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The workshop on the nuclear sciences of the heaviest elements took place on
February 22-23, 2001 at the Japan Atomic Energy Research Institute (JAERI),
Tokai. Approximately 35 scientists and 10 graduate students participated in the
workshop which was organized by the Advanced Science Research Center,
JAERI. This workshop is the continuation of the First Workshop on the Nuclear
Sciences of the Heaviest Elements held in Tokai during July 1999. The wokshop
coverd a wide spectrum of nuclear chemistry and physics related to the
transactinide elements. The subjects in the workshop were classified into; (1)
reviews of experimental results of the transactinide chemistry, (2) theoretical
approaches to the chemistry of heavy elements, (3) recent topics of heavy
element chemistry, (4) synthesis of heavy elements, and (5) related subjects on
heavy element research. This volume contains the papers presented in the
workshop. '

Keywords: Workshop Proceedings, Transactinide Elements, Superheavy
Elements, Synthesis of Heavy Elements, Decay properties of Heavy Nuclei,
Chemical Behavior of the Heaviest Elements
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1. 104—107 BRFOLFICET S
EROFR LHER (]4)
- Experimental results of the chemical properties of elements 104 — 107
- — Gas phase —

TEEA
Hisaaki KUDO
FriRKFERBEELER

Department of Chemistry, Faculty of Science, Niigata University

[Abstract] Experimental results for the gas phase chemistry of transactinide elements were briefly
reviewed. And were also discussed some problems incident to the experiments.

. Keywords:, transactihides, Rf, Db, Sg, Bh, gas-phase chemistry
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ﬂ?&?/%Fmﬁdm&h&&hté?ﬁ%ﬁﬁﬁf%b ﬁzé%%@bfoﬁf%é
EANEDHZE—BEITBZIBIIRF1IETH D, (atom-at-a-time chemistry) 2D & 3 f&«lﬁfﬂt’c
L BROZ D0, HEEMOEIITEATE RN, #-T, @BEOLETEDh 3 THEK
DE>5RBERPEEHT DR, EREIC, BFH3VEHTFR 1 ESORSICES L, B
EEHWMBHIT B L O ARREANT, —DORETFRSHEER BLERECH2EE L, RS
il LCEEEDORTFRAHBHE LA URRICT 3 - ERRBEL RSB, Thbb, FUSEERE
EAEGHYE LT, ZORENTRHOPHEREHEHT LIRS, TOLD RYMEL
LT, 7= b5 7EBRASATHS, '

%&L\#EEE&%%M%Q%&%T%tbK\yﬂﬂ%ﬁ%ﬁféﬁ&mﬁanrwé
FO%, THOREOEE, 55V ILEROREICER L TLEMET 2R~ 5 FERRE LR TH
B, ZI T, ZHETEROITONE 104 25 107 BLHEIZOV \’CU)%FFE&F‘LOIJ VT, HiET
3. (LABORERME, BERE L r— (AHY®Y)) pErgEsy for— (ASSPY) o
Lo TREBEKETHMMTIONG, BT 7F /)4 FRROBEIT., —EEX30FE1HE
THEDT, B AHN®® gk 5 LizTERL, ERILEIERE= L FAE— (AHXD)
BRDBRTWD, LERARLEEE. AHN®) L AFYD ofliciz, BB ERERESRK
DIE-TNB I LARERTHNBOT (1] ﬂ7af/4bx$a%wnﬁ¢@ﬁ%ﬁmagw“
Ko THEESh TS,

ﬁ&ﬁbnrwéAﬂﬂn%ﬁwéﬁ&ﬂzﬁﬁba —oiF, TREAOEEZ L FLE—DE.
BEFIATABIu~ NI TIETH B, TOFETH., BRGEH D VIREOHOBERICRKG
HRAEEAL, HHOLAMEHBRS %, PREAREIT LT L%iE L TEOLEME
CkompEEERD, AHD 2RELAL0OTH D, BOREKEOHSHE L —2RNE D &
kv, BRTREORLENS OLENEEZERT A LICRS, Ivara®ZPhE LT, F5y
IR L 5 RS T ARBORKMICHA SN TS, ZOFETR, SXBMOEEC
HATE 38, ARBABROLMEL TV IO CHALHET 5 LBBLVO L, ERH L -
BEVEBEOBRIZOWT, ETFNVIETFELEBITRLETH S,



JAERI-Conf 2003-007

—7, BRARAI v~< bIT 728 HRFEER (retention time) DBEE A T A L TITD
FiENH D, ORGA(On-Line Gas Chemistry Apparatus)[2] % HEVI(Heavy Element Volatility
Instrument)(3] & FEIEI D Z DFIETIL, BEIGAERMIT gas-jet BIXRIC X 0 ERAICEELD T
LDEEN, WoARRY—ATHEIND, BIETZT7aY VR FHPOHBEL%, KISV A
AL, ERIECADERRT D, KiC, BETERERIT LE2EY . BUTT 0/ VTHHE
S¥=%, BEMEE CEIND, AIEMLE TIX, EEEME (3, 4] HDHINET =TV RT A2, 5
WD, BERMER & 3R o BB RS RERY S BRI EE Lo THESND, ZDHE
Tk, EROLBEIEE T IOPEEOREZ2ET S,

ﬁﬁﬂ?b777&_kﬁéﬁﬁkm%uﬁ®%%\%ﬁﬁZ&D7b777kkH6ﬁW&-
RO, HB VRS L REC IV —DOBGIE Zvara it L3I/ uXa Ly JEF
MZEBESTHNREETROLON TS [6],

2 %ﬁ#%
2.1 104 B%H (Rf)

T F= FuHER 103 FLED Lr THKb? c‘:‘ﬂ‘é L, 104 BRFITIVED zr%Hf M,m\
ZLFHEEIND, ZORXTHEICHEL TOKMETOERISDHRDERIE Zvara b LJ: > TiThi,
T IFoFRBEOEEBLY LBMNTERECHY. ZrCLﬁDHfCL; é:ﬂﬁﬂbé - EARENT
[1, 7,8, 9], Fig.licZDHlEx=T [10], .

Activity
[}

S

..
1

Fig.1 Thermochromatogram of Sc, Hf and Rf(full dots).([10])

SciZ3MEDT 7 F /A K, Hﬂi4b§7‘u$0){-5—‘wfbéo AACTRENEBRESEFNF v 71
TI2F)A FRBIZLBHDOTHY, BATRENEZLDIRRICEDZIbD LRI TVS, i
LHZDHRESBEEEOLEHIZI03WTHY., WRIIZEDHDTHA ) L EN (1], 20Rf
DXFHIL 23 ms TH Y. REGRAMET, RN 03BObOREREA TV RN L, BT
FORDOIIRE LT, EEHIBHO BRI THAEI L 2o THEHHE, REF o lFHETHY, B
BESRTIDEINDTEEGHL S TORNE NI Z LB H Y, REABELRBRITITTHRY,

Giggeler 53 28Cm + 80 — 261Rf + 5n KIS & o TER S 5 451 65 B IR 122
WTHERZ ow b5 7HEEAVT, XY EMCELDOEREBZRELE (11, 12, &—B

..__2_
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Fig. 2 Isotherma.l behaviours of Zr, Hf and Rf tetrachlorides.([13]) -

| Zr & REIEER UREDHSBMTH Y. ZhbOREOHEA B3 DS DV % (D1rac- :
Slater calculation using the relativistic Discrete Variational Method) 2 & DEMRFEOTH & —

BLTWS 14, —%, HiZA* VBB EBRENTYS [11] 25, 4% VEbmitgsscRE
EETHY (15], BEBBOBENCEI 3 bOLBMLIEFRE fnebnx s, flzE, Emmni,

Rf O & BBECBI L TR O & 5 2 RS & 128 Lrwzs [16]. ' L

RfCly(g) + 1/202(g) = ROClz(ads) + Cly(g)

S LdLaan, ;:h%@j!:?@%flﬁ%@%ﬁf*%ﬁ'b%x_é&(FlgS%BE) Fum%ﬂﬁ‘wkﬁ
‘%ﬁ%ﬁ:’bﬁ‘&)f %o:‘:#*ﬁﬁi&%ﬁm%ihé& 6’(356 :

60 [T ,...,r.',l,,,,...,...r_
; | S
., e 23 L 11
70 ZCi . . -
< ¥ % o maR]
-8 . .
3 s .. _ ULt
> 3 v .
23 .’ .
E- ~~HfCl‘ P P ]
-80 I S e . Z
LE ~I.-- ”, ] a
8 ‘ m@r' 138 -
B 00 R s 43
1 . . T %0
g ZI‘BI" HfB‘ P :'E
B . r . ]
A0 F [T ‘1.7 . é
: T 14
20 Dt b
30 40 50 80 70 . 80 80 100 110

Atomic Numbar (2) ’
Fig.3 Adsorption enthalpy values for the group 4 chlorides and bromides.([17])

'f&ﬁpﬁ@iﬁwmﬁn»vﬁém\dﬁ@i%@@h%ﬁ&ém&%&at@u\ﬁﬁiw_
DEREE, kREZELTAIHRFTOH, 1170 °C Eﬁ”&ﬁ?AJ\ONﬂ%ﬁi‘iﬁﬂfi’ént (18], EU'
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ERHOTELH Y, BENTIIRZVA, dMEDOTEETHY, {LEMHEEIZHFIZEITWAZ &R
S, BRTEE b —8 U7k (19, 20, 21

| 2.2 105 &RTH (Db)

Zvara &1, #ﬁ@lsﬂw%qm&mw L & B DEREIC SN TS ue h /57
T, Db DOEENIT 7/ F= FRELIIRAY, BEMETHBZ L. Nb DLW E 0 IHESRME
WIEL, Hf LARETHD &%%th,Db@Nw@htﬁﬁLVﬁkﬁfékﬁ a1
W5 [22 23], B{MORE%E Figd LTT

o 50 - 100 - 150
cm ALONG COLUMN i
F1g 4 Upper panel: Distribution of ﬁssxon tracks (circles) attrlbuted to Db. brormdes
compared with the deposition zone of 14.6-h 9Nb. Lower panel: Integral .
-distribution. -The shaded zone depicts the corrected position for Db after
~ consideration of the the half life.([23])

LsLAdsh, OMBICH LT, Db IV ETRICE LAEBL TV B2, 5BV VOND
D 4B E T iZA R VR EEBLTH B LW SR H 5 [24), -

Gaggeler HiZ. OLGA AT, VIED Nb,Ta, Db DRI SOWTERI R s u< v 57
ZHRIE L7 [25], B{LAIE LTHBr 5 I BBrg #E8AK HBr AV T3, Figh IZA-T &
312, Nb & Ta iZiEIFR CERME LTI (AH, = 90kJ mol™1), DbitZh & v HERMEIEN

#

g 2

= ¥ — MonteCarloSim.  AH,

2 & r LN (MBg 88 KJmol

% " $'"1a  (HEWESY) -84 kimal

K ! @mms MBI 15 wimor
20 t @mws {HBr/BEr,)

%0 w0 20 w0 w0 0 &0 70 B0 w0
Isothermal Temperature ['C] i
Fig.5 Isothermal behaviours of Nb, Ta and Db bromides.([11])
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(AH, =~ 115kJ mol~!), #ERHERIHH MBrs(M=Nb,Ta,Db) TH 572 b iTEHRHFH T1L. Db
RDHIEABERMERE I T TH S [26), DbIitNbR° Ta & 1 b2 %Y B4 (MOBrs) BT
DM & D BRI [27] 2 EF 25 &, B &7z Db DL DbOBr; T B FlEE
HEREY, EE, BEEREICKELT, Y"NbO%Es/ o= /S AL TEY, ERED
NbCls & & U FEFEMED NbOCl; DTFENFEINTNDS [28], LALARBL, {LEFLEEL
TWADLIFTRAZAVO T, ARRERICIEES-TWARVWORBERTHY., L& INERKER
TOERPFEEND,

2.3 ibaﬁﬁ:;ﬁ (Sg)

By u< bS5 72 LB Sg DB Dubna @ Timokhin b2 & » THE S [29], EER%
Fig.6 Io7 T, |

Target 18-O beam © Vacuum ] ' Glass
2:;9_% e Entrance ~ thermainsulation tube
' window 4 Silica
™~ 11 column
. e —+H-— 1200m
. Ar_gas_}ﬁ@m—‘ L1 — YT |
’ ] —> To hood
AN AVATANR) /\ A} AN ASAN J\ ~ ifl
/ l I [ xReacWe
T & vapour
Target Furace Copper tube %Jat;gr;g

chamber

_ Fig.6 Schematic representation of the thermochromatographic equipment used in Ref. [29].

| SOCL FRFI S U TR RICREL L. TATLH R E - TEERE 2490f + 180 ORE.
AR LB EERABESEE SN, TORFDREERbHRET Fig7 R [30],

Fission events per 5 cm

Distance along column x/cm

Fig.7 Distribution of fission tracks in the system of 24°Cf + 30 along the ther-
mochromatographic column after the correction for the relative efficiency.[30].
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BRENETZ7 4y a3y Ty 7B 0IBD 8 12k b0THY, 2.5-h 1T0W L oL
PMEDEWNL, (EEFOBENVTHEIMRENWLTWS, T4Rbb, BEEHO W Tk, 1ZU®
WO,Cly NER SN B 28, X Y ERMED WOCl IZEHRT 583, Sg DBAICITEREINE N 2D
Sg0sCly £ LTIELTWBENI LD THS [30], LLARBDL, =& 2 bEERRE Lf&m
THEBYINED LILBEMBLERZ LI ZLIFE<HEONTVA L[], TRETRSDP-T
WABEERMNLEZ DL, BRIENET 4y ar b Ty R, S X3 6D THS & DRI
HHBECFETHILEZIONDIEND, TOERTRHEERENRILEFVIRVBDEE
bha, :
28Cm + 2Ne DRI TERT 5 W0Sg (B 7 7)) & 265Sg(HBHIH 20 ) 2>\ T OLGA
THRLNE 31, REOZT oV TEITNTE L Sgit., BRI T LAY OCTHEKLFA=1T
BAFI LT ERB X BB R L ORIGIZ & Y ERMED SgO2Cl, £720 ., 300-400°C iIME S L=
SEN T LEFEY KT T B, @B L7 Sg0.Cl 1%, KCl=7 Y/ Mzfi#F LT, ROMAB&H
HEICETh, BFomBERREFA LLERERECL Y AESND, FRE Fig8ZTT,

§

-h ;.l -
8 B8 8 3
: . A

Relative Yield[%]
g

40 1

Sg cross section (pb)

265

50 100 180 200 z\ulo u'n :u';o «':o 430
Temperature [°C]

Fig 8 Tsothermal behaviours of 22977 Clg, 1%4M004Cly, WO, Cly, and 25Sg0,Cla. ([31])

HERMDEFM MoO,Cly > WOQCIz > SgO2C].2 IZRoTEY, BTl —EL TV [32]
el BOETETHAURIDOEMETIIUC 2o TWT, VIRITREIZERoTWWBEL
T3 [31], HERECEYOILFEERFESNLTHIDITTIERNI L &, EENREBRNPT
ETWHBADITTIEHRONDOT, BERSIIEZE>TW5S,

KA TREND X 97 Sg DB (SgO3) & B (HaSg04) PERMEDOEVWERATIRIET X
ruv b 75 7EBITh., 2ER0 6085 S2Rf R RN o7 L HE STV B2[33]. Fm®
PoD\w 27 752 RIZMAT, W+#k%bif®”%gaﬁ%ﬁmﬁﬁénfw&w Enb
ExDE, EEBENRZIEITVARVWRKRRETH 5,

H2Sg04(g) = SgOs(ads) + H20(g)

2.4 107 &Fx#E (Bh)

Bh IZ2W\Tid. 249Bk(22Ne, 4n) 267Bh RUSIC & 0 A/ L= 257 Bh(EMEH 17 B) 2 AT,
Sg LR L X I ORGA KT U, FIED Te, Re DB L L T3 [34], 59Tb & [RFIC FRA
LT 19Tb(%Ne, 5n) "0Re RUGIZ & D &£ T 5 ORe(¥WH 5.3 &) Z{LFNEDE=F—L L

— 6 —
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THERL. ISR E UTHCL EBRE AV, B (MOsCl) & L CABER1T-7-, ZEAS
LR (Tiso)3 RIZONWTIT oo & EICEEI & 172 267Bh O BB S MBS SO RS Fig.9 iz
Y. TORREY. FREFHRE KD (Fig.10). Zvara DEFN [6] i L BMAFTFEIT, AH,
ERDTVD, BhO3CliL, #iET 3 Te. Re L0 bERMENNS NI & BYho7, IR
£DL, TIROMO;CLIZ, Blle kS REFHETHY, BFERLLLICEBFE—AL P4y
BEPEMT D72, HERHEE TcO3Cl > ReO3Cl > BhO;Cl DIES TR T 3 = L R FH &
T3, RRERIZZOFEILEE>TEY, Bhidigs THRIERTHD LRI T3,

Tiso 75°C - . 180%C 180°C

Beem dose:  1.00 x 10122Ng © 1.00% 10%22Ne 1.02 x 10'022Ng
Element
Nodoeaychélns © ey 267 C 207 257, 207 297
107 Bh Bh Bh Bh Bh Bh
: detected
1 MoV/BBS MoV - /8,72 MaV/B.84 MaV/8.91 MeV/B.51 MoV
2455 /3440 290 /2675 /1085 /1840
" 105 o Ii“Db 3D =D lmnb m=pb| |mob|
‘ . © IsF sF .40 MeV/8.35 MaV/8.37 MoV sF
2118 /\gaes / 2080 / 7345 /083 16338
8
103 . 52 MoV 3 Moy 20 101 + BB MV
' 8.41 MoV

14838

Fig.9 Decay chains of *"Bh observed by isothermal gas chromatography.( [34])‘

MO,CI

180
1801
__ 140
£ 120 AHmogcy | )
-3 100 fImol]
2 89 Tec -51
. § 60 Re -61 .
€ . Bh -75
20
0 o5 -
-20 O 20 40 60 80 100 120 140 160 180 200 220

Tiso (°C)

Fig.10 Isothermal behaviours of %TcO3Cl, 1%ReQ3Cl, and 2"Bh03CL.([34])

3 [EA

PRSI . B NFERC LOER LR VERICHT 3SR OB, T
HY, BHTF X LU PV I RIEETH B, v/ R TERNTA S TR LTBLATNS

- 7 —
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BAFUBETES L LFEETERNTAE L, »RVRLIBETHPOTRETNELE
xanéo%ﬁ@@%é&u\ﬁ%ﬁmé<&5be%$$fﬁéo#T;meét;o_\ﬁ
RMELAMOLERORE, Zhik. EREFICLIBREDLZR2OT, T TORLHMESS
o TWRWEBHANREELY, YROZL2nb, BROTRLEERIRE-Thedhid s
TETHD, WHFBES, BHLEREICLD bOh, JSRERONI L > THRTERR>
TL B, EREERDERMIZHEDOA 4 L 2o TEVED TRISEDRE L, A A FOBRED
Rt b KT 52 L b, gas-jet AOHAFORMYDObRE, =7 v/ VpH OB & ERIT
RAKRZRODERD, TT 2 MIELEREMEWEHRT SLOOREL KN T AREZ
a—F v/ L, REREERICERCEELRETREERSHS, 0L, BREOEDS
bA%: EHIRMLTOPRITNERLEVEEDID, | :

SH%H |
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‘Recent Studies on Chemical Pmperﬁes of Rf, Db, and Sg in Liquid Phase

Akihiko YOKOYAMA

Department of Chemistry, Graduate School of Science, Osaka Univérsity B

Abstracts; _

Recent studies on chemical properties on transactinide elements in liquid phase are reviewed.

._ Experimental studies have been performed for the transactinides of Rf, Db, and Sg in liquid
phase. Recently, Automated Rapid Chemistry Apparatus, ARCA II, with chromatographic
- columns were successfully applied to transactinides. The results demonstrates difficulty in
. extrapolation to transactinides of Rf, Db, and Sg from their homologues in chemical
properties although the elements appear to have more or less propernes of group- 4 group-5,
and group-8, respectlvely

- Kéonrds; Transactinide, Rutherfordium, Dubnium, Seaborgium, Liqﬁid phase,
One-atom-at-a-time-chemistry, Rapid chemical separation _—

[ oic]

BrUF= F@ﬁ?%ﬁ%@ﬁnk%wf %@@%@baﬁemmﬁ*@mn# ThhTE
o (XEK1) 2) BHE) HHEROBHE LT, HXAV v PREZHALRERZICED
Tﬂﬁﬁ?ﬁﬁ(%ﬁmiﬁ% HELEAROT S DBEDH D) 2T 500 AN—BHTH

o B—EHFEOEFENIS, RHELESBRFHRII O NS 7DBETH D, REHEIZBEEE
Tmz(zabfaﬁMm)f&aoim%ﬁﬁﬁmwtwuﬁb\thTﬁ%m\n;%mk

Tbh, M EBEDIH 1 DBREOYA VNV EABATFLEDETILHFEN. REERIR

RO REDD,Sg DIEFHEHOKRBRKIARE, HIBHOBE IR TRNT 2.

[ B ML A b A i ]

. ﬁﬁﬁﬁ&@@%ﬂﬁﬁ?%%ﬁﬁ%&o#%ﬁ?%a ﬁmk$ﬁﬁ<fﬁm6tm®&b
" A WD GSI CHERE N/ ARCAII (Automated Rapid Chemistry Apparatus) TH5 5. i
HTEFEN S FH) UE, 2754 aBAEOEET. H#AVxy bTRXS A FROIRIC
WEHFTERYZRHEL. LA»SHEBRUTEBHL, /40 RB@ERESTREINELS
LIZELUT, LFNEBEFARDIRETH .

DE(Z, SISAK MIEEHVFEITSN 2, CHITERWLECHERMHZTOIRET. 514>
o (FHEEEEAR) BEZBELTEY, £7 54 ik 4.8MeV, 7.4MeV O a#RIZXTL
THREE 210-330keV ZER LT3, LU, %W@ﬂikuﬁﬁ VBOYENRSH b, /34
W7y THREFREELR->TWAS,

FOMIZI AT LEDEBINTVWS, ZhiEZR~A—Y «_T?J:OL\ 3OBEDERDZHS
LEDRITFT. BERNORRDLENHERZFARDZ DT, ERMNICERTEZEAY Y bDH 5,
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. .IRfY, -
B Z‘/x}ﬁﬁﬂaﬁ 5 Lq (7= m\m?ﬁ@rs%f)
| v \
ERE /xfmﬂaﬁ 5 A] (RfFe2~ u&%)

¥
B4 ﬁ'/é&?ﬁﬁﬁa?ﬁ > 1) (Fﬁ’f =+ /iﬁﬁ_&cﬁjz%@uﬂﬁé)

[7*5"1‘—/'71—\0)%*5%&] ' ,
104 FcE (RT) @uhif@ﬁi%&iUFﬁ%)ﬁ&&’éu—Fkit&?)te 1 5EJ«AJ:EU®?}J$§ ‘
DR &, %nufﬁ@ﬁi%kﬁ‘ﬁfb\éo ,

L‘ﬁﬂ,ﬂ;ﬁ@%ﬁ (Rf) l

3 ?&#71:1?%&’574'— (E-whad)
B : B 2 MU, WM : a—HIB . :
>RfiZ Zr, Hftf‘]b$§b\ No?t:é:‘Bﬂﬁ@?b% Ft&iitéo

S Y O~ bb‘774-— (7& ﬂﬁmﬂ) . '
EHEAE ; Aliquat336 (@73 . methyltnoctylammomum chlonde)
K48 ; 12M HCL 6M HCl1 :
——>Rf®fﬁfb%ﬁ/ﬁi®§ﬁéﬁ I-Ifkﬁﬁ,{b 3(&’0‘@799"-—— FJ: D#ED%L\O

'ﬁ;%anvw774— (B
B8 ; 15%4:1‘/737A—>B§421‘/7J7A—>l%421‘/7‘37b.\ ?&FFE 02MHF
>RElG HECHBLL T 0.2M HF RCRERIZ 4 VK ERRT B0

BEOER (RD) |

Berkele V—

- HHHE ; TIOA (tmsooctylammem l‘%ff 3 /‘Iﬁ%ﬁiﬂﬁ .':H) TTA (thenoyltnﬂuoroacetone B
F AEsikmdl) , /K4 ; 12M HCl 5#
>REGEE (BBA 2 Y) X Zr CERICITIFE 100%TIOA c_mmén Th kR 3,

R SRR 4 ) idHHH R Th & Pu O, MAKSRIE Zr HE Pu & b/han,

(Czerwinski & DEER)
A ¥4 ; TIOA /benzene, TBP(tnbutylphosphate FF“E%{&HH H)/benzene - &4 ; HC1
>MCl1,® TBP ~Dfitf (12M HCI) , Zr> Rf> Hf
Zr, Hf L DE W & .
RfCle>(8M H*, >10M CI)TBP ~HiHiXhzv,
Mg (12M Cl, 8-12M H¥), . RfCly - xHC1 - yTBP i S
MER ; TERETHEREOHERICRVDEH 3, HBTELRE Lx#f%?ﬁ?’é%\%ﬁﬁ)éo

L 11—



JAERI-Conf 2003-007

(Kacher & MEER)
E#4H ; TBP,/benzen, 74 : SMHC1
—>Zr>HI>REO>Ti  LLETDEERIZ HE @D Teflon ﬂ&%@ﬁﬁ%iﬁ% > 7= LIEHE. (Rf ?)
7KH# ; HBr OM DL LTI RESHH iz,
Zh 5 DOFBHRIMAIRICEE S iz,

 (EmE
-~ (Bilewicz 5 DEER) ‘

B4 ; [Fe(CN)el+i, A4 ;HCL ~ . - S

- COIRITEE 1 MNEEH, a2 Fﬁtiﬁﬂﬁ%—ﬂ&%?‘éo

' SHkSBROBE I RE>Zr>HE, Zhik Czerwms]n@ff*%k&'ﬁ'éo
M(Hz20):4+ . M(Hz20):1 (OH) 3+ + H*

M=Zr, Hf X=8, M=Rf X=6 (6d5/2f)‘*ﬁﬁﬁ?ﬂ%k&o‘(ﬁ;{tﬁb\dfd

. REA B 108 (REOBE) LETE S,

Zr, Hf THZFHhZh 20 .40 PIEFICIILETH D \méuﬂ%?‘%@ui 90 iPJ‘M\%'Cﬁ) b { |
EERIFEHFICEL TWARN,

(Kacher 7 v{t¥ngsthniht)
£ : TIOA X&#;05M HF
>Ti>Zr ~ HI>Rf EEAIHhT, BRTERN.

A - 7r. HE RES— Y D 52 -

:(Gunther 5) EHikiE ; TBP &4 ; 8M HC1
> Zr>Rf>Hf

M(OH),Clax+xHC1. MCl4+tzO '

- "OH %% % & H:0 t@*?f‘“‘kis‘(ﬁﬁ*ﬁkﬂﬁﬂiéh&b\ é:%z_é amﬂa'c%ao

BEAER Zr>R>Hf (OH & ClOoX#cL»TCRI B/ —1 /IEUJEL\LJ:%)
5ATRIZAdTBLDOMAKSELPT L, HHINIZ W,

 BHEONKARIEA 4 O Th LRI R D, &> T Kacher OMRICHIENS 3.

s

- (Szeglowsk1 5D7 Jfb%?‘ﬁikﬁb\f@%ﬁ)
: > 201Rf 35T AETCHEEICRI.
(Pfrepper 5DEER) 3BT Lk :
> FREERE R OLHIARE IR L"C deE’Eﬁ&ﬁ Li= 7’)‘ Hf & Rf@%lilit/u
Eizng
BESR ; BRECRARE L OFENRENEMS DI EAEAT 2 & S BEMEBAT
FWiFRn,. LEWHRFEBERTRATOERRE T20ENH 5, (Ginther 5DORERD K 5
i) o . . S
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(Strub 5 DEER)
ARCAII &M ; BA A4 2Hdils, &1 4 SHsE.
#HE ; 0.1M HNOs/ xM HF
> REEThicflELEWE (K1, 258)

CORBRTE, BRECREARG L ORBNREN M 5200 LS HREHERTHATO
REUHAL TN Bo F ATV 5~ AVHRERS S LML, THREA A>T v
 MREEOFECERL k5. (K35H) |
REGHMIOHETIE p R B 3 L FEINE, TORROTFEIHS P, b5 AMED
JEBICHE ST dTERIERBPENS T LA, —DOMMOK TH 5720 LD LR, BB
REEE TR C RSN, BRI 4RTH BT LI HEELODH B, REXRKAD
oL, ERBAROBEERLS L UTHD, WAKD Th LOBYHFERIN TS,

-5 -3 =2 -1 - -5 -4 -3 -2 -1
~ log o HF) A , log c{HF)
1. Zr, HE Th, Rf QA A > Scuisiis N 2. Zr, HEf Th, Rf DA 4> Sl
"\@uﬂlgo Xﬁ3) LD : . ’\@Wgoiﬁk3) L b, '
3 )] 1
2- ? R

3 ~Jo- R en—ine ' .
3 04 on=tno . } B

log [HNO,]

X 3. Rf 7 v{t¥ife 1 A4 v Iox 3 20488
AZDATEH— 'fzr/x}J%%o ik 3)
&b,

‘_13_._.
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[k 7= LA OWAEEER]
105 &E (Db) IZDWT Rf EEHRIC CNECORBBLUVEBRAREZUTICE LD,

PIEDES (Db)J

(Gregorich 5Dk O~ b5 7 4 —KER)

FH). BEE; Si02, WHE ; BER

HNO, & iz Z&FE X ¥ T Nb, Ta, Db 0)757;(45.‘:2@’\0)1&%%%’\724

>Db i Nb, Ta LEERICIRE. 77 F= Hi“&% Ligdr o

VBT E2ER.

_(F— i) .

B ﬁ*ﬁ MIBK (methyl isobutyl ketone) , 748 ; 3.8 M HNOs/ 1.1 M HF

>Ta i3t h7=5, Nb, Db iZHitHE h ¥, AHROIMEICRK T 5. [DF,]12- '/’JS'C &T -

W3, BROEINEVWHFEEREL D MIBK T3 ith 27T 7z, :

BEoER (Db) |

ARCAII
_ (M — ) A 'I‘IOA 7k#8 ; 0.5, 4, 10, 12 M HCV 0.01,0.02, 0.025, OOZMHF
> B4 A A ETER. Dbk Nb, Pa ol (X 48H)
[DbOX, ]~ & =X [Db(0OH)2X .1~
s HF D% &?ﬁ%cz LTWAEEMERS 5. fifia HC 1 RRPLE,

U\_twft%’&ﬁétDb&d:SﬁT&é;tﬁﬁﬁ éa‘L'C%f B E T — 97J")7§tb\>lk(R'Ca’6%>o :

12
T

~
=4
T y

EXTRACIED ACHIVITY (%)

~
=)
T

(=4
E
=

FEYIT! AR AT BN N RN g traa
0.01 g1 1 10
HCL MOLARITY (mol /1)

X[ 4. Nb, Ta, Pa, DbGEZEB TR N 7) DL HEE,
X#R4) £ho |
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(Gober 5 DEED
(W —vkihH) B84 ; DIBC (diisobutyl carbinol) ,7k4H ; ?%HBr

> Db<Nb<Pa (HiHZhZR\WSEEEEEER 2 KR Pa<Nb<Db)
(Schidel 5 DEER) o

(B —wdh) &4 ; BA 4 RHEs. Wi ; a —HIB
>DbuNbTaPatt@L%&\3m\4%41/ﬁﬁkkﬁoto
Db@5ﬁﬂi@£iﬁiﬁﬁ§ = A

 (Paulus 5 DEE) ' :

(W — W) B84 ; Aliquat 336, 7K4H ; HCl HBr HF

> Pa>Nb > Db>Ta (HCY)
ThiZEHOFEBEDCHD, PLETD TIOA @F%Eﬁbto
(5 5 8)

07

10 e — o "'”1%‘
HCI-Concentration [molll]

5. Pa, Nb, Ta, Db @(&ﬁ%#&lkﬂﬁ%ﬁf%&@ﬁ@z&f*m#ﬁo
XH#R2) &£bo
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106 FtE (Sg) IC2WTik, £7dF '97‘—975”2@\:, Ei:ﬁJl’)’@(Hj‘!l HILIAT, U
TODOARCADTF—IBERHDTH 5, '

(Schadel 5 DEE)
ARCAIL, E#8 ; BaA 4 > 5ciusils (Aminex A6). W48 ; 0.1 M HNO3/5X10"*M HF -
' >248Cm +22Ne - 2658g (71) IMHEBRAERIIREVW I L 2REHICHER,
VIBOME (75> UO2+LizRR3) |
[SgO:Fs(H20)1—, E£7=ix[SgO:FalT#H 5 5. 7 vBREER L= T, [Sg0d?~iZiz\,
ZNEREDLDBEHIC, HF&L@%@& Fok ., ARRREEZERP 0%,

(@6 &8
- X . -‘ -.
s . Sg-fraction 0.1 M HNO, / s_x 10 M HF.
% > -
'~ 50| .
Co>=
& 4w}
= X
A Y
: J i 2+ 3+
EZO_ no Me?*, Me .
2. T no Me*, U0Z*
o -
v o [ I 1 2 1 1 [] 1 1 n_l
6 2 - 4 6 8 0 2 % B 18 20

'Time/s '

E 6. ARCAII (Isgi’f Z'/xmﬁﬂﬁ') ck-::t 5 W(%ﬁ) Sg @{ﬁ%égjo
XHER5) &£Do

ZOft. 375 ABETOERSRARENR EP'CZF)ZM
E. SISAKIIIL.J:%%@%;@F”EEFET&S%# &@J:')ttﬁ&fﬁ?)éo

(W) ' ‘ ,
- KM : 0.046 M TOA (tnoctylamme)/toluene\ K48 ; 1 M a—HIB
——>REIKBICHES Z L2 RER
HER ; EEHEICHEEY VF L —% (dimethy- POPOP & naphtaline) Z AN T aflE .
> 300keV (FWHM), &iX1 0 0 %feiizh=

. ﬁﬂ%}#; ﬁ/7%/\'~y90‘56‘/ k. Po {54
BHEBR 1nb CERE 10 RBEOERWICHLT)
1\4}»7/7’5%%72}:0)&&*0\.3291 10-2 O{“o)l‘]_l:i)w‘%é:én%o
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BRIC. ChPSOKRREZZZHEDORA Y FEEHLEV. ThEB7 7 F = Fofhl
HEHOMFEILEERBEICDOVEEP D LN 2, 2L TZOMENEIIR D HRND, ROLS
RRROEICEET 2LELDH 2,

1. B—FHAHbZ20oRE (EFEBO§IH)
2. EOEROEZULHERN, (BFRINEIE)
g &R B EROEIM]

3. EmNTROEES

4. F— @ﬁ?%x#f@ﬂﬁw\ﬁﬂﬁwo%ﬁ
\

RS, LV EEOET

;h%@%ﬂ%”]&b VP TR0 BERIEON /07 /7&%&%@@5@%#?7&1%& =]
BOERDEDIIIREEDOHEROBEAICL S, LOEERAENNELRD, BHICHLT
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1) M. Schadel, Chemlstry of the Transactlmde Elements Radiochimica Acta 7 0/71 207-223
(1995) .
2) J.V. Kratz, “Chem1cal Properties of the ’I‘ransactmlde Elements” ; Chapter 4 in Heavy
Elements and Related New Phenomena Vol.1, W. Greiner and R. K. Gupta (ed.), World
Scientific, 1999 :

3) E.Strub et al., Radiochim. Acta 88, 265 (2000)

4 ) H.P. Zimmermann et al., Radiochim. Acta 60, 11 (1993)

5) M. Schadel et al., Radiochim. Acta 77 149 (1997)
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3. 108 BILHL LERRIC UL ¥ ERE EOBHR

—GSI, PSI, LBL, JINR 7% E & FEHEBE O EBRSTE M S —

Status and Prospects of Chemical Study of Superheavy Elements

BRHEFIEH
Kazuaki TSUKADA
Rt fem BRIz & —
Advanced Science Research Center
Japan Atomic Energy Research institute JAERI)

Gl o
BETREFEINIEVWEFRTIR. EFHEICH T HEMRDRICE DILEHOEE
PESENS TN EERBNVICTFEINRTVWS[L], £/-. M 1 OFMEOLS IcHEHR
HIIZIX superactinide OFEDH FEITE S, Keller 537 DX S EHRETICERD
{EFWHEENEDEDIIRENTFRILTWS[2], LML, BEMNICIIMEE THAN
5NZL DT 107 BuHEFR— U I ABHDILENHEENRE XN TNBIZTE RN
107 BRFE B X 2RO ENEE IR 4 SR NEL WEEH 1 O F THERE
ERERALTHY., FRMITIE 108 BENY VU LMHS)EHD., LVEWTLER
HRIZLEHADED NI TH A D, Z I TIHIEHEHEOERBRE L E28EIT,

i «'Lahthanide“"f

%

Actinide -

: : sboe I
2R L1280 0240 28 LI )
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SBREDEDIBMENEDON TN NEFED., SBEZLREREZEDTNIED
sELLEN, : ‘

[108FBLEULDOBY VF /A1 RLBEOEDOERR & &HH)

R 1 KEBYIJF /A RRROLFHEFRARICBVTHAD I WEEHEEIhTWSE
REGZERUZ, ZZRARLE 114 B Z2R< RERIZ, BEE TOL3EE 30%.
E—ABif 500 pnA OREIZBNT 10 HT 3 A XY MAHIFTESLRTHD, E—
LEBROEMEE, HRBEmOESNHNT, XVE OERRENRICL LB
PR TES, LML, REOHADzy bR LELEFETRE-LTI LS
=Ty b FIN—HDT AN DOAEZRENS, MERARE—LBREZHEARLT
B, WEINZE-LZTXRTHATESRREITRN,

%1 (LEEBROMREBZIBTIF /A RERLEORER.

Element Prod. Rate | Half Life (s) Reaction
(atoms/h)
104RT 30 75s #5Cm(*80,5n)*'Rf
10sDb 30 34s 24958k (180, 5n)*?Db
10658 2 7s 28Cm(%2Ne, 5n)25Sg
107Bh 0.3 17s 249Bk(*Ne, 5n)%Bh
108H1S 0.005* 9s* 248Cm(*Mg, 5n)*°Hs
112 0.005 180 s BIUJ(®Ca, 3n)2831 12
114 0.001 10~20 s 244py(®8Ca, 3n)?°114
*predicted

BYVF /A4 RTEOMEAREICETAHER. CNETIRBHEEERRD SN
BESHECERBICE DS 70T M S T7HFENE N S5NTEL. MFETNTNIC
EffCEFNEETEN. TOMREERBEEZEETS L, 108 BLEMU LOER
R TRIHERIEZRANVWSZENEFRTHS, [RMHRTIEINRETEITLENET B &
AONSEBBELOMENS, & 2 TRTIIMEERETEVWERELZ2ET 3 L%
TE, TOMZEBERRICUZERMHBTES, INETOERFATIE 104 Bk
THHR—IULRDITE YD 5 WITEELEH & U TEHREIN4], 105~107 BT
RIIBICECHETFRINTHEHINTNS([5,6,3], 108 HxE Hs IR {LHOESR
HERALUZHENHETE., BE, BRITBHRICRIVEAL T OHER (GSD %
BZNERA ARV = 5= (PSD) B TEBHENED ST TWD, =,
112 BIUHRLULETIIKE, RPD2VRF A AR EOHEZHE U - EER, PSI
BIUOOTTREFEEEMEMIINRICBWTED SN TWS,

BARBICIE. GSI KBWTRA D VRZEDH Db E, ¥F—2 v hFz2N—IT
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BEIZAEZEBALT Hs OB (sHsO) ZERL. NUTAHAHRTHEE, Na
 RENOHFEOFEEF 8 AR THD Os LTORBZE BT 5L NI EREE
B L T3 (CALLISTO : Continuously Working Arrangement for Clusterless
Transport of In-site Produced Volatile Oxides) [7]. Hs i3{b3#4 BEEBR AT 857
FEOORMERREZEREIN TRV, Mg Z2FIFTS2&T 5 pb BEOHK
HEETHBRRENEE] (10 PEEEFRIINTNS) 25D ®Hs NERTESD &
HfFEhTna, GSI TS —4y FBLUVEZE T+ A N EEESRE—LICE SR
REBHMSEDWHPTATLERAEL, 1 puA LD BMg* E—LOFIAZHS S
TFTETH D, ERIT 2001 F£4 AITFEEINTNS, 7z, PSI THREEIC IVO (In-site
Yolatilization and On-line detection):W > EREBZMAFE L. Hs OB EXSH
I UZEBIARENED SN TNn3[8], IVO ORI 2001 £ 3 Ah 5 4 AichiFTo
Y7 JINRT, £LUTGSIIZBWNWT 2001 5 BIZEBRAXFTONDFETH 3.

&2 BT IVF /A FROIHEREESBEERIYF TESEREOR WEER
Rf Db Sg Bh Hs Mt | 110 | 111 | 112-

118
Elemental O O
Chlorides O O O | O
Oxychlorides | (O) | O O O
Oxides | HEHEe
Hydroxides O O O

112 BIEHEIR 12 BABEDIEFHHEORBRNRGETE S, PSI TId 112 B1E
SR EKBEBOERM EOLEBETS DI, FIRLZERERE VO KB8THAE
LTREHRZEAL 112 BaE2eBL LB Z0BRESERT 2282 5E
L. Hg 2R L-EBHEEED TWB[9], 112 BLREEROMELSL. HHeT
DR #3112 PEREESETHEHEINTEV[10), ZORESHEL VW ETH
5, ZOREZEELT. 027 JINR TREZBESWUEPREHETZV AT L%
RBEL, PSI LRKIC 112 BrRObEitBe kAL BT EREB2ER P T
HB[11). FFEF TIZ 114 BRRICOWTHEBERERE T 14 HRHSRE & O L
ERIRIEBEREZED TND, ‘

ERHICEMN THE I EDSRMREPLICHRARHEEL o —LTEEN, #
HROERICY, HiRBENESN S, KED—L > XN~ L —ESTHZ%EH (LBL)
Tid, ]IBETEXOHEEEEE (BGS: Berkeley Gas-filled Separator) D#EFIC
HADzy hYATFLERERTHZ LRI, KBREOE—LZBEWNY I TS5
RCHAT 3 ERFLWEHZE VA2, LT, ROFI0KkETT VKA
Z N —7 A $EF TR L T 5 BRSNS B E SISAK 22V y MNEBDE
BRICHERIL . 10:Bh BEY sHs O TOSBERR % EL TS, ¥iZ. Bh 25
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RICU/HBERTII 7 EXETHS Tc Z2HMHIC CHCLEBEEOH & T TPAC

(tetraphenylarsonium chloride) Z# B LD BEREHTHB I LE2RWELE
[13], BGS ZFIA L= EBRIFEHROERICES TMO EOERRIZBEYTH D,
SRIIMOMBATHEERE SRS BEEREBOHSDHFETES., GSI TREEY
4 Wy —BINBEEIERE SHIP OBERIC TRAP #2105 5tHbEHR N TR D[14], 20
EDBEBROPT, B7IVF )1 RLEOILFRHEEICETA2HERNEDIDITED
SNBMEB LN,

EANT, BE. BFEFIHEROY > TLAMBENE T VF )1 PRk
MECFIHTZLSHE—DOIEBTH DN, BRiL. BT A1 F v /B ITFENWRAETIE
BBk BER GARIS 2Bl . BEBERERZETMICTOSENEATNS,
ZZ Tl BGS ORIIEZEDBEEBE L OREAELEERBBELEW, /2, FibAY 1
OO OREY. BRSO TFAIERTIIAED ECR 14 VEOBEBHIFIN
5,

(BbHIT] .

FREC D> TEHEL OMARBBEOERREE R TERN, SUFFEHEEN 5 £%5
B0 10 FRZRB L TEREMKEZED TELZEPHRMTH B, ZOLIBED
MHEEDBEBHEST. UFOLIBRANBEETHD, SBOBZICLEL, B
WEBHRETOERIDLAEITHD, ERICERZITOIWHREBEZ T TIHIAELELD
RKEZNEBHAENSERIZSML., TOMEROFNSEERBRIN, ERICTE->TW
5ZE, LT, TNTHDOKRETHETHE (1 VKD TRIGA Reactor 7z &)
LERR. BREDREE (PSI BEUONIVKED 4 ug O P2Cf /28) rE#EKE
LTI EBEROREZHEAL TWAIETH D, ZOIDICEBHFEICITERR
HAuERRENIVNETHAIEEEOIETHRY, EBNTHEHCHEILKTrZ7O b
O, lRK RCNP 2L THERABIVEWOEFFELE, AHCFLUTHRE<SFHAL
TWFBL ST, TNTNORRLITRIERNES 2 LN,

S HR
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4. Theoretical approach on the chemistry of superheavy elements
Masaru HIRATA

- Research Group for Nuqléar Chemistry of Heavy Eleménts
| Advanced Science Research Center
.. Japan Atomic Energy Research Institute ’

. Keywords: Rf, Fielativistic' effect, Density functional theory, chemical properties

1. umeA,_ | S - o
ﬁ%ﬁswméuﬁ%rﬁménéxwg%ﬁﬁéxwéaékm /1u _
T Y H-FRAEBOVCHANRNSHETTHELVBREBS LT
3, LhLand E?ﬁﬁwkéhﬁ%éat%fu sp BEMSEME
 meWm%§UT&%ﬁ%ﬁ«uT6wa BFOFRERT B &M
 BHNTHD. ChO5OFEHRNEETRE #ﬁtﬁﬂ AL ETREHE
DEE—RNICHEMRNNRER LTS, BT 2F /A KRROLENOE
 FREHESSTOMFNEREFNT SL0CE. SOLS HENRILY
RERURI ZEDTEST 4 Sy I FBRRCET HEDSTARTH S, &
EORETIE. R TREZRY LT ZORPEHEEETHT BB TRE:
T3, o | |

2, gni‘?@i’ﬂ'@ﬂ?#@#ﬁﬁ ' :
Rf RFDETIREE ﬁ%’@ﬂi%ﬂ@?&":(i] 97 1&ICB. Frlcke 5Ck>Th
XN T\ B[B.Fricke et al.,Theor. Chim. Acta, 21, 235-260 (1971)], =®
HEOHRNS, R 3 H CHELUULBFRETHY, 64,79 BRRETH
 BEBELTNS, THICHLT, OL Keller 5(. 198 442 7p,, B3
DPHEMRAEREREEBS BT RDIC 7527, b‘ﬁr‘{k ELIED EIRRT
WWS[O.L. Keller et al., Radiochim. Acta, 37, 169-180 (1984)], F0&.
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19 8 9F M5 9 0F(CMIFT MCDF(Multi-Configuration Dirac-Fock) i% %
CWEREDSBAICTDNABR. B.L Zhuikov- 5[4, 6d78*7p BREETH Y.,
6d,,27s® EHEBELTH 0.5eV EWT RN F-RECHS EHWELE [BL
Zhuikov et al., J. Radioanal. Nucl. Chem., 143, 103-111 (1990)] . LML,
19954 E Hiav 5. RCC(Relativistic Coupled Cluster)i&% B\ T3k
| BICHEAHEZE UARR. 64,78 HBRRESTFRETHIERBRTIT
" L\B[E Hiav et al., Phys. Rev. Lett., 74, 1079-1082 (1995)],
COESCEFOHERZOEFREBORY 55 HHEDAZEDEHICH
 BTHhYBZ<OBRHAEINTND, TLTRENEIS. HRHEFEKDOS
WHEERELLTERESNTVS Biav SOBERSEFEMEICHICHEES TN
3 Fricke 5OBNOHEERE—BULTVSEZAFIERICEKED,
—%. R HFICHTB5EIL. P. Pyykko HIC& > T ZrH,, HiH,, RH, %0
IKEEMRICDNWTEENTIVB[P. Pyykko et al, Chem. Phys. Lett., 50,
| 503-507]. CONEREENMSE. BAERSSEELLTOEHOD. RH,
DOFEBETRIIF—(L HIH, D6 3BRBETHHEBMELTINDS, £ WD
NOHEFS1984FENMS 199 1ECHMITT S.G Bratsh 5[HIX(E
J.Phys.Chem., 90, 307-312 (1986)] IC&k> THEIN TS, Tlabb,
Ri7s BUBEAMBHNLERECERITT H, Zr KURKGESEDS L. L
CREFBIC R6d BRRELL T4RARNALEETIEERTTTVS,
 ROE<HRSNTOBSFOHEMZ4BMRTH S, RO, [CBIT D5
HET. Ziegler 5IC& > THERI TSN/ [T. Ziegler et al., J. Phys. Chem.,
93, 3050 (1989)] . ADF(Amsterdam Density Functional) &EEHENS T
OJSAZAVWTHELTWS D0, HMmIABEICEETRES ZRSA TN
&S5 THB. BETIE, S Varga 5Ic& > T Tidl, ZrCl,, HIC,, RFCl, (2D
THEMRZEABREICLZHEMNTEIN T S[S. Varga, J. Phys. Chem. A,
‘104, 6495-6498 (2000)] ., RLDA(Relativistic Local Density
Approximation) - & & RGGA(Relativistic = Generalized  Gradient
Approximation) i ZZ AW THRIELMOBEIRNF-LBEESREFREL T
BLTID, TOHER. TiIC,OEEIRNF—DLHEEHAE<SHTNOESHDOD,
ZrCl, R HICL [CDWTIT R RBRIEREZBIRTHEMBTETW S, .
RICI, DESTRIVF—(E Zr0l, RU HIC|, LEBL T/REWNMEERL TS,
HEEDLERTIE, RLDA ICXB5EERN T, ZIC, BXU HIC, [TDWT
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BAFIC—E LT3, RIC, DEESEIMD 4 BIMERBELTELS. R O
FRBEAH EHBRLTAZ O ERBEIATNS,

LOULESS Z0ESASHOHERREEL LTBONAEHAZRER L 1t
BT3ZLRRBTHD, R-C OBESIFIF—bESEDIEFALETS
U, BRACEOEEEND B OSHMELRETS L5 HSRME EER
HBRCEZYR— FOBEBEEE-TL 5, BETTAMNEETH B LEL.
Ti, Zr, Hf D ARRRET 4 F /4 REED Th, PuTH 5., R 4 ETEDE
RELTEBTEZHDADD, TREDBTIF/ A KAREHEULAEH 5
TEDNERRBEDICIE, WRBRETA AV TREHNEARS Z EHEY
THD, $abb, Th, PUiREDABDT o F /4 REkit, M(NG,),(H,0),
EVWSEEREL TSI EBHONTEY, Zr I2ED MO(NO,),(H,0), &k
BLTRSOSVEEEBRT 5. ChS/NLY BRADHEREEDESS
B XAFS [CEoTHRBET 2L EHIC. ZNOOEBEEEHLICLAET
REEFEET > THBRIT I ENBRICERINS, ChHODREHETL
722 AT Ri(NGQ,;),(H,0), & MO(NQ,),(H,0), LDEREJEZESFIREL AL
SEELTN ZEICkY, R OESEEICRIEFTHTSRIROLEL BRI
LT3 EBFRETHD EEA DN S,

3. BYIC | S

COEDICHERATO R OEFEEBRIBICL>TRHTIZLIck Y.,
RBREROBRICRITHENTRTHZLEIONS, ARBLHERE
EERSNBBHATHZ0IC. SHREROTEHSHHHEL S —DHH
EBANS R WBSEAOREBETAET>FETHS.
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5. 553 —F DIRACZFIAL LExTROBTHEE R
Z2A%E (BARTARRH - HEHSREREEY 5—)°

EXNROBEFRENETIE. HMROEENLEATH S, BB - 5HEL ¥ —TiX. 4 RSO

S FHUEI—R DIRAC ZHFIRFTTHANWC. TI/F /AR - S5/ AR A4 OARIMICEL THRK

HIEEEZEZT>TWS, SEIL. BEENPEEETS 3MHFY '7L\42‘/LD(/\’C 67Kfﬂﬁaﬁii'(
@ Dirac-Hartree-Fock tED#ERE P.OICHRET 5. |

#—7~F:mﬁﬁ<ﬁ%Mﬁﬁﬁ.mm‘77?/4F‘¢1uvA?

(LB )) | |

ToF 4K SOETETR. BBHAKE L HRDHICEFOEMEEIEEITED S HMRHR
MEELT D, #oT. EXEROSFCREMMBNLS 2L F 4 2 H—FERITRD O, HXH
Bidte A BAFFIROT 4 59 7 HERD 5 HRL TRTRESHETS 0 EMBALED, F(Ty
7 RO RBITITHR 2 70 LA B8, Dirac-Hartree—Fock(DHF ) 1% Hartree-Fock @ 4 FR73F~DE
BRI S0, BE-FEHE. Darwin SIEICIZ TAE Y BBHEEREEHICHEA 3 F &
55, BTHBMOBADNTS, BRMAOHETR (RMP2) © X D —Rey/sRERMEEIER (COSCL,
RASCI) ZAWS T EMTAIETH 5, DIRAC . TIHL K& 4 o me s FEESENTRER T
Y= x7THU, DHF THEIA M E2XRL TWAHAHELLFEIC & 0 T 5 T & bk
% [http://dirac.chem.sdu.dk/]. HFERFAVEATIA. FEHR - ARAFEMEEL D 5 -2 R
WHAROERZEDTH V. DIRACEAWEGASEDL ZOXROFTREEL TW5, WREBEE
LTiE. BB OME CHOIEN A F—T 5F /TRO 1D, 2 UI LD SRR
REREEFHEL THREToTETVS, SEIT. KMEEETL Cm(H0)}° OHEREE T
W|ET DS, ' - '
«3M#JU¢A4¢/@mm)f

BHEIL 7O 5f BT % FHEE TR S MRE DHF T, (4> LBEMOESRE LR TIRL¥—
HIGE BV . 4 KBIEIC 7 49 b L THEASERYD ., BELIINF —PETFEELRD D AF—LT
B3, HHEBIIF—L. 5f EFOXLEBEREEIER (COSCI) Kk > TRMb o/, FaUw
LD 1 KHNBEADKS FOBBITHEHFMAEIC L 2 ERIC LN 9[Kimura et al.., Radiochim.Acta
72(1996)61] T B2%. B A CRIA TARBFISEN £ CIRB B AT Y —ARERHIRR =D, 618
ETORBEFINER > TS,

! Electronic Structure Calculations On Heavy Element Systems Using The DIRAC Code

2 Yuji Mochizuki (JAERI, CCSE) / mochi@koma.jaeri.go.jp '

3 Relativistic treatments are demanded to calculate the electronic structures of heavy element systems. At CCSE-
JAERI, the hydration of actinoid and lanthanoid ions has been investigated in a systematic fashion, based on parallel
executions of a four-component relativistic molecular orbital code DIRAC. Dirac-Hartree-Fock results of up to hexa-
water complexes of trivalent curium, existing in nuclear wastes, are mainly discussed in the present talk.

4 Relativity, Molecular oribital calculation, Hydration, Actinoid, Curium

5% FXEEEED. rm%@:m%agrmx;mgmﬁaga DHFEARTH B,

62000 FU-AHFHELETRES. 2001 EE-ETFNELTRR, BOTRET,
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TRIC, F2UT L—BFERERE (L), K1 DBV DOEELIFINE= (eV). F21 A ED Mulliken
BEZKNKOBECEED S, ‘ '

BB (A) KT (V) sB pB  JH FE HE

X1 227 437 1206 30.04 30.17 21.02 +2.71
X 2(E#&) 236 395 12.08 30.11 30.23 21.06 +2.52
X 4(F@E) 241 352 1213 30.19 30.39 21.08 4221
X 4(4 EHE) 2.38 .3.62 - 1218 30.15 - 30.45 21.06 +2.16
X 6(8 EiK) 2.46 3.18 12.17 30.26 '30.49 21.08 * +2.00

ETRYNC. AR & 0B E QEMNRIITHUI T BN RA B, LT, K1Dbk
DORELIFNF—bBOTE, BaEL TR, EET A THOMERRENKBICNT L, &
25 OBFHRHITIDERMENEDT S ZENEL 5N 5, 20 Mulliken BETIZ. A2 S OE
FHA (NKERS) T 7s BRED b 6d RADEMAS <. —HT 5 BIZIT = A& ML 720 st B
BRI, Tp NBHAN BB, WTRICHE, #1U¢A4#/®*ﬁﬁ“ﬁ BN+ BT HE" IC LB
ML BLOLL TEREN S, | | | _
| OER. TUF AR REBWTIR . T 6p OGRS THL THESHBELE AL TR
HBHFSETHLEASNTETNS, SEDHETS Cm O 6p REMEAEMGELE AT BKD -
201 BB E DREED SN, THITL DT ?&umlawgéﬁar#luvAaﬁﬁur'_

' b\é@?tb‘f&if;< KEDS BETNHESIN NI o=,

K BRI D mTﬁT,mmﬁ%ﬁwiﬁ(tu:*Hb)fmméhTm%BM#JUﬁAw
AP(P,D)] — Z[S| DBBIX)L¥ —id 2.07-2.00eV T, BED 2.13-2.156V D bHFHFITL T LT
WB. 6 KRS BtD COSCI SHEEIZ 1.87eV & 1. 95ev ERD, TRNF—IERBEEETHDD
DD, FHY T MIEREHETNS, -
(3> 9 /4K - 7afx4h4x/amawm§¢m)y

5507077 bTIR. BFHMEEMROBZEE (1O 7, fU) REEHDOH6DO0 3HS
9/4#-77?/4%4?/&Kﬁ%lvt®?¢é%rwkﬁﬁbta#ﬁ&@‘DHFLMRT
RMP2%. E7Z3ABMBTIE HF & MP2 &Mt GHEMRTI P BRON K VS AL 2 Uv A .

LEENARE). T Tk, EEE Q) ROWTOIERERT, o

JE#(A) HF MP2 DHF RMP2 A (HF-DHF) A (MP2-RMP2)

La 234 228 234 229 00 . 0.01
Gd 224 218 2.22 -0.02 ,

Lu 2.16 211 - 213 208  -0.03 -0.03
Ac 245 239 245 241 0.0 0.02
 Cm 2.33 225 227 -0.06

Lr 227 221 218 213 -0.09 -0.08

7 Chem. Phys. Iz #5%%h
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HBEDBAIT I R, HMRLICEEE 0.05A BERDBZ NN D, ATRLEHEMROZEDT
CBLENO-L YU ATEETH AN, MEOAEICLS TIRERL BHESA TSI E, Tib
BN R S AR ORI B AR D D I SIFEKEN, ZHCRAE. F2UTLIKBNWTS DHF
WKL DEEMENS 0.05A Z5HEHEE R/ E OBRERD, £ WHWBES2F /AR T IF
JAREMEL T, La-Lu KU Ac-Lr DEN 5 HxERL NIV TR 0.21A & 0.28A 2B 50 5,
((5%&)) | ' . : »
XHBEETRERR MVESIGTEBEL THIR 2 IV —FORBERETHNTED TWBA,
79?/4FKﬁ?%ﬁﬁﬁ%ﬁ?ﬁﬁ%ﬁ%&%ﬁ%ﬂﬂ'%ﬂtﬁﬁﬁﬂﬁ@ﬁ&tmﬁﬁﬁﬁéi.
EREREHFDOEEL TS, BHEL T, DIRAC D% MU LZEH THY, DHF SHETIEAY Y
CFIVBRD RS R LR 50 YIRETH o HOE 90 ¥EREIC £ T LF TS, £/-. DIRAC ORI
ST E TS EPICRAD 5 EERMEEEBALDDS D, &5 LR onTbFa—
SYEREToTOHELY, BANELL TH. F2 YU AOSKMBEOHEETIORbESA

W AU TN LEOBRIT VF AR ICET 2 ERN ST Y ERBTHILEHELT

WB, TH5OERD. BERTHEMNE MHHETH 5O ERITITE L QRS0 . HEX
HEBREY—L &L TREMT SN, |
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5. BB KAFSSEICE BT & F J 4 REEOIBE S BT RERF

R &
HERFATMRR DNEEHRH

1.IEUBHIC
B-FHEORMERSETFICE. 1) SBLEREMTFORM (8FEM). 2) #EFE0R
HE#E)., 3) SHEOBEN. 4) BEOHE. 5) AHRICBTARMFELIVLF DT
TFIREE, 6) MAKMEEHRA4LBBDONHS, ChoxEETEHICIE. ¥20R3PY
VIEBNEEBLUVRERNNSA—FICNA, TH/OACy IS EBEEDEE. B
e, FENSASOME. SEOBRENBSEXEOERY, RAXTHZ. ChEEHES
PICTHFEE LT, XECREFREITE, X SRR MAEE (XAFS), XEABEFNH
(XPS) ® XERASFNES) LEBEZOND, CHONRIFOHEBEHMICERT S
DI FIEECHFENBELREDBRTENKREFNTHS, ChSIEEED X
BOREFETO-—TLETEIGMETH Y KEACPEFE, BFINEBEHENS/ULRH
HFREEZEORBOEREERPBHECHD, TOEHBRINEOBEHRALETREEDK
RBRGEDRBEF - EREELZ>TIVE, BICEZEROKSSmROBRICHEN. 7
F/ A4 REERFEDMEDORMENAEERE—-LS A Y OBREDTDON, VKW EOFIH
LTI/ OBBRITVPEOMR®. Bk - MELEEOLS ICHRERERS LE
DHBIMRSFICEHEFREUTREICERLUE, BPEICBWTIESIRILFE—IIE
BRAZBBOT+ b7 70 bY—BL2 THRICHESTOATNG, HAENICHE, XED
AR T F—RRO SSRL 7 IV XEIIMEFRD APS, /N— & L —EIIFRIETD ALS, Bk
MIERED ESRF BREDE—AS A VY BERTH S, $5IZ ESRF D Rossendorf 54 13450
—TRy O 2%EHBL, BHOT7I/F /A4 ROERBRETD ZEB8BEB[1],
. BEARS TEFROLEFEL4 fHAINWIEBRTERE (I FD(BEET. YEICEELS
W4 BRI MEZEFE O ESMSh TS, flAiEcn(Z=9 6) LIGIDITRICE L
TE<DELIREER B2 &, FLTV, VI liDBLRECB\WTHFAICZDOEEES
TEREDHFRITIOF/ A FREDERDBHELTHIToNS, L LD SEENGEES,
EFIREDREAZ, BBTHD, BERESTIF/ AL KK, OTEREEAY, 1) K
BOBAIKEEZRETHS L, 2) =103 ETORAPRLTREDIN-TTHBIE
TETHY., THICHESHEBNROZRPER TELRWRRE THESIIEBEOERM
BIFS5hd, Z79F /4 Rld. BOWICHEEN/=5 tEFORERITHY, COFE
F4 f BFICHRERBELRLBNVEHIC, BENICBESICSMTSE8M5N1T
Wd, H5—D20FHII. B7IF /A4 FTIE, AREF (FIZIL 65 ® 6p IEDETFE
) BERICHELTHSIENEREINTNS [2]. 5 f EF0BES~OSMIZ,
EfRNICEBUA 2 DOEBROPHEIC VI 07 0F /A RBFEETEZILSBTIFZI
(An0,?) A4 VICBWTHRICRHEINS, COLSIRE U (2=92) 15 An(Z=95)T
RWEEha, EFESOEBMICHEVENZERSEML, 5 FEFEETFESOMEICR
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BEt3, EEREOESTFEEIL U 56%6d'7s%, Np 5f%6d'7s%, Pu5f°6d°7s?, Am 5f76d°7s?
ThHY., BICAKICH->THRLICS FHEOIRINF—EAMIE<ES. BONVTIF/A
RTIE5 f EFIE. 6 dBEFELRENITEHBERICBMUL., TOHER U(Z=92) 05 An(Z=95)
CBEWTRENESAFIYTIF/ A EDBEBRENS, Cn (7=968) XY KRELETKETIHE, 5
FEFIE, BEPIOLOIEaMEERET. S99/ 4 BRIUTRKEFEASELL
(bR E LB EMMONTNS, #ZTC WULEDFIF/ A RIS 9 /4
EDOLBDENTHESNDZEMNSN, USZIU)ERORETHS. TILb=Ib
(Pu0, IS VICLRNBEBRBRFAETHRITEINDT Y, TOF/ A ROLZEHESE.
BREOEEESEEREL - EHEZ2ET S, CHIFEICBRALS ICHMBMRICE
BEBMBREL, GIAETs PUEIIENRPRICE > TRERTZH. BLNEAENE
EEOHEIIEMARICHERTRRELL, ZOERPESICRERFEERIZT,
FAIE, ThOICBWT, BEEFThOJdEFEL 0D p, BT S, Th s (LHEKLFEF
HOPCHLBL TS, SOLSICERRHEOLLEEABEEZE IS LPMENTY
%,
ABTIIERAEOMT, EEVNELE THERENEEMRO—BRELTTIF/
A4 ROBEASESLUCETFRECHTIMRFAEB/NTI&LICT S, BERELTIE
FICEXBABEEOMERL L THRERHESBBEDT I F /4 F—BRLSYESARE
BUHIT. EYUDITHERERMBLE XAFSEICEIMERRO—EBERBNT 5,

2. An(IV)*, An(v1)0,"—BERMUFHIELEMR

&P TEE. BEXVREOLIRRF—TREOBEL > TREHETS, ZNbHZE
—D DI S A BER N (unidentate B\ monodentate), ZDLI EH B HDEZEER
fI (multidentate) &&R, ULAUANSEEOEAICENVTN DO RF—REFIES
CEELTOWAHENSZEEEBTLHB—HTIHDTEAN, COLIEEMBDR
ECHASEFRHERIEERDIIEFZRBONHBTEBREL,. BEERSHROMREE
TOLTREEETHS,

FOF /A B4 ORBERIE—RRIC

An0,t (V ) < An¥*( 1 ) K Anoz”(VI ) < An* 1V {i)

DETEAERSE BB EBABNATVAR], oz &5, —BRICTZF/AF
(IV, VD) ICIZBERGOESE K —REMFTHABWAEERASR S NS, B THY >
B MU ZFIL (Tributhy! phosohate: TBP) ®E/ 7 I REDE#EHIE, V52, TIVE=
TAEDSBTRODERIBETH B U] BHETF—IMSLUTOL S BLBRERICHE
SERERMRISEHEShTWS[SE], ‘

UOs® + 2NO3 +2Eamide —=  UO2(NOa)2°[Eamidel2
7RV E (3. B/ 7 RERT.

— N —
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Actinide

Nitrate ion

Oxygen

TBP

AnO4(NO.)5(TBP),
Flgure 1-1 Ball-and-stick EFJLTRE L 7= AnO,2*-TBP and DBBA §&4&

F/Fig. 1-1 [T TBP BN, N-Dibuthylbutanamide &7 ¥ F I A AV EDEEGIEEE
RT, CNETICU S VEGOBERBBIIV< OMREEhTIVS [6,7,8]. Fig. 1-1
CRUESEGFI, ERXOZERNBRERTLLIC, BEETCRBARIC2DO0OYS
ZIVEER., FEBICTHTFOMEEES TBP 53 0\I7 I RILSUSEESLTWB S &b,
B, Fig. 1-2 [CEXAFS ICKk > TROSN/=FBERICHIT B 5>, —DH2EHA SEEBOoFEEE
BEE (I 7 MEIEBELTWVEW) ZRUE,

Table 1-1 7 ROWEDEWNCLIBRO R+ —H LU REHS:

Amide abbrebiation  Density HOMO®  Net Charge®™ D Dpy”
N,N-dioctylacetamide DOAA 0.15 -0.384 12 4.4
N,N-dioctyibutanamide DOBA 0.15 -0.383 3.6 1.2
N,N-dioctyloctanamide DOOA 0.16 -0.383 29 0.41
N,N-diethyloctanamide DEGA 0.14 -0.385 1.4 0.98
N,N-dibuthyloctanamide DBOA 0.16 -0.384 1.6 0.61
N,N-dihexyloctanamide DHOA 0.16 -0.383 25 0.54
N,N-dihexyi-3-ethylhexanamide DH3EHA 0.16 -0.383 1.8 2.5
N,N-dihexyl-2-sthylhexanamide DH2EHA 0.14 -0.381 0.59 0.014

a) K —EROHOMO BFEEELBERIL. MOPAC (PM3)Ick » THEShi.
UBKUPuDSHEIE. 7TIRICKD Tmoll BEEEHESSOMBICK > TRD 56l
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COBEAHEEMIE. BB TBP-U SH
01 [ HOBEN 9] LEHTHELUL
“ [1 u=o_(0-c) | EEELOTLB.KE<KHITIL
u=0_(0,N0) | 2L0AMSEB LU AL EOMSERICE -
IBBEHONE, ChEDSE 1.4AD
E—o DEBEMNSBARADOSF+Y
BETHDLIBREND, 2.0A~
J.0ADE—S XX ICHEEICEET
IPERMTZEFOFETHS, £
EXAFS DEB/HAE IS5 LTHS
FEFF8 RHE[10] 5L 3. 0ALLED E
| —ORSERAICLITETHELE
NS Z5n5[11,12], Fig. 1-2 [CIZRAEE
o 1 2 3 4 5 s KHA—T 7414y POBRELVEHEE

0.0S

IFT

=0.08 [

R/A ERDES (M) ICDOWTRE LA,
Flgure 1-2 * pom - ¢
KFA 8 U -anide S0 EUFS FRIOT—yxge U, Np TS Pu(V]) —TBP SE4k. HLU
i (REUAES 7 FEERL TOEL) U-7 X REBRDBENS A -5 %
. K % o ip — oo
pRRRRE miET oy ML ARREEREE  1hpie 1-2014, 18] IRRT. HHEOS

F+VEBROETREERE 1.75—-1.77

ATHY, BEAEHEEERS LURHEE
BERPTNETh 2.51—-2.55A, 2.90—3.00ATH o/, TBP—U~Pu §#&(CH TR
EDFEFHERHICEALTIE, 2.38—2.0ALIZEALRUEFMIER L -TEY, 74
F/ A BIBEOL S BRFEEIZRHEEATHEL, BREEFEICL->TTBP EDELYE
HYWTH S TEP & U0, ~Pul,* L DSEAET, RFBEHIMICHE D RENSHEBESTEDEM
BPRUASHhTNSH[6]. ChoDEYTFHMEhEEFESERSICLIEEIIEF
FERICIEERShED /. 72 RREVHEG TR, DAHFVERICOVLWTIEBILS
FERBERARVS, BAFLEUSVEORTFRERICEOVTEREDEVNC LS FELLD
EDEEABN DMRBENTIVS[14]. 45IC DH2EHA DFEFRIEFRMS/NE <., SELEHIE
Ly (Table 1-1) S&EMBOMB, Fig. 1-3 CEZRADTREDRFZEROZMIE > 7={LEVD
HEBERRBLU T+ v MERZRLUE (2L, HBOEDANKR_INEBERNERSGY
S VISRV DH2EHA 8D HETRELUE.) ChiUBHHEEOS D00A IS L TIE, 5=
T EY RDOREVEE TORBENETERY., AIVKRZIVEER & OIRTEEERET 2. 42
ATHolm, —FHRFHDA 750\ DBOA %0 DEOA [ 2.37A, 2.35A & DOOA &£ & &0 PRAEIC
AsEBEZE LH>TWS, £, BB A OBERDETFRIZEREIL. DO0A T 2.55A &P
SMUICkRB &Moo/, ThHDT &, REBOEMICHE> TS AY OERMR
BMABE>TETNBIELEERLTEY, BUFIHEEES A EEICUSVITHMED
FRWZ EERULTNS, RIS, ANRZIVEICEBES U7V FIVEDORRHEHOME
THBIM, VTFhHi 2. A DEFEEREE->TEY, KEZBEBWIZWEEZS. Ch
SEVTNHEBRUBFIFNETHYRERMORUHEICEERTZEOIEHMRICBAL T2
DMRBHD. ULHhUESSHEEDOEFEICE L TIE, D0AA, DOBA #(Z 2.51A TDO0A TD
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H2.55A THD, COLDICIUGEESHBOBMICETHELTWIDIREM,. BX
REBEBLAOFNETHNIBRRTHDEEZAON D, RICEBREICBITI3ESDhOM
BIIDWTHEBULUTH S, EICHBRENINSDILEMICED TS OB BELLS.
Table 1-1 ;RU7=& B Y, DH2EHA DS4FIC/NE LY, DH2EHA (BRI R ISEWIE TOES H
NOHBIEEMTHAIDT, WEETRRELOSLREHROTZIVFILVEOYRE#IZIG
BELEICLIBRMBESTFREINE, ULhLANS, BICBLEFHERSZHETL
TWBZEEEZ25E, DHEHA [ITBEEEL VS LUL LARICRBAISETERTVE
BELOTWAIESEZON, BRLELTHRVWVEERRAEZLTVWB NS,

l DOOA(nR =8)

|FT]
n

YR WY WU W A N Y S

P TN TR DR NS WY N M

Figure 1-3
X% /—Jjbs U-amide (DOOA, DBOA, DEQA,DH2EHA) $244ICEEd 2E)EHSamME
tRVEBBLUERE. ThThETF—9B8LUT7 0 v ME
VORI 7 — U TEHROBEER.
350k, [ ERAUBREOREHTESEBERILUTOLSICERT. : (R,)NCO)R,.



Table {-2

EXAFS ICk o TkRSHSN=T 4/ —Jvvh U-amide[14] and U-, Np—-, and Pu-TBP[15] $&{k

ST BEBENNFTA—F

R:EE-FMIZERE; N: ECAIEL o and o
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TNRAT—S—-BFD_RELU—F

U-Ousias U-Ougend U-Onoa U-Nnos
R=1.77A, N=2 R=2.41A, N=2 R=2.51A, N=4 R=2.90A, N=2
DOAA
o°=0,002 A? ?=0.006A% o?=0.007A2 o?=0.009A2
R=1.77A, N=2 R=2.41A, N=2 R=2.51A, N=4 R=2.90A, N=2
DOBA
: 0°=0.002 A? *=0.004A% *=0.005A% o°=0.009A%
R=1.75A, N=2 R=2.42A, N=2 R=2.55A, N=4 R=3.00A, N=2
DOOA
0°=0.002 A? &*=0.002A% 0?=0.008A2 0°=0.006A2
R=1.76A, N=2 R=2.35A, N=2 R=2.51A, N=4 R=2.92A, N=2
. DEOA
o*=0.003 A? #=0.003A% *=0.007A% o*=0.008A2
R=1.76A, N=2 R=2.37A, N=2 =2.51A, N=4 =2.92A, N=2
DBOA
#=0.003 A? ?=0.003A% o?=0.007A2 ?=0.009A2
R=1.76A, N=2 R=2.39A, N=2 R=2.52A, N=4 R=2.92A, N=2
DHOA : :
?=0.0015 A? 0%=0.003A% 0?=0.007A% o?=0.000A2
R=1.76A, N=2 R=2.39A, N=2 R=2.51A, N=4 R=2.90A, N=2
DH3EHA
o°=0.0015 A? *=0.003A% 0°=0.007A% o?=0.009A%
R=1.75A, N=2 R=2.31A, N=2 R=2.514, N=4 R=2.90A,N=2
DH2EHA :
o*=0.0015A2 0?=0.003A% - o?=0.007A% 0°=0.009A2
R=1.77A, N=2 R=2.39A, N=2 R=2.52A, N=4 R=2.90A, N=2
TBP(-U)
©?=0.0015 A? 0°=0.003A2 o*=0.008A% ?=0.009A2
R=1.75A, N=2 R=2.38A, N=2 R=2.51A, N=2 R=2.90A, N=2
TBP(-Np)*
0=0.04 A 0=0.06 A 0=0.07 A 0=0.06 A
R=1.75A, N=2 R=2.40A, N=2 R=2.50A, N=2 R=2.91A, N=2
TBP(-Pu)*
0=0.04 A 0=0.06 A 0=0.07 A 0=0.06 A
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Fig. 1-4 [T U-amide {LE¥ID U L, BIDUFHD XANES AR FILERUE, L, B K
D454V 20,200 MEEDERICEZHDTHD. T52ILD XANES (TR 7T
DL, FESPENDEBBRICMATI y Sho# 15V (T, BO\VYSIABEEDSEHI
HERTHHBE—-IDBRANDS, KROA S0
2T FREREFEMIC, 950 0 BICELER
MAR—IE S EFOI/—OVBEEBOEER
LTHEY. DFEYS5 FEFICKIEBNEDOEE
DEZEZRLTNBEWAB[IT], E£7=5f BaElL,
HOIC 6 BEBEEDRBRBEI >TWB T &
EM T P HEEDERE R T B AL
HB. FHRDIEESWRICE U TIE. DH2EHA [T
BNWTPPEIRNF-RICT LTINS HE
BMERTLUMIFLEAEBODBED SNITINS
EMS, TI RS OEESL. FEEICEN

lVrrIlllI[IIllllllf

DOAA

i

LEHBDTHDEWNLZSD, —FH DHEHA DS T b DHOA
(&, ROEBYICLENEY U5V ISEWIETH DH3EHA
BLTWB D, HEaETHESHBEDOE B ]
FZRICBERTZ/=HICT7 FLTWSTIEEY DH2EHA.-

Normalized Absorbance

HEZSh, ERMICEVEERBELTVS S
EHBRETES, ChEDSEATHBE, UNI)
DHEHOE MERZERT DI, EFEER Y
BT BE. BEolchILRT BRI 2. 4A. B
2 ICRBEBOBENSH 2. 5A TH BB T, “hi
UETETH, T ETOHREATHBERIC
53 EDBNRD, RICHRREL S [CHTREI.
ISR, S8 LTORIEMEE. T bO
P—HRAEE L > ThESTBEZZ SN EE/eV

2705, SEMCRREEICEBL T(d. DH2EHA SR EEE/S Flgure 14
BlE LT ARICDEOA R DBOA ICRONB LS ICBT  pupannrs )b t-amide 20 1L,
VCHBRWEEFRZTIRNTUERVABELET |5
THDTEHENIENBNWZS, COEIEHIL, ={FE
DFIOF/ A RBLVS 29 /4 RICHT 3 ERMEEY ML PRBEMFTHED DS
N35[8. COBRICA-ELE, PERELBYSVONREHEXRTIEELRT 72
I—EUTEBHEERF—EZ2FTHILICMAT, T MOP—-MBLRENEETHS
EEZEXOND. DRVUBBAREPCTUENRECREEZRDHIICE. HlAIFRULTER
REGEMREIYRTNIE OFVREERSETERNE) 1. FEEAOLEE
WORATEHRTHEDSELENZD, CNODIEEERLT, X574 VRBIRICEBEDD
DIRFBPLLBHRELRTIVFLT I FROSFHRIICEL TR, FEEORMEEDE
FREIERSBLE 2.4A, HEBORAMN 2.5ATRICABZ LS. RF—EofiEs LI
BENGKREZEFLBILDEETHB LI 5ND, ChHOERHEROBEKE
35 _

/

Ill!lll]lJJIlllllIlIllllllllllll

20 0 20 40
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TBP RSELEDENT I FR, H5NIKNYEEBRL4BRUFEOBM THR TS L
Do RICRENMDBHREEFRHERTHDIENZD. —A IV b9 AOSEEHIL,
ZRAUOMHDOEARITIE, U EHCHD, ThiE, VSO THREBFRICEETS
DO ZIVEERDRET, BRAUFOERMY A FSLEESMEREN TS, BUFROE
EBLEBNETNEEZEZIONS, ThICRHLULTIN =IO ARHSWIHENSRANTEE
T, EOIR4MDA AV ERABTHPRENI &S, BUFHOBENLYKELES
ZHTEBEWDEFEEIND, FETIRESYTIE. VAOBEREDOREHSENVDOD
DinE. BRRVBIECEBEEEERATIEN-CHEESD 2EESEMNEMN. BHiGES%Z
WRHBEMBHB, NS HNR ARS PLEETRBICBETE3[18]. Ch5DB
RIZ.EBLOHEEEADBETESICHERED R~ ETEEIERTHRB ZEMD,
7IF-&BHEEEROMRICEVWTEESRETHI - L&2MITMATEL,

TOF/ ARV & TBP DBEOBERIT7IFoINAFVICHEDOSHFVBEERNIIL
CEBMBENTINS, ThHlE, EXAFS BLU XANES ICBWTHRBEA TS, 74 F
ARV ORMEIL T 0 T4 DDHEEEEL 2 DD TBP MEMIL /= Fig. 1-5 DL S xigt%
EBEMEXAFS MEDHREIVBASHITENTWS[15], Np, Pu (1V) -TBP s#{kDiEiE
NSA—%% Table 1-3 [CEEL7=. ThHEU. Np-0(TBP) BLT

Table 1-3 EXAFS IC& D Hp(IV) and Pu(iV)-TBP BEREEDEE
RS A—% [39]
R: REMEEER,; N: B of TNA9—-5—BF

Interaction Np(IV) Pu(IV)
R=2.35 A, N=2 =238 A, N=2
An-O(TBP)
0-0.07 0=0.07
R=2.50 A, N=8 R=2.48 A, N=8
An-OfNitrate ion)
o=0.08 a=).08
R=2.96 A, N=4 R=2.95 A, N=4
An---N(Nitrate jon)
0=0.07 0=0.07

Figure 1-5 Ball-and-stick EFNVICES
AnCIV)®- TBP §4#kiifisi: An(NO,),(TBP),.

Pu-0(TBP) DEFRIIERE X FNFN. 2.35. 2.3BATHBEMbhote, X7V B &
U7V SZIL-TBP SEEDORFRIERMNETNFN 2.38, LA TH S LEERBT R L.
An(IV{Z, An(V1) EEBEMPOEIMAEERAEZLTWB Z EDbM3,

3. An(V)0, BEERSHEER
5 fDY SR TI bZD AR—BRICFRETH S, HahERr L ICE L TIELER
BOBEOBRESBLE D, SNETICHERGERICIEL, FEKEERTOR
BSEAICET AWMERSH D, CNSE. BEROBROSGEOBE LOFLAHS NS
EMS, FlEULTEITFTHEL., s5EDAAVICHTBREIE. SETICEIC NpWICBEL
THONTVB[13], BRETO EXAFS & YBSNAEEDDRO & 3k SEEOBEH
o
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RESNL NS OEBEEFie 1-6 [TRT, | O=RESEETIE NGO, ZH0IS An(VI) 0,
&L FIHRIC hexagonal bi-pyramidal /R¥8iE% &> T3, BARORT Y=L (V) —BEEMH
BERES 1.86ATH Y, CHIFKMBEICEVTRHEINZIEREERLFFRCHDOTH
Z[18]. Np(V) — BT FIEESR E DEFRIERE No (V) EDBDEEET S & Np (V) TH 0.1
ARSZ>TWS, ChiE NS IVEE VI AOPRENEFREEES>TNBRZEDD
HBEENTHDTHBENASD, SREESEE (Fig1-6 O#HE 1) 4, FETICKREAA
B_ET3IFFERML., TORMEEEN 2.B3ADMEBICHA LS 6 BAHEEEES, B
B/ DRFRIL 2.98A, FEERAMOBREN 4. BAICMHBET 2, TRESEEEE DT
(. RRE1FORDYICK2HFEBABZZEICLY 6 BMIEEEHISET 2, FETOR
REXTVZUALOFHFEFREEERT 2. 488 EE< Ao TNBD, IKOBEENREDE
REUEVEREZE L HDICTYEREE LTES B EbDEEZ HNDE, —REESE AL,
TEEICIREE 1 T FEKR3DFOEE 1 OLSSRAEEEES, £/~ Table 1-4 |-
RUZEKDIC Np (VD) DEERIZ, FEEDORT V=9 A~ BEEETRIEERED 2.44 A TH
YUNp (M ICHERTEERAYORAEROEMICL > THIVEEEREZLTWS Z 8b M
B

Oxygen

COs>

Np

B | (FREE O Ak N=6) #iE 11 (BT OB RIS N=6) WE 1 REEORLMEEN=5)
Figure 1-6 Ball-and-stick EFNICKDRTYZOA (V) BRESEE

Table 1-4 Np ERBESH{RD EXAFS il 5 A — & [18]

Np¥02(COa)a™ NpY02(C03).* NpY02(CO3) Np“'02(C0O3)s*
Np{V)=0Oax 1.86 A 1.85A 1.84 A 1.77A
Np(V)-Oeq, coastizo 253A 2.48A 2.49A 2.44 A
Np(V)---Ceq, cos 298 A 293A 294 A 287 A

4. An, Ln(l1])

EMTOF/ A ROPEERBEOWMRIL, 2DDBENED > THENBZIATNS, =
—DBENIE, AV, VD ZRBELAEROBURIVEENSES@E{TIF /A RES VS / AR
EZ—EICH BT IRMFOMR. EZOBNE=HS 9 /A ROSZ/THIF /A4 RE
SRETIRMTFOMATHS. E—DBEMICBALTIE. Carbamoy! phosphineoxide (CMPO)
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% Diphosphine dioxide (DPDO). Diamide (DA) X EMBE R TH B[20,21,22]. —hdD{E
Y. EENSREERETOSEBESEI &, HREFSENSVEEN DHD
BHZbD, REBICEECHODELTO7IRMEeHO—ETHY., 3DORNUERE
BT B{EY. Diglycolamide (DGA) R EMH B [23], ChEDEEHEEELITD Fig. 1-7
2R,

NOy

Figure 1-7
Ball-and-stick EFIVICLS % : An(NO,),(DPDO), B LT % : [Er (DGA),(H,0) J SEAE D&

=SS/ A RBLUVTIOTF/ A4 FOREECIE, BERMOBRMFCERTITHY.
BEMN2 DULEHSZERMILEVBEY THS. ChETICTERMEESMOWMR T,
S8 /A4 REEOBEBVSDOMREZNA TS0, LMLENS Cn, An [CEATSH
flLIZFEAEEN., RICBEZOBMICBLTR., FELCBWTRREESICZEH S/
ARETIF /) A REXZDRENENIFESCFELUL TEY —RICEEIBESKEEHL,
—RICEM7OF /A RIZ. BERF—FRTIE, BEAEBLF U EROELNI—Sn &
ZFEAERUSEEZERERT[24]. THARECIOSBRICHE LA, REBICERT
RETESPEHRBR TN, BEE, BHE. ERLEEZRT—-EREFICHBOVIMRF—
REMTH. BHTHRICEMTHD LW Ehr=[24,25,26], —i&ICY 7 baRF
5 —&. VI rET TS - LHARENTEEFRICE

. UESTH I EBMONTWNS, ¥T70F/ A RIS, 5

VI REKUEBNWTETHYMENBUIRN LY Rk
MBI EBEFFHELENLSTFRENTEY., KUY
7 balgEEERT., GIAIEES FEFIT4TETFERAY,
FRERTZDPESICHSTIESMONTNS
[16]. Chonl L&ERETHE, VT FRFI—RODEN
FETOF/ 4 REDHDEREEICIE. XBESHZRE
HEEABNEL., ChNSHMBEICHUIDNTNS LEE
TE3, CNOREOSENTEELENFELT, RV

Flgure 1-8

Ball-and-stick EFINICELD AZF/=IVBIDR MUT P2 (TPTD) BLT Cyanexitl
o812 DR BREMERESN TS, EXEAYYAIFY =L An

DiE1E% Figure 1-8 I[T5RT,
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BIZ:6-methyl-2-(2pyridy!) benzimidazo!le (XM pH $HI8 T Am & Eu DS BERER(D, /D)
ELTIESZEZFIIERF T —RILEMTHZ[27], EXAFS [CE > TESNAEEENRS
A—% 7% Table 1-5[28] [ToRU /=, BRQIB, Nd, AmSEAEBHICBRELTH 4 ERICHE

Table 1-5
Am BKRTUNd-Benzimidazole ([M*]1:[BIZ]=1:20) $#EICEITAEB/NS A—%
e UBEEERBOE—- IV ERE T~ Y TR U EXAFS 158 T 57 4 w MR,

lon Fit model atom N R/A A AE Se? 1%
Am-OH, 0 6.0 2.48% 0.009 74
Am 0.9 10
Am-N(BIZ) \ 4.0 2.63 0.004 12
Nd-OH; o 5.3 2.51% 0.009 4.6
Nd - 0.8 7
Nd-N(BIZ) N 3.8 2.65 0.006 14

N: Befi¥y; R: EFRERE; o F/RAU—5—BF; -EIRLE~Tb; 0 HERE;

74974 ‘/0’071"J7"‘4={2|y,,,m-y.,..,(|)l/2|y.,,(.)I} x 100 (%) *EDy (Iiﬁffﬁiﬁé:tﬁﬂ%ﬁ .

#% a) & b) BEROXMHSFIALZERE a)Allen et al., 2000; b) Yaita et al., 1939 and Yamaguchi et al,
1998.

HTD, WAICBIZIE2BRAFELT. H29FDBMALTNS, CHODERIE. &
MERDOETNG & An DRI TIREMSE Do AENZ B, Kotarik(1998) [27112 Am & Eu DS
T, BIZ D@, T72H5 An(B12),(N0,),. Eu(BIZ),(N03), (A LWWTFhdRO—TFHHF
DOHE) OLSEBESHEICEASLTWSEBELTNBM, AU HAICHL 3
SFHEETILIABGBERERINEI oA, PII-LNBEPTEELIC
[Am(B1Z),(H,0)1CI,. [Nd(BIZ),(H,0) JCI, DK DIM{EHERTHEEL TVAS I EMBESMER
D7z, £io. EFHERIE. R=2.63A, R =2.65ATHY. WFRBADEELDEL
EULT, NdTHO0.14A, An TO I5AAMICRALTINS, Sh&VUBIZDBEERKLY
BOMBEFRICE > THEALTVAZ E&RLTNS, FETOETFEIERE N BLY
Am EHICHRICEL LAREERTEALTVNAZEERLTVS, dBET M AAY
FEFIFRIGEV L, RURTFHERCEINSEULTOSILEERBL, TAYY
DALERDESHESICNTIRERSOFTERESICAEINENDZEDBbMS, ULh
LEtSS, FOF/ARIE. 509 /4 RICERSEOZEBBESYBAKEZN L5282
B&, SHRIDBEENNENWESNEHEESHESOBECDOVWTREENE ZLNEE
ThdEEZLND,

&R
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1. PHFIARREIS—LUOER

Synthesis of Actinide Metallofullerenes

Bl mE
REBURPREREZHER

It is well known that light actinide elements, like Th, Pa, U, ..., behave as transition
metal elements in chemical properties in contrast to the same f-block elements of the
lanthanide and the heavier actinides. For example, it is well known that in solutions, Th
behaves as the group IV element of Hf, Pa as the group V elements of Ta. It is interested to
investigate how the light actinides respond to the special reducing environment of the
fullerene cages. We successfully produced and isolated actinides containing
metallofullerenes and studied their Chromatographic behaviors by use of the radiotracer
technique. Uranium and thorium fullerenes could be synthesized in macroscopic quantity
and some of the species were assigned to be U@Csy, U@Cso, and Th@Css by TOF/MS.
Their HPLC elution behaviors, UV/vis/NIR absorption, and XANES specira were
observed and discussed. -

Keywords: Actinide, Metallofullerene, U@Cs,, U>@Csgo, Th@Css, HPLC, UV/vis/NIR,
XAFS, and XANES.

1. i

SRNETI—L 75— L VRERACSEETENAL TW A LANO—ETSH 5,
(H1) $ERFEABAALTNETI—L > OREEBIILT o REL VBRI TNDE
B, 7I— L RBOEMIIEEICRTNEBEE LA, COkD, NEAThTHWELEEFD
RETBRORLTFRETRONDBOEIKRESELBETFHIND, BE, 52 )1 Rk
DVEDTHS Tm FAK T T 3 MOMLRBHRE THEM. 75— >HB TR 2 HTH
BTEDNAMOENTNS, [1, 2] BifE, €BT 7—L > OERBREEN TN LBETRIIENE
B2HD Ca, Sr. Ba. B3HEDSe. Y. 2% /1 BxHE, BAKOHIZEWTTHD., PHF)
1 RIERD, ZOMOSBLECET BHEREEREINTOAN, . TIF )1 RERIES
> )4 RAREFERICEAHEL TR 70y 7 ERELTHEINTNSA, Th~Pu £ TORE
7 U FZ RAERTIREDLENEENT > 7 )1 RERED DL BB ETHETH S HE. Ta.
W ELHLLTWB &< NTNS, ZOLSI—AEbo H{LEMtEEEZ DT 7 F
/A RTEDFER IR T T— L IR E WS S TR R ERND T L%, JRLEHIS,
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iz, 75— ORZENSAENS BFEBICHAKENI L THD, £Z T, TNSBETIF/
1 RERECF Am ONET7 T—L 2%, BHEN L —0—Z2AWTHERL. K& FTERERT 7 F
/1 RRE T T—V NRTCENZEE, ROZTOERBEFAN. £, RAENEZTIF /A4
RETRICBEL T, KDFEMREREESZD Th. U 0BT 75— &2 KEERL UVivis/NIR
W 2 RY FVRIE. XANES liEREetai.

2. EERIRME

SRV ERDAABTIVF /A RRL—P—DLY ) —)VE#%E LalNOs)s ZF v UT
ELUTHAERRICHNE B, ERLEE. ChEREABEE L He BRATTOY -V KE
KEDERLZ, The U 75— L 2OREBERIEL. INSOEEHRBRIETS / —)VIEKRZE RRIC
ZAERRICENSE, 7T RBRIOBIR o7z, COAADE CS: ZANWTRRBRY I—L >
BRoEHEL. N2 75—V aBAN I A THS Buckyprep. 5PBB I MV Z2REHBKE
LT HPLC ERZT\WIEN T AICB T HBBEEGZHN . £, JOBRBESHZTICLUT Th,
U75—V>OBEET I, ZOEEZTH7EET7 77—V VId TOFMS IZX 50 FORE.
RIVI I T TO UVivis/NIR B AR 7 MVEIE. BHRETO XANES JiEIC & D Z 09k
ZFHNRTz,

3. REUVEZ

FOF )4 RRET 5 — L > ORI BT A LA DML D b 5., 5>
)14 RRATIS—L 2 DFNITHNR 1.0 ~ 38 FRETH k. COREBTIS— VD%
Buckyprep. 5PBB fih 7 A1 HPLC BB L7z#R &N 2 [TR9, AT Th, Pa. U. Np.
Am 75— L D OEBEHICMAT, HEOkED Ce 77— > OBEER &=L THD, MHT
LEBICBNTU. Np. Am 75— L > OBEEEEEI Ce 77— L OBBEEEH L HEEITHLUL T
NBZENIMB, [8] 2D Ce 75—V OEBRHE—TIIINETOHFENS Ce@Ca2 TH D
ZENRH Mo TING, LN T. U, Np. Am OEEHRDIE Ce Rk, M@Ca: 517 (M id
SRBERT) OB 75—V THHAEENE N, £, ZTZTHWE 5PBB 15 LKKBITS
SBT7IT— 1 DORERMILT S— L U2 ERTARERFOHEM. HLIEAAEINTNS SR
BEFOMBAEMT BIFEREL 2D, TOZELD Th, Pa 77— L OEERMIIZ U R ER
HAREDKERRBT—P2FET2HDN, NEAINTWBILBEFOMBMNIEFIIRENIEN
FHEIND, FITAREBERET>7= Th. U 75— > OBHRSEZETN TN TEREAN
7 MVRIERF Dz, TOME., TOEBRHBEMNI U 75— icDo0Tit UeCs THY. Th
TS5 — L DN TI Th@Ces TH B Z ENbhofz, Eiz, UIKDWTH Us@Cso DL B HER
AN/, /-, HPLC BEEABOELIMEN S, Pa i Pa@Css. Np. Am {d Np@Cs2n Am@Cs2 4%
FERPTHBEEZENS,

K 3 12 20 U@Cse BT Th@Cas 77— L > ® MV LI TD UVivis/NIR BIXZ X7 B
E2RY, ¥ HEBOED U ERUL BETHEERR -T2 /1 RO Nd ZRHALK
M@Csz DRI A XY ML ERT, Nd@Cse TIX 626, 1004, 1404 nm IZREE BRI ERE -



- JAERI-Conf 2003-007

T3, —7, U@Cs: DITILA XY ML Nd@Csz IZHNR, EABLXINE—RIz> T FLTWS
#3619, 977, 1352 nm KHEKRINERES, FEBICEM LRSS — > %5F, UViis/NIR X
NI MVEECRBTS— L ONE, Thbb 75— Lo r—Y E0ETREZ RT3, L
BoT. ZORMANRY BV OBELENL U@Csz D Csz 77— 2% Nd@Csz DEFIRE EIEEITHER
LZbDTHBIELEM<FRL TS, Nd@Cs: TIE. WAIN TS Nd BTN Ca 7 T—
LU= EIZ3DDETFMABEL T Caid-3 M. Nd ETI3+3 Ml TH B Z N 5N TNS, [4,
5] L7zito T, U@Cse:® U FF % Nd & @#+3 MliDBILRETH S Z LRI NS, Kic.
NES NS RETOBCIREEE & DFEMIZH 50 . XANES #i #1575 7=. K 4a i3 U@Css.
U2@Cs0 XUBHRE L2 U LEHO XANES AR5 R &RL TS, XANES ZX%Y ML TIEX
MOBNURDOMWNS L T b S RET OB TIRBICE T 2HMEEDC ENTES, KHD UaCs
KU Uz@Cso DFRIT 4 1D ULEBHTH 5 U0~ 3D U (LEMTH B UClDH DI
FRITEV. CORRITED UVNISINIR ARY MIVE O EESSNAET7 5L 2 icHEIhiTh
5 URTORMERED+B M THDHENIHREREFHFTL LD TH 5, Th@Cs: D XANES X
N7 MV OB (K 4b) ZBHE & Lz ThNO9: Do D& D EHHEL X ILF—ElIcs 7 LT
BZEWODD. ZORRIT Coa r —VINAE NIz Th OBALRIENEEE - L Th(NOs)4 IZH
NMENWZ EZREL TS, §iabs, 20 Th OME+3 MICF L SRS NS, BE kS
FTTRERHFET S UL ThteMid 4 MOBRICREBOBOE TLAREINTBELT. 2hiD
HBEVRIEREBEOLEMIRG ) CHEERIEEELRVL, VI~ L L RNEINE U R Th BT
NZDEIRBEVEBILIRE CLECHEETRORSIE. 48T VT /( RERCET 202582
LT U@Cs2® Th@Ces 13 HICEEIWE ~ /2 B[ 2B TN S,

REIC, AFRIIB AR FHRER ORHBIFEHEHIE O © & ICiTb N s B RER L R L 25
B RIERFERERENART . BERETF MR CRERTRL ¥ —RTVF ) 1 REERACEH
RN —TROYEREH RS BMLEE V) — T O#EREE L TB I b, Z8iC
& 725 TIL. UVNis/NIR TR A XY IV ORIE TIIMEEENIE T 7 F /) 1 RICZEBIZE 7 ) — 7 DB
EWEREE, 8 FAMBERBIED LIAA S E—LAOEE L BN ERORDICAES
BULZEEREL., TIRBEEERET,

. Kirbach, U.; and Dunsch, L. Angew. Chem. Int. Ed. Engl., 1996, 35, 2580.

. Pichler, T.; Golden, M.S.; Knupfer, M.; Fink, J.; Kirbach, U.; Kuran, P. and Dunsch, L. Phys.

Rev: Lett., 1997, 79, 3026.

Sueki, K.; Akiyama, K.; Yamauchi, T.; Sato, W.; Kikuchi, K.; Suzuki, S.; Katada, M.; Achiba,

Y.; Nakahara, H.; Akasaka, T. and Tomura, K. Fullerene Science and Technology, 1997, 5,

1435,

4. Ding, 4.Q.; Lin, N.; Weng, L.T.; Cue, N. and Yang, S. H.; Chem. Phys. Lett., 1996, 261, 92.
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K1 €B75— V> oEiE: RERTFEMNSEBRINE 75— BN EBRT(H)
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Absorbance / arb. unit
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Energy / keV

Absorbance / arb. unit

Th(NO,),2H.0
} 2 ] L | 5 1 1 i 3 | L
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Energy / keV

4. TIF/A RRET -V 2RBT 7F )1 RMEAHD XANES 2R kb @ a)U
77—V Y RUOBRLEYIDARYT V. b)Th 7 5— L > RUBBILEWD A RY Wb,
BRI DRENIANRY DIV D 2 RS 2R URIRDILE EAT0 & Bo 279,
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8. BETLRGHOBIX

SRR
BT KR BRI R

- The synthesis of heaviest elements

Keisuke Sueki -

* Graduate School of Science, Tokyo Metropo.lifan University

The search for new elements is part of the broader field of investigations of nuclei at the limits of stability.
- This paper simply describes the discovery of heaviest elements at now in the world. And it is stated the new
* trail at RIKEN in JAPAN. - ‘

Keywords: H eaviest elements, Atomic number=112-118

ol

 ETEORRCHLT— W$0%9$LHﬁmmmfmaﬁwf&ﬁXL&éwa%iﬁ
* Berkley[1]& Dubna[?2, 3]#%#&}:‘/\1%&&2\117;0 Darmstadt 7* & 107 FILFE(Bh). 109 FETLEMY)
Z LT 108 HFILEMs)& UNILAC & SHIP DA EHRIZL o TRERICHRE S NIzD7 1981-
1984 £ 2T TTH o 7o[46]e 2L Berkley T 106 BEESTIFEE SN TH S 5 ELEHN

| #&oTWize % LT, Darmstadt Tt SHIP DT RICEY M A(SHIP4), KD 110, 111, 112 ErxHE

DBE[B-10]% 1995-1996 4EITFTH FTICT 10 FDERARXEL, ZLT, EHKEVTHEED

YROBLHEVHRS L EBo TOWARED U FLEL 114, LI6EFTE = FNENDRERD
5235 Td o7, Hachioji DEBHETIZAR ) LB AL TSR LT HERN=2—X
| T# o720 Dubna XA T2 %Ca VTV AEDP L HARATRERTE L VRIEHRTH o727,
Bmmy@%ﬁﬂ&—fvF#6%%ﬁ?f?%ﬁ@ﬁ%f+ﬁﬂﬁi%%ﬁf%otﬁ@iﬂ
%@?ﬁfg‘iﬂ'ﬂi WEREZ W i) DTHole Exilo/-HIT Wako ~NA—NVEITo-FEEHER
Twh,

LAl ﬁ&&mnkbwféﬁtﬁaﬁchﬁ&#&éhé%%bb EZETERLED
%E@LAﬁ@#%LEL%KTW<%§#%6Ouhif@ﬁnkowfﬂ\ﬁofw6i%
& S. Hofmann & G. Miinzenberg 2S838[1111C8E L < REOBEAYEOTRRTVAEDTEEIC
LT LV ZOUVE— F TRERNOHELFME SHROBRANOFLLBEND,

EREYRRT200%E ~ :

B, EREORELERLTUHELED TV AR ELbOL LTRZOMOERIA
REATEREI LBNL(Berkley), JINR(Dubna), GSI(Darmstad) D EFEFTHS ). €L T,
RIKEN(Wako) % & =B A & Y IIEBIER DS { ke REERE LTE LB ). BHETHLIT
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VAERERERDONER IR L C2BENRK S LB TH D, —2ld SHP IZfEEXN S
UL E ARG T RETHT S Wine filter & LTOBELHEOEBCTHL, ZDOH|Z FLNR O
VASSILISSA b A%, JHUIH L, &) —BHOEEL LTI He ¥ R % FHE L - KBS BB A
& %o LBNL TIZFIHD SASSY, SASSY2 ##XT 88inch #4170 b O 284 L7 BGS TH ) |
FINR D U-400 %4 70 bO X Z#EE L/ GFRS TH Y, bHETH RIKEN D) > ¥H 4.7 0 h
CBYICHELIZGARIS Thb, MEBILZNENEYEHON, 4BMEI, mMER, 5y—4v |,
Kk TBERE ., RHEBRDHAEDLETELDSINDEVEZHAICE L, HI0HEDERTI AN
Y FBNEH 1 pb DERKERAE TS LI AT CRENTELRETS S, CNOLDEBDLE .
ERREZRIZLIZDIE GSIIZBITS SHIP Th B, £ LT, BEICIE SHIP 2 BR L7 ik %
DIFRAEDHRDOLUNLVEFE LT/ o THBETIE VL 107- 109 BEE4FE LTV CE
FETid, SHIP i38(1 pb DEBMER YU N IROONATRTH o7 Bbh b s, EELHE
DY R EREBFDYRIZL o THED 1 pb ICFZE L 770 ZOBESED 110-12 BXEDRET
H5b, : .

BXEZ RO AR LR

ERNE LD RBEDEIA S —4y OB FOREOHEL AV AHIEES 5,
COHRT, 2OOBFISRIPFTHOITVE, —Dit 106 FLENFER T THW 517 Hot fusion
LEBBREBRDPOTREFEVK OV B LABROREBER OB HETH o7, FDk, TOF
EILJINR D ¥Ca ¥ — 2 5V EBRCTEERAVORAEIL 25, b ) —DH GSI TH.LMIZE
¥ 517z cold fusion 123D AN S BMT £ 12 LK 5474 CREBAED FETH
bo CORICDHIZY —5 v M ph, VB ZHVEI L iICL o T — 0O VBRI RIS
RIS o7& SICHREZITHEIANVF -2 2VE ST IETH L, COFER
107112 FTCE I TORRICKESFS L7z, #LTC. LBNL D IS BHLTEDL ZORIGRFFIAL
FbDTHhotz 4 TOERESRCHAVONAREREE 1SR T .
R1ICChoDRSCRTER L L REFDHIHBEL FOBEEHIIOVTHERETR L, =
DEEH O ZILR I DL GSIFRER L TELBEIFOELR L TEAOKESSE
LEFTWT, FREFEF LT — 5 kBN B —DDNFE 5TV, T[112]TH 3
o EELAFROBETSH S 5g 55 HEHMOMETH b0 SN LT JINR TO—ED 112,
114, 116 X NTREXTHEZSRE LTLIVEAMOFERICIZ L TH R ENEEZZE) b hn
KRETH D, PPUM*Ca,3n)[112] % HEICT R TOFMEEFEELFATVRS L ICE L 55
REABARITRMEIMCTH B 213 OFE CIEFEND 5N TRV, £/, LBNL O 118 i
DVTH 3 DODBEHFBB SN TV B 4598 D HEDFH S % & o T 5, REIEEREIHS
RWIOTHBHEERZOND, TOLH) ICEADERICENEN T WERILERX S HE,
VIRDEELLZL TR 2VOTHB, ZOM. GSL GANIL, RIKEN T 118 DBHA T b /=4t L
@7»~7$ﬁ9?47&%%%%6$@&%&#ottﬁiﬁwfwéo%@&%TdnS%
EROFERITER-E W BRIV,
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ETESRICAV OB RIEE

Target Projectile channel nuclide half-life

209B i

209Bi

249B k
249B k
207Pb
208Pb
23 8U

209B i
209B i

208Pb

- 27py

208py,
2apy
209Bi
08py,
ZOSPb
2385
Lo:
Apy
Mipy
2apy
80
208py,
208P b

54Cr
S4Cr

ZZNe
22Ne
58Fe
SBFe
g

58Fe
59CO
62Ni
N
84N
s

“Ni
6SZn
70Zn
48(:a
Zn
BCa
48C a

48Ca

48Ca .

Kr
86Kr

2n

n

3n

3n
3n
4n
4n

26'Bh 1 1-8+5-3-2.8

262Bh 4'7+23-1.6 7

%mBh  8.0*2.1
%2Bh  102%26

%668h |

XL 17
W 76764,
wHs  1.822,,
wHs 19,
WMt 17

2671110] 280 .

ms

. ms

ms

us

29[110] 0.17*%18 46, 1.1*%% 15 ms

0110 100*1% 4,
271 [1 10] 56+270—26

273 [ 1 10] 0'3+l.30.2
720111) 1.54-10_05
25[112)

M[112] 240%%,,

LB[112] 3.0°8

278[1 13]

%114] 5.5,
#9114] 30.4
288[1 14] 1 _9+3.3_0.8

292[116] 33+155.15 o

291[1 18]
293[118] 120+180-60

s
ms

cross section

3 6+22_ 1«

163*34

32",

19“8-11
2.5
101-19-6

3'3+6.2.2.7
13*5

15

04

3‘ 5-1»4.6_2.3
<1.2

1 .04-1.8-0.4
5%,
<0.6

2.'5+3.3-L6

<3
2.2 0
<1

<1

<1.2

pb

pb

pb
pb
pb
pb

pb
pb
pb
pb
pb

pb.

pb

pb

b

pb

Lab.

GSI  1989[13]
GSI - 1981{4]
GSI  1989[13]
GSI  1989[13]
PSI 1999
LBNL 1999
GSI  1986[12]
GSI  1984[6]
FLNR 1995[15]
GSI  1982[5]
LBNL 1995[14]
GSI  1995[8]
GSI  2001[20]
GSI  1998[17]
FLNR  1996[16]
GSI  1995[9]
GSI  1997(11]
GSI . 1996[10]
FLNR 1999[2]
GSI  1998[11]
FLNR 1999(2]
FLNR 1999(18]
FLNR  2000(19}
FLNR 2000[3]
RIKEN 2000
LBNL 1999[1)
GSI  1999[11)
'GANIL 2000
RIKEN 2000
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. EFFCOE 21] |

. RIKEN(Wako)CH, RIE—47 77 } ) —EtHOF TERESROBENH 2 2 BB L DL T
Wh, T A0 bRy NOTRMERTHoTZEA F Y IREMEHFO 7 V—FT v
TEEFNIZEED) GARIS DBHETH 5, 4F T, EA A VMEFIIE) H LB TEREAE

CAIANE—ERII Dol EZHD, RIE—LT7 77 M —DFELE, VY 7HA478 . -

OV L ) SHEHRDOA 4 — LD bRABADEL 2 ), SRS WHEENLF R
Tro FORRELTHEFIMESZROW) H LIOTH 6 MeV/iu T TE V) fusion RISIZE b8 L7
BIANF—2BEIENERBE IR oM, T RIE—LT 7 M) =R T o0
10 Y54 E T GARIS #5 o 72 E1 £ 8 TH L ISR T 7%5% & 1.5 B4 5 GARIS
RMOBICBTLERNFEL ., BOREMERO L —FT7 vy 7o LriCLT, EXEE
BROME*BHERETAENERSL L ICko/zbilThH b, ZDFHEICHEV GARISRRIKEN) T,
WO DEKEFETERESHRA~DOHESEIRESA TV S, CORKTEEL AREFD
FHEICOVTHDEZYERLN O E—BME LT ATERRR S SES TROEEL T A—S
| CHABSTTO He HRIBI 5 ERROBOFHENE HHEIC KD 2B TH S, KI5
Lo THBETEDERYTWRICRIBEEL DD THIFrTRML TBILENH D, TF
| <CiE A. Ghiorso AV 7B 20 & DIEICE o TWARTSH ), TOROHEL VHATLE
e SDNRTA—F DL EFARICIOEESAT 108 FLHRE CRHEERICRHEESIL
BN XY 85T ENHERS ZH O —EOEBRORKIC ®Bi("Zn, 10)™113], I(*Kr,10)"*[113]
PEETHEBRITORL SO LPFL A, FARVROPoLHRE 114120 TRITHR
HERBEDICR-s T b D EBDbNS,
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9. EXREERT DBETUNMEE
Fusion mechanism of heavy element synthesis

L MR M HE R R A A
Hiroshi IKEZOE, Shin-ichi MITSUOKA, Katsuhisa NISHIO, and Ken-ichiro SATO

B SRERET e 5 —
Advanced Science Research Center, JAERI

B 4 OBA RS EHE L CEETRE AR 5RA 1970 ERNLSEETKRE, vo7, B
VETTONTE T, BDEFEROERIEE L, FAYGSITZ = 112 ETERINLDITOTE,
2370 Dubna TZ = 114, 116, KEVS—2 L—TL Z = 118 DARICET 2HEE TH-7[12) VT

. hOBETHLRETROESBTEMIIRTESNAE S RBITONTAMICEI L, % pb BETH D,

B E TR OBARS T — o R 5 AN T R —THE L C O EARORARICE b
WELBHB, TOILEFTHA TSy AR E LTHONTOSE, EOAL =X AIRIEFEEIC
AR S TR, ﬁ%ﬁkﬁ:#xb77//=ﬁ%mAﬁ#&F%&®F%§v®ﬁZZ I8
BAET B, E AL B OB bR B Z LD R TS, - ‘ |
EJt/DMAﬁETmMAVWaﬁAVO#b»ﬁkwﬁﬁ%&uﬁﬁﬁmigf%é @w#ni
ORI CHBEREEDREITY VAL ) PIICS Y . RS SHAROIRICN ),
—F, BVERTE (2,Z,>1800) OFERGTITY RARNSBERE L Y WEICAIES 5. \.D%Ati
B AR % C L EAOTRITIN D DI S bR BT XN X —RUEIT R B, T, BAEE
B RAICTE SRR RS LoD LB, IR b, HOREICL> TR |
| AEEEOMENSKE KBTS, RN LELEY 5 LMAWREOE S HE P T OMBEIEEHEDOY I
NEDDEENG, —F, SR TR AR IR D EOMELY FVRIGE STV, ZORAE
B L AR ORE CREETR S AT 2 THEESEROICRREIN TS @ERS) Bl 0
FUSCH. ZURORFEE T 1 A A% TEZET B Lih 330 MBI TE, B
LR TRENTNS, &5IT, EERRAEBEE B o, EEO&ET@AF%hﬁL
RN TS ESREA~ED SRR LIS VD ETREN TS,

= DEEBS DR AR B -1, %iﬁ#@ﬁmﬁkﬁwoxﬁv%érrz4f/@@Amzm»
BOTRORE I YO L S ITRIFT BOERT, ANEAVNE W& SETHEORMICIzT 2L 7 —
o URERENEN e, T OREEA I B IR AT AT, AR S P Y
55, Tk 2T, %0 + ¥sm 4] 2 PAr +¥Sm [5)R Y OBAB UYL D, T HDOBASTERT —
FITH TR T—ERT Yom AEHLTVB D LiC L HREABTEROEAE R LTS, 2 TIIAS
CEEL o TH 2,2, K& Rolc b & ETREOBE T ARARICA L D RAMITER LT, R
T ONi + iSm BRATUS (RS MTh) & TG HONd BATUS (AR V) TOAREMTERE
‘LT,



JAERI-Conf 2003-007

= 1%5@%@)\&#1*»%-‘—1&@& ﬁm@L\%mzmws—é/wﬁ@ﬁﬁwz LB,

Eo. FREET RO I‘Ji@%‘* ﬁﬁ/%ﬁotiiﬂ#< :@Aﬂ‘é‘ﬂa EMEAS Moller HIZL 2T
RSN TOB[6, TabbY FAAICL DESOTEETS, 0ok LEELT Oganessian (2L
2 UREHI: By + 6y REETURNC RON D EAMTEROPIETR (s «Oﬁﬁb%@ﬁmmﬂ
BRI, BT THIORIER ("Se + P*P*Ba) CLRMBEOFERRONDENE I DLFAT, -

ERIIEHIS LT b - T— 2 BN & ORI R [8]%“:@01??‘4‘91’1,7; %@#ﬁﬂ&iﬁ
EIBPIHE SN TN BDTE Z CHEBRERE ISR~ 2,

ONi + HSm BASG & Ge + Nd ARG T, E%ﬂlﬁ@fﬁmﬂwz@mwaﬁw—éz: -
S COBETIIED & 5 RERRR DN TERC RSN EIC R 3 b ots, BT Ge
+ NG BARISOBE. MAHERLHIELORIS e + ™Ce (A 22) LB Ui bo%E
LITRLT, Se + ™Ce ROBFAIETH A 57y ¥ a X VF— 28MeV BECR D BEEDTE R b
57y v BBl LTALIVTWAIRSE ETT, —F, “Ge +Nd A THSAAY 7—PLETIEDS +
1%py b‘zﬁ:&utx*/vﬂé-—ﬁkrﬁ&r UREETERIL 1ITEV WS, /SAAY 7 —LTF CRBEREROS 1%(
RESBERLTVS, '

. BEREROPET IR A~ R A 21T T, 82Se + 3Ba b BSe + PR, BECoBATE
47&)\%#1*1%——@55&2: LGRLTHB, TS + Ba ISOBE, AHTRLE—200MV (BhE=
FNX—20MeV BE) (D DET R XA TREHEEIKE B L USe + *Ba FIHHD 100 50
1BEICRBZ A Ph 0T, TOHREIE Oganessian FIZ L > TREN ¥Kr + *Xe K& ¥Kr + *Xe %
DHEELEBLTOE, 2P Tt (XeKs) % (SeBa) IR TSR SRR S H D2 M Tk

ED LS RIRFEABOTRILL N SN T & BIBA TS, ¥Kr % PSe OFHETFHIE 50 & 48 TH

LRI TH B DT Xe < Ba DFETED 82 ThHhHER, PARMBIE L 72D BT L3y IR
RICARoTNBLEZLNG, ZDL5RES. mﬁgeam@]@f;maorwmmmm
DT &% INHOFERIT L TN B DT DT,

ZhhbIkL ) BV RSR TS O S E DR TR~ S = L AEETH S,



JAERI-Conf 2003-007

101 llllIlllflllllllllllll[lllll,lflrll[llll

o s

-5 lllllllllIUIlllllllllllllllllllllllllll

180 200 220 240 .- 260
' Eom (MeV) ' '

 E2 e + MBa L T + MBa GOMATER

References
[1]. Yo Ts. Oganessian etal, Phys. Rev. C 63 (O000II301(R)
. [2] V. Ninov et al., Phys. Rev. Lett. 83 (1999) 1104.
' [3] A. Iwamoto et al., Nucl. Phys. A596 (1996) 329.
. [4] R.G. Stokstad and E.E. Gross, Phys. Rev. C 23 (1981) 281.
[5] W Reisdorf et al.,, Nucl. Phys. A438 (1985) 212
' [6] P Moller et al,, Z. Phys. A 359 (1997) 251.
[7 YuTs. Oganmswn, ‘Hmvy Elements and Related New Phenomﬁna edited by W. Greiner and RJ. Gupta, Vol. 1,
pp43-67 ‘
' [8] H.Tkezoe et al,, Nucl Inst. And Meth. A 376 (1996) 420.
[9] S.Mitsuoka et al,, Phys. Rev. C 62 (2000) 054603; K. Nishio et al. Phys Rev.C 62 (2000) 014602 K. Nishio et

aL Phys Rev.C63 (to be pubhshed)



AT GO

JP0350370
JAERI-Conf 2003-007

1.8 # A © B 52 8B E % %
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The possibility of the existence of superheavy-elements in nature was predicted
35 years ago, but it is not confirmed up to the present. The history of the
search for superheavy—elements on nature was described, in addition author s

own trial also was commented in short.
- Key-words: Superheavy-elements, in Nature, History
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- FIG. 2. Comparison of x-ray energy spectra in the

- window region. The spectra from Fig. 1 are shown in
(a). The smoothed background shown in (a) was sub-
tracted, after normalization, to obtain the difference
spectra of {¢), (d), and (e).
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Table 1. Z>100 DR THAIE W - E RO HER,

SF

MG Rotating Whee! System

Z N A Nuclei t,, Ref Year Reaction Events Facility Accelerator Apparatus Method
101 159 260 Mg C18 1990  ZNe+?Es LBNL  88-inch Cyclotron SSBD(2E)
102 154 256 2®No 550s 19 1990 '2C+2%Cm LBNL 88-inch Cyclotron MG RW.S. - P.S.SSBD
102 156 258 2®No 12ms 20 1989 18C+24Cm - LBNL  88-inch Cyclotron SWAML SSBD(2E)
103 156 258 Z%r ' 6.68s 21 1992 'SN+*Cm 537 LBNL 88-inch Cyclotron MG RW.S. P.S.SSBD
103 156 258 2% 31s 22 1992 'N+*Cm 442 LBNL - 88-inch Cyclotron ~ MGRW.S.  P.S.SSBD
104 149 253 *Rf 48us 23 1997 FTi+?Pp GSI UNILAC SHP P.S.SSBD
104 150 254 Z'Rf 23ys 23 1987 PTi®™pp ~130  GSI UNILAC SHIP P.s.sS8D
104 152 256 Z°Rf Oms 24 1985  '2Q+2%Cf . LBNL 88-inch Cyclotron AT fission track"
104 152 256 ZRf 6.2ms 23 1997 ®Ti+®pp 31500 GSI  UNILAC - SHIP P.S.SSBD
104 153 257 S'Rf 38s 24 1985  'iG+ocF LBNL 88-inch Cyclotron .. RT fission track - -
© 104 154 258 Z°Rf. 13s 24 1985 '00+SCm LBNL  88-inch Cyclotron RT - fission track
104 155 259 Z9Rf - 34s 24 1985 '80+245Cm 20 LBNL 88-inch Cyclotron RT fission track:
104 156 260 Z°Rf 224ms- 24 1985 '%0+2%Cr LBNL 88-inch Cyclotron _RT ‘ fission track
104 158 262 P2Rf  55ms 24 1985 '80+%%Cm - LBNL  88-inch Cydlotron RT fission track
104 158 262 2%Rf 25 1996 ZNe+?Pu  >200 LBNL 88-inch Cyclotron MG RW.S. PIPS
105 158 263 2Db 27s 26 1992  4p+2gy LBNL 88-inch Cyclotron tape system PIPS
106 152 258 %8Sg 29ms 27 1997 S'v+%9pp . GSt UNILAC SHIP P.S.SSBD
106 154 260 2°Sg 7.2ms .28 1985  MCr+2®pp 11 ast UNILAC SHIP . P.s.ss8D
<106 159 265 %°Sg - 13s 29 1998 ZNe+*Cm 3 GSI UNILAC OLGA PIPS
106 160 266 Sg 11s 29 1998 2Ne+*Cm 3 ast UNILAC OLGA PIPS
106 164 270 27%Sg 30 1999 ZNe+Cm  ~106 FLNR U-400 Cyclotron CORSET MCP
108 169 277 77108 (311999 %Ca+¥py 1 FLNR U~400 Cyclotron D;:::"G;::;f;'t‘:‘: P.5.5580
© 110 170 280 @110 75s. 32 2000 “Ca+™py 2 FLNR - U-400 Cyolotron D;:::if;::::;‘: ' P.S.SSBD
112 171 283 2112 81s 33 1999  “Ca+®y 2 FLNR U-400 Cyclotron VASSILISSA P.S.SSBD
P.8.SSBD Position Sensitive SSBD
RT Recoil Tape—-Transport System
MG RW.S.
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- Nuclear Structure Studies for Transactinide Isotopes

_ BH HEA '
BARTFANER SemElmats 7 —
L Masato ASAI ,
l ' Advanced Science Research Center, Japan Atomic Energy Research Institute . =

‘ E}épérimental studies on nuclear structure around transactinide isofépes are re-
- viewed. Alpha-gamma spectroscopy is proposed to derive definitive information on

: nuclea.r structure around this region.

Keywords: Nuclear structure Transa,ctmlde
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Fig. 1. Alpha-decay pattern for typical even-even and odd-mass decay chains.
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actinide nuclides were studied. The half lives of *’Am, which is a new isotope, “*Am, **Am,
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1 4. Op Measurements with a Total Absorption Detector

I Michihiro SHIBATA, 2Terumasa SHINDOU, 'Kiyoshi KAWADE, * Yasuaki KOJIMA,
* Akihiro TANIGUCHL, *Yoichi KAWASE and *Shin-ichi ICHIKAWA

! Department of Enefgy Engineering and Science, Nagoya University,

’Department of Nuclear Engineering, Nagoya University,

3Graduate School of Engineering, Hiroshima University,

*Research Reactor Institute, Kyoto University,

SAdvanced Science Research Center, Japan Atomic Energy Research Institute

. For Qp determination, we have developed a newly total absorption detector that can detect alrhost all

radiation from the radioactive nuclei. The detector is composed of large volume and low background

twin BGO scintillation detectors. The estimated efficiency is more than two orders of magnitude

larger than those of Ge or Si detectors. The Qgs of some fission products of 25U were successfully
measured using an on-line mass separator for the first time (KUR-ISOL). We‘ have proposed the

possibility of determination Op up to about 10 MeV using the detector without the knowledge of the

decay scheme.

-.Keywords : Atomic maSs, O, BGO scintillator, Total absorption detector, Fission products,

Monte-Carlo simulation,
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B Chemistry of Heavy E-lements m Osaka University
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. Present status and future plans for chemistry of heavy elements in the group of Osaka
University are reported. The results of the tracer experiments and the basic design of the rapid
chemical apparatus are briefly described. The possibility of producuon for heavy actinide nuchdes _

B with the cyclotron of Tohoku University is also dlscussed

Keywords .: ‘Heavy elements, Single atom chemistry, Heavy actinoide elements
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Abstract

We plan to investigate ion exchange behaviors of rutherfordlum (Rf) in aqueous
systems such as HNO, and HCI using the JAERI tandem accelerator. For this purpose, we
have developed the gas—jet -coupled automated liquid chromatography apparatus,
ARCA-JAER]I, in order to perform fast and repetitive ion exchange separations of Rf on the
second time scale. The model experiments with ARCA-JAERI were Iﬁerformed in the HNO, /
HF system using Rf homologues ¥™Zr and '’"Hf produced in the *Y(p,n) and “2Gd(**0,3n)
reactions, respectively. The radiotracers of ¥Zr, Hf, and ®*Th were prepared and the
distribution coefficients on anion and cation exchange resins were measured systematically in ’
1-11 M HCI and 1-14 M HNO, with the batch method. It was found that anion exchange
experiments of Rf in 8 M HNO; and 9.5 M HCI provided information useful to extract the
ionic radius of Rf and to verify the influence of relativistic effects.

Keywords ‘ :
Rutherfordium / Rf-261 / Zirconium / Hafium / Thomum / Smgle atom chemlstry / Ion
exchange chromatography :
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2N (30%) <° P'Rf O YK 78s #E 2 HE 1 BID{LFEEERRITITED 1 BORFLIEVE
2RV, ZZCTIIEEERAOERIZER CTET, /n~v N 772 LB EIRVIRTEERD
HETHD. Bald Rf OAF U RBEEFZFFRDILEEHELT, GSI BRERLE -
Automated Rapid Chemistry Apparatus (ARCA)[19)icek B &%, MR THEVIRLUEERD
ARERIE I/ n<h /77 DEEE ARCA-JAERI Z8{ELT-. EEDOHMKX% Fig. 1 TIZR
T ZOERBIT 0 EOF M7u B g e/l T A (1.6mm ¢ X8mm) & 2 H—hY
UL, Rf@i’“{&ﬂ:mr‘o/rzvﬁfﬁ’\%ﬁif@w EDOEERTE 2 —FZFHEH TR
1T25.

BIRF ZHEHEEL 7= ARCA DAVFAyTF AL, ZoF AMEET ®Y(p,n) i TIZ
2Gd(®0,3n) i~ TEREND Rf RETTEDRNE *Zr (4.18m) 3F N "*'Hf(2.05m) %
RWTiTo7 (Fig. 1 k). AF L THOTEHRFRIE GSI L NT Mainz REDH HHFFETIN
EFTTF—F % ERE L TETMHEE (0.1M) — 7 »E2 (5 X 107-0.1M) &2 EATZ. Fig. 1 1Z/RLTZ
ISR IS OB RRBEUT- £ REEIT He A8 (~1atm) TlkH b, KCl = 7w/ ek
HIZT7arF 7Y% (2mm ¢, 9 25m) 2@ o TEHOILICBAENLLFEERE
~NEEEITE. AV = bR, KCL F-EERE DS 640°C, He HiEDS 2.01/min TH-o7-.
. HAD =y M CEIEENE ¥ Zr (H) % 1 SEATA Y —ICHEGIT A ERICAT A —
HEMABEISE, £ 1 IBEEK 280 p 1 T ¥ Zr (Hf) ZBIRICLAR DDA F 3 A T T
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Target system

N B L 18 64'. | . | S

— : 420 pg/cm? - | | 100 ug/em? ¥Y x 3
HC/KCI ' o ) \J .1~52Gd ' l l ; l l
| PR o] tEexat
 192Gd(*0,3n)!S"Hf ‘ R :
99 MeV, 200 pnA S - OY(p,n)¥Zr
' | 13MeV,1pA.
» i He/KCl gas jet sj}s_tem
ARCA-JAERI |

l “Solution in

- Coll. Pos__itgn L o L | 20 micro-columns
, 1 N (1.6 mm¢ x 8 mm)
. [ - ] P Slider |
C 1 e
 — yAIAN — .
¥ ] : 5 .
i — —=
c [t '
Sample

Fig. 1. Schematic representatlon of ARCA—JAERI n comblnatlon with the
target system. .
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Fr—IL. T“EE{&' IR 7 CHIBEIL, FiE Iml/min T HPLC HBE#{To7-. A4
ZHHISIZIZ, =248 MCI GEL CAO08Y I UNZ CKO8Y 2 FNENE, A4
BEIEELTAW. BIEORBIIEHIZN 20um T, RBEFEIIEFNEN 1.9,
1.5meq/ml Ch-o7=. F 1 BEEHRZ L%, BIEICREL ¥ Ze (H) Z15RBE 5720
A4 R HBIEOHA 1L 5M HNO,—0.01M HF %, B4 RHEMIBDH AL 0.1M
HNO,—0.IM HF % 300 u LW T AZIB LT (55 2 ABEIR) . 55 1 IRBER 280 1 |, 55 2 VABER
300 u IBEZNENRUFRHISEL, BHE Ge YHER HBE AV Ty BRAT b al)
L =BTl E 1, 8 2 BEEEHRICHEC L ¥Zr (HY) O RER T E LK (BHIED D
EBE), B (st Wé)&b ST ORANE SO THERE K [ml/gEZ KD
3 - AV,
. K, =

. A,m , . .
TIT A, ARENRENE 1, § 2 BEEIROKETEE (Ba), VIET YRR a—h 60ul 2
C EURE | EEERE (nl), m IS OREER (5) Th5. Tz, ARCA-JABRIIZES ™ Zr

© (YHE) DEIRILDI R, TR =y b CEIEENT KCl =7 us VETTRT 4 NE—

- (ADVANTEC GB-100R, FLEE 0.6 um) CHEL, TNE S BLLTEELE. BR{LZR
IERPEELT0%EBA. .
. 0.IMHNO,;—5X10-0.1M HF & TDf&, B?ﬁ/(ﬁ‘/)"i@kioﬁé Zr LHf O K fEZE{b%
ENENG, BT yBRREZBEEEL TFig. 2 1ZRL7Z. Strub et al. [4[I282 Zr, HF W
(2 Th DNy FEOER L TN ENER, SR, BHRT, SOIT, Hf & Rf DAV T DfE
L REENERO, ATHRLE. ERLIAA RS IE DM ERRRDT-O RN ETH
T2 K AEOMESHEIISOREI4IL B2 583, EMERIIE Zr, HEEHICXRD K EELER
_<ﬁﬁv@\5 _

2. Rf@ﬁb*x‘yn%@zrz“/&ﬁé@]
- ABRTRROBFREICHETS hﬁ&%%l%tﬁbﬁﬂaﬁﬁa%ﬁf&iﬁbﬂ YiZhx, F#ExT
K THD Zr W HfHDVNTHE 4 IRITHE THD Th DILFEARE L TILESSHD.
4 11 %70 (83.4d), SHF(70.0d) 3 TN #*Th (24.1d) DR — 2 8LEL, REOER
(L ERIC T T« RERT — 2 ERL Q5. ¥Zr SN HEIZBAL T, TR
EHE Y(99.99%, 440mg/cm?) M TUT Lu(99.9%, 270mg/cm?®) & BAMRIZRAZ T LIE
BILEBLNET b — A (~1u A) ZEEFR AL, ®Y(p,20)%Zr WTNZ "Lu(p,n)
Ut RISEBWTENENELELT-. Tabr DEF—F b ~D AT =R NVF—IL, 1
FNOBERIGOREEEEREX T AR THEL, Y #—45 v 25 MeV, Lu #—7"vh
X 15 MeV IZLTz. Y #—F o hnbd B7r DI BEY, Fig. 3a D5 BERF —AIZEDSW

TIToTe. B&HE, conc. HCI T Y #—5 v ML, AT RBATAMIBLTY 124 |

LML, conc. HCl THZ L0304 Y VO U=, 4M HCL T *Zr ZE8EL 7z,
Lu Z—4 o ’hb SHE DL B 8Zr LRIC S BERR TfTo7=. —F, ®ThidRRKS
PERINLTTR 20 LIS I hY, fIROMEEY T =/ 6 K LILFESRELTC. 7B
BFE% Fig. 3b (TRT. ETWBEYT=/ 6 KF#%E OM HCLIZIEREL T, BAAH
AZANZEL PTh ZABEL T, WEERZ R REER, 8M HNO, IZHEfEL, BIDBEAFVR
W17 MIIEL T Th %%ﬁ%éﬁt HZ b4 B 8M HNO, r%rﬂt” 9M HCl T **Th -
 ERTEBELT-. -
DR —H % YT, ARCA-JAERI =A7ahFLFERRAF I A4
ZHRHE (=25 (L 548 MCI GEL CA08Y, CKO8Y) DAHEE (1-14M) I TNZHE B (1-11M)
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5 11 L ¥ ¥ l 1 ¥ 5 L} l 1 ¥ 1 & l L 1 ] [ | l L ¥ ] ¥ ' ¥ i
N @  Zron-line | -
4 ] ‘B Hfon-line ' @ (a) -
- Rf on-line [4] , ]
- O Hfon-line [4] ® . -
3 Zr off-line [4] ' -
S | - - - - - Hf off-line [4] R
e | — — Thoffline [4] T -------- ﬁ—{] ]
oo - -
2 7 3
1 :._--.---.I-T.._-T'-‘-—- {—.— —% _:
- B | % 1
oL g
B T AIX, 0.1 M HNO, ]
-1 i R l. IS T 8 T N TN YN WA T NN SN S WA WA T R S RTINS BTN
5 - L] ] i 1} l L 1 L L I IA l. 1 L I ] 1 1 L] l 1] 1} ¥ ] -
F(b) ® CIX, 0.1 M HNO, :
4 | | | | -7
- e e o -~ E
~ 0 [ ' ]
F N -
— - @  Zron-line . : .
: A B Hfon-line - ]
1 A Rfon-line [4] " \ .
| O Hfon-line [4] . N i
i Zr off-line [4] ' i
0 H----- Hf off-line [4] .
r | — — Thoff-line [4]
_1 i 1 L H L I L 1 ] 1 I L 1 ) 1 l i | ] £ L I ) 1 L 1 )]
5 -4 -3 -2 -1 0

log [HF]

Fig. 2. Variation of the distribution coefficient (K ) for Zr, Hf, Th, and Rf on (a) CAO8Y and
(b) CKO8Y in 0.1 M HN O, as a function of the HF concentration. See text for details.
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(2) .

. —c.HC]
heat to dryness
<«—— c. HCI
<+—— C. HCI
«—— 4M HCI
3 anion exchange resin
eluent(Y") | Dowex1X8CI form
eluent (Zr*)
®) | . UO,(NOy), * 6H,0
| | ~—9MHCI
—o9M HCI
— oM HCI

; | | anion exchange resin
discard - Dowex 1 X8 CI' form

heat to dryness

«—— 8M HNO,

«—— 8M HNO,
«—— 9M HCI

anion exchange resin
Dowex 1 X8 NO; form

discard

~ eluent (**Th")

Fig. 3. Preparations of the (a) *Zr and (b) **Th tracers.
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RIZBITD K BE N FIEICKORBE (B'JEuz 9, RS e’ V/izuu I, &%
k ﬂgbmﬁ(f&)%iﬁz#ﬁiﬁﬂa, BEENIE BE OBRERHE 2.95ml LR —H¥AHE 50 1 &ﬂux
% 3mlELTe. TREIRED, BOSBEL/-#%, LiE Iml #5 B CHIESEE L. =
f:, R —HEHR 50 p | I S72BRARK 0.95ml 202 T 1ml SUEERESREIL L=, Zhon
AR B MR Ge YA HER 2 IV Ty A MIAN —%4T o7, BRI LB
DEEIIFENaOHFIRE BV CHRIBEZ TV ERICREL:. £, B arL s
B LENDMN —VOREFELFARBDDOT T I7REL ST . :
- FHEGRIZBITD Zr, HE Th @ () B, (0) A S B4R SR (K, 1E) 2 MR s B 4-BE
FHELTFig. 41TRT. 77/ RROBR, SENGELBBEGETIIELE~DOr
L—YOREBIZRONI2H o7, Fig. 4a T, Zr, Hf D K EIE 1-14M O FE TIZLALE S,
BT —ETHDD, Th D K EIITEEERELLLICHEMLTOE IM UL ECIRIE—E L5,
FFIZ 8M HNO, & Tid Th @ K, fH (540ml/g) i Zr (8.4ml/g) I TNZ Hf(14ml/g) D K, fEi-
H~T 1R ERE. Zhid, 8M HNO, RIZ3U T Th BIMNNO,) I * CREN D5k ks
THRLBHEELIIBAA L ERBDIITRL, AF LV EEBO/ISE Zr W OUT Hf 1T
[MOINOY) JE ™ CRENDPAZ L Lle o THBIDEELLNS. 7=, A DI N —FT
(AR B LB BURIT LD Zr, HE, Rf @ 4 fEREEHEL &% MINO,),(H,0), DEFIRE
- FHELIToTEY, RED Zr R0 Hf L0 MINO,), DEEHEEE LR LS BLBREE VR

HETVB[20]. —F, Eﬁﬁﬁﬂrﬁﬁvz‘é}ﬁ(mg 4b)(ZBIL T, Zr, HE, ThOTEMTK,

EDZERIFEAE ROV, i, MERRIZHITS Zr, HE, Th DR, BAA s ss
ENE Figs. 5a, 5b ITRT. AL ZSHEEBNCBIL T, Zr, HED K, {&] EIHEEARET

E—ETELLRVD, M OLEBITHM TS, —F ThiERhNBA 5. #I29.5M

HCI % T, Th, Hf, Zr DIEIZ K, i 1 #7392k &<725(0.56, 60, 540ml/g). &4, 8M -

HNO,JTE 0.5M HCI ORI T R O KMEREL, MESERELBTEEND, RO .

== E@/fﬁ‘/iﬁ’x (BT EERIFERES I EHEILOLHFL TS,

RE&IZ, Zr R Hf ICBIL T, ARBE D CoBEREE EAEF, BRArk, B rEE

' %’) L:ob VUIEAEHON TR, ZRODEHITA A RBERDERELEEL RAL
. BYOBTFRECHEBHEZED TV ETRAKRTHS. Biff, BT RLF—IEs “

WHEBE I YR FRRERR 123\ VT, 8M HNO, I TNZ 9.5M HCl RICHIFB Zr L HE D

X-ray Absorption Fine Structure (XAFS)X’\7 ]*/V@{,EU/E%"FI o7, ;@F%‘b:ﬁ H ':F' e
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12 14
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, - HNO, concentration [M]
Fig. 4. K, values for Zr, Hf, and Th on (a) CA08Y and (b) CKO8Y

as a function of HNO, concentration.

"HCI concentration [M]
Fig. 5. K, values for Zr, Hf, and Th on (a) CA08Y and (b) CKO8Y

as a function of HCIl concentration.
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