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Radiochemical Studies of Iodine, Tritium and Neptunium
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In this review, experimental results on studies of radioactive iodine, tritium
and neptunium are summarized from various experimental results which the
author studied in JAERI.

On studies of radioactive iodine, firstly, in experiments which was simulated
the reprocess of spent nuclear fuels, the following results were described such
as the composition of radioactive organic iodides, the relationship between the
yield of organic iodides and reaction temperatures or variation of acids, the
relationship between the yield of organic iodides and chemical forms of iodine,
the source of carbon for organic iodides. Then, from these experimental
results, the process establishing the formation mechanism of organic iodides
was fully described. On the basis of the formation mechanism, followings
were also discussed on possibilities for the formation of organic iodides under
nuclear reactor accidents, and the upper limit of the amount of organic iodides
under the atmosphere of HTTR.

On studies of tritium, three topics were concisely described on the isotopic
composition of tritium gases which were commercially available, the chemical
forms of tritium in various materials and the diffusivity of tritium in them, the
sorption and desorption behaviors of tritium on surfaces of various materials.

On the experimental results of neptunium chemistry, firstly, the relationship
between the structure of neptunium compound and the 237Np Mossbauer
isomer shift was discussed.  For neptunium(V) compounds, a good correlation
was found between the isomer shifts and the mean bond length of Np-all
oxygen coordinated, however for neptunium(VI) compounds, better correlation
was found between the isomer shifts and the bond length of Np-O in the
neptunyl(VI) groups. Furthermore, the experimental results were described
on neptunyl(VI) hydroxides in which some of them were new compounds.

Keywords : Radioactive Iodine, Radioactive Organic Iodides, Formation
Mechanism, Nuclear Reactor Accidents, Tritium, Diffusivity, Sorption and
Desorption, Neptunium, 27Np Mossbauer Spectroscopy, - Neptunyl(VI)
Hydroxides

* Scientific Consultant
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Fig. 1 Experimental apparatus for organic iodides formation during nuclear
fuel reprocessing
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Fig. 2 Radio gas chromatograph for detection of organic iodides
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Fig. 4 Typical radio-gas chromatogram of organic iodides

KNSHLNREDIC, BEHEEHI T ZOAREBIIHEBEE I D RES R
%, 145 MIEETOEREIIN 1% THAHM. 12.7. 10.9. 9.1 M CrHEEEE N
BATHZ LI LN TEARERABICEMINL, 7.3 M TREVEASL., 36 M
TOEREIIIEFEICDEEAD, /2. ERENEIEICET 2RH D HEIBEIC
EDEBS, EREORMEILERNSEZDIT Fig. 7 1CHaBITcTaoy LUK
RZRT, TOMIZ30 DD DEREDE(LZRL TWSD, 14.5 M EEE T3,
AREBIIRIGHRAREI RO L UBBRICEI L. 2 REUEOAERKEIIEED
5 %LANTFTTHB, ZAUTKL T 12.7M LT OB TOARBERIIN TN B KA
(E—2) ZiRl. TOMNESCKREIIIHEBEREICLVRERLS, MEBEEEZEOR D &
EDITMAMITERL. 10.9M MHEEE TR AR 4 %/30min &72o7%. 9.1 MEFT
WHEBIREORADEEBICE—VEBHK RS, 12.7T MEETOE—7 O EIL
40~50 3 THBHM, 10.9~7.3 M i TIL 70~80 HLBEZF <oz, EDHEE
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REICBNTS, USRI 4 BEERT NI T TH D I EAHHAL .

Table 2  Yield of methyl iodide from varibus acidic solutions
1317 4 3
Acid Concentration CHg3131] I ;?aglskah 131 in reactor
HNO3 109 M 7.5 % 24 % 65 %
H2SOy4 18 M <0.03 % 9.5 % 90.5 %
H2SO4 9 M <0.01% 30 % 70 %
HCl104 5.3 M <0.01 % 17 % 83 %
HCI1 10.1 M <0.01 % 5 % 95 %
HCl 8.6 M <0.01% <1% >99 %
HC1 58M <0.01 % <1% >99 %
HNOs;+HCl | 32M+76M <0.01% 1% 99 %
HNOs;+ HCl | 27M+6.5M <0.01 % 1% 99 %
HNOs3+HCl | 95M+29M <0.01 % 3% 97 %
i2
i-@':i
10 -
8 .
= —&—
> 6
ot
A
2
4 |-
b Bt
2 @
L ] | | !
05 20 ® 750 60 80 100 720
Temperature {(°C)

Fig. 5

Temperature dependence on yield of organic iodides
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Table 3 ICRIGH THRORIGBEBNBLIOTIVAU Ty TITBITLRE 181 8%
RLTZ, BDEZ<AEITVENERTADITEBEHEEZ WSS TR, EiE
BENI~IOM OBEETH S, 7.3 M U T TIIHERBE OB & & HITHFHEER
BITEROEMREDH DL, #iZk (HNOs 0.0 M) TIIHMEHEEHK I U RITER
U730, & 5iZ Table 3 ORERIIRE TRHZBWTNZODDED BN ILA
DRIy TABITLTVWAEZEZRLTWS . BITEIZ7T3M OBEENEHELL,
60 %ITEL /=,

TNWAD NI T 1 ZHEBRHETAEZEICIORBFRICTIVAY Ty TAB
792 18311 ORI EFNZ, TORE, 9.1, 73 MOFETIVAU T T
NOBITEIRRIGHBERNREDREL, ZORIIBRLIZBITL ., LEEICHET 5,
14.5 M OHFEIL 20 2 ETOBITRITEFICRKENDS, 20 7 LBOBITEIZDT
MTHb, 36MDBEDTIVAY N Ty TANOBTEIZIEEIT/NE L, 3KME
BETHSDLTOEMT S0, 6 FEFBLAZTHN 1% EEOBITETH >
770

14} 9.1 M O/@*
o
12 ¢ C;////
/ 109 M
10 ¢ © 0/6”9_
8 12.7 M
I R = e
g o ®
~ @
6
s |
0 7'33/5
- o—9"
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Fig. 6 Integrated yields of organic iodides as a function of reaction time



JAERI—Review 2004—011

4 r
A 10.9 M-
9.1 M
3L
=
:
) 12.7 M
v 2+ '
73M
| o
14.5 M \
36M S
0 i 2 T 3 4

Reaction time (hr)

Fig. 7 Differential yields of organic iodides as a function of reaction time

Table 3 Distribution of 1311 after reaction in HNOs of various concentrations

Concentration of | Yield of organic 131] in alkali 131] in reaction
HNOs M) - iodides (%) traps (%) ~ vessel (%)
14.5 1.18+0.15 39 + 8 60 = 9
12.7 80 £ 1.7 28 £ 10 64 = 10
10.9 10.7 £ 3.5 24 + 9 65 = 12
9.1 14.1 = 3.0 46 = 13 40 = 10
7.3 5.4 = 1.7 60 = 26 35 = 13
5.4 51 £ 3.0 -39 = 17 56 £ 20
3.6 0.13 =+ 0.12 10 = 4 89 = 2
0.0 (Water) <0.01 9 + 9 91 £ 9
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2. 3. 5 (HEEH TOEMEMKR 3] D{LFEREL

FOGWC AWz 181 OILEBIER B EWELIRE 1" TH D, MEPTHNERT S
ZEITED, BNBLIREBICEBILINDIDBDEEZ 5N, BBERY THEENS
ZAENDERITIT. 10 () (BFREAZSTFRITVE)., 103 BLUP 10 F
THDNHEEE DB TIN6E Z T 10 N TE S EEMEIZ DN,

A 181] 2 BANEE T T 2 BERE. #9100 CITmEL L /=8I0 i o 181 Ofk2#
ﬁ%:—%’félﬁ‘é?ﬂﬂtmzot DHAND E 80 %< MNIOs IZRILL TWiz, £/2X—/X—7 1O
IRTTT 4 =L B OER 10, 1SMHEBERUTTH o7z, LIEA->T,
BRAIR P CEEAR BT 05 10 ETE LI NS SRS N5, A #
AUENEDLREENOERT 2NIMFEEEI T BREREEZT S L THES
WCWEHER I ETH D,

WA T REREOBEEMSEE A5 =012, K OEEEIRTR O —3 & kil
BROHL 18] Qb2 B O 2 EEMEIC K DRz, 14,5, 9.1, 7.3, 3.6 M O
INREEF D, EOWBBEICBNTD BHEAE, BRENICRESO 171E&D
EWELIKEE (10 (o). BEFREZBSTFIRITER) I N. DIgRHE &I

SWTEEGIZET LUz, 10 1I3EM & & ICEMT 20N, TOEEBEREEN
BWEEREWN, Mahrmi1ﬁﬁUﬁ]IO3i50%é@K 2 BFR TIZIE
BICET D, 9.1 BLXU 7.3 M TIEHE L IMET T 572012 105 NOBR{LEET
INELT72D, TOAERBRRIZOZPRNT, ®-< 0 c‘:ﬂﬁﬁéﬂzéﬁ“éo Lz ET D
FTOEMITINSHEMTH S, 36 MDEI TSI SITEWHEEEEBETIE. 100F
T@@mm%mﬂ'mfmimmﬁ< 5% TH 40 WA FTHo7z. 2T

57 1831 OLFEROZR(LOBE &, Fig. 6 BIR 7 WRLULEBHEAHITED
i&%ﬁ%&ﬁbf% AT RAERMRIT 10 () ERT 105~ DA iR
EFEE-HLEW, LLL, ZILHY Ty TAOBITREEN D> < DT, D
BITEDZWVWI1IBIRTIM TIIAEKITVEDERED L. BHIATRDERR
EATROBLBRIIHSMIBE/RL TWS,

2. 3. 6 IUHRBEEKPIHFAEEHIVEERIRITITEZE

INFETHRNRTELERIITARTEEA B ZHNWTIT>ZHDOTH D, 1H
DREHZDICHERLTNWS BT O3 1002 BN TH S, LZN> T, BEEE
WL BN BHIERETH S, 181 OBIRICHEAE LT Nal2l Z2MA TRIGET
W, B EE I U RERICRITTEEZF R Z Table 4 I2RT,

Table 4 Effect of addition of 127T-carrier on distribution of 1311

CH4151] Other ; Reaction

Mole of iodine iodides-181T* Alkali traps vessel

181 (1.56x10712) | 7.5%+3.56 % 32+15% 24 £ 9% 65 = 12%

131] (1.5x10712)
+ -+?£W %fﬁﬁ?y 97 + 7% 292+1.5%
127 (2x1078) | 7 | T 0

*Total amount of CH2CHI, CoHsI, n-CsH7I and n-C4Hsl
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BRMEAE#HIVRIIRBIZEDSL TWIONHLNTH D, HEEZMZEES.
AV REREHEE SIEG U TRISERBT 2 EFFICERISREAIZENLL. B8
DEK[DFEENRD SN, T NI (IDICEILINDDONEBERIN, BITESUH
WZIHET BN, 23U Table 4 NSHASDEEDICKEAOITENTIVHI RS
VTN TBHEDTH S,

SURBEOERMEEZEATRIGET >R %E Fig. 8 KT, WMEEOFEE
T XRT109M ThHb, VI TOBEIRIGICER LI VREETHD., #i
BN RBIC R > TR LA E IV ZONRTH D,

WEHERIVEOEREBIIIVRBEEADFEME EDICRAMIIEA TS, & A
. 107 BIVOEAZRMT S &, MEHAERI Y ROERBIIEHREA TR E
ToBEILERTH 107412725, Lizh-> T3 T EHREOEINT RO A
AUROIWHNIGHLEBED EEZ 5N D,

B HEE# I BOERENVKTIZEDT 20T BTN 2TIZLDFRENZD
W2 BRI URFIC I NEDBEENEDLD TNEL oD THYD., HBIKE
MK OIEBRFEIVREZEDE2AEBRITVRITBOL TS EIEE 2 5020,
RIGIZEALEZIVEORBIIH LT, BUIBLN ] 2508FEIAYEOERE
270y MLUEOMNFig. 9 THD (O, HPARRGERPICELLITED
ZBEZRL,. OBXUARZFNEFN BLIZDWTHBITEDERE S RIGA S
FOATVERDEERL TS, 2FEIAVEOAREBIIIVEBEKRME L BICHE
950, HEOHERMEN 1076 BN AR D EA#ITEORMNEITHN 107 9F))
TEERBIZRD, FNLEFEAEREM LU, Tabb, B EEEITHED
ERREEFIVRBEORME EHIZHADT N, 2EBIATEOERZIIEINT 3,
727120, 1078 B)IVEL EOEAEZGEIML THEREBIZZNL L inE 3 icafnEs
ELTLED, #OREREIVHEERIGL TEMIADEREERT S TEEIE] 7
BTN, T OBLICIDETIERO I .0, HHEIAYERREICEINDH
RISEBENSSHIIB A0 EE L 505,

L2 L Fig. 9 OFERICENIT., 2FHEIOFEARRE, KSR\ TOLaI Y
ZEHFIEML IV ROFREMTHEROBNVWERL TR, I TEDER
OEEFMBERIIFEELTIATERORME EHIT THEE OBENREL TSI &
WZEXDHDTHAD,

2. 3. 7 MEMEEHRIVEZESZLAHIE

BORERYE L TETDHFEI TRENRFARERI VR E R B20101F.
BIEREPLETH D, HEEBKRPTH, ARICERIVENEGHRIA TR
IEDITRERENLETH D, £<OHE. BEEAEIVRIBNETERT S
DI, FtE 2 U BZNEBAEND D WIEZNIEWIRETH . KIBEORKIGHET
THHEREZENT 2 I ERIFEICDTNL 0. AR TIIEEEEL TV D
MO ZRRE LTz,

2. 3. 7. 1 & (COz27) 14>

CERARRER. RODEENICEAETORBMEMTHO., BNEEHIUEE
REDEBERIZDNTE S OMERENH S, L, AHIUELOMEEICD
WTISHgEmII RHE SN TWah, ERRF TGN SFREGMNEL, T51C
AURERSUTARIVENERT SBRISFEECEOENEEZ 5ND, AE



JAERI—Review 2004—011

BRTHEALTWVWDS 8] OFKRICH, 0.2 M D CO2 1A NEENTNDEDT,
CO2 A A MMEEHIATENERT DA EEMEEZRET LT,

BRIAENF TIlE CO2 1 A VAR ETH V. CO Lo TEEM S N
WA NIy TICRREIND, DR CO2 DNARN S SN EHEESE, 14C &
ffio TNz, 14C TEFH L 0.02M O NaCOs /KIEHK 1 ml #ERE 3 ml &R
EMBAL.7IVAU RSy 1233 HB L TUC OBITEZRROBEKE L TN,
B3 EEwRE AT > VABIORE I AL, BEN—EIZ/2D5L DI NaOH
WIREMAEREB AR 70— 2 —I12 L DBEIEL =,

AN
w! b e
«
pt
< 10% L o
o
S
9 2
[=4
w
=%
[ =]
[a]
e 3071
et
ey
w
o >
5 o
o)
]
-
- \
°© 2
g 10 = O
—
)
o i
-
107 o
10712 15710 4578 10°% 074
Total amount of iodine added ("' + '¥'l) (mole)

Fig. 8 Effect of 127]-addition on the yield of radioactive organic iodides
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Fig. 9 Effect of 127I-addition on the yield of total organic iodides

FINERIE# B T 1C D 98 %A E, KROS5 T 1.4 %7 IVAY hT w7
BATL., BAID 10 7T 99.56 %W 7IVAHU how T 1IZHEIND, KnbAtA
10 LA D UCBITEIZ 1 20U 0.01% 2 A 5 Z Eid/zv, 90 B EfT-
FERICBAEZRITER S TWD UCIZ 0.001% L T THD, YILAU FIv 728k
D3 ICHEINT UC DEIX0.08 %LU T TH o7z (RIVBKIC B 2FMLTH
FREDFERNE S N, RIGEERF D COs2 1 A IIEEITERE D S 512, CO2
ELTEHIIBITL, 7IVAY bS5y TICRINEN S 2D, BT O CO2 1 4>
WEBIEE 732> TWA IR IT/NS W, INEHRT D DITROERELT
27,

0.02 M DIEFHE Nal KIAHR 0.5 ml & 14C T L 7= 0.02 M NaCOs 7KIEH
0.5 ml ZWEE 3ml SRS LK ETo 7/, (IEHEIML TWwisy,) 2.3.6 DFERE
£V (Fig. 9 ZOEIBEHTFTTRIRETZIEH 1079 BILOEHI T ZNER
TBETTHD, IBERHD CO2 14 NERIEIZZZ->TWSET B E, FRHLE
14C O L HEBEIZA 50 Ci/mol (3.7x1010 Bg/mol) TH 0., WEEE N T v TITHHE
INDHEHEIATREPRITIEN 105 dpm PLED UC NEFTNE LHEEINS, KIGK
TED UC ORFEHREKS > FL—a oy —IZEDBIELRE 4 ROER
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BEIZ, WInd 120dpm UTFTHo7z. L7EN-> T, ZOBRIZLOHEHZES
FLTBD. RE2OEHITEIT CO2 1A VNSRRI NED TR &R
N5,

2. 3. 7. 2 ko> :

FATSNNEL BT 9 L WA T ARICOARIVENER TS L
ERELTWS 9, AW S 2 &BIIH 600 ppm DIREZZFATHD., I
SOmRBINEHEE > TNWAHAEEEDEZ S5NS., —F UC lIKBRIZIEL
B, T ZERDETHRIAFZEERETSHETEI<ASNTNS, LAL.,
UC: Z RINERICHRM U 7 55 B A # I D REREOBEIMIBRI S N T, #i
IR D MER N A S5z, U £7213 UC ZHINT 5 & NO BEU NO: DFA,
ZTIUZEDROWRBEOCRKTENEL, BMICHFORKREZEEMITHE TS Z
CIIRETH A0, EHERITIEIIN S ORBEEZLHFERETIIRNWEFERmTE S,

2. 3. 7. 3 HHELEY

FOREEBIISEEYIC L DBEREH <TOICHMLOEERZIZS o 7208 B
DRAZTZEIRLTIEIRNETH S, 13 OEHEKDFE., —ROKIZHEH
TEHEFIII0LEIINEBETHD, ZOBICH L THEEBYOEEZEHL S ZREICH
IABZEIIRETH S, LEN>T, MBMEBORMYDOEAICLD., RIIEIKE
SEEINLHIENEZEZOND, LM LHICHAOFERILEMZEZSEIIMA DT &
WEDRATORIGZESIE TS ZEBRAETH 5. HEZIE. RINARICELZDH
WIR># (Ci~Cy) ZEUINT B EAERMORFIE. MATHIVEYBIZEFRENRR
DHERTLITIRD, WTNOEEICH AR BEOTINFIEEZ S DA T
DINENE L EINT 5, THUIHINRFIINEORREICEZD, KDL DITE
TAETIWNFNTDOHNETUEREORBITELEHDTHA S,

131 o 131 e iodi
RCOOH + 1311  heat R131] (organic iodide) + COq 1)

FETIIE#EI TRIIEINETBIIEDL Tz, SIBBERTY S VBER
MTNEMETE7INFIVEEFE S i-CHA B LV n-CsHqL DIZ, CHsCI=CHo,.
CH3CH=CHI A% T 2 RFEM 2 D DEMBVHER I N, 510, InbH &
BN RFBE—RBHEAS DY & B0 CHal, CoHsl % KRFHO I T T IV F
IWINAERRT ARIEEMENRH B, LN L. TOXDREHEAE 8] ORICBWTIIFITH
WARVEEZRMU RS THOHRSHEAKIENERT 2701 EN &R &
OHBEZEMICHRm T A I T TER N,

RISBIRIZA DV FZHEERZEZMZ D & AR IVROEREIL Fig. 8 ITRL
LTINS L5, TNEFAHAL THREEE#IDREREDIEEIZDR
WERHEEED, ZORICHNE VB ERML TEDXL D BERMOHNESND
MEFRTz. ZOEEEEMEMAIZWED ., CHsl~n-CHol DG EFHI Y
ZOERBIZEEICDRINARVBEIAVRORISEZEERAND I ENTES,
131] 25 72 0.01 M Nal KIS 3 ml ZH )R B 1 ml SIBE L. BB 3 ml
EMATHREZEITo EBEEIZ109M TH3), ISICHERL-ERSHED
UHEOEIZI0EITHO. Fig. 8, 9 DFERICINITEEHI U EAKEITE
fEIZZEL TW5, #R%Z Table 5 1T7RT,
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Table 5 Yields of organic iodides from solutions containing various carboxylic
acids in the presence of 105 mole 127 (Yields shown in %)

Additive CH31311 | CoH3181 | i- C3HA1811 | n- CgH7181T | CHo81I]

None 0.05 <0.001 <0.001 <0.001 <0.001
HCO2H 0.001 | <0.001 <0.001 <0.001 0.35
CHsCOz:H 0.27 <0.001 <0.001 <0.001 4.3
C2H5CO2H 0.014 0.32 <0.001 <0.001 3.4
(CH3):CHCOs2H | 0.11 0.003 0.13 <0.001 0.16
CH3(CH2)2CO02H | 0.034 0.002 <0.001 0.24 4.4

ERIMAZANR B ERCTIVFILEEZS DI TP TH BN, i
CH3131]  CoHs1811 FEDERPEBAI S/, FiZ1 VT8 (CHs):CHCO2H)
DEWINZE D, 72D DED CHs1311 2V i- CsHBII & EBITAKRLTEBD, AV
ROBO CHs ENUNTIVRENET AAEERHDZEERL TS, &5
2. EEBE (CH3COLH), YO bEA > E (CeHsCO:H). #E (CH3(CH22C0:H)
FZOHRMIELD, CHII OINENEFEIZE < 2H0, TOEMER S L T,

c CHy- + 1 - « CHal 2)
*CHal + 1 — CHo1311] 3)

D—EDORIEDEZEZ S5, RN THNVR CBOSMERREINZDELIE> TS
ZEEREBLTNVWS,

2. 4 HEHEERI Y ROLEREE

INETHEINTWARRICENE, BERHEEHI U RAERIIERSEHICKD
ZOEETDHN,. WTNOFEITHERYIL CHs131 THO. RKINT CoHst31l 8
ZNEND B ZEFTF > TS AERTHRLUZBRFHEEEIVRZOEERYD
F/- CH13I THD., LR CoH5131, n- CsH713, n- CsHo31 DNEIZ £ p &1L
95 (Table 1 &), INSEERMINVTNHEBRDTFTHY., ol
BRI DIRITIEFITENE WS F-NDH 5.

—iRICEFFETRHWSNDBEHIKRY, RIEMFOTRMY ZZ A TS,
UTeio TEARIINZED R TETHKRE KREBORINCED . EEINEL,
SO RERMOIVRECL T B HEEHI U RZHERT D IaEHEIEE
AN, LML, MO EZS LICHEERVLBENSHESINLSFHIVESE
R, ERICERINSELDIEE20IDRL, £ BRBEICEB RO A
DROBRDRE. WHBRSHEEZD L, BEMAF TOERIITEA EEBHERSTH
A5, Fiz, ERENERE, BEIVESAEBYEORINICEDAEHRIVEELET
HIMRIES . K EORE., RINEEZEDRICEGEENSCEETESLTHA D,
SHSORIZBEL T, L HI AL EW & OKHET IVERERIC K > TEM
o5 TS, BEHENEIZ S SROWSNEREE I ROERL 2 ERGATIL. BE
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RYAFEIBRE, BEMEBER., HA2NVIREOREEZTHAI LHEEEIN S,

SIS DEER 213 Purex EIC L D BREHAMRIBRE ZERER THRRNEZHDOTH O,
BT OMEBAERIIEDRIBHEEERIVRONEIIRKRERITEL., £&
UTHBIRRSICE D ET BT ER2RLTWS, ERFGNGAE T /213288 T O A
EUE% W&o TWa ETHIE RISIEMAF TOIAYEDREPD L VEREEDIREE

WRESEEINADZENTFHRIND KEREZHET TORNEEHITRDOERK
HEENIAWEBEOMESE (Table2). JBE (Table 3. Fig. 6,7). KIGEE (Fig. 5).
Wi (Table 5) IZEDKEETEN, FrUT—HADHEE (NJT LA,
TN, BF), REZICBEEINT, BRE YT E2AWVWERES 2&FE. X
INEEE L THRHETHERT L, SHETORIRZEAFSII/N SV EHERLES,

AEBRERIL. MHEEHITEOAERIZBRF Y T > OBEFEBEICEERNET
137 <, B 1] OEBEROMBAICL > THELD I 2 RLTHD, mEE
DEBRIDFANELU TS ZERENS, ARBELHLELRDBDEZ I 5NS,

FRNMZH WS 18] DfLZEBISERBDERWEEGIRE I Th 208, WEH TMET 5
E 1057 ICE T I NS, Naldll O/KARZHR SEGMBALTH, BEAEHR
MATRIIERLBZNOT, TOEETIIAEEITRIZERETT, T 05 105 £
TIN5 b:fhﬁ\@?ﬁﬁ%’f‘ﬁ&%ﬁﬁ%ﬁa UENERTEIHDEEZ SN,

SRR I I ERAIR TP TTINR L 2848, EFICERMOS Bz (KFIRER
BRI TE) FTHBIELINS, ZH ifbfﬁﬁﬁfﬁﬁi%a@i@iﬁig Ml
145 MEBE OB S EREVTNOBMAMEEZE> THBD (Fig. 7). Bl EEHE
B 72 BEEE 1T ER D 5 7z, Chbi‘ﬁ(@i’)f;%%ﬁ#%%%ﬁbj‘%?ﬂéo EHEISEAN
1B1] 2B IR ET D E 50 %L EOT 0B {baND Z &g TW5,
H L. ITMEEEITENERL TWBEETNIE., TOLSREIC L - EBEAE
B ZAWTRINZITAE., FOEREIT 1/2UFICR213TTHS, LL, E
BRI T IVAVBRICRELRE 8] 2HWTKIGS B #ER - EREEHFEN
T“—~ﬁb\ HEBEEXREELRBETH- -, TNSORKBRIL. ITI3EKI TEER

WEHEBEESEL TWERWNWI EE2RL TS,

—Fh. WAHEAEHITENTIEAEER LB Bo R E TORIGAEZZHR O 181]
13 80 % <M I0; 172> TWnW5d, MHERIEIEH Tid 103 N5 K 0 S0 ERIBIREEA
DEALIT—MRICETLIRWEZEZEND I ENS, 1035 N5 S HITEWERLIREE
NOBALBERE S A AE I TEARIZETFEL TN EERINSE, 211560
FERERICONBD ZDDEBRERN S BSEEHI U ZARIE V(R THREZED
FRIATHR) N5 105 NOELBREEEZICEBRLTNEDHDEEZ 55,

1) WEEEIBEIRTTO [0 REEN S 103 IR f\@ﬁéﬁfh@* WEHRHERE#EITROE
Rk & EER, THERIBEIRWKEEERT,

2) BEEA#IADFAROEERKT S, Eﬁ@é{("{ﬁzﬂiﬂfmg DB N
BEIZETARISEFEF-HLTWS,

TV ERETO 10REEDN S 10 REANDBRLIZ DWW TIHEBH I <A 51
THY., ROBRRKIFIIRED.

. _ _
o1 OH I + HIO 4)
2HIO OH" I~ + 105 5)

—p
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UL, BEBRPTORMRBICDOWTIE, TaIcBEN Wi, IUEES
ALK FE EDRIFIZT DWW T, . [ EDITINETEL S DHRICLD, 2D
FOSERBETEFEINTNS, BRETOREEE L TEaIRIVF KR Ry
N7 bARIR) BIFRICBT 2 T P HIVEERRE EFER. ROKDITETT 5,

Iy —p 21 6)
RH + I — » R + HI 7
R + I, ———p RI + I 8)

—F, BHEIEICEEL TIX 2.3.7 TR L D10, REEA A 0L T 3HE
FIZR0ERW, UL, BELEWEELY DIV E CBHRMOERTHL M e &
AN HAINKRFUINEORKETETETINFIN TN EFEOE#ITEOMIC,
RE—IREEEVIMITHES EE X 505 CHl © CoHsI %5475 (Table5 5
B, REBRTHW-ERK 1] 0BIZ 102 MEEOHD TRKBETHD., 20D
BICHIST 5REOEEBYOBENMIBETIN-NEEZ SN, - T, AIaVH
DORINHEREIL, UTOED IR LED,

FRBEIINGRICEENSHAEAHMY (RH) THO. BEOMBICED ITIZIO
WEibEns (IR 9. —FH. BEAHSE, RII0EBOBEIZEZD B,
AFINTCHNEERDETDINHEHEDERT D (Rt 10), A#avRIL 10 &
DREERDDOAFIVG PHNVNRIGL TERTS (& 11,

I hot_HNOg I0 9)
RH hot HNOg  CHs  + R 10)
CHs + I° ———» CHsl 11)

BEHEAE IV ROEREBEORBEEREFEL, ZoBEICINE. RIS101T
K OEWAMY O R EISHBREENEWEEAN EEX 50 S 9 DF
ENEHERECIETESLZD, RFIC BT NVAY Iy TABITLTLE
DM, EIHITEBRREE TERMTRILINTLERD ., TOMREL TRENE
LILEUTHAVRETH S, 512, EREDOREKEE (Fig. 5) &, -G 9.
10 OEEMNMERTITENW D E LU THMAMRETH S, ZTOEEIE. NUTLDOK
DOICEREF Y VT —HALL THERT2 EAEITVROERENE L <HED
T5 (EBRERZ Table 6 IIRT) T &, HEZIRINT S EARENREDTS T
EMBBHEMITENS, ThbE, BEORME S PHNAAIR Py —TH 58
RN 10 DAFIIN TV ZEHELTLR D7D THO ., HEDOHRIMERIE 11
DIMFEREND 2D WHEEEIVROENBDT D E LU THHAMETH S,
RFREDE MY TH S TTREMEIL, Table 6 IIRL Tz, HEEEZAEL THWS &
BRI TENENHDTEIE, BEY Fig. 9 IRUEMBRTHRRZEDIT, K
WRDIAVREBEEEZES<TLE. RREMTARIVELEREDOHAMIARERT
EDHBIFFIND,

Mo T, MAHEHIVREREZIH T DD, STHNNAARL Dy —=F
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HEZREBICRINT 52 &, HDWERAERAMBOHEEZNGTH20. 70 TL
T TR EERT S LK DERAETH S,

Table 6 Effect of purification of HNO3s and change in the flushing gas on the
yield of organic iodides

Nitric acid Conc. HNO3 Distilled HNO3 Conc. HNO3
Flushing gas He He Oq
Total yield of 2.2 + 0.8% 1.1 £ 0.6% 0.18 + 0.03 %
organic iodides

2. 5 FETFEHRIIBILEHITRERDOTRENE

FEEERTIE. BERHYOBRNBIC IO AFIVT DI REE SN, B3I Y
FZDRZBRERS>TWDZ ENHBIL 20, MEHRSBIC L > THOAFIVTOHIN
WSAERT D RIEEMENE W, EHHA 18] 2 107 2M EESDBEMBIARIC. MEOEE
B (CH3COOH) #ZHiNL. =BT T60Co #IEICTL D 2.25x108 R(1IR = 2.58x104
Ckg) £ THREH LB EOKRAEEEI VFEEREZ. Table 7I1IIRT 3,

THEEVAIR & B L 7235810 B & AREIEDTR NN, BFERIIMEICHHI L T
B MHAE#EIATENERL TS, Fig. 5 ICRLELDIC, WMBEBRKDP TE#EIY
R 60 CUTTIIER LRV, o T, vHBHICX2HFHIVREOERIT. K
EHEDEIC X O AFIVS DHINNET B EE2RLTNS,

Table 7 Yield of CH3!31I with addition of CH3COOH to HNOj3; solution under

7 —ray field
Concentration of CH3COOH Percentage yield of CH3!311
2 % 2.2x107! %
1 % 1.3x1071 %
1071 % 3.4x10 2 %
1072 % 1.2x10 2 %
None 6.0x 1073 %

Z OfgRIE, RF P FSEFITRMESFENICHSEEI DENRE S NZBEIT.
WUEEEIVENERTOAREENESNWI EERELTNDS, 3§25, AFILT
DRI BEIBRNONA b, BREEME (OF 12 TER EXBRLEZ [
LT RIEAFIVENMENEKEZRLUZ) OFEYD ST L ERT S
FIREMERN B D, FIT Csl &L THEH I NS HHFMEI Y RIT. KOKFEAHE (G
13) AEMICLD DERTERITEIL (RIE 14) SNDEBEAHNDNETH D,
BETIFEEFIZBTS, BEEERIVRERIRANCLDERLEFELTHA D,
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R(organic substance) Radiation, CHs + R 12)

H-0 RadiationI OH, H, H:0:2 etc. 13)
I (Cs) + OH——» OH™ + 1 14)
I + CHy ——p CHJI 15)

INETIEI > ZERRITS, BEEERIVRNER I N TSN, Crystal
River-3 BLWN TMI-3 WINOFFIZH, FEIAVROERITERER LD 2.,
SHRBRBBOAEREBDHANENWI EDNREINT NS HBEPBIZEZOAFIVS
PHIWVERTFRITVEDBENRLZICENT S0 L HEBEIND,

2. 6 FTFFEHEHICHITBFIIVERET AT Y RERO
Bt

THUNMNEBEELTAETZ2IAVEROEHIDN TR INETIEE A EHEN
THNTWRWY, T TIREESEMIOMEREREE C<BBICE LD 5,
SRR EICHTH S8/ 132Te 24 OFHKPICEHET S &, HEHEEHITHE
DERDED 572, Table 8 ITRT L DIZ, TOERRIIFHKIZE > TERLE
T, BE FICHREEL THEREICEIBENED SNho7z, LML, ERHATIE
FOERBIZEERE EDIZEAD LR, 8B 2ZHWTHES 7 Culdll MSIdI<HME
DEEITRLUNER LN/, ZN5DFERIT. UTOXDICUTHETSZ
EMHES, bbb, REFFEIIHERTD EOAEAMMTH D, 132Te D BELD
KVOEHRNTES BRIEATOF - 2 —HRICIOREBEEINEZETD, ZOFR
M EDRLUAFILIDHINEERL. AUZENOO 82l EFELTHEEI TR
Lixb, EBRABPTIEIHRREIEAL I NS, 132Te BLUOEEARMY & HI2E{L
BICBPOLNEEMIIHEELER<RD, ERBHNETT S,
EFROEZIZE<HOERBERICHIGHT A I ENHKRE 0, ZOEBROHMES
LAFICRY ., JRR—4 OIFEEICHRBE LU ZEREEZHANWTOERERTHS 7, HED
AL A TREER T — 2 AN U0 XLy M4 BTHD ., ETFFEes
IREET ., 25U OEDBICLBZEHORKAIIID, HHIND2EREELSHERDD
BB ZRNLZEEZHMIC LD TH- 7, AUER U0 LD HEEN,
RENEIZ T L -7 IR, ZFO—ENEBENKE NS, T U EKE 131,
133] B LN IIFIIF U R R LN 2L I S M B> 3 E&E2 R L=,
BRI IERITIE 8] O /) — 7 & 132] OEENIRET < B0, 132 O EILEEm
U7z, AHIATVRDORHRIZZOERBEETHD, BUI O —TTIEEKH, T
b MEBRERNEVEEOHFPHLMIEL . FEIEBITEDT L, 182 DH
WA RERBIZELEROENRE < Isolz, 3] TlIEEOHEPSEETZ R L T2,
FREOHRERZERMEIZELD. Table 9II/RT ., ENSHSMN 2L DT, A¥ITVHR
WZEFIFEERFIEN D Th<ELERICHERT S, RICFDREER (BH#IFE) 2D
WTERLTHD, BHE UsOs ZEFIFENATMALZHEEIZH, BRI VEEZERK
THZENHONER S TWS, He [iF TIZZ DEREIIRK 14% TH - 20N,
BIBEQRTP TIIREBERU T TH o729, > TRBRIIERICHEINDTND
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D, TROBEETI AN THZEEZSND, - T, ZOHRGICHRIEDERE
RHEIAEL TWAEEARMYMNRBIBEEEZDDONEHLETHAD,

Table 8 Yields of radioactive methyl iodides under various conditions

. Yield of CH31321

Todine source Atmosphere Pressure or CH5131
CH, 1.01x105 Pa 0.13 = 0.04 %
He 1.01 x 105 Pa 0.12 = 0.04 %

132, C tal

©onbumeta Olefins 6.65x10° Pa | 0.13 = 0.03%
Vacuum ca. 0.133 Pa 0.15 = 0.05%

Cutsiy Vacuum ca.0.133 Pa < 0.005 %

Table 9 Fractional desorption rate of iodine isotopes

. During steady-state operation During reactor scram
Nuclide : - : .
Organic Inorganic Organic Inorganic
181] (4.240.9)x104 | (4.2£0.9x104 | (7.3+0.49)x10% | (3.56+1.6)x10*
182] (2.611.2)x104 | (4.820.6)x10 | (83.842.0)x103 ND

Fractional desorption rate = (Atoms released per hour)/(Atoms plated-out)
ND : Not detected

PLERARZEBEEIZEDE, JRR—4 DFEEICHREBE L ZEETEHRINA#KI D
%@E%%%iﬁim Z. Fig. 10T RTEDICELEDTHAD. Thabb,. £
BEO U inkhir<icid, 3uESFIINT L =7 MLTHD, IIFED
HRmE L EITHEL ENTICE-> TS, S 5ICEFEEEPIZIER 18R/
h (1068 Gy/h) OEZICH 105 R/ h (103 Gy h) O #EENEFET 5. o
T, EEAIZIEIE 16 L2 TAFIN T PHINEELELD, £ TOIATERMERIZH
WIS 17 BLR 18 FICLDAEIATENERT D, LML, JRR—4 E1E#
3 YRERETOEDRIG 16 1TEVICKLKARD, HII—EBER LB HITERD
SRS 19 BIE T T 5, /IK 17 BER19NEHEEL TS 18] BLN18] TidA
A EARBEORKTFIZ 1 HICTERN, —F, BIIZDOWTIEZZA TR 208
K21 DBERIZHES Ty M 32l ORISHIE > TWB o TR FIFEER.
RS 19 DD IZLK KRB EEMBIIHICHEMT S Z &1/ b,

ZDEDIT 132Te 1M T 5 1321 IZIIRFE OFEENROH N5, FHEFIZZOR
BENICERREREEREITIEEFZNVWTHAIETFTRELDS, LML, &
BTN DOIEEE E B %W%ﬂnéﬁﬁfﬁﬂﬁﬁhmmbﬁm\%wliyt
HBHEZEZ TS,

2. 7 HTTREHZIIBITAEMIIELRKD LR

AV FEOERBEBCREEITEL T, BKPERE, F AR LI EE
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LTEZ<DOHMFEDBZEINTWS, HAFEETSH, ZEAAGBAF (AGR) 12D
WTZE < DRFFEA 1960 ERICHRE TN TN S,

—ray dose rate
ca. 108 R/hr Iodine isotopes plated out

(During reactor operafon) Organic impurities
ca. 105 R/hr
(Under reactor scfam)

R(organic substance on surface) Radiatiop ~CHs + R’ 16)

During reactor operation in gaseous phase and/or surface

131] + CHy ——p CHsWIl 17)

182] + CH; ——p CHsw» 18)

CH3131] oy CH3132] Radiatiog‘ Bl or 131]  +  CHs 19)
On surface

132Te B—ray. 12 (+ CHa) 20)

132] + CH3 —» CHj313%2 21)

Fig. 10. Formation mechanisms of organic iodides from 132Te

L L, WINOMELFEESNERS>TED, AT LAZFROLMILEFHELT
TOEBRERIZIFEALEE N, HTTR TIE | KEHMEL TAD T LAH A EHBN
THED, D I RBHMOBEENSW-OFMIA T RITERLUE ., HICTEKRLE
ELTHBHIINDBLTLED ETFHEINS, L. FMIKEOESRZFEHL
TWb7, AEIAVRZERTIREORIZIZ WV, o T, BHEEEKITHRED
RIGIZ R0, EOBRBMATRIIEBBRINSEDN, ARLZAKIVRITIEDLDIZ
HEEHTDEINMIDNWTERIITHRILL /=,

ﬁ?%ﬂﬂ%ﬁﬁthdéﬁ%b Nal?] #A% L7=80%E. # He BLU

WCEEELRERRMUA-SEHSFP TMEL., I ROEREHNB LI RERE

\méﬁ IDOWTERBRL., ROXIRBEREET-,

(1) HTTR SHKICBNTH, I TRITER R AMICERT2EE S0

WEDRISTHERT %, _
(2) I TENSHHERIATREANOEHREIL, BRMOMBATUELEEITIOK
SELL. +oI sl 3 UIEHmERIIIERITELS 25,
B AERLZERITRIZ. GHMAY T LOBRRICEODRSIIHHEINS,
(4) BEBIWKERIDEBEAEZ., WINBERIVZOEREIFHIT S,
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(5) ERRL-EHITEIT 400 COEMAKRICLVZERIZHMBIN, 90 CTTH
70 %LAEDRREINS,
P Eo#EIZ, HTTR O@EEEEZFICIIENESRNICEH I U RZNEELER
NWZ &, BEOEHHERBERIC, BARBRANOFEI UROKRHIIIEE IR
NWTHAI ZEZRLTNS,
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3. NUFTLAOBE RIS
3. 1 HWHEEOH®

BMUFTL CBRT &R BERDEZDFIVERERIE (D+T) OREITH
B, LML, WAEOKROFMAETHS DEREED &, TKELTAFEADE
DIAENG V. BERIGIFIFZENAREL, EREINSXTIC, BEANOKLZT]
RE72BR DKL T 2728, T DA « BFESPE D O, &5 WIS PG
MEICHAENLEX OME EDLENHEERICET 2 ERT -5 2EMT 5
DENRD D, T, HEFHEESE IHREICBNT, LEOI I BB AN 5 HE
BT — Y Z2ERMT DD ERLZHERROBMEZ I LD,

3. 2 EBRFIEME

3. 2. 1 FERIFEALEMNITFIA

T 2DOHETEB L, BLIIHROATZIRT THO., 3.7 GBq (1CHN
HIAT VTIWVIZHASNTWAHOEHEYMEE L, AR T 2E2ES 12
Wk, He £7213 Do HATHERL., LB KEFEOEVIRE (B 15~60
TBq/mol) TE£EY T bIyw FICRIXLU TR L, LEIZHTHK 200 Tz
L. WEREBEZEBEENHATHELTHOHBLERLZ 10, fidDFHEIZ, 3He F
FideLi 25—y hELUTHW, EAETF (JRR-4%) THHL. sHe, p)T
HBHNT 6Liln, )T RIGTERTDIREEN) FULZ, AP ANEZASH LW,
sHe(n, p)T KIS THERT DK N FILDEEITRILF—13 192 keV TH D,
6Liln, T KEMSD M) FIALADLFIIF—132.736 MeV TH B, XBEHUF
T LD, FIZEr A BEEZP TR, BTEN 1.9 um THOEEDIN39 um
ThHd 1w,

3. 2. 2 RMUFULOHH

2.3.2 THRREERBDSI VAN 7O T ST 2ERMFTTFEE L THY
7Zo BLIAVHEDOHE LR, BTN 7 0 - RO LFEHEE X270
—ROBREFEZ AW 10, £2, HAARBMUFILELTHEE NS R ITINE
U7z b$lh 5 LZ2@E LK (HTO) IZBR{L#. K (HTO $5Wid DTO) &LT
B ENDEMIZDOEE, WHLZK DTy TERZHEBEL 2 (P0:) 71 5 LI
WAERKICERL T A >FL—alho 2 —TE&ZLTZ. -

3. 3 MHROMIFIULTAODHBEBEINNIFILETTAY
>IINVEEEDHEEER

Fd, HIREAEKR To A ZSH L. SFENC P L2 HT, HTO BL U CHST
PIAMZ DT & CoHsT 235 L & HIT, 37 GBq (1 Ci) BALTHAL iR+
D TBEIT70—80 %IZBEL N EEHSENI Lz, Table 1012, 3EEOH
SAT TIWVAOD 37T GBq Te HAZED LTz, KERMEOHEKERT 12,

ENSHSENZE DI, BKE (H) REKE (D) O RIFENTNS, B
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KEFEOFEENL, AT AT > DIVIMERFNCEBEMBLEIN TWINWI EE2RLT
BO, BRI T OBMERETIEATLIHDEEZLNS, I 51T, TRERNK
TeHADAD T H I AT > TIVNEREIZIE, Te HH A 2BRER 2 mPa £ THIE
LB THRB, HAEDOHW 10 WEKEL TWBE I E, BIOERET > V%
FEOEEHRET D E. B9 35kBq @ TWEEML HTO OF THEET 2 Z &8
SN0/, o, XA Ly AHIAERRAD T ONE (HKEBIOHRII
2E1% DT A AICEI DA, HI5AAND T OREEEICIT, REICHEGFT D/KEEHE
EDORWMEINEERDIFEREE. HOADOEBE LEET ML FROE S
HRENAZYHEBED 2HAND BT EE2RWELE W, {LFREBEIEZTEEHD B
MBELUNIE HRICEDREEINDIEE, HIAERHEOAL ST AT L A,
TIVIZULAEREICBNWTHHEZR L /- 1510,

Table 10 Composition of “Carrier-free T2” in glass ampoule

Composition Sample A Sample B Sample C
Ho 0.58 = 0.05 2.83 £ 0.73 1.63 = 0.13
HD 0.28 = 0.01 0.256 = 0.04 0.22 £ 0.01
HT 11.19 = 0.43 22.66 = 2.79 18.07 = 0.61
D» 0.044 = 0.007 0.007 £ 0.001 0.010 £ 0.001
DT 3.75 = 0.62 1.41 = 0.21 1.69 £ 0.12
To 84.15 = 0.49 72.85 = 3.52 78.37 £ 0.61

3. 4 bMUFULOWEPTORFMEINGE CILHZEE

EPOMNERETIH BAENEE IR F—T IIREBELFEEEZBRT
b, TDEHIFFEICTHEBH I W, BHOFE T REH ﬁj@%&%%¢@T
DILEUR B OIS M2 HENRD 51, BENEE EHIC T 1ZEHP TR
BLICLS <25, CIREME S TOEBNEICHERB TE I > TWD EIKE
THERDODEDICHBPTES, 16, RO HETRINBERRREFOREKRM
NOEEHLNETHD., TORERFNELEDIC, ZREGOBEBRNAREL 2o
Tﬁ<\T@%ﬁﬁ%f%éﬁﬁ«%%&éﬂtﬁ%ﬁ?ﬁ\T@Mﬁé%%?%
2, EEAAT RN F—IIREL D, IHEEREIINES<AES 1, VINIFEE
IZ CVD IEIC K DL L Btk D Rz 2 BRIk E A BV, BElEMEO KR E /38
RIRZ P TIE T DI LIS WZ AR L, ERBETIVEEITETH I LNk
7. Table 11 12, FAMERIVIEEFLE (SR REOHEEEZOHTO T
@é%@#%%i&@tw>#ﬁﬁ&Dﬁiunm%>mx@io TEREIND,

D = In(Do) x exp(Q/RT) 22)
—FH. BIRIIF-T OCIT Iy 7 AR TOEBISEMITHEIRABALE T

IZEEAFEEITEB N, @B T I ORGBEFITERD 51 7ah - 7z 1119, $EHIT
T SALEREMEOEWTRERNEFRET 258, &LV F-—TRINSDTFR LA
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FHEEWRTZ2DOTHHEFHELE, TI T KREAKFE/ >HTOoEmIX
WF—T OALERISZRAL T, ZORMDIMAZHAS Tz, TORR, GTRILF
—TIZHODEY bV — PR E 3, B T I DEEMA T A REE 2R
DI EMHALNTE- Tz 29, ERFBEREERFEOHLKMNS, Ky b/ —2 DK
ESEHFEZ—4nm, TOEMIK 10 WEETHLEHR/LEZ. LML, T
SZULPTERNRBDSNEN 57D, BEOEENEI I vy AITHEL.
SODEKBREHTEI > TLEI LD THLHAREDEL 5ND, I T, F1HE
e ROSRICED, T OB L OBEREEEZR NN, (LFEEEHRBLY
BEICISHIEONWTNNBETEINRET HICES RN -T2,

Table 11 Behavior of tritium in pyrolytic carbons

Retention of Frequency Activation
Pyrolytic carbon | Anisotropy™* T factor (Do) energy (Q)
(cm?/s) (kJ/mol)
Highly oriented >1.78 155 + 1.8% | —(4.8 £ 0.8 261 + 8
Randomly —(174 =
+ 0 +
oriented 1.07 0.7 £ 0.1% 1.0) 105 = 9

*Bacon Anisotropy Factor, BAF:See G. E. Bacon, J. Appl. Chem., 6(1956)477.
**Retaining amount of T in % after heated T-injected carbon samples up to
1,350 C.

HIZZOREHLNMNITHED, ARITITA (8i02) 1280 keVD D' 14 2%
FIHAH, TOHEE)ZFN- 20, BAL- DIIBMATOD EZ2ERL TS T
& FT—IRBIEICL DR Lz, k3172 OD 2B I SiO Pz M & L
THETS OH EORKBITBITS vEBROBEEELEEIA HSNTHL
<EUZOD EOAFNTMLEEWZ ENghoTz, 2L D'EEDIESBEICK
0. BENTZ ORI F—ERBPEEINDIZDTHAD, £kl H B
KUD ETFOEMEHEZLZ, ESREICIZEDHANE Z EickD, BEISIEEHOH
MBIBREEZFICHHIL TWE Z E SN 5 77 2D,

Li—Al €3, T OKREEERY -7y L THEAINS, LML, B
D T OIEBHEEIZ—RICKEVWDT, ¥y—7 v NS OREINBREINSE, T2
T, Li—Al 68 TO T OIEBBEREZAIE Lz, ZO/E. 25 200 ppm @ Li
N T OYEEREZE, 8 AlFOELD | MUETT3 &, BIOEERENT Li
BEEHICEINE /o T E, HICHHOEER LT R F IR EL B> T
SZEERWELE @, £/, dHETRHELE Li—Al &2 5 E AR MEL
(5Cmin) §25 & . TIREDRECE—VE2FEBREINS, 20— 7EED.
Li—Al 6470 LiBEOREICH UERBEERH L I EE2RNWEL. 6@FTT
i L SACEOMEEREZBEBRNSIEH L TWa &R L. Bz, 5&FThH
720 DESr (T EBER 5 ppm TH 16 %) MoFiIR (Te £2EHT) &L THEEL
TWBZEZHENILE, Li—AlB@POTEEE., BN TIRT O
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i &% Table 12 IZ/RT 23, Li— Al &6&FD T 1%)*“79&@&572&2%#1@5
MWD ST, HFIRT ODEMENENOIE, BETR T IIEHL 5 < EREBIC
HTHHLMO T ERIEIAHIOHEREFERIEZRZ 3‘7‘_&5'(&56&%%6&5
—F. BAREREBETHETRE Lz LiF R85 T Ok & e o
HHE8Z. ESR #HIFE S EMHE (DNOs) BRANDEERICHEENS T D{LFERD
WEHEASHOETHAN, BEFABFO T O2EHEIX, T- (LT, T (TF £
723 LiOT), To, HT BELU T D 5 DTH AN, HNER T =Y > VTRE LI
W2 LT 5, 350 CTIE 5 %A EN T ELTEEILT BN, LDERIZESEH
DR fEEIZICD. ﬁ%ﬁétzmﬁﬁﬁﬁ—*f 7J<(DTO)<‘:7‘£5{IS%E BT D, RMNS
DT ORHIHIE350 CULETT NERIZHBRICHBINDS ZEBHLSNITR T2,
¥, EFIFERETRS LA LiF @E%ﬁﬁ?’é?&f\@?’éﬁ@ﬁ%liﬁ&tﬂéﬂé J IR T
RIS DR FRENEERGFEEZ R LUz, BT, RIRARY RMIVFO 2225
cm_1 D=2, BABEFICR MM E L TEENS OH E (3578 em ™) @ 80Co 147
WL DR REE DO, T =) I X B EERBLOEMAE S T ME
NEREL-HTHIENS, OTIKRETZHDTHD EiEHLE 29,

Table 12 Detected relative amount of molecular hydrogens, T2 and HT, in
Li-Al alloys irradiated with neutron

Concentration of T (ppm) Ty (%) | HT (%)
(5.2+1.3) x 100 76 + 2.3 89 + 29
(2.6+0.6) x 10° 58 £ 1.7 2.2 + 0.6
(5.1£0.7)x 101 4.0 £ 2.8 6.2 + 2.0
(2.4+0.2) x 1071 2.7 + 0.8 36 + 1.5
(7.2+4.8) x 10 2 2.0 £ 1.3 4.9 + 8.0
(1.4+0.2) x 1072 1.0 = 0.6 1.9 + 0.9
(4.4+0.9) x 1074 0.2 + 0.1 1.6 £ 0.4

3. 5 KNUFYLAOMERTCTOWE - Billkss)

BOED T OEDHEM. H5NWEEIBHEED T 2 HWAHEOHEMIIDON
KEEE, QIERREDERCZTORBEOHENLEII LD EEZ. LLFOWSE
=1To77,

F9, BESFEREOTERBEN THS 316 A7 2 L AMWAD T ONERE %
ARz, HAR T BNAF 2V ABMETMANER, BRI INLIERITEITK
(HTO) THo/z. ZE. THAT U LV AMEBEEMI BRI N TWBELER S,
WEINTWAEBRENINTAEDEEZLSND, FEMEHNE</AS&E. HTO
DO THHE S NDESE—EME (8 10158 cm?2) 1TZEL~ED, HT OB THRHE S
N5 T BITEMEFRICEA L THEML 7~ T OIS IRIEEZ SIEMENE TR/ 4
P LB 4 TBEOESTTORRBRDIIREND S Z tﬁ\ﬁﬁ\ot 1T HTO &L
THBET 2D THD . RECHRROBLEZEHICETET S 02 14 > L0
EIZED, OT 1 FDRETEL TWD, ZORDITENET D 90 WREX
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HD, REWXHEET D8 EOHEND B, HEEOHEE LT FIVF—IT 27 kdJ/mol
Tholz, H2d, ENEED S EEZLHODLTROTEREREICTH (20
kd/mol) WEL TWERD TH S, ESIL2UEEEZED. HETIRICHEREL THF
WRITL TWBE) 77 VR L > THRIESINTBD. BHEECIS 55 kd/mol
DEM TN F—ELEE Uz, B4 ORDIEFERD 4% T, EEOZ Y 7))L
BELTWBYA MIHIEENTHBD, 970 K L EE TS L /T IS BE L 7nWhig
MSEL TND 29, LLEDOKERZE Table 13 I2E EOHTRTY 2520,

—H. ATV AMO T ICXHEREFEROFIEZBIZ, RELEICELS T O
INEMFNRZFN =, B OLE Y UL ETHEEDORKRZ WS R EEE LRI
ED. TONREEZ 1L EBHHILESLZEEZRWELE, LML, 4132 AN
WL F U TRICLOVDERRUEZTO EINEEIIEFLLEMNLE, NE T OF
EREBIZETOHBICE DE, REBERLEATFT LV AHOREEREZEZRF LIz, &
HEEZHWS 2B RTBRFEICLD, REICNEL TWS T BIBEBICKRES
NABHM, RFITBALTWS T IIRETERN, HEH - HEEREZHWT, A
K ZBIRICAR T D&, REIZESPEL TWD T BRRETERWA, K
FIREL TS T BIEERECHRETER, ZOHESEREEICID. A5
VABDOBEEZIE (B2 um) UZRET, 1./100 BEE THRE<SEHOD T
BRI D I EMAIRET H D 27,

Table 13 Desorption behavior of tritium from surface of type 316 stainless

steel
N : Peak Activation Estimated site Relative
ame of energy of .
. temperature of . of tritium amount
fraction desorption (K) desorption trapped (%)
esorphion (kd/mol) app °
Molecularly
HT-1 430 20 adsorbed on 5
surface
HTO 540 27 Surface 02~ 89
Carbide
HT-2 750 55 (such as 2
MoCy)
HT-3 970 Figher than | Surface Ni 4

s, FEx OWFEHENSREENEEEH AF O T 13 HTO 28 #: I N4,
BEARRAICHEINREREEINLION RN TH D ENS ., BEREBRERICHT
%5 HTO OHERCREREEZFANRKOL D HERZE/~, ELFa5—2—7

(MS) 5A. 13X, YU AFIBIEET VI FIZT B HTO ORERE % H
Niz#ER, 30 CLLT T 2.7x103 pa REDKRGZEZEOFHIICBITI2REEEIL
DURTIIREET VI FTOENRMS KDENTWS, LML, MS 5A DFEAK
ERBOREKREEIIHLEN/NELS, BEXNELRLII/E>T. MS 5A OWEH
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CHEHRMEDFHIN v L B0 IR T HT BEBIZS N - 7z 29,
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EBFEHIXRETLETH S,
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BOEDTIF )14 RDOAANT Y HENIREETDH 2 &1L,

TIOF A RRBORTAANTTHRPER SN0, BETESIECN) Y
I (Th) 25FaUT L (Cm) FTOTIRED DM, BIEDTILAH A FRTEEMN
EDM FREBRANEDS 50 0hE 2B LR, ZOEET—BROBIE
ETEEMICAZNT 7 5328 AR A S BT 2 Am ZHIEIC L, 237Np
ZRIRICT BI5E &, 242Pu 2 RIEICL, 28U 2IRIKICT 2B ESICESNS 2
EWIMNo T,

AANT T 3 AER 6f EFOEFRECHEMMEEEZANLOICH L TNWE
T, RHAEOODEHZTOEDOMN, 72F /1 BbEWMZEES L TIEEICE
MTHD. b5, O rEE2AWVIERESITTH Y, R 2EBEOEHAR
WANZEIZHMOED T EDRHED, QA ZRNT 7 NERA LSSy E 2 N E
ELRRWR, BRSO EaRE. BRI TRORBERISTHH 0., BimEE
ZITWIIS W O—THRy 7V AFOERRIZHEL TS, QFEEHEITED., £<
DEREHTED ENHED, QBEHEBNSRBEZWMO B L., BICIHAHEHERLH
FIRMNAIBEETH D, HLOBENKTH B,

F T 2 NI ERNMARE B2 W, BbEHM ORI 297Np 3R E
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121000 IZHET B) ZRT 720, (MENREOENEEICHBICRKB®RIND, £
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FETIEILBONTZHFEHEE T R2ONTVAICBER N, LM, Jové % 304
5 b EMB L OBKBEBMNALNDRIZDONTIE, FEF—INAREL TS &
MARTBD, T—INHRLULAERTIEZWI EEBRLTWS, £, HETH
Krot & 3SVICZ DE L WR TV 2 MEEH DB R EEEIZ D W THE N2 Tk
TTHY., AANT T HHFERHAEORMIIIEND 2 RETNW5S,

Z T, EFEVFHIZICEHRUIZAEEMITDONT, BNp AANT T 43EET
Bl-BEART T SORKECET 2R E. 6 MOKEBIL R TV ZIVEOERB X
VHEGEEICRET 2ERET LD,

4. 2 2TNp AANTT4H

23TNp AZNT T I DREIR 241Am 433 yr
L7235 M Am DEEK % Fig. 11
ICRT ., QFREEIZED 241Am O

85.2 %M 28"Np DF 2 FHtCHEAL
NERL, IHITFED 94 BINE /iecay
RIRENER TS, ZOEEZ complex

BMEEND BB AZANTT ¥ 12.8 %
WEMeD, ZO rBROTFIF 0.8 ns /
— 7N 59.5keV & HEBHE Wz, [=T2—
A ZINTT T 5H R DR Bk R 25 % 73 %
NE L, BRI B LOHIEE o
WAEREENFICAH Ly =52 Gns R
NUZARY B ILDEIE T E 20 5494 | 6%
TEBB. fEo TRBRERTD T =0 5keV (E1)
IR ABEETHR | |
AR SAFAY v FELE 237TNp 2.14 x 106 yr
&9 3, Fig. 12127 — RRNiIct
o N RO 514 F A
Y MMIAZANDT T HEEDE Fig. 11 Decay scheme of 241Am
HZRT,

BEANRDOADDHEITIET
EOEBBNABETHDMN, Q/Qg = 1 THD=DICAMNT LT 5 HFEEL TEHA
IND, £z, AREGEOHBLGEIIIHBEBRN 16 AL, 1/ 1y = 1T
HHY 16 EREL THREISN D, MAEDENGESITIE 2T Ly b THD,
WA H DGR, FERFRL 16 BERE/L D, Fig. 13K INETHIEES N
ZOMEEYDOBRIGIRE E BEERT T FORRERT, (BT o —F1 2T
TRULIEALEYE, EEENGK - BELZHDTH 5,

4. 3 BMEEI T NERTYVTAMEEYMOREE

EFEHWE Fig. 13 THLMRE DT, —FBEREMNEN TR T Y 2T LS HD
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LB EF OISR EED T, 57TV 2D LMEBEYD A ZINT T AT ML
KAIT 2 & AEEIC/5, 6, OFRESE TRERBIOEZRTHD, O
EANY T LARERS THOHREEANZD SN HD, QT2 EDRAREEZRT D
D, QESMNI2BEOXR TV I LY A NRNEETLZIEEZTRTHD,. THD

33)

DL, 5MF TV LMEEDAZI/NT T AXRYT NVEBRIEST D Z &I
L0, ZORMEES 7 SOMEIZIE, LEYFDOXRTY T LB D Ol RELEICE
ﬂ?éﬁ%ﬁﬁfé*&%%mtbto7mumA%®Eﬁ%/7hEWiao
mm/s fHTDIEEITIENEFEICEF L, SEMEEMDOFNIZ-15.8 710 5-10.8 mm/s
DO D—FEDHEHICER TS, ZOMBEZRHATSZEICED., BH<hsHENT
WM SRRENRIZIT D > TWIRWMEEIIH LU TH, FilREREES 2 &N
Hisks-, FlZ13, B 7Y I WVHO R 7Y = LA D OB EEL. 7TEA DI
e, SELLDERDYD 28 A NINEIET B T & 39%, MERIGEWKELR T Y
IWVFDOXTY O AADIBHSNCER TN THL I EETHD 3, I5IT,
06M@%@%W%ﬁm BRI TR Y ZIIVWISEE R 7T B EZE, 7

WIIVVDISEEE S B EEZ L TWAB Z EE RN LTz 142,

Laser calibrator

Driving system
- (Wissel GmbH, MSII)

i‘ydétat

Fig. 12 Moéssbauer drivi_ng system for 237Np with cryostat
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A

Np(V),CN=8

Isomer Shift
(mm/s)

NDOQOOCCGL-'I_s *4H,0-2
K(NpO,)CO4
NDOQOOCCH@ : HQO- ’ >

(NPO,)o(NO3)o*5H,0-2

(NpO5)o(NO3)o* 5H,0O-1

Frozen solution

v

Np(V),CN=7

(NDOZ)Z(OOC)2C6H4 " 4H20
(NpQO,)OH - xH,0

Np(V),CN=6 BagMnN

06

NpF4
NpBr /" NaNpNbTIO;
gijm.wj\]pc"i /; ,:ij;NpsFm

CaNp(PO): . NiNpFa+3H30
.« BaNpO;  Np(OH),-8H,0

(NpOQ) C204H - 2H20

CaNpO4, Np02F2
NpO2CO3

NpFs

B- NpO,(OH)a

CsNpO,

BaNp,0O;-xH,0

Na5NpOG
Ba,NaNpOg

Rb(NpO,)(NO3)3+6H0
a- NpO,(OH),

NpOz)(NOg)g-tzO NpO,(acac),(py)
2(NpO,),V70s
DOQCQO4 - BHQO

l«——|i,;NpOs Ba,MNpOg

(M=Co,Fe,Ni,Cu,Mn)

[Co(NH;)el[NpO4(OH)o - 2H,0

Fig. 13 Isomer shifts of neptunium compounds
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BERHE S NITR o TV AIEEWIZHOWTiL, Np-O DEDBEERMICH L TR
MRS 7 b2 oy b5 L, Fig 14 IZRLEL ST B, 6l{LEHOT—#
IZOWNWTIR T 7V ADOHEED VGO > T AEEEAZHAONZ LTV
30 (FHi-leF —# % MZ T Fig. 14 TEHIZR L) 2B, 5>V T HERIIEN
HOD, HLEWRHEERDDAZ ENRFRICRWEEINE 3, (b7 =g A
5L At LiEid, TIELbEm e LTS, (NpO»2NOs)2
5H20 (CN=8)ix, WEEIED 2 5DV A bDH B, X7V =7 LBV OBRFRN SE
MNOLDOTHD,)

-10
N compounds
p(V) p 4 Y
-20 T 1 6
) 2
E Np02003
é -30 | B-NpOz(OH)z ¢
Np020204 '3H20
E ' 3
5 | |
2 ® o f
50 | @ -NpOz(OH);
:& Np(VI) compound.
.60 PN WU S N N VAT S N VU WADU ST S UOUNY ST ST Y S SN N S VO SR N ST S VNS T N NN O VOt

0.2 0205 021 0215 022 0225 023 0235 024

Mean bond length (am)

1:NpO2(02CCH20H) « H20, 2:(NpO2)2(CsHa(CO0)2) « 4H20, 3: NpO2(02CH) * H20,
4: (NpO2)2(CsH204) * 4H20, 5 (NpO2)2(NOs)2 « 5H20 (CN=8), 6: NH)(NpO(OOCH):

Fig. 14 Relationship between isomer shifts and mean bond length of Np-O in
compounds

L L., BERTY =7 MMEBIZ O TEH ISR DA A SR L, A X
N T AT MDRIEEIT o /ER, Fig. 14 FEIR L- L 5 ICHEEBREZ RE
TRETI RV EBDONET—ZBRE LN,

FBLNRRD 126 -NpO2AOH) 1E, BHEMAET 7 +-50 2560 mm/s D
BICHDILEWREL FRRIZ, X7V =D LE Y OBRBEIL6 THY ., ALNITHKHR
HEEDLED%B72, o NpOAOH): 1X, Z0HENEEZRTILEHER LT,
B IEMBEL L TWVWAZEBHALNIR-TRY REBES TV %
WRLTWS, LiL, NpO2CaOs* 3BH0 1T EFE2ELERY X TV =U LA
D OBRENE 7 OEBTHY ., 7 T AD T N—T DRE LT 51300
FEFhTns,



JAERI—Review 2004—011

IHIZ. NS ORFTOERT, HENEIHL Tz Np02CO; DREET —# 13
BIEINTWVWS BT ERASNIRD,. ZOEEYD Np-O EHEEGHEEEHT. K
WREITRLUEEDHFANKESBEFLAMNBETH D ZEDHLNIRS T2 1ED
T, 6 {LEYEHITDONTIL., Fx OEEFZREERDIEL S ENILT 572012
H. Np-O OFEIGHESHEBEUND 6 Mt EYEERZERT DHZREEERR TN
ETHBHIEZRLTNS,

F Y MEEWIE. 5D 6B NHhWE R TV ILEE BLF yl g &
BT 2) ZRAFHBRELTEATED, 1ZIF 180 ETEEL TW5 0=Np=0 @
2DODEE (LIF yl BBEEEKT ) EREROEMTICHERTIEEICEN., &
WZ 6D EWIZBNT, 4 HmERIE 6 AR TIX, 6 HFmsEROAEN vl B
T 10%E< BRI LITIEVWZ EDRRNo TWD,

BUARS T NERTVYIULE yl BREDOEBOBBREEZIEKLEZSED R
BTHAD, THUILBRBNWEZHREEERTH D, Dunlap A 1976 FITEN 4
DORIES (7 REMLEMEEDDESBTHDMN, 7w RELMEEMITIKE
<HNTVS  BIRBHE) ZHNWRELTWS 0OF03H 508, ORI OREHIZ
FIARENTVAIDATHEEL TWRY, TRETHEINTNS yIEEZED
5 MBI 6 E{LEIIDODNWTHEA LIERE Fig. 156 ITRT. (RTYZTILGE
MDA EYNTAT L2 FIE. FICRELAEEEMERITLTNS,)

IS (mmy/s)

4
-15
‘6 Np(V) compounds

-25
-35 1‘\2 -
-45 ﬁ\ E }

! 4 ¢ \ !

i ? i ;

| 51 5 NA(W) COIIlpOL’ndS
-55 é ‘i 7‘ ﬁtk \

| 8 |
65 A | i ?

0.16 0.17 0.18 0.19 0.2 0.21

Np-O length in NpO, group (nm)

1:NpO2COs, 2 a—NpO2(0H)z, 3 : NaNpO2(C2Hs02)3, 4 : NpO2(NOs)2 + 6H:20,
5: B—NpO20H)z, 6,7 : BaNpOs, 8 : KaNpOs, 9: 88— Np2NpO4

Fig. 15 Relationship between isomer shifts and bond length of Np-O in
NpOgtor2+ group of compounds
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6D yl #iEZ L TWABILAMIT, EEENFLICHEL-528D., FITE
BIZE->TWB, LML, SMEEMIDNWTIE, Fig. MICRLERXT VDDA
JA O OB FE & DG EGEBEO A HBENIR ., 27V 2T 4D 5B L6 .
ZTOYIBEIZZF/FENHO, MICHNXTIHEEICR YT AKIGEWED, &

Table 14 Neptunium compounds synthesized in our study and their
Mossbauer parameters

Isomer H 20Q Measured
Compound shift (,Ie,gf' (;31 /%) temp. Ref.
(mm/s)* (K)
NpO2(OOCH) - H:O | —18.9(1) | 555(1) | 88.5(6) 4.3 34)
NpO2(OOCH:0H) - Ho0 | —19.02) | (550) ** | 96.0(8) 5.3 34)
(NpOg2)2(CsH204) « 4H0 | —18.6(1) | 506(1) 85.5(6) 4.6 34)
(NpO2)2lCeH4(COD] - | _ 19.1(1) | 495(5) 75(2) 11 34)
4H-0
NHNpO2(OOCH) —15.8(6) | (550) ** | 108(2) 5.3 34)
Npoz(C}SI;‘g)IO) 01949 | 52500 | 83.7012) 5.3 33)
NPOZ(CI;fe%O) 0 1300 | s0) | 83.7012) 5.3 33)
NpOZ(CGI'SIi’tZ%O) “H0 1 19500 | 4812 | 78.9(24) 4.5 33)
NpOZ(CGI;Eti%O) “4H:01 1088 | 1102 | 78.1(30) 4.5 33)
NpO:0OH - xH,0 —20.6(1) | 510(2) | 80.5(10) 6 34)
[NpO>(NOy)]: - 5H-0 —17.90) | 5111) | 86.5(5) 11 41)
Site-1
(NpO>(NO9l2 - 5Hz0 —13.9(1) | 504(1) | 81.8(6) 11 41)
Site-2
NpOz'in 0.6 MHNOs | 17000 | 5391) | 10001) 10 41)
frozen solution
NpO»** in 0.6 M HNOs | _ 37.2(3) - - 11 492)
frozen solution
NpO2(C204) - 3H:0 | —46.8(5) | (300) ** | 174(3) 10 43)
NH4[NpO2(NO3)s] —36.213) | 291(2) 242(2) 4.5 44)
K[NpO2(NO3)s] —36.1(3) | 289(2) 241(2) 4.5 44)
Rb{NpO2(NO3)s] —36.5(2) | 291(2) 243(2) 4.5 44)
NpO2(Cs5H702)2(CeHsN) | —39.9(9) | 220(2) 193(3) 11 45)
NpOo(C10HsN2)(NO3g)o | —37.8(6) | 289(2) 199(3) 11 45)

*Isomer shift with respect to NpAls.
**The value of Hegr was fixed at this value.
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BENFEDTEEREES T MPKELRL2FMIIBET S, 5f BIEOETEE
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5 LSO E < D, 5f BT 2 HFEEL. 6fﬁ’ﬁ4|ﬁA%®J:9
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Dunlap (ZEHED K D 1T, ﬁ@ﬂﬂfKA%@ﬁﬁ\jﬁ%<—Hﬁﬂ IHNTNWBIER
ELT.IvH ﬁﬁﬁnlif‘*ﬁ\#% WREWEDTHD EGFIRL TS 38, Fal,
%%ﬁ%ﬁbtﬁA% /ﬁ*VtX(N>5>2¢§ﬁTF)EU?)?fﬁ:
7 AVD (Fig. 13 T inOz(acachpy EHERD) . DWW THBIEZEITo /2, TD
L&Y ORMERT 7 MEIL. FHZITESNHEN S RIS, %$0)‘
JIEHEIIERRICHNS tﬁ\fct‘O/J\‘é'bi@T EMEMIZIE Dunlap OFHICIR - T
méobﬂb\Cﬂif%%éhTM57V§EﬁﬁAW@EE%/7%ﬁ%i&
DT LUHERIT. BEES T MEIKIZSDEMNARE L, Dunlap DFAZ HHE
WY BT EdHREN T,

%%é%ﬁ%%ﬁﬁmﬁ%ééﬁb‘E%Eiﬁ%?7%ﬁ%mﬁb‘%@@§
BEAAEEMIT DWW TIRWEFICHDAZ DKL T 5 2 EMB SN/ > 72N, £
ILEMTHROILE., BEREEEICISHANITENENEHETLEITETH S,

Table 14 17, EHEZENER L. BNp AZRNT T ARY MVERELE, £2TO
ﬁA%&%®X2AO7A7X HEEEDHTRT (61fix 7Y = AOKBELY)
VB LU TIERET D Table 17 ICEEDTRT),

D 4.3 HIERDEIDICEKTES, SV LMEEMORERS 7
WX TV DI ABDICENM T D8R E OGRS IR S ORI WHBENTEET
5. —H. 6flirx YU MEEHORMEART T MEI. 2TV ZIVED Np-O B
EHRWHHBEE R > TWAB Z ENHLMNIZ 7‘;—9710 iR Y I LIIHES 1 DD

3. BTV EDOBELEOHEBIIEEL TWE D EEZLNS,

4. 4 6fflix TV LDOKERILY)

67T > DKEAYMOEE, 7T BT UOsMEET 2720, HWITHE
IZIXUO0s » nHO DEITHRE SNTNDHDOMNLEWND, LML, INsDILEY
WIERA DT DD T —I NS, TS5 ZIIVEERFEET S ENHSMIR ST
B0 W, KBTI ZINVDEDOELEEZAVWDIRETHS, 6MlixTVTLD
KEEALMIZBE L TH, KEIR Y ZINVDREORTLIEZFBVWAERETH S,

FUAAZERTEINDIWENNS WA REREREZRTHAIL. 2HREMEIND,
KEEAL™ 5 ZIV(VINEZFOMBITH U, Table 15 CRT LD ICEDH DK RN
HEINTWD, —K., KEEFTYVZILVDIZBEL TiE. B—NpO2(OH), &—F&
HO—/KED 2 FIMBREINTNWBEDHATH S,

I OEEORERIIT I VDO EICERT S ENWIHNRH S, I7R2D5,
UOo2t1d, BEMHEETIE U0 TH DAY, TIVH U HEEIC/R S & U042 &7 5 1H
RSB0 THS 39, AEOHEEZRT T Y ILVDICbERE2HEL CTRE
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BBV, ZOXESBEEND, UTLERULIRERZED 6 fix 7V =™ LK
B OBRREZHD Tz,

BAERRIET Y 5 U HE(UOAOH): - HoONZ. 7 > EZ 77k % A pH3.5 LI F
T AREELBEIC L EEETRIENMEZINT NS 9O, LML, F2EZT
KOE D IR HEBHBRN Y IV AU TR, Y O0—TRy 7 AHTO pH > ho—)Lid
WEETHY, EUDTHAB I LWL, £F, FO0— TRy 7 25 TERTAE
BT HRT, HRBETREEER T30, BEBREDEBICEY D22
ABE—IKERER LTz, REBRICBETEHOTHY,. TNEEKH 100 CTT
SHFFIINEAT 2 &, oBUEKKEEILYI( a—~ UOAOH) I LT 5 = & 2R L /-,

CHUIRLT, RV LR TR ERERLHETT, EEICEEEOZ ., B
RIEKIE(B— NpOAOWD AR L 72, RISIREZ 70CICFITEY 22 2MA 5
& B RRO—IKENESNZ, ZOEYMOMBICED, TNFETHEINT
W 7z oBI KB L2 7Y Z)OW(VDEKE 2152 Z LAk 6, UL, 75
CDFRERIRD 130 CETMEATZHNEND - /-,

Table 15 Various uranyl(VI) hydroxides

Uranyl(VI) Crystal system Synthesis Reference
a— UO2(0H): Orthorhombic : Hydrot}_lermally 37,38)
or heating of (I)
B8—U02(0H): Orthorhombic Hydrothermally 37,46)
UO2(OH)2 - HoO (I) | Orthorhombic pH < 3.5 40)

UO02(0OH); ' )

1/3HN; - 2/3H,0 Orthorhombic 3.5< pH < 4 40)
UO02(0H); - 7 < pH and

1/2HN; - 1/2H,0 Hexagonal |y 50, < 2.3 40)
UO:(0OH); - 7 < pH and

2/3HNj - 1/3H:0 Hexagonal HNy/UOy* < 34 40)

Table 15 {ZR L2 K D1IT, MDKEELD 5 ZIL(VD—KEIZ, KV FWpH FT
BRENTNS, &0 pH 2L F52010013. KDBRWTILH Y RLETH DA,
A A IMAT Y LB E UTHROAEND Z 2 BIT 50, A A4 &
D—FE/NSWLIOH ZBIR L7z, TR, NEBRO—KENESNZ, 7B
U7 2EZTVIREZDE, PROAHRRICBETZ2—KENESNE, LHL,
ZOLEWITIEY D EZTMEENTVWB I EN, I AT—HAEEFWTERTS
ZEIZKDHERR Tz 19,

ZDEDITLTHESNIKELSXTYZI(VDE, Table 16 ICEEHTHRT,

BFoNALEY OB IEEEE, BRICL VAN, FOREE, [REKE
( B—NpOz(OH)2) & &4 B FH—/KHE(NpO2(OH); « HONZ DWW THHIZH NS, B
—NpO2(OH)2 14 350°C 11 THE# NpoOs ICEHL S N5, £l 5 &% —7kiE13 130C
T oBY HEAKIE( a—NpOOMDIZZAL L. 300CHHE E TREICHEEL 2.
Np2Os 12 X 3177 46.48), '
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3743), F /=, oFIEEKIE( e NpOAOHNIKIABRZN SEESRINTNRNWI &
SADIRFE L TH<SEENH D, NARRBIUARNFRZRO—IKEIEAL TH, U
T2 DORIT DKL DBEENSEIT 22T THDIN, 0T AL THERE
AR 7SI T O TR,

INEDEEYD 28TNp AZNT T ARY bVEBIE LR %Z, Table 17 12
R, PRIEKEOESEIL. 2TV ULBUVBREMTHD., BEAT T NI
-46.2mm/s. T T2 ZIIIEEIZRE< 193mm/s THH 7z, TN KEWN
EVWIHFERIL, R VDIHEEERREBELTWSZEEZHSMNIRLTWS, k.
IEXNFREE () 130.16 ENESLSFTYZTLRAD OMBFHEITN D EWI &%
AL TWND 4649,

Table 16  Various neptunyl(VI) hydroxides
Neptunyl (VI) Crystal system Synthesis Notes

_ . Heating of () up Found in our

a— NpO2(OH): Orthorhombic t0 130 C study. Ref. 46)
Heating with
B—NpO2(0H). Orthorhombic pyridine at New method
o - Ref. 48)
100 C

NpOz(OH): - H20 . Heating with Found in our
1) Orthorhombic | & .q4i o2t 70 study. Ref. 48)

. Heating with Found in our
NpO:(OH)2 * H:0 | Hexagonal LiOHat 70 C | study. Ref. 48)

NI?ISQ(?HI?IQ O H 1 Heating with Found in our
X x f yz S exagona NH4OH at 70 C | study. Ref. 48)

A EAIE OIS, 2TV U LADEVEE SEMOBREETH D, —KE
DHEEITHH S IR o TN, o EKIEDREIRESDOMIC/KZIATIRET
HAHDEBBEIND, BIEKEDAANT T ARYT ML E—KED AT BILD
HLPIZZDOEZIANELWI EZRBLTWS, B EKEDOIEFFREERIZ/NE WAL,
BERIOKRIRT T ZIVEOBNHD L2720 ThdEEZ NS,

COFOBMEILLTOEBDTH D, 1) BRLEKEESXTYZINEVDDD B,
B-NpO2(OH) IANMIFILEMTH U, BFNpOAOH) DERFELHTFIETH 5,
2) GRLLE 5 DDALEWIEE T, (O=Np=0)2DO 3% 7V ZIVEAEHREZFED, 6 1f
IV T LDKBEBICHTH D ZEMN, AZANTT AR MV SBREBI N,
3) INFETICARWELRZ, UIZ)WVDKELY &7y Z )V (VDKEE{LIdE
TRIATH D, 4) ZIWZHENEZEEHAFIIEENERO—DEEZ5N5, 5) 6
MDD T ERXTY T LMESYOEREHIIHIPIZE > TH O KK KEE
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OB T IBIEIT S CRERTYV T LARTIEHESED,

Table 17 237Np Méssbauer parameters of neptunyl(VI) hydroxides46.4®

] 2
Compound 180;1112:‘/ Ssiuft ; rcrllQ/QS n Temp(;é'ature
a— NpO2(OH), —40.2 = 0.1 | 170 = 1 | 0.44 £ 0.01 4.5
B—NpO2(OH), —46.2 = 0.1 | 193 + 1 |0.16 £ 0.01 4.8
NpO2(OH)2 * HoO | 399 4 01 | 170 + 1| 0.69 + 0.01 11
Orthorhombic
NpO2(OH)z * Ho0 | _ g/ 4 01 | 149 + 1| 059 + 0.01 11
Hexagonal
NpO2(OH); -
xHN3 « yH20 —446 + 0.1 | 168 £ 1 | 0.65 = 0.01 4.6
x+y=1)
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MERERZ2EEDID EAEZRRB LN, BEDOENVWRRICEDIDICEZ.
FEBAMTP ORI X M e BERCI AR LT, REBICEH TSI LICED
Tz RERF T, HBREELEESZREE LT3 2 ENH#E. 3 DOMFEHRIC
BOERT BT U=,

H2EE BEWSE, MNEEBIOEFICLS 1973 £ EFHEEKRI U E
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bDTH D, H3EL, BHERXU A M) O M5, B, FEE) [TRLUE YHE
WHE2EEIC BT 5 b U F U LABEWSE”, EREF, No.19, 6 (1987 2X—2A
WRIBRIEBEZMATZEDTH S, o T, EPpEFEREEDO N FU LICET 55
BRI E R Lo 7z,

EIEPIHICEZTALEDBOTH SN, HEETREOBOHH D, BLX T
MziedidfThiahnolz, SBRETETORBZMFEITHLHTH S,

EENEFICAFR LB 4 1 813, ECHEAORETHORERITORHTH D,
FTHhRZROESFHIDRALETE<ERVERITH L HIN Tz, EIZ,
R DRNE 5%, BESFOMEERERNSEDZOIRABTNEZERLSN. FET
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FRIGEOMBEELE LD BDTH S, BRO (EFIHF) LFEHRE. &) KEHEX.
AZEKRE, IHNES., EHER, EHEEBTICIIRERMEIT L7z, £/,
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