5> B CIT=|IE TR E 5 L, IRE 5.
HBEE 045 um O 7 4 V& —Z T, B0 Lz, B E D Rtk 0K O 48R E % R
T, ¥y BTV —BRIKEER, FEEG T T X RIS NN EERE (CP-AES), 72137
WIEL 7T A< B OWEE(JCP-MS) TER Lz, MUFMEDTTH#E, BRI REZHIE Lz, &
BAREK Ky (em’/g) 2 R (3), FE7- 13k v B L7,

Co—Ceq V

K, = .
' g W ®)

Ag—Acq V

K, = —
d Aoq X W 4)
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ZIT QAR Cog IR DR E 5 BROKAAF DG L 72 D BIROIREEZ . Ag KT Aeq 1IHIH]
B MR L 9 % OKP ORI L e DO EE T ERT, £2, V(em)RD W (g)idk
FOEFE R OWAER OB EREZ ZNERT, SRWERDHARMBICER L7z Calix OREIT
Wik v~ N7 7 ¢ —EROHEEE(LC/MS)E N TER LTz,

2.1.2 R & EL
2.1.2.1 FHBK - #Ed

BIREIC LD R U2 WAE RIS PTE DAL & L Tl S e 2 2 E & 0TI K W R L7,
RFER7Z2 Cs WAEAID, TG IZ X 2HEERD ) OHEE LIz fiH L O E A O FiRE LS BET £IC
XD WEREMENET —# % Table 1 1237, fHIMNOBTFIIHALEEZRLTW5, £/, Fig. 3
(2 Cs WasF OBEHE BRI ER RONEL 2 ="d, HIABELOIFHERITES B LTEBY ., g
EOMPARLLEAN ZRINTND Z L 2R TE T,

fit 5, AL B LEREBITET L, A O EFRIC K D R EEOBAIL,
octyl(phenyl)-N,N-diisobutylcarbamoylmethylphosphine oxide (CMPO)% &% S 7= AEANZ BT
BlESNTEY . ZOBREOMILEREDOZE(C0E AN E FBMEE(SEM)D B D2k 6 | HdKifk
O T, MIFLNA~O CMPO DHFFITEIN LT\ 5 Z & MR S =™, AREAICB TS
A SE A HUEDOMMALNIZEFIR SN TND Z N TFREIND,

2.1.2.2 =R

Cs WAEANL Cs IZHFT D EWRIRIEN RO B D72, Cs K OMRERZ FP ouR O /RS A
FH7=, Table 2 O Fig. 4 [Z&EAIE LT RT I/ — &R\ Cs WEAITD, Table 3 KN
Fig. SICUEAIE LTAXYTH /) — L Z Wiz Cs AR TD, MHERIRE 22 2 123548 DR FH
7% FP JCHEE DSR2, OBUREN 10 cm’/g 22 72DI1E Cs & PudDAHTH Y . ot
FIXFEAEWBEINRNZ ERHLNIR -T2, Cs OEUREITSEANC KT h /) — v % H
WG EITIIHBIRE 2~6 M TEi<, —FH. ~F V70— Va2 BEANTHWIZ5E12IE 3~6
M TEWEZ R L, [ivh, KRERE CIEOBRREMEN -0 SiREMBIRK» D Cs &
W U, AR RS RIR TR IS « M TE %, Fig. 11RT X 91, AT HLLW IZ& £h
% Pu [T T OWBAMMIEIZ L > T HLLW M oBRESN D Z L&At L LTV, AWEEANT
HLLW 725 Cs DA ZRIRICWET D EE 2 6D,

2.1.2.3 HEEE~DEEH

AWFFETRER U 7oA ANTHRICH A 2 SR S TR L Th 5720, iHIRE ORI & Hfil
SEDH L, BRRSETHEADKE A~ T 5, EHFENIR A OBKESIC Lo TRIE S
HEEZLNDN, AT AETHRYELFAT 720120, KHE~OBEHEITERNZ EnZEEL
WV, 25COMEIRE S ST 1 BERIR & 5 W78y FIETO Cs WAEHID B O HF OV HjE
J£% Table 4 (Z/3d, (AL OWFEFINS S, Calix OIEHEEX 1 ppm K TH -7, 72721,
232 HiTHIRT 5 X 9 ICRFFHIEEE & Pefih S 5 LA EITIIN U, R Co Cs WAEHID
DIEFE~OEH IS ETH Y, 2222 THRIRT D0 T LBROFE R O b IHEE~OIHA HPE
RO TEWZ ER0 D,
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2.2 WHEH DR

2.2.1 FBr

ARFRER CIIE A & Al OV E(ME) 2 2 b ST, A E &), SEAIE R ).
AEEEWNCOWTLLFORREZ -3 & 5 ICFf L=,

Wg B
Wg+ Wy +Ws

0.25 (%)

M/E (34 A D 55 - 8 (Fp) L OB AN D 5y 1 8B (Fn) D> B o

M Fy Wg

T ©
ThdH, o T, HEEELZ R ETNIE, FTRIVIHAEEROCWEHEEILZ ME 50T
—BIEESN D,

We= ., & @)

M Fu ®

E Fg

AR U 7= WS O B BRI A 25 RS o RIS K 0 | BRI RIIR S 25 I Eh 7 RIS K 0

LT, Ay FIEE 211 fi & RO FIEC & 0 REEFORSSRRENEL, T2/ 327

W A AE LT, FROENREIRAD T £ v T 1 2 77 b iR 4 Bk B LT,
kAmaxx

1+ kx ®)

T IZT, AlX Cs DR, KIT BT, Ap (TEAFILAER R, x (TEERF D Cs DIREEZZNTE
R,

717 DETENEZ 10 mm, @S 300 mm O3A Ly 7 AT T A T KT Cs WEHE AT
U—RCHRE L7z, REEREMK TR Lotk CHBRZ 2K L, WHiRO 300 nm (2315 50
FEARRET HZ LT, REEROFEERV)ZRE LT, ZD%, Cs WaEHSIT 7 L EFTERE O
fCarT 4a=r %, Cs EELZ 10 mM (CFHHE U ArE i o2 1 cm’/min T
WL, fiia 7727 v aral s 2 —2k b —EREEIcomEiHE L <, miktho Cs i@
JEEJRFWE, v BT ) —EBRIKEEERE T ICP-MS THIE L. AlhEdhig 2 Bs Lz, s
(VoI ZH HiR OS2 B A0 EH I DWW TEART L ATV, SEEIERR & x fil & DA S AR &
L7z, BRI S R B(dgn)l T FRE VR DT,

Co(Vp — Vo)

Adyn - VB

(10)
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T IT Co RHEIED Cs JREE(10 mM)Z, Vg 13 7 MCTEH L2 RAER DB Y KA Y 22—
L BV)&E ENEIRT,

222 fER B
22.2.1 FREEIFNIR A2 &

AT THAT 2WERNIH T LETHHT 2 ZE2BEL TN D0, @ L-ULBEIRTICE
FiLDH Cs fthd FP O 0BET 2720121%, —H Cs 20 7 AITWE S TS oM ENRNH 5,
o T, WAER OB ERETHIICENI ENZEE LY, 22 TE, WEAIOWER &
FOFNM/E)ZZ(L S, S 7ok 2 58 L7z,

M/E bt 2 ZE b S8 7 Cs WaEHI~D Cs Dl ¥A: Fig. 6 1277, FT 0/ — vz il
FITIE, Cs OEREIT M/E S EIN3 2100 THI L7z, £7o. ZEAIZ~F T H ) —
M LTEBEEE. R ) =V EAWEEAE L0 b OERENMEL 2o T,

S & A O TV EE(M/E) & B L S 72 Cs WA FI OWE SRR 2 B Uiz, W 4 M
THUS L2 E R ONREE % Fig. 712779, KFOWHHRITXO)TT 4+ v 7 1 > 7 Lizlalmih
WRTd D, BWAEHOWAETFIRMD S TG LI s fafml & A & & M/E LLOBfR % % Fig. 8 1T/
o CsWAEMTIXEEANZA~FHT I 7 — & HWTZ5E . M/E S 2 (3 ChvIMEZ =~ 6 O
D, JEW ME LO#BHCEW IR EREE R LTI, — ., RTH/—VvEHOTHAZ, &
WEIFIRE R EZGDN D ME ORI Z E R L E o7, - T, Cs WAEAIDS
BENNINF YT H ) — ANl THEE2LND,

Calix + n-hexadecanol WAL M/E te7s 4 2 TH @V afik AR &35 7223, M/E ke
EELTHLEERIEHLERENMHEMT L L TH—RATY =B LIS, BT A
~OFRBHETORD WP EH LD, > T, ME MEL fafnl AR &S &V Calix + n-
hexadecanol (1.25)23fiiE 72 Cs WA A &8 E LT,

2.2.2.2 BhHYEFNIR A R &

KFZE CIIERWAERZFRIE LI h T 252 HOWESEEREZBEL TV, BT AETOEN
IR EREDNEITIUZ, 77 LA XE/NESLTDHTENAMREICAR Y | BEREDHIHIC K& <
HEkCT& 5, —F., #ifaflgAErm< &b, WEEENHSICH < A iud, 9L b
R AR EITE <X b, 2 TIEA T AEIC X ) Bl E R EEFE L7z, RS
2.2.2.1 HiOFERIZHE-S X | Calix + n-hexadecanol(1.25) DB RN 75 ¥ & & i~ 7=, Calix & DW
R TITRYEAIR L 4 M AHE TR R R & 725 2 L 6%, HERTRORIRIRE % 4 MICHE
L. 1A 7 VORBfcET HBEIfHOR%E Table 5 128 T EE LT CsWEAID 7 AT IEL
KR LTc, Cs WAEAIH 7 L TO Cs OB Z Fig. 9 12T, FIHOfafkaE% &L 116
mmol/L ToHh o7z, W\ TH T LIIEHERE 10 1 7 V05 ER Lth, LRt & AR OMGERER
UM LTz, AT, 10 YA 7 Vo ARk Lotk RBRICOm RSk 2 520 L7z, A dh#t i Fig. 9
IR LTH D (R OEAEIIIEARY A 7 VR T), Fidhe 10 A 7 v, 20 B 14 7 WER%ZO
ORI E A EED VIR THAMEREWZ &R0,

—Ji. Fig. 1 lIRTHHAFX — LRI TORERESEZEET D L. Sl TROMBREE L 3
MBETH—T5Z EMNEE LN LY, FERICHHGIKORBEIIEZ 3 M ICERE LT Table
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6 \RT BB Z M K LRI L7256 O A2 35140 Uiz, ARREBR T HRIRIC Cs 2.,
&0 EBEEOM ARETICIT WA AR L7, Fig. 1012 1~30 %A Z VORI O 70 7 7 A V%
Fig. 11 12 31~60 %A 7 VOWHIRDO T 0 7 7 A V&R T, ©— iR E B OMER TR —K
LTWRWzD, E—=7@m3TE6 2R H 50, BHDNEIRN—ATA UV ETTIFR->TEY, 4%
TBEYA 7 VT Cs ODIEBENRSE T LTWA Z Enmgnnd, £, EERORBIEEX 1~30 1 7 v
TIX 0.98, 31~60 %1 7 /LTl 0.94 LIFIEFLENEIU ST, Fig 1212, TS L7 fhir
R 30 A TR 60 YA 7 VOFIME S, BRfEREREITIZLEA LD L TEHT,
A AEFNTER D 70 T AMERE W Z E R B E 72570, Fig. 1312 ERLaBR CfF O -8
IR AR EOE L E £ LT, IR 3M L0 4 M ONOEE ISR &I L
A ETAD L2 E N HER T E T2,

2.3 MR

2.3.1 EBr

HBERENOT T A, TS, FrEROWAEAIZFFIY | HEREE S L < ITREMZR FP &
G 2 N2 CIRFE S8, v MIREHT B AR 7 AR FEB s tE i &1 AR ZE T o
a0 k60 BRI HEER TITV, BRI ARBAETH L EBE LTS T LOREDH DT
WRECHUR L7, MERIZT I/ 7 LA (B ERIZAWTHE Lo, PTE DR E%Z B,
JERIL., A% LC/MS THHT L. MS 5D A A AIZRRIEALFA A ALIEAPC) & Fv 7=, BE
MEEOMEAZ 50%7 & b=V AKERIZER L, EEAOREEREE LTV, BEL
TeWR AR S, REWZ2 FP O BLRECE 211 i & RERD Sy FIETHIE L, WaE R
M L7z, FEo. IO LI AERE T AT L, 2.2.1 fi & Rk ik CEN Aa ik
EREEWE L,

2320 R EBL

i LSOV BEIR OO ALEE T I3 A AN LR\ VBRI IR S 41 5. WA AN RS U7 Ao s B A
M THY . BURBIZ K 2BIERAEL D, BERHRAILIZ X 28GR EOWD . & 50IE%H
LRI L0 @mBRIENLESND Z LENEX ObNDL 72D, T 2 TIEHRAERNS v #75 RE L,
F DR TN LT,

WIS B#% DA N NRIRDIVBIEE 2 Fig. 14 (RT, R OWREFN I AR (D28 (4, 7558
D HI, BERMBEREORE WIEEANEEZADOESWVNEN-T2, 4 M file & Bl <8 C R
L7z Cs WAEHKI~D Cs DoyEifaE % Fig. 15 278§ [Calix + n-dodecanol(5.56)], Hfiliix & /N> F
R TOKMOMEERE A . Htflx Cs ONEREE R L, RPOBMEITMHRELERL T D,
0 kGy OWAEFNIFEIRE TILH 5 A, FEFEN827 kGy) & [ AR 721 ilERTAIR & Bl S ¥ /- b o
ThbH, MEHEOHEIMIEN, Cs OBREDMET L, 827 kGy @ UK THBUREITIZIT
L7z, Fig. 16 I[ZHH & & IHEZ D Cs ONEUREROBMRZ R T, SEITIERHN TITH 223,
SRRt & R 720 REBRTR R & il S B2 BRI TR O NI BRI TH Y | iR~ DUE A D
RH78 EORBCHIFRI N R 725 2 & T Cs OOERENHIRL T\d, b7 my k
EDFESN y MIBENC X AR L EZ DN D, RIBEHOWEH]TITLYIK 70 glem® T - 7=/
FRES R ROE & TR TF L, K 60 glem® (T TEFITE L TWD, ZhiE, ZOFRFICBNT
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SUE AN ORI ESWielew L b g, £, P OFEREZMHT =7 a v MIRKS
HFEO—HEEE LTZRERNCL > THEONTEAEMRETH L Z L 2R L TWD, KR ORI
FE.WR-FE, HDOWVITHREENRZRLG5E5TH, Cs ONEREIZEAEEDY 1372 BEIX
FEALEBNEEZ LD,

RIS DKFHZ LCOMS ZHWTotr L,y BRI L 25k 58 230 ~7, Fig. 17 I~ T &
H1Z. Calix A OEEAER L 2 30T L7235A D APCIIZ K D MS A7 hviL, 777 A bA
T DIZE W EENZT MUVRHER Sz, BT E L AR OKET O Calix O¥RE DMK
% Fig. 18 12”7, BRENEIRSEE, IR O Calix © LCMS IZ K 5 EREFEEA TR LT
Lo HHFOLFIE—EOBKNEHEEZEE L CND I EERL TS, [+Metals] 124 5 mM O
Na, Rb, Sr, Y. Zr, Mo, Ru, Rh, Pd, Cs, Ba, Nd® 11 iR Z K72 FP ik & L TETr 4
M FHEETRIRHIZIR U CHRE L7, B O sl i B B0RE & Rl — W R ARV IR & $fih S W 7= 308k ©
DOMRERTH D, Flo, HIROT-D MO BRI 42 E L CTHRE L7230 58T b 0 TOR
Lize vy #Ra T2 2 & TRMEFD Calix DD, IERHRFL Y BIETLTEHBY v FRESH
K o THIHAI O IEDSBIE SN TWD Z &R0 D, 827 kGy M L7=3560, ©— 27 a0
MS A7 kL% Fig. 19 127, EHEREICRONTE m/z 1041 OB — 7133 L A SIS 720 |
m/z 969 K LT HEKOE— 7 NSz, 2R XY, Calix 1Ty IS X 0 HED —E255
WL, KFE~NEHET D EB 2O, FTROKIEPHELZ SN D,

S NQQJ PUDN
- \i,l]@ +  CH,CH,-O-CH,CH, (11)
C ) C N
() :
y PRS2 (RRATHR B 267kGy) D Cs W& Il O S S Fn & 25 & % Fig. 20 (27”7 [Calix + n-
hexadecanol(4.17)], FHEHIE v BRIRSERICIRIE S B2 HBRIRE 4, Mt Cs Ofafnl AR &% R
T PO BRITH B SR TR LAl g R & A2 R LTS, Eio, 72 REER
&R, AR ICIRIE S B AERIGEREH TE O N2 EE O OR L, BEOE VI
4 M)IZIEE S B CHRE L7285 a03. ASMRIEEE O BN LRV BRI S S B ME T L7223, JREE DR
WVHER(< 4 MIZIRIE S TR L7256 13, HBIREOZENDIRNZ 13 ghoTo, v ifa B
L=t IR OS A Z T 5 & SIS R EOWRD DAV K E IREWR 2D 5 T,
Z AU Fig. 16 D 800 kGy & 2 HAFERICIE~RD & B RN 300 kGy A & IR\ ooz, fH
WZEDHLE0 b, HB~OWHOREN RS ENT-LDEEZXDLND, ZDOXIIT, Ny FiE
IZBWTHBA~OMHAI OB OEENKE BN DL, UTOERPRE X 61D, FHICE
2 SEWAER T, HEORY ~—REOMFLICER SN AN, WAEFIEE ISR
ENTIAHHE L CODIMHBINGFET D B2 N5, @, Ny FIETONELL, Ffafk
AERERE T, R OREIZ /2 D728, RENIATAE U7 #1723 75 Bl b & O Fnil & 25 & o
E LFICHEET D L PHEND, —F. KRBRO L 5 ([TEBRIC R R S B - WAAEAID 513,
RENATHE LB DRIR S 5 WOIIEES 5 720, PIHIOWEANC B & 272 MERES L A3
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BINDIbOLMREIND, BT LITREAZFRET DOITREREZHMAKIZRL, 27U —IK
W22 LREIC TH< ] OLORFEDHBENDLZ DL, LRROXIBRBENBELL DL
s D,

Cs WA AN ARG S 2 68 B EE COREIT 30 kGy FREETH 2 1, ME SN DR ED v #LIRS
%o Cs WAER QBRSNS R B2 T 5 -0 G L-ikid i 2 Fig. 21 (ZR$[Calix + n-
hexadecanol(1.25)], 29.1 kGy HU# O EhAYEIFIK A% &1T 73.5 mmol/L & 72572, Fig. 13 IZR" L
=& 91T, P OERAFI S BT 70.2 mmol/L 72D T, Cs WAEANIAE S5 ASEE To
MRETITIZ E A EBIAETINERENME T LW ERAL NI Ro T2, vy #REFIC LT, E
ROy FHED LD IREAMRAEREOAEZRPECTHRY, FRO—DFRERD AT U —DH
R OT T LZFIET DBRIC o SRR DOHIAK & Hfihdo 5 WIS LD 72D REIAHE Lzl
AN TR BR LRI bR s S v, 1 O BhAO ik 4 28 B LR A O A O T o % 573
W, BHENEA N EREX NS, £, B ES ERANy FRERICHEARD LRV D
—KTh 5,

2.4 FESHEREREE T2 T By

2.4.1 3B

NA Ly I AHT AN T M Cs AR Z T L, R 72 AV CBEIFEE 1 cm’/min TREE
Uiz, WHEIZ 777 v avrav s Z—%HA0T—ERMmEIcsrm L CHE Lz, Bkt os
JEBUREEIE ICP-AES, W, v 7V —ERUKEIZERE, UL ICP-MS # W TER L, K
PERZREIC OV T, Pu i o idSBEZ . *YAm O PICs 13y IEREZ JIE L 72, SERFEITIRNEZ T
DMK THITZ LT BIEIEZ AR L, WREROWCEZHET 5 2 & TR,

242 R & BLE

Ny FIETORERIZIESE, CsWEAZRE LD T L% A, Cs &322 FP LR O /0B
ZEEE TN, AL, Cs DIEURED TR & 72 D HBEIREE 4 M D56 O Sy B 8) 2 51~ 72,
Cs WA D T M2 X %D TRU D5y BEakBR G 4 Fig. 22 12”79, St KON Am 3 7 MIWaE S
FTITHDITEEH &AL, Np [TIAVWE—27 & U TREBES Ve, RIT Te DAIRBES Fv, TEBER A fiKIC
I EZTHD Pu KUY Cs DRt STz, WaE /Sy FRBRCIEBRE Tl o 7225, Te 13550
WENZRTZERHLMNE o T, WEHROARZIZE D, Cs O —7 ORWMPERIEEE SN
RpoToloh, Cs OEIERIT 50%I2 8 EF o7z, £70, PuldEIEN 4.9% & T < —H LoV
SNTELT, BT LRNICEREINDZ Engholz,

M/E ZIKF &7 Cs WEHRIAH 7 L2 KD TRU eEZE Oy BB R4 Fig. 23 1[ORT, 2B,
R L7077 A% 2222 HioRERT 20 VA 7 V0 OIRBER 2 8B ED T 7 LT D, Cs K
Pu LA DITEHEMEE A ERE SN TICREE SN, B MENHE TR Z 0D, il
RELDFEH)IE Sr, Am < U, Np <Tc £ B x B 5, Puld Cs DRIGICHEBES =0, K h 7
DT SN EFHRE LTz, PulERD LIRS NplT 4fli e B2 b, CsidfliK
WCEVEEES N, =2 3EATT =V 7R REL, 2EEZEILT 512135 3 BV O
WAEZ LT, Fig. 22 OFERIHARD L M/E MEL 72D & Te OEBENSHE D | Cs & O5BEN
mEL7, £72. Cs DEIEITHI 67% ThH -7,
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iR X Sz, Cs OFFEMRENE K 225 X O ICHBRIEE 2 4 M ICTHIE LIZIEl bk, Cs &
BRI BET 2 Z &N T&E 2, —J7, Fig. 1| OBEY vt 2AOMEREHT LauT, Cs 778, Sr
STBER O Mo D TREATHIBIREE 3 MICHE—T 2 ZEMEELNE Z LD HRIRE3M D
ST, [FERIC Cs BRI BETZ 20 &, BERIROMBIREZ 3 M & LTIEGH
D, Cs WAERAIN T L X HRFEM72 FP ouE O BSR4 Fig. 24 1283, Y, Zr, Ru, Nd iZ 3
M REFRIC X DU TR TR — 7 MBI e, BT AIZETH 7 JMIWE SRz LB 2
5Nb, UL, ok L FRC Cs O —27 SI3MHENHE S, Cs 1TMikIC K > THREH
ICIEBES L, T DOPEE TR T Cs DIRA VBRI S22 L n | HRREZ 3 M
AR TS ETH 212 Cs 2> FP iR ENEECE 2 2 LR b e o7z, —TJ7, Cs DU
X 130% TH o7, CsDE—VIIMRADT—V T HRLTEY ., TORKRNE, EEOUHE
FIRERTH-TEEEZLND, FTRICEBEEIN T 5 IIXEBHK O, & 5 WX %R OB
ENOMEHEDIK TEONRPME LB X LD,

2.5 FEGEAER
NUCEF 27k S 417 % HLLW ZfEH LT, Cs W5 #[Calix + n-hexadecanol(1.25)]D & v /-
77 Gy BRI A S L7

2.5.1 58
2.5.1.1 @—/)L Rkl

TR E LC, RIS & A CEEIC L D, s L~ VBEIRE VW 2 — L R & 17 -
Too WY TRV UBIT 4 AR—FT NI T AR T Ly THT Ly A 4T REEEYIC Cs T
Flae 27 U —IRTK 2 mL Fedi U, BifiEm L-VVBERIE, EfRIRE A~ 3 M & L, 45 1 mM @ Rb,
St, Y, Zr, Mo, Ru, Rh, Pd, Cs, Ba X U'Nd # & ek & L G L7z, BEHIZ— vy X Froe
Ny T I mL AL, 775 EICHAE Lz, BEMEIZEICEY THLVEFL, HAlK
BRIE LT AN T VT 1 RN Lt a il L, =y XU FL7 e~y TR
FIHEAT DB, BHIEE ORI DREIRIEIC 2 57, BREREREO ORI 8RNI
ZERMNRAT D Z L dle oo, THIKT O%4 B HEE 1T ICP-AES X ICP-MS TER L7z,

2.5.1.2 & v NikBR

NUCEF @ y EANT, FEf L UVBERHLLW) & I 7o 70 7 Ly BRI & 2t L 7o, Skl Cfif
F L7= HLLW [Z. PWR 25 O 7 U0, #EHE4 GWd/t), KUY ATR(SF AN B O % MOX
BREHA0 GWA) & B = Ly 7 ZEETHEAR L7 BRIC3 4 L7 HLLW OIRAHK ThH 5, U0 kL E
MOX #RBFDIR AT 55 « 45 EHEE S5, Fig. 25 ORBAMIRT L O ICRERIEZFRE LT-H T
DT, TN RATENY hEHWTHEDEKZ 1| e’ EA LT, £28%2 77 LA TFHICRE
L7e3 A T HigE LTz, BBROEERR A Fig. 26 1277,
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2.5.2 fiti ik & BEE
2.5.2.1 33—/ FikBR

Cs WA F 7 L COREE HLLW O 53 BSR4 Fig. 27 12777, #1912 Cs. Rb #FR< Ao
TERENH T DA ST, EEESH7Z, RWT Rb, Cs DJEICIABERIIL <4, Rb O—H#AY Cs
DE—7 & —HELDLHDD, CsIBRMICHEES Nz, Cs DRI 53% TH -7z,

2,522 F v MikBR

HEAIRE 2 3 MIZHHEE L7-5€ HLLW O#Ek% Table 7 \27~k9, Zr, Mo, Tc, Ru & T Rh [ZA43k
HLLW I[ZF £ TV 52, ICP-AES DM CIIRE— 7 Bt s hiehrofc 2 &mb, @b
IVBEIRETAREN T L= b D L HEER S D,

Cs WERN A 7 22 XK 532 HLLW OB R4 Fig. 28 (TR d, =— L NakR & [RIRIC
VS DIEFEITH T MW EIND Z < BHiSN /-, Bu OB —27 Bl iR I~ TE<
B2, HLLW IZ5 £ 5 Bu ORENE L, ICP-AES TOER FIRICIEW 2 DICREZEN KX
WZENFRREEZBND, Cs DEILRITH 84% Th 72, Cs DIEHEE — 7 IZiXmniih v
BN, M T T a ATRENETE D, ANLBE T Ao T T s a v kD
H 1 ERFHIAR AT > TV D, m@ﬁ7b TEERBR TIX Cs OEHEE — 27 13—2 Dl & LTHL
NTEY, FEPNELEOIIFRICEDIBREDT-OEEZLND, - T, Cs DE—7IRIX
—ODIETh-oTe LB Z L, FEE ®EW4iE’ﬁw11%otk%ﬁéﬂéomk®m®
717 KOTEERE R CIIE A Cs DEIERMEVMETH > 72 DIcxt L, ARBCIEEm W EIRE L 72 -
Too BT AN T KNEROZRER CIIREZ 127 em/min, A —7" > H T L&A WE Eiga—L R
BB CIIHGEY 0.37 em/min TH o 7= DIzt L, ARFRERTIEA 0.1 cm/min & AR ED > 72 2
ENR—REBZBND, ZHED, Cs OREFHRELZES TLHZETHMEEREEZE LN
Do
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3. Sr ZrBEHTBE %

3.1 WA A AR
3.1.1 2Bk

Sr fhHAl & LT, Fig. 29 (27”7 di-t-butylcyclohexano-18-crown-6 (DtBu), &N di(1,1-dimethyl-
butylcyclohexano)-18-crown-6 (DtHex) % Hv 7z, 2.1.1 8 & FARIZ, T4 6 Ol Al & O SUE Al %
TIRSETHRAEMZRE L, AL,

TG 12 X BWERI D54 Tk, 120°CHHTAN D 250°CH T TO EERD 2 E/(1- R0 7 —v
XL N-~F T T ) — DGR L HEERA . 250 CHTA 6 370°CHE O & & % fil 74
(DtBu X% DtHex) D /il LA EED & RAED W 2N ZE o0& R a2 HE L,

312 R & BL

3.1.2.1 KR - M

FAREIC L VR USRI ETE DAL E L TR SN 7202 BERESITIC L VR L7,
REMNT: St WAEHIDO, TG IZ X HEER D) LHEE Lo itiF L OSER O E R & & BET {EIC
LD HERmEENET —# % Table 8 1T d, FHEIMNOBFIIMIAALBELZRL TS, £z, K
il & LT Fig. 30 {Z DtBu + n-hexadecanol (1.25)DENE E/HT OFER A2 /RT, (AR & AR
TR —HLTEY, rEEOMERCWEANGZRINTVWD Z L AR TE,

3.1.2.2 R

St WA SriTk3 D EVIBIRMED KD BV D728, Sr M ORFERI 72 FP Jt58 O3 BltR 2% i
N7, HHANZ DBu &M Sr WAEAITOREN R FP o O nlifesy . BRI KT
J =V RWIZSA OFERIZ OV T Table 9 & O Fig. 3112, WEANCA~FHTH / — &z
Bitr DFEFIZ DU T Table 10 X O Fig. 32 IZZF 1 E 49, DtBu + n-dodecanol W75 Al A i
1 MLLET 10 em’/g 282 5 45BE0fR%k &2 R~ L, BSERIEE 2 M T 100 cm’/g 8 2 A KIE AR L
7o Fo. HBREDMENGSIIOERENME T L TEY . mIREMEET T St 2SS H, K
TEERIE CHAE TED NS hoTz, —77,. Ba A 10 em’/g 282 5 0BRE AR LI b DD,
fliod> FP Jo3HhE CIINEAREIIIEF IR 1T E A BN Z R L TEBY | Sr ZIRICWET 5
Z L OVRE Tz, DtBu + n-hexadecanol WA [FIERIZ SriZxf L TRV IRMEA /R L7223, DtBu
+ n-dodecanol WeAE Al L 0 & 0 EAREUTIE < A A 2o LT,

A DtHex % VN2 St G A CORER 72 FP iR O Blfelicsy . SEANC RTH 7 —v
WG E ORESR % Table 11 L O® Fig. 33 12, WHEANCAF VT ) — v E2HWTEHEORR
% Table 12 &N Fig. 34 |2 Z L7, DtHex + n-dodecanol W AT ABATEEE 1 M LLET 10
em’/g BB R D EUREE R LTz, Te OBURBITHERIEVME TH - 7228, HBIkD B T LB O
FRND, 2D OEIIIREFORZETERELVERWVEZ R LZbDLEZXDBND, Puld
FEERTIRIE 3 M UL E CRWOBURE A R LTe S, AT T 7 F= RRiETokEshs 2 &
ZHITEE L TWAT2® St O BEICEIT 2B 2 511D, DtHex + n-hexadecanol W57 ¢ [AlEE
(2 Sr lZx L TRV IR 2 7R L7273, DtHex + n-dodecanol WG # L 0 & ARSI < 72 D
A&~ LTz,
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3.1.2.3 fiHEE~DE

AMFZE TR L 7oA ANTHEARICHI A 2 SR S CGRE. L CTh 572D, EIE%E DUSIK L Hefit
SHD L, FRSETMEADRKENEL T 2, WHEEIHHA OBUKIEEIC L > TRES T
HEBZONDN, BT LETHERYIRLAMAT 720121, KHE~OBEHEITIERNZ ENREEL
VY, Table 1312 St A& HI7D & OfHAI O IR 2 773, DtBu l% 20~50 ppm FEOEH A &H -
7273, DtHex (X1T & A EDORMETIRHEEN 1 ppm K & ZETH -T2, T, 77—
TIVORPBEN T F NN D AT NVFEA~ L RHIZRY | BKERED DN REEZ BN,
Fo, WHBNRTH ) —VOBAELY ATV T H ) —VOGEOFNEHENEL o T,

3.2 WEA DR
3.2.1 Bk

WEAIOFEIL 2.2.1 Hi & FERIZIT o 70, BTN EREORR, BHHGE, KO, Rk
OB H 221 8 L FETH D, SR Cs OHA L RFEIZ 10mM & L7,

322 ARk L BE
3.2.2.1 HEOBAFNRAE Y &

AR THAT 2WERNIH T LETHRT 2 ZE2HEL TN D0, @ L-ULBERTICE
END St 2D FP 0 LHET H7-012id, —H St 20 T MIRE ST CHET 20 ERH D,
o T, MEAIOBFEERREIIHDITEWI ERNEE LY, 22 Tlk, WERIOSKER & i
FDE IV EL(M/E) 2 2840 &, fieii 720 RELAR 2 5T L 72,

Fig. 35 [ZHHFRIREL 2 M D5 0D, 45 StWEAITO St Doy EREZ "3, St DrBlfaEu®, #
A7 DtHex &V & DtBu DED LR E L . WHANINFYTH ) =L L0 S RTFh ) —1d
FNREL 2oz, Sr O3EfRETIiE DtBu + n-dodecanol >> DtBu + n-hexadecanol > DtHex + n-
dodecanol > DtHex + n-hexadecanol & 72> 7=,

GBI & A O TV EE(M/E) & B L S 72 St WaE A O FRIfa I 355 B % Fig. 36(DtBu) & Y
Fig. 37(DtHex)IZ/~" 9, DtBu TlX, WEANZAFTVT B/ — & AT 5E1F ME oM
WELFI A R BN BT AN S, KT — v ERWESETE ME B3 1.25 @
BANRLEWEZ R L2 &b, ME T 1.0 [QEVER G L EHERESRD, —.,
DtHex TIXEANZAFHT A ) — /v Z AWTZIGE IR FERIC M/E Fe OB AR A5 45 &3
BT 2 Em N o inz=n, KT — v WAL ME =2.0 T ICmRKE R LT,
F7o. U T, DBu &V bEIFMMAERENES 2> TEY . EFE Sr OB E DM & —Ed
%, DtHex [ZfafniEREN/ELS . FRIELHANZIEL DBu NEELWEE X 5, Fig
36 OFERD B DtBu + n-dodecanol (1.25)723 8¢ b fAFNK A B B F WD, K ~DMHE HPEZ &
J& L C DtBu + n-hexadecanol (1.25)% fziii 72 Sr WA FNT®RE LT,

3.2.2.2 EhRYARFIL A A B
AW TITERWAERZFE L0 T LERAWESEEFERBEE L TS, 71T AETOEIR
TN ERENETIUE, BT LV A XE/NEL T2 ENAHREICARY . FEIREDOHIBIZ K E <
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TET D, —H., #aERENEL L b, WEREN+HSITE 2T 7L BN
BRI AEREITE <X bRV, T2 TED T LKL BT S R B AR L7,

Bl 2 7 Loy B ERAE R (Fig. 56) 5., St mHEN 7 A TIE—HO St A3 h 7 ANICEES L
L2 NS SN0, HIOIZ St WAEAI[DBu + n-hexadecanol(1.25)] & H L CTH 7 LN~D
St OEMOF WA TRz, 1 Ny N3O St iFRE RIR %, 7 L%WE L, R&&IZ St &2 ¥HER
WL7=, Tz 6FiVIRL, ZNEND SR ZF M L=, 1~3 [\ HOREEh#R % Fig. 38
(2. 4~6 [ H OWREE#R 2 Fig. 39 ([~ d, £7/2. £NENO SrlaliE % Fig. 40 (2~ #lA],
KON 2 [B] H OFER CIEEMEERZNEI, 87.1%, 80.7% & IRVWVEZ /R L, EEAIZ Sr AEIL S
T, BT LNICERE SN Z LR 00D, %RikT 200 R (Fig. 44 XX Fig. 45 &0, K
W AEF O REFRIRE 3 M COBIIFIN AR =1L 125 mmol/L TH D, 7T LD~y REREN 13.7
mL TH DD T, 17 LBROEBEFIN AR 2L 1.71 mmol (= 125 mmol/Lx13.7 mL) & 725, 1
Bl DFER THERS L 72 Sr DT 0.15 mmol(= 10 mmol/Lx15 mL) T 5 DT, BT L DEIFI A% &
D 8TT%IHHE T 5, > T, LFL2EIORBRTH 7 ANICERE L7 St O &L, 7] 2.82%IZFHY
T %, —H. 3 EELEE 100%01#%OREZ R L TREY, St OEENSEMEkE S5 b
TIX72n E Il &5, Fig 40 IR L9102, 4 [EE RO 5 BB ORBROEIER T EMEZ R L
THEOH, 1EHKEKO 2EHORBRTY T ANICERINT St BAEREIN SN EZ2bND, £
7. 6 [HOFBRDIENERDONFEIEIL 1003%E 700 2 b AW T St OFRMMRELT
B, IR LT B0, BRI SrXIEBERIN S, EFR LR ARNZIX St OFH
IECLRNWE PHEEND, U —HERB SN St OREICK LT, & EOBEIXHoIcm
CERESNTERY, WHRR K OSEEERE~DRBIIEWEEZ b D,

FEERIRTE 2 MICBIT D St AR 7 ADMAMEZ T 5 728 Table 14 (273 3RS K& OVl
ARV LERL, At 10 A 7052 RT L%, KON 20 A 7 AV ERR LI-®IcEnE
FURK I B R 2 BUAS L7=, DtBu + n-hexadecanol (1.25)Dfiith dh#r & fFAHE AL 2 M CHUS L 7= fE %
Fig. 41 1237, FIOMGE BRI ST, Bl aAEIZ 7 L TER Y BiffafilE S &5
HLTWDZ ERGID,

[FIREIC, FHBRTREE 3 M CTOMAM: 274 5 7212 Table 15 (ZRTIRBEK 2 7 7 LITHED K L
PR L= 56 ORBEEE 2. 1~30 A 7 VORER % Fig. 42 12, 31~60 A 7 VOfER % Fig.
43127, 0 IR LAABOMERZ Fig. 44 (RT, LCRERIRE 2 M OBA LFRIC, B
BFH O EIE R DO BN BB SN EANC S 7 b L, B S S &N LT, SRR
2 M DEEITH AL EHEEIREE 3 M CIEROE RO D 230 BRI TH DA, Zhik St @
SEUREBNMMEL e o lzzb EZ B D,

FRORHERIREE 2 M KON 3 M T B AL T RE B AR 2~ & L M0 I LRI % OB fnk R 4
{t% Fig. 45 \R"T, MBI 7 DTER LIZBEROKREZ | ftihiIBrfaml g A =2 ~7,
W OEHIEFIR AR EITZIERETH D2, HERIRE 2 M OSEITMIEIRE 3M D55 X0 6
B OEGOE L, IR 3 M TEM LI RMMAMER SN2 E BN oz, 728, i
FRTEFE 2 M OFRBR CIIRSHA & . FFRIREE 3 M OFRBR TIE Sr 2 & TofilBRIAE 2 I THR 0 I L %
B LTco HTANRAT IR L TRBWERREY 77 v a v 2Bl 2L, St imitsn7 7
7 va NI AR T D LR B TR SN TB YO 7 7 7 v a ZIEFEAE L),
St 237 7 A BEEEES LD BRICIEHAL. SEAlL HDWITEOm G EED T LR ST,
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Fig. 46 [ZANERIREE 3 M CTORBRE DD 7 ANOWERIOBEBSITFER TCH S, B —7 Ot
T 5 & BEAIOBRIITIT EA LS IEAIDBu)RAEH L THEEAE L ERD 5,

3.3 HahR
3.3.1 FEk
v RS R OB %3 BR X 2.3 i L [RIEED T ETIT - 72,

3.3.2 fili Rk & BEE

i L OV BEIR O ALER T I3 A AN LR\ VU AR IR 41 5. WA AN IR U7 Ao s B A
Y THY . BURIC 25 E L D, HERBIGIZ X D affcE R &0, & 5H0EEH
EAERIZ L @RIRESLESIND Z L ERBZONDHT-0, 2 2 TIERAEANS v #R 2 BH L,
ZORBEETAM Lz, 2 M AEEE & Befil S8 CTHRE L7z St EANCKT 95 Sr o 4rBlfR%E Fig. 47
|27~ 97 [DtBu + n-dodecanol(1.61)], FRHHRE DN L, Sr D EUREDME T L, 827 kGy DR
FHCOBUREITIZIE R LT, 0 kGy OWEANTIEIRS Tlxd 223, REHENS827 kGy) & [FHR
T YRR L B S B2 b D TH D, Fig. 48 (2 2 M AHRRICH 1T 2 BT E & I D Sr o4y
BARE OBIR 2R3, BT y BRIERRS ORERICIRE S W2 721 OWERI CTOREREZ R L TN D
3, I T O AEEE L i S5 2 & T St OSBRI EIICHED LTV A, #rEDY 800 kGy
EBZIZHAITAEREVR RSN, 300 kGy FLE TIXMH L2 aSA] & JERS oW SR T
IEREIC R E BT R <, BIC K288 0 M~ ORMAOBWHORENRE WL
E2HND, St OERBUIRAIREDOENMICHEVET L7223, AR OB, #R-[EH.,
HDHNIMERORBELIIEAEZ T RNV ERHALNE ST,

St WA % RS L-56 0, BEHRE & A% OKMEH O DBu OFRE ORISR % Fig. 49 (2737,
Ko [+Metals) 1£4 5 mM @ Na, Rb. Sr. Y. Zr. Mo. Ru., Rh, Pd. Cs. Ba. Nd® 11 5t
BREWZR FPLFE E LTET 2 MHBIRIETIZR L THRKN LIESAOMETH D, CsWEAl L
IZH# 720 . 500 kGy LA T CTILmEEEH CTOMEEE L IEREIRF COBHRICREIT R o7, £,
RFEM 72 FP 2 508 A 13K O DIBuiRESHEMNT 5 Z & B3R Sz, Zhud, 3222 8iT
AL L 9IZ, DBull—HWE SN2 RANRAER D HIEET 2B, —&8 DBu 235 72T
ERANRVIERE Aoy W

MRS DKM A LCMS ZHWToHHT L, v SR IC X 25 b zs@ 25 ~7-, Fig. 50 XT* Fig.
SLICART LD IS, AHHAIOREHERE 2 08T L7236 D APCLIZ L D MS A7 ML, 757
AV M T DBIRNART MVDBHER S L. BEH E I TGBLORER O T 7 2k 5 &
BEZONDT NI ULEREE LYy —T R —7 BBIEINT, 827 kGy MM L7255 D,
E— 753D MS A7 MV % Fig. 2 IR T(BA A VBETIER LI v~ 7T 7 ¢ —IZiX
IEYERURL L B2 5 U — VI FE L e o 7o), IBUEREI TR 672 m/z 507.5 O ¥ — 7 &3
TR 72V, m/z 370 ZRF LT HEBEOE— 7 BB, ZX D, DBu Xy #RIZE Y HE
BWO—MMNEHRE L, KE~EHTH B2 O, FTROKSHHELRE SN D,
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' o
74@ I}JF — %C[ - ﬁ( (12)
L/K/j o/

0.1~6 M DHEEEIZIEAE S 1T 267 kGy MU U 72 W25 Al O BRI AR 2525 82 M AHEE D &R A)
% Fig. 53 |27~ 9 [DtBu + n-hexadecanol(1.61)], =D EWEEE(> 4 M)IZIRIE S E TR L7256
(T, FHERIREE OB PO IR S R EOME T L7223, ROV AEEE(< 4 M)ITIRIE S TIRET L
AT, 1Z LA CEMRAERENED LR o7, Fig 48R LI HIC. FFH/ —L BB
FITIEL. 2M IRV T, TBUERBRE X D iR CORERDEENRKRE WD L AR I
ey, ~FH T = VEUERITIE, 2M EEE RIS T 2 AR B, EERIRIER . UK
AR, Bl g e A EBNEN ST,

PRI 1% DU AR OB BTN AE R BEA2 T2, 3 M EERICILE SB35 v A R L 72025
F ORI #i#R % Fig. 54 (2753 [DtBu + n-hexadecanol(1.25)], Fig. 45 1Zx L7 XK 912, FHERIRIE 3
M TOHHOBERIFAFINAE K BIL 125 mmol/L TdH 5 DIkt L, 29 kGy D FESH%1 87.1 mmol/L
WA LTz,

3.4 MR Z T2 T Ly B
3.4.1 FEB
WS PERE R Z 2 StERI O F1 T 27 BERRERIT 2.4.1 81 & RO H1ETIT - 72,

3.4.2 fE R LB

Ny FIETORERIZIESE STWEREFTIE LA T 2% A0, Sr LRFEA7: FP otk O 4y
HENE AT, WO, St OBURE AR R & 72 DREERIREE 2 M D55 O B8 % Ji~7-, Sr
WA T T 22 KD TRU %Dy BERERSS B %4 Fig. 55 (27”9 [DtBu + n-dodecanol(1.79)], Cs. Np.
KON Am (37 7 MW AE ST, Sty Teo KON Pu 23— H A1 7 AICWRAE - RFF S, BEHE%E
MIARICEI D EEZ D L. Sty Te, KON Pu MO Ty v —7 72y — 27 L LClEIL Sz, Pu ®
[EERIE 130% T o 7243, St OEULET 53% L KVMETH o7z, St O T AN~OLEFEITEN
EEBEZONDTD, ZhFZa—T7 Ry 7 ANICKE L ThH D ICP-AES O oHTFEEIZER T 5
LEZOND, BBROH T LHBRTH TelIWE SN TEY, Ny FRBRTD Te O3BAREITS
MRZAZFORBIZ LV RSFHIS N LHEE S LD,

3.2.2.2 FlZIBWNT, 20 VA 7 Vo OVERER 250K LT, BRI SR &2 35% 0 LT
St WAEFHIH T 2ERAWT, S LI T M X DB 2 R L=, Bk L7 St MAERIT 7
L2 KB TRU seHR %O Bl 5k 5 % Fig. 56 \Z7R 7 [DtBu + n-hexadecanol(1.25)], Cs &8 Am |%
71T BT ST, BRNICRE SN2, Uk Cs XY Am OB — 7 (ST, REE &
DNETEND O, 8ORAEZ T ENS0 5, Te KO Pulx—H 7 T B - REFS L,
REERZMAKICYI D B2 D 2 & T, Te IMFIFEEMIC, Puld B SN 7-, Np it Cs, Am
LRI UALE, Pu LR UALE., KOV ORI HIEHNRD HLH 72, Np(V)., Np(VI), Np(IV)D
NEWCABE S 7= &2 bd, Fig. 55 OFERE T 5 & o eRIXTIEREEDOAEBERE) 4 7R
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L7zDIZxt L, Np OLPHONIRR L8 Z R L2 Enb, WEAIORETITRL,
TFHBRRED Np DR AAO /N T o 2R T 5 & b O EHELR S D, St 3B ENEZMIKIZE 0 B
252 L CIRBES LT, [BIGEIX Cs( 94%) TN Te(99%)i2xt L, Pu i 21% &K< I 7 2ANICE
X7z, i, U40%). Np(130%). Am(140%)i% 100% % 8 2 7=, F7=. Sr OREILFETH
800% & NE BRI & 2p o 725 . AR ORI 21T o 722D St 30 7 ANIZFRE L T
TR BEMERE 2 BiD,

Fig. 1 OB~ v A OBEEERGFHT KaviE, Cs 208, Sr 2y M OY Mo 438D TR % RSB iRE 3
MRBREICHR—T5Z &@Wibm& LMD HBEIREE 3 M OSIET, [AIERIZ Sr 2R IRHIZ 57
BECX 203 E~72, Sr LAREML FP ot RO HEREN 2 R T 272012, HBRIRE A 3 M IZH
USRI E VT, T ABERBR A T o 7o, St WEAID 7 MM X HFEMN e FP JLHE D
Sy eS8 Fig. 57 (27”3 [DtBu + n-hexadecanol(1.25)], Y. Zr. Ru. Nd &3 M eIz X % Wi T
BRCHBEIE—7 NBINT-Z D, T A ’%‘?ﬁ?A’%ﬁ%éﬂf:}:%iEhé LorL, Z
NHoIt#E S, Ba <MD LR & FERIC St L IFMHASREES L7, Sr idfikiZE > T Ba &
o THBES I, ﬁ7A@%@I&T1&@ﬁzwﬂﬁméﬂ&#ok_&#%\&%Baﬁﬁ
<MD FPILHRENHECEL Z LR LN ER ST,

3.5 EiRAER

3.5.1 F2Bx

St 77 & LC, DtBu + n-hexadecanol (1.25)% VN, BT LD T (v a =271 3 MGl
(2 em’). HLLW (2 cm’), 5 T LA OP4IZ 3 M HNO; (2 em’), ABEISHIA(10 em®) &2 ER &K L 7=,
ZOfth, H - HLLW, EBRAGEZ 2518 L HEETH 5,

3.5.2 fti Rk & BLE
3.5.2.1 =—)L RikBais R

St W& 71 7 LT ORHE HLLW Oy BERERGS R4 Fig. 58 1T 7, 13& A EDITHRITN T LI
g ST, WS-, Pd IZBWVIREMEZ R L, BN E— I (LE CIRBES L, T —
Uy 7 mREL, —H80 St O —7 L &Ex -2, Fig. 57 ORBRER T2 L, =70
TV ITRRKREL o2 DIZ, St & PADOE—7 DB BRKEL > TW5D, Fig. 57 Tl
BRIE2Y 1.27 em/min T 5 DK LT, Fig. 58 TORLHITA 0.37 cm/min & 12 < | WS HE DR
EEBZOLIND PANT T MMINFE SN TWERHETE ST leH &EE 2 bivd,

3.5.2.2 AR NakBRAE SR

& HLLW % Sr 0BfH 7 5T %Ltﬁ%#%%ﬁgw_rﬁ Y. Cs, La, Nd, Eu, Am,
KO Cm T H T AW SITIIEBE S iz, Fig. 58129 a—/L RRBRFERICHA~RS & PAdOD
E—Z I 3AHNCY 7 R LTV A, _mify%ﬁﬁfiﬁ7A®muﬁﬁ%m<Lt:k?
BREBERME T Liz(2—/L R 0 1 e O FISKI 50 20—k v b o 1 em’ O FI2H 6 43)720
%%ﬁmﬁﬁwk%igﬂéPdiﬁ7AL%%L%#<@ot%®k%z%ﬂéo%%_\&
(TMKIZ Ko THBEEI S 7z, St A0 Pd BNEENDLMR L e o72h3, Fig. 57. Fig.
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58 2 O} Fig. 59 O A 4% &, ENHEWEE PADT— U v Z&2MHH TEX 5720, id %
HIET A HETPdE StOE—27 OBV 2P Tx5LE 2515,
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4, v R 7o —RER

41 HHY

FRO L 51T, Cs BB, KO Sr BRI ILC, BB RSO, miRE
FHBRVEHE D> Cs e O St 2 BERAVIZ Ay BRI C & 2 [l L 2SSE T hiviz, ABFZEIL, Fig. 1 1R
T L 912 HLLW 725 TRU % I ¥4 —& b7 —I2 L > THBEEI L 72, Cs KO Sr ZJEIZ
SYBEEINT 5 Z LA R E LTW D, RIROEEAI TRIZ I W TS AAIE ORI 3B E S
NTWoD, T 2T, SEERAIEDN Cs DRELD St DEEICRIZTHELTH D201, Bl
HLLW 705 2 ¥4 —+t b T —RBRIC L > CHBE ST 7 4 7 — P&, Fig. 60 12R"4 71
A7 8 —IZfE> T Cs KO Sr & 4y BEEIN L7z,

4.2 FBr

RS L ULVEEI S S X — o — I ko TH HEcFEA M EN =BT 74 x— 1+ &
RBRIEE LTHER L 2, 239 —% b T —IC LB 0BERTOBE S L~V ROV BRSO T 7 4
F— N OREERIRE 2 3 M ICHRIE U7V HR(Cs 0B 7 2 FIAGIR) DAL % Table 16 127597, R
HLLW (21X, 7 7 v FAERKPIERO Pd #IH#IHIO 720 O AIE LT FrFf iz F iz
FL YT v ZEB(HEDTA), L, #iohlE LCh@E, Zr o 2 mslJ 2 @is v kR
DIMZHENTWD, T, KRB CHER LT 7 4 % — MZHHYSEO HEDTA & F TV
D (3R TIC IR LTI KR OIREIIRSIT DT DAY, 7T LArHED Ji1EIT 2.4.1 i L TR
HThd,

737 DG BECIENN U 72 S5 ST BER D & 5 ot 38 O BRYREU(DF) &, A oo R B /3L &
OWELEHLY, TREIVEH L,

DFnl,ng — CO

Son /S (42

ZIT, CEEHEEDOFEE T OERELY, CIX i BZHDOT7 I a OIEHTEOREY, VX
iIZEHOTZ7 T 7 v a O EFNEILURT, Cs LD St iZOoWTIE m MO m R E 2D 7
72 aryOFFIT, MOTEIZONWTEIn MO 2872777 v aDFml Lz,

4.3 HER & B

HIDIHSE HLLW 2> DA HH RS2 RE LT 7 4 F— & Cs WAEAID 7 A[Calix + n-
hexadecanol(1.25){Z1@#K L, Cs /0B L7z, ERFER % Fig. 61 12”7, Cs IShDILHRITH T A
ZWR A SIVTICIREE - B S iz, —J5, Cs I3 EE &2 MRS 0 B 2 CRYBERIR B 2K F S
HZET, BTADLHEL, W - IS, R LET 7 4 31— MR 3 Y &
GENTVED, ZHOIE Cs HEICITBER RNV 2 EAHEGR TE 72, IWHIKPIC Cs A ENn
1T HEENPS20EFBDOT7T7 7 a % Csilin, 8FHNG 16 FEHDT T 7 v a VA RTET
&5 St Bl T AOMARE & Uiz, Cs 23BN 7 5 TOH Cs DFRYARI(DFg 16). Cs i D%t
E DFRYARI(DF 750). M ONENLER % Table 17 (2779, Ru 2 T8 Pd 2835 T Cs 8L ICIRA L7278,
Cs W RHNDBETE 22 LD h D, Cs DEIGET | #2720, WY — 27 OFRM B IE
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WIEERTERTHD ZENPALNTH Y, ERIRENUITEBER O & H 5 WIEADR O X 9 12k
WE T 2HEOXRBLETH D,

WANT, Sr 4387 7 A[DtBu + n-hexadecanol(1.25)]% A C _EFEiBRDOBER A D Sr &4y HfE L 7=,
Cs D Z v B O St /Bl AR OFLAIE Table 18 (27797, f6e< THED Mo 4y BfEaBR I 1+
7RRBRIR 2 MR T D72, 2 B4y BERAER 2 foe 1T C ke L 72 /5 % Fig. 62 127”7, Sr XU Ba %
Br<MDOICHRITH T MMRAE SITITHERE - BIRS 7z, —77, St iZBEEZMKIZEI Vx5
LTy —TRERY— 7 & UCEEEE - BURE 7223, Ba HEENAILICT 5 2 E AR I
Too SIMBEHENTZ 16 BHD 24FH K36 FENL 40FHD 777 v a % SrEllh, 9%
BSOS ISEAR O 28FANLISEHO 7T 72 a v ZRTIETHD Mo il 7 ORI &
L7z, Table 171273 K 912, Ba DFRGARENTINL . Sr & DA BEIZIREECTH 255, Mootk
WZOWTEEWBRIRE A1 S L7z, St OEIGERITIEFIZE S . OTICB T 2EORER H -
mEEZBND,

44 F L

FHEIND T rt A7 0 —I20t-> T, g HLLW 205 Cs KON Sr AR 208 L=, ARl ok
B L 1X B2 0 | B EAHOEREMGIT 2 2 EEE L LT, $ERAISENE T TV 20,
Cs Z7BfE & O St 3B IT N 720 2 L R T X 7=, Sr i Ba OFRYAREIFIL< . Sr & Ba
DO AESTEEZEERRL TE 2o 723, ORI OV TUTE W RRREZ S5z,
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5. &S

AHFZE TR L 72 Cs WAE AT Cs (2R L CTHRD TREWERIRMEZ 7R U, (AR EO FEALELC
AT D HLLW 26 Cs ZBINANIZBERITE 5 Z E RN o7, 7o, BT HETO
FIARHZ S, EIREERD S OMHAIOEH IO ETH Y | BfaflERRIXT E A ERD
LRWZ LR TE 12, HIZ, vy RIS T 2MMAED E <, FESNOMETIHITE A LT
BRI A R BN LW Z LN hoTz, 6o T K Cs WMEAIZ WD T AEIL, WRE
THIBTRIR R 02D Cs BRSBTS D10 THRERDBEFIETH D, 72712 L, WEDOH NG
TIX Cs DEEMREIRANEETH S 720, Cs DBBEIZ T3 ICBOFE TIT O BRER S 5.

—J5. St WAEHNIE Ba XY Te BWEBEEZHLIZTHH DD, Stk L TEWVIEREL R L, @iRE
THERTRTE D St Z3BRBNC BRI T & 5 Z E BB MI 2> 72, Sr & PuDyEEL INEECTH 5
N, BB CTHRET D DBEAF— LTI Pu I POE LNV ERNOFBES N TN D, T T Ak
TOFHABC TP BEOMHFIN EREAEF D S~ EETHI 720, 0 LHAT 2 &80
BRI S AR Lz, £72. v BOREKIC X 0 B E R ENED L, BESh D E
TR 30%IE N L7z, 2D DFERND, AR TIEH 7 ZETO Sr 4B LREO 7 7t AF%E
WCETHERRERET 2 2BGT5 2 LN TE -, LHEEWERE)., KOMRHMEEEET
% L Cs WA AT Calix + n-hexadecanol (1.25)72%, Sr W& DtBu + n-hexadecanol(1.25)7%3 i &
Ezbhb,

N Z T, NUCEF |27k S 417252 HLLW Z M LT, Cs 43 BEakii O Sr 73 Eskik 4 7 7 Lk
THE L7z, 22—V RERBRCHEONIMER & RIS, RARSEHRERAZE O, Ay FERBRTH
REAH D WVITBEREZH ORI bR o7,

KB, HESND 7o ARAFT =AMt 7 o —lkBrz £ L, Bl cRnsns z &
WARE SN D PETERAIE DB Z T, ZORER, HERAIEORELZITT, Cs KO Sr ik
BN BRI S 7z,

PLEDRER NG . RIFFETIT o T EIR WA A2 W2 h T JEIZ X D0 BETFIET, S e
IR B IINIIIZ Cs L O St 2 0BT A 7-011d, IERICHELETH D Z En3hoT,

AT

AWFZEIL, RIS FHI BT DA (2 RV F—3 P REERIEF) (23S < SCRHAE D DR
FEL LT, AT IIFZEBI R 23 30 U7k 19 AEBE~ Tk 21 4R DHrifmtAl - W
FNZ &% TRU - FP pBEDEFZHHAINBAFE | DORIRTT,

KIFFROFETICHT2Y | WMASEET 0 & 2P 7 NV — T BB O N B L £ 7,

y BRRSERBR O TSI D720 . TWHTAW I RS EERE LR SOERIEEHB L L E
ER
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Fig. 3: Differential thermo-gravimetric analysis of Cs adsorbent.
Calix + n-dodecanol (5.56).
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Fig. 4: Distribution coefficient onto Calix + n-dodecanol (5.56).

10° -
10 =
'T'cn :
g 10° : E
~ - ]
83 : :
N e ]
- Np Am A
107 E

1072 1 | L | | 1
0 1 2 3 4 5 6 7

[HNO,]/ M

Fig. 5: Distribution coefficient onto Calix + n-hexadecanol (4.17).
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Fig. 6: Distribution coefficients of Cs onto Cs adsorbent. [Cs] = 10 mM; [HNO;] = 4 M; temperature:
30°C; contact time: 2 h.
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Fig. 7: Adsorption isotherms of Cs onto Calix + n-hexadecanol (4.17). [HNOs] = 4 M; temperature: 25°C;
contact time: 2 h.
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Fig. 8:Static capacity of Cs onto Cs adsorbent. [HNO3] = 4 M; temperature: 25°C; contact time: 2 h.
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Fig. 9: Break through curve through a packed column with Cs adsorbent. Column: i.d. 10 mm x 300 mm
height (bed height 230 mm); Calix + n-hexadecanol (1.25); flow rate: 1 cm’/min; room
temperature; Feed: 10 mM Cs in 4 M HNO; .
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Fig. 10: Elution curve of Cs through a column by repetition of the separation procedure (1-30).Adsorbent:
Calix + n-hexadecanol (1.25); column i.d.: 10 mm; bed height:150mm; flow rate: lcm3/min; ag.
phase: 10mMCs-3MHNO;.
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Fig. 11: Elution curve of Cs through a column by repetition of the separation procedure (31-60). Adsorbent:
Calix + n-hexadecanol (1.25); column i.d.: 10 mm; bed height:150mm; flow rate: lcm3/min; ag.
phase: 10mMCs-3MHNO;.
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Fig. 12: Breakthrough curves of Cs. Adsorbent: Calix + n-hexadecanol (1.25); column i.d.: 10 mm; bed
height:150mm; flow rate: lem®/min; ag. phase: 10mMCs-3MHNO;.
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Fig. 13: Dynamic capacity of Cs adsorbent column. Column: i.d. 10 mm; Calix + n-hexadecanol (1.25);
flow rate: 1 cm’/min; room temperature.
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Fig. 14: Photographs of adsorbent soaked in nitric acid solution (1) and dried adsorbent [Calix + n-
dodecanol (5.56)] after irradiation: 60 kGy (2), 256 kGy (3), 827 kGy (4).
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Fig. 15: Distribution coefficient of Cs onto irradiated adsorbent. Adsorbent: Calix + n-dodecanol (5.56);
Dose rate: 2.72 kGy/h; soaked in 4 M HNOj3; Adsorbed from 4 M HNOj;. Adsorbents (0 kGy) were
not irradiated but were soaked in nitric acid solution as long as irradiated ones (827 kGy).
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Fig. 16: Distribution coefficient of Cs after irradiation. Adsorbent: Calix + n-dodecanol (5.56); dose rate:
2.72 kGy/h; soaked in 4 M HNOj; and liquid-solid ratio: 20 cm®/g; adsorption from 4 M HNO;.
Closed circles indicate adsorbent was not irradiated but was soaked in nitric acid solution.
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Fig. 17: Mass spectrum of Calix standard.
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Fig. 18:Leakage of Cs extractant from adsorbent after gamma irradiation. Adsorbent: Calix + n-dodecanol
(5.56); dose rate: 2.72 kGy/h; soaked in 4 M HNO; and liquid-solid ratio: 20 cm3/g; adsorption
from 4 M HNO;.
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Fig. 19: Mass spectrum of Calix after gamma irradiation.
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Fig. 20: Static capacity of Calix + n-hexadecanol (4.17) after gamma irradiation. Dose rate: 2.3
kGy/h;duration: 116 h; dose: 267 kGy;soaked in 0.1-6 M HNOj; adsorption from 4 M HNO;.
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Fig. 21: Break through curve of Calix + n-hexadecanol(1.25) after gamma irradiation. Dose rate: 1.82
kGy/h; duration: 16 h; Dose: 29.1 kGy; soaked in 3 M HNO;. Column: i.d. 10 mm x 100 mm
height (bed height: 82mm); flow rate: 1cm®/min; mobile phase:10mMCs-3MHNO:;.
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Fig. 22: Separation of Cs and TRU through a packed column with Cs adsorbent.Column: i.d. 10 mm x 300
mm height (bed height 240 mm); Calix + n-hexadecanol (4.17); flow rate: 1 cm’/min; room
temperature; Feed: 4 M HNOj; solution.
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Fig. 23: Separation of Cs and TRU through a packed column with Cs adsorbent. Column: i.d. 10 mm x 300
mm height (bed height 230 mm); Calix + n-hexadecanol (1.25); flow rate: 1 cm’/min; room
temperature; Feed: 4 M HNOj; solution.



JAEA-Research 2010-016

DV Feed 3 M HNO, H,O
1.5 — T :
—@— Sr . :
—Ah—Y
—— Zr
—O— Mo
—/v— Ru ;

C/C,

Effluent volume / BV

Fig. 24: Separation of Cs and typical FP through a packed column with Cs adsorbent. Column: i.d. 10 mm
x 100 mm height (bed height 75 mm); Calix + n-hexadecanol (1.25); flow rate: 1 cm’/min; room
temperature; Feed: 3 M HNOj; solution.
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Fig. 25: Apparatus for column separation examination in hot cell.
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Fig. 26: Photographs of separation examination in ay-cell of NUCEF.
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Fig. 27: Separati30n of Cs from simulated HLLW. Adsorbent: Calix + n-hexadecanol (1.25); bed volume:
ca.2 cm’;
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Fig. 28: Sepa}ration of Cs from genuine HLLW. Adsorbent: Calix + n-hexadecanol (1.25); bed volume: ca.
2 cm’.
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Fig. 30 Differential thermo-gravimetric analysis of Sr adsorbent.
DtBu + n-hexadecanol (1.25).
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Fig. 31: Distribution coefficient onto DtBu + n-dodecanol (1.61).
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Fig. 32: Distribution coefficient onto DtBu + n-hexadecanol (1.61).
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Fig. 34: Distribution coefficient onto DtHex + n-hexadecanol (1.39).
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Fig. 36: Static capacity of Sr onto Sr adsorbent (DtBu). [HNOs] = 2 M; temperature: 25°C; contact time:

2h.
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Fig. 37:Static capacity of Sr onto Sr adsorbent (DtHex). [HNO;] = 2 M; temperature: 25°C; contact time:
2h.
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Fig. 38: Adsorption and elutoin examination of Sr-1.Adsorbent: DtBu + n-hexadecanol (1.25); column
i.d.: 10 mm; bed height: 175mm; flow rate: lcm3/min; ag. phase: 10mMSr-3MHNO;.
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Fig. 39:Adsorption and elutoin examination of Sr-1.Adsorbent: DtBu + n-hexadecanol (1.25); column
i.d.: 10 mm; bed height: 175mm; flow rate: 1cm®/min; aq. phase: 10mMSr-3MHNO:s.
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Fig. 40: Recovery ratio of Sr through a Sr adsorbent column. Adsorbent: DtBu + n-hexadecanol (1.25);
column i.d.: 10 mmy; bed height: 175mm; flow rate: 1cm’/min; aq. phase: 10mMSr-3MHNO:;.
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Fig. 41: Break through curve through a packed column with Sr adsorbent. Column: i.d. 10 mm x 300 mm

height (bed height 280 mm); DtBu + n-hexadecanol (1.25); flow rate: 1 cm’/min; room
temperature; Feed: 10 mM Srin 2 M HNOs .
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Fig. 42: Elution curv of St from 1 to 30 cycle.DtBu + n-hexadecanol (1.25); column i.d.: 10 mm; bed
height: 175mm; flow rate: 1cm’/min; aq. phase: 10mMSr-3MHNO;.
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Fig. 43: Elution curv of Sr from 31 to 60 cycle.Adsorbent: DtBu + n-hexadecanol (1.25); column i.d.: 10
mm; bed height: 175mm; flow rate: lem®/min; ag. phase: 10mMSr-3MHNO;.
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Fig. 44: Breakthrough curve of Sr. Adsorbent: DtBu + n-hexadecanol (1.25); column i.d.: 10 mm; bed
height: 175mm; flow rate: 1cm’/min; aq. phase: 10mMSr-3MHNO;.
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Fig. 45: Dynamic capacity of Sr adsorbent column. Column: i.d. 10 mm; DtBu + n-hexadecanol (1.25);
flow rate: 1 cm®/min; room temperature.
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Fig. 46Differential thermo-gravimetric analysis of Sr adsorbent.
DtBu + n-hexadecanol (1.25).
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Fig. 47: Distribution coefficient of DtBu + n-dodecanol (1.61) after irradiation. Dose rate:2.72 kGy/h;
soaked in 2 M HNO;; Adsorption from 2 M HNO;. Adsorbents (0 kGy) were not irradiated but
were soaked in nitric acid solution as long as irradiated ones (827 kGy).
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Fig. 48: Distribution coefficient of DtBu + n-dodecanol (1.61) after irradiation. Typical irradiation
conditions: 20 cm’/g, 2.72 kGy/h, 2 M HNO;. Adsorption from 2 M HNO:s.
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Fig. 49: Leakage of DtBu from adsorbent after irradiation. Typical irradiation conditions: 20 cm’/g, 2.72
kGy/h, 2 M HNOs. Adsorption from 2 M HNO;.
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Fig. 50: Mass spectrum of DtBu.
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Fig. 51: Mass spectrum of DtHex.
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Fig. 52: Mass spectrum of Sr extractant (DtBu) after gamma irradiation.
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Fig. 53: Static capacity of Sr adsorbent after irradiation. DtBu + n-hexadecanol (1.61); dose: 267 kGy (2.3
kGy/h x 116 h).



JAEA-Research 2010-016

Dead
volume

10.0 T T T

0.0871 mol/L

8.0

N
o
T

62.3 cm’

[Sr]/ mM
»
o
|

00Llo—loolo olo 1o ! |
0 10 20 30 40 50 60 70 80

Effluent volume / cm’

Fig. 54: Breakthrough curve of Sr adsorbent after irradiation. Column i.d.: 10 mm; bed height: 80 mm;

flow rate: 1em’/min; aq. phase: 10mMSr-3MHNO;. Dose rate: 1.82 kGy/h; duration: 16 h; soaked
in 3 MHNO;.
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C/C,
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Fig. 55: Separation of Sr and TRU through a packed column with Sr adsorbent. Column: i.d. 10 mm x 300

mm height (bed height 240 mm); DtHex + n-dodecanol (1.79); flow rate: 1 cm’/min; room
temperature; Feed: 2 M HNOj; solution.



JAEA-Research 2010-016

DV Feed 2 M HNO, H,0
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Fig. 56: Separation of Sr and TRU through a packed column with Sr adsorbent. Column: i.d. 10 mm x 300
mm height (bed height 280 mm); DtBu + n-hexadecanol (1.25); flow rate: 1 ¢cm’/min; room
temperature; Feed: 2 M HNOjs solution.

DV Feed 3 M HNO, H,0
1.0 — I I ' T
—@®— Sr
—Aa—Y . ' .
—&—zr E : -
0.8 —0O— Mo 1 : I
—/— Ru
—{T—Rh
0.6 | —— Pd
o —I4— Ba
< —— Nd
Q
0.4
0.2 |
0.0 Lo lpoe—C 24

Effluent volume / BV

Fig. 57: Separation of Sr and typical FP through a packed column with Sr adsorbent. Column: i.d. 10 mm x
100 mm height (bed height 55 mm); DtBu + n-hexadecanol (1.25); flow rate: 1 cm’/min; room
temperature; Feed: 3 M HNOjs solution.
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Fig. 58:Separation of Sr from simulated HLLW. Adsorbent: DtBu + n-hexadecanol (1.25); bed volume: ca.
2 cm’.
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Fig. 59:Separation of Sr from genuine HLLW. Adsorbent: DtBu + n-hexadecanol (1.25); bed volume: ca. 2
cm’.
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Fig. 60: Procedure of process schematic separation.
DV 3 M HNO, Feed 3 M HNO; H,0

2.5 o | | |

—O— Sr

C/C,

Effluent volume / BV

Fig. 61: Process schematic separation of Cs. Adsorbent: Calix + n-hexadecanol (1.25); column i.d.: 10 mm;
bed height:150mm; flow rate: lem®/min; conc. of feed solution: 3M.
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Fig. 62: Process schematic separation of Sr. Adsorbent: DtBu + n-hexadecanol (1.25); column i.d.: 10 mm;
bed height: 175mm; flow rate: lem®/min; conc. of feed solution: 3M.
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Table 1: Composition of Cs adsorbent

Impregnated amount /wt% Specific surface area
Adsorbent
Extractant Modifier m2/g
Support - - 15
Calix + mhexadecanol (4.17) 24 (25) 25 (25) 5

( ): by design
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Table 4: Leakage of extractant from Cs adsorbent

[HNO,] / M

0

2

Adsorbent

Conc. of dissolved extractant / ppm

Calix + m—dodecanol

Calix + mhexadecanol

Calix + m—dodecanol

Calix + mdodecanol

(5.56) <10
(4.17) <1.0
(4.17) <10
(2.78) <1.0

Contac time: 1 h

Table 5: Mobile phase for Cs column

Mobile phase Volume / cm?®
Conditioning 4 M HNO;, 20
Feed 4 M HNO; 20
Washing 4 M HNO;, 30
Eluent H,0 70

Table 6: Mobile phase for Cs column

Mobile phase Volume / cm’
Conditioning 3 M HNO; 10
Feed 10 mM Cs-3 M HNO; 10
Washing 3 M HNO; 10
Eluent H,O 20
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Table 7: Composition of HLLW at NUCEF

Element Conc./ mM Nuclide Conc. / MBg cm™
Sr 0.753 Cs—137 1289
Y 0.671 Am-241 28.64
Zr <0.1 Cm-244 60.18
Mo < 0.1
Tc <0.1
Ru <0.1
Rh < 0.1
Pd 1.31
La 1.59
Nd 4.69
Eu 0.273 [HNO,] / M 3.00
Table 8: Composition of Sr adsorbent
Impregnated amount /wt% Specific suface area
Adsorbent
Extractant Modifier m%/g
Support - - 15
DtHex + n~hexadecanol (1.39) 23 (27.6) 19 (17.1) 5

( ): by design
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Table 13: Leakage of extractant from Sr adsorbent
[HNO,] / M 0 2 4
Adsorbent Conc. of dissolved extractant / ppm

DtBu + mdodecanol

DtBu + mhexadecanol

DtHex + nm—dodecanol

DtHex + mhexadecanol

DtHex + mhexadecanol

(1.61) 19.8 18.4
(1.61) 50.7 31.5
(1.78) <1.0 <10
(1.39) <1.0 <10
(1.78) 4.3 <10

20.5

50.6

Table 14: Mobile pahse for Sr column

Mobile phase Volume / cm?®

Conditioning 2 M HNO, 20

Feed 2 M HNO, 20

Washing 2 M HNO, 20

Eluent H,0 20

Table 15: Mobile pahse for Sr column
Mobile phase Volume / cm?®

Conditioning 3 M HNO, 15
Feed 10 mM Sr-3 M HNO;, 15
Washing 3 M HNO, 15
Eluent H,O 15
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Table 16: Composition of simulated HLLW for process flow sheet test

Conc. /mM
Element
Simulated HLLW* Raffinate
Sr 248 1.36
Y 1.39 -
Zr 14.39 5.69
Mo 9.87 452
Ru 14.78 6.24
Rh 4.41 2.19
Pd 11.56 5.77
Cs 14.07 3.91
Ba 5.87 3.01
La 11.7 -
Nd 20.75 -
Eu 457 -
[HNO;1 / M 2.06 3

*Containing [H,0,] = 0.5 M, [HEDTA] =0.1 M
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Table 17: Decontamination factors

Cs separation column Sr separation column

Element DF Recovery ratio Element DF Recovery ratio
Cs > 100 1.4 Sr > 100 3.0
Sr > 100 1.2 Zr > 100 0.73
Zr > 100 0.92 Mo > 100 0.61
Mo > 100 0.90 Ru 77 0.82
Ru 85 0.98 Rh > 100 0.73
Rh > 100 1.1 Pd > 100 0.87
Pd 85 0.97 Ba 2.2 1.0
Ba > 100 1.1

Table 18: Composition of simulated HLLW for separation of Sr

Conc. /mM
Element
Simulated HLLW* Raffinate After separation of Cs
Sr 248 1.36 0.65
Y 1.39 - -
Zr 14.39 5.69 2.03
Mo 9.87 4.52 2.26
Ru 14.78 6.24 2.30
Rh 4.41 219 0.86
Pd 11.56 5.77 2.14
Cs 14.07 3.91 -
Ba 5.87 3.01 1.27
La 11.70 - -
Nd 20.75 - -
Eu 4.57 - -
[HNO,] / M 2.06 3.00 3.00

*Containing [H,0,] = 0.5 M, [HEDTA] = 0.1 M
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