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XU HIC

WEIZ & £ D RrE TR DAL AR E - A - A RIMEE 2 8L+ 512
1T, X BT RO SRIEIRIE 2 OB < OFERFENH D, ) TH, A AN
U7 =S GEITRE DR RO, EEE., FEUREOMARSGE LD D
T, WP AR, AmERE, FEHIEREY, @R L. Bl ERF L vo
TR 2 RSB TISHEN TS, WH O A AT T —3NETIE, EFHFM Oy
JREPERE A B L, y BRIC SN2 Ry 77— 3V F— 2T 5 =
& CYBMOBER E I ITHELRZRE L TAXRT M a5, &b MR SFe
AZNG T —FER A HN T HUT, TCo (CHIUY 270 H)DE T HiEEA THiH S
% 14.4 keV O y T L D HBRIN AT MV EBHIT 5, —FH, ®Hemicr =
— Tz Co HEHE R—TT 250, HDOWVIEZ RN F—A F U FEAL THDIA
te [FNIE] DN, TCo DEFIMHEISIZ LD Auger IR TT B —T D
BIREPRELSELIND ZENDH D, TFe OBBITIT ™M b H 2D, “Mn 1%
BEEAEZT DI, B HMEELE%Z T 5 YCo & Wl LT, Auger 2N T E L =
ENLTa—TEEEOBRREBE LSO WE NS XAy bR3F L, Ll
STMn (RS 85 Fb E N2 STMn &R L7 BliE IR Iz A e (1], EA
A VAR ERR TEFFMEZ Mn & EHGRBHIEA L, B i S b A 2
N T =I5 <RI A 2 DT, A T4 CTCRHIT 2 FiEEZ T4 B —
Doe ARG T =00k R L. BERT OAE RIS O REERC, Kb
FAIZBT 2 HANME EBIIRD BV RISERDICONWTOMAERHL Z &
MNTED,

LlEZBEE 2. ARRSCO BT 2 DI2KkBlEnD, 1281, A E—2L - A
AN T =B HIEDFHETHDH, A B =25 XA AN T —453 B3 E Tl
SELTCJRF DG s s B I 2EIRB L HANE, 7o b TR/ A v



— A s AR T =R e — T RE N E % OINLE - OB R 2 B &
THLMNITE D, Flo, AANT T —hE RO FH ML O HER EIREF 721X
FEFHRRAED D OB 7R AEZA L OB T, BURMEI S TR 53 AFIET
DHRNETHZ ENARETH D, AFILEOWERAFMHA LT 22 &iX, 1 v —
De AANRG T = EDRIRIZ DR D,

2 OHIE, A E =L s AZRNTT =4k A2 OWEICET 5 Z & T,
WHE ORUSHREE T bRV B 2R BREE S E )7z Fe LT O SOG 7
nEAZBH L, ZHETICHEMORVMEFREO AR ZIT ) 2 & ThHh D, Hil -
HE CTAMRD RN ATRER B DK F (M 2 i 5 Z L 28I L. T n—Taik
AT DWEIIE, K, KRBT VI =0 LV F UL KR ) FULEZEAL
ESWEARFT VI =0 LT FULEKRFIY F UL KEITEEGEE LT
FEHINTWAWETHY, KFEHSEFEBRT D ETEHEETEZIANLNS
L DHAFERAZRONCT DI ENEHETH D B 2T, KFIDLITIL,
BLWEED T v BB AR TE D EHIFRF LT Ui Ic 7 v — T A2 TEA
L7z,

FI3BEMPLHESETIE AV E—L AANRNT T —DHRIETORELND, flix
DOYERTO Fe (LFMD Fe BHIRECANBREZ A LN L, £z, WH
AU =L AR T —HE TR, BFFHES A AN T T — AT F LD
AT 528, B 6 ETIEY n— OB HIER A L7 ALEIZ OV T H 8
P, FEERFOINL LT OBIR 2 BN EZB S0 LT, 8 7 8 TIEARSL
XD E L D& LT,



DN
[1]. /IRFED, “EEGEE XA ANTT—2AX7 ha A b —OR#E LS H
B E—LZHWEE =L« AZANRGT =227 fa A ="
RADIOISOTOPES, 63, 103-114 (2014).



1.1. A AT T =556k

AANG T =435 LN JRTAZ O WAL AR L Oyl o> M8 B Bk g R I B
LEFIR L, JRTREEM AR D 0KETH L, B SN A AR T — 2
NV EREILARE CREN T 2B 2 72 /3T A — 2 —TiRiT L, R L VBT O
FEMGIAAR AL AF H (hyperfine structure)?)» DAL G A IR BECRE BRI BT 2 fH R 3
JFoid, BHTERSCHAGIE L R | Fe 27 v —7 & LToWMEMIERE 10
SeV DIRE TR D Z LN TE 20T, PMEWI(bY:, L%, AmBly, Tt
BB, BRI O 2 IRKEH TISH S TWh 5[],
JRFEZDEVIZHDEFEL DHAEMNZ L > THEO = 2L —HEL I
FESCHIAR I & FRIEAL 2 FEE O e 2 A2 A L 5 0T, i & IO FA5% 5
FLEINE ZOEbZE R LTy I A7 ARG HI, £ DOfFTNG
53 5 OLFRER DN DIET ThH D, L L, J BT 2E LD
Bl AN SCDO BRI DG & 1T H 20 | pfROBUR & RIUIEE O KBk AF 5
Z ORI RDND TR X — IO T RV F—ENIRIE D IXH M KREL
FRO LIS OBIRNIREE & S CTE 7o, ZHITK LT, 1958 FICER Tl
kD st & WU 8% Z & &R L7=D 73 R. L. Mossbauer T Y, ZHIT LY
WU A2 S OB FIRE & 72 o 7o, ANk TR IR B 2> & FEIEIR
RBICER T DB T Dy e . BEIRREIZ H 2 RIFEO JR 4203 5T L T
L SN2 B & | Byt OB BAST - TS L <ITA AT T =R LIRS,
JRFRITABROERIERIC A LI 2R b, £722< 086, EXIINEE—
AU IRHEKE—AY NEFFODOT, Zhvbail L TEAVE -0, 4D
WSO RV X—HEN D> 7 Fopad e LTS5 MG AAER),
I A AT T =BT K DRI DN 5 1% S A T BGEFR AR N T A —



H =2 XD | O OAFR - WERPIREEZ A D H kR A AN T =4k L
W, AANT T —oRICRIE T E AT 100 FBEREDH L, bodk bR
B a7 —RAZANT T L Fe TH D, SFeld, £DHE—RIEEN DL
HEND A RN T —yp O T R X =70 14.4keV ERWZ0, ISR T
BIENFREEL 72D, A AT T —43 IR T & RO E D5k L 13 EIFH M T
HLHTDMDOANTFRRETH S, L L, IR E LT Ve &
NTOWLEMERSH Y, STFe OB TH 5 TCoCHWI 272 BNFZDRETH
%o Co 1. EFHiEZ LT Fe DREIRIEICE 5, Z OREIRIED b AR
RBICER T DB Sh Dy g . SREIRIBIC & 2 30BN SFe 203 IR L
Tk S 2 BR 2R 5 [2-4],

BREEZ & WA S B 2 TV B BRRIC XL Y  BEITSMUl OB IRBEDE W DR
A ZT | BN TR R LTV T2, 20, BEEETH- T
HYRDOEZ DEIZEVIENDRH D, TOMEIL 107 eV BEDTXNLF—TH D
25, 144 keV OyfRIZ 107~10% eV IREDO =XV X—LEHE 5252 L& L7
FHAUZYRRO BRI A S| &R ZFZ ENTERY, ZORHIC, BIEDL LIX
ARtz FINHEEER S, Ry 77— RICE Y =x v F—2ZbsE D, Th
ZEDOE L DI T ELERAENZR By 77 —@ EIE 1~10 mm/s FBREOH TH
Do F LT, WEZLICRINED D 7 MERIET S Z LIk v ., Bl By
7T — R ERNTHE S T MDA AN T — AT MV EFFD[5],

AANG T =43 JEITITRIE & FHER B 0 FEITEITRI G &3 H3BHT A
AN T =7 a—T BN L TREFBENIRE 25, KX THWA >~
B =L s AZNT T —0000F MBI E R D DT, BIED—DOTH D, A

LB R AT SWHRIC SN T, KE TR .



37Mn

1.45 min 57Co
272 d
B EC
1.5 % 8.6 ns 136 keV  99.8 %
| 0 e 5/2 - -
80.8 % 98 ns 14 .4 keV
(P20 0 e 3/2 -
12 - !

S7Fe

1-1  Fe DK

1.2, AANGT —=I/NT A —H —

AANRNG T —= AT "V BF5 5D BRI LR 2 F 8T LN IZEE T 6 2
DINT A= =055,

(1) BHARALZ)> 7 b (isomer shift)

BPERT 7 b L X B & B R OBEME o7 —u CRAEERIC L DY
MOXLTHY, Ry 7T =TT —DERTHI AT MVEOFLLE
DAL ELTEND, EOEMEROEEMOEDL ICADEMR ZFFOETE
PIEEL T B[], ABROBEENEOIEE | EEBM 2RO IR E L.,
TARVF—ERIT T D, —MRITAEFAIRAE D B 7 2 #R, WIA T bV IEINVE
FRELRRDZ0T, BHMHEAERNICL B0 VX —HEMO TR T

5,



£lo, BORE S, BERIRE L BEIRE L TRZQR->TWD, BOKRE SPE
b2 & BAETICLDBOZENDORE b Z(LT 570, SR & kiR
RO A NF—YEMNOEL SRS, Dbz ATRS L,

5= ¢(%) U ~ 1o (1.1)

FPEIRY 7 D OME, 9 (0)[4. 10 (0)|2IFWRILR F 72 IZHIRORENLE T O BE

B HEE@ONXEEBIEL. |p(0)|3E LTETFEE), CIIEOREITIKTT 5 E
B, AR TR Ok (e) & FIE(g)DIRIEIZE T D75 |Re-Re|. R IXHIRHEDEL
EROEEE, A, SIZENZIRIUA & BIREZ BT 5, T bITEIC
BITDsEFHEETHD, p. dEFHEFmRICEIVITEELTED | STk
SND, BMERT T SOBREITZFITHRIRO T o~ O x V¥ — 2 AL L
TRO B, MRS —ETRITNT M E R 2 Lilhd, Lzdi> T, Fe
ZHIE LW aIE, BEIINEY: & R0 HORE S HBEFR Da-SFe D=
RART MVEAWTKRIET 5,

Fe (LA THNIL, d EFOZITIL s EBFITZNL T B IR S 41,
l@(0) 21T 95, SFe B2 TIZAR/R<O 72 DT, HPEKRT 7 ME3dE DLW
EEREL D, dEFBROZEMIL, s BEFITHT 2l R zm L Tor s
LTHND, ZHUTERMEY 7 MIEBEEEX D120 AANY T =7 hL
TR & SEEWH OB DR LIRESC - MRIE 2T~ 5 Z L R 5,
BMER ST NI 1-4 D X 5 IZZ2NENDORLIREBIZIS CTHMmT %,

TRIZA AN T T — AT RV ORERNEFHECER AR TR S, B

ﬁ

MRS 7 P HEEOHMN TREND [28], HERByHO = %L ¥ —Eyi3#IR %
WUV AR % U Col B v THISHERN S5 &



v
= - 1.2
AE E;(C (1.2)
Pl g VX =T 5, SFe DA, Ry 77 —#E | mm/sec | 4.8X108eV

IZHHS T 5,

Fe?* §=1 42(/94/52425952/??044/721
Fe2+ =0 m
sl
TITTT77A FerS=5/2
777 7 Fedr S=3/2
v
Fel+S§=1/2
I 1 1 | 1 1 L 1
—0.4 —0.2 0 0.2 0.4 0.6 0.8 1.0 1.2 1.4

gk 7 b (MigkIE#E, mm/sec)

1-4 DRl & Btk 7+ [1]

(2) PUtE¥-53 % (quadrupole splitting)

JRAEbEFEFRICAE 2 b D, ZOBOAL AEEEZ RO 58
BAEABAE V&I E WD, [=0 DL EITITEITEREOER DA Z L TN T
HEZL CTWRWIZ SIS T 5, I=12 TEERIETHLINEELTE Y, 0Ok
SRR [0 ORI ZAR Y LTeE 2 on T, 1=32728 1> 12 Ti&, HERIZ

Mz, ERAVERIIFRTIT < 70 D EQUEMEZ S O[], A DmE



IR S To BRI E— A b Q DMEEL, BHRAROFITE LD &, FHiL
BFRICIRTE LM AEERNAE T D, 20X HICEHARICKH L TAE VI
EDLINMHNTN DN L o TERAFT MBI E D,

AANRT T =AY ML DE—T T A 0N ] = 1/2 OFEERAE TILERS#RE
TCHRELAR, B 1 EERL D A 2 [ =32 3B B AELE O E/ERICLY
B AR D LT R~ A ¥ BB EOSICHE> T, =M =+3/2 L+1/2
D2WEMIZHHL, 2 2O =T BBIND, TD 22D —7 OlRE% UG5
K, TORE SFRATEEIND,

1 n?\ 1
A==eQV | 1+—=]2 (1.3)
2 3
Ver =V,
11::4527——¥¥ (1.4)
ZZ

e ITERER, Q RBEXNUMBTFE—AL FTHD, Vol z BORKDOESE
BLO TN & »T- & EDBEBHAR. n1TZ D X 5 72— 7 58 O IEEAmiME %2 £
NI A= —L LTEREIND, QIEOFHEIC L > TRES>TNDH 720, ik
DIERFRE, A AT T =D £ ) ORJFAADOEFIREER ENS0 5, STFe A
AN T = THOONDREHIZ MK TH D 2 ENELL, SEIFER
05 0] e AU T AR i 23 50BE TR v T NS T~ DRI ES b ST 2 R
DE—=Z7IFFELWREZRT L IIRD, LnL, 2OHAETH, ERBKC/RY
RF X% & 0D MBI R f B ARLO Ell(z ) & OF KT T D 2 LD
HHDT, TDOLEIFI2 KO =7 HEITHE LS <R D,

(3) MR MI53%L (magnetic hyperfine splitting)
BAE I3 12 R33N EOLE BB —A > buz b b,
BB Y H D3V, 2D OBBKE— A OB & G OR S (I



AR Y S VARSI S A

STFe D X D \ZILJRMENL [=1/2 LIhEYENL 1=3/2 & b OB D%, K, ik
DEMENIT X HIZQI+ DEO =R F—ENIZ RS H[28], MWK E T M D
AN 0 F7213+1 OFBIREDTZD, 6 DDBBOLNTFENDH(K 1-2), AT
MV RMER S 7 NI LT 6 DO —JEOELTHIHHEE 0 D
DYT Kkied,

SRR RSO R R R Tl B AV OBRHNC L D A U AL EICBIT DA
SRS D T 1A B D S EB O F N AR THICR SR T b, Bix
DG EE LD Z LN TE DD, R —E DY &% T TR A3
AT MVZBN D, WHEMER T - AU EER, A - A U AR
N Ko T LB DA 2 3 28 L B OmsAEE A oI EAsnt

(272 D728 — RIS HBENMER D A 4 AP IR O 2Bl 7, 8
WOMREE & L ClZlUMR 73R & B RT 7 b LBl e,

STRe % D I YEN DREZ PR 1-E— A > b ENEBES O K& & H I3 NMR 12
LV EMIZRO BN TWD, MEKDOLEREN OSBRI YT LDIIA AT T
— AT "MV D 6 KOE—7DHH, Fld 2 Ko —7 M| Ths, Z D5y
HERNX—ZHEIHE T 5 & 1.677 mm/sec L7025, ZhxbEll, Loy
— 7B 2-3 1R KO RETH D, M 2-3 ORERO K SITHEN R —7
BREEE(B 1 2:1:2:3)&BRT,

FTAERD A Z NS T =27 RV OIMAID 2 KD B — 7 [#]F 10.657 mm/sec
1% 33.0 T ONERREZIZH Y L, 2otz b o8 RF+2 S5 ba &t
BIRALR 2 £,

10



2 _§_ e “\\ 3
QS=%QQ + 2,,’ ‘-——"—?
rr—s—:i‘!_“_‘: i BRI
7 8 =g - 2
3 I =~ “‘-L == .:_5_
[= 5 m—— 2 2
4
51151
6 3 1
L 2
1 —’,—‘———-- ‘::’g;(;l go __l
sz__f_d W UL 1A DU 8553 24 Y g8 —-m&~mﬁﬂ2
TR
1-2 Figk OB HOREIE  [1]
< 2245 |+ 2.245 |+ 1.677 |+ 2245 |+ 2.245

6.167

10.657

AL mm/s

[X] 1-3 #iEk DRGSR 52D kR

VURGF-FR AR & BRI A ER S F LTV D & DR > 3L % —iX
HENZIS &0 AR AR 2> B3l 2 DIER 23210 %, PUAR-FR AR BESAI AR AR

ADO—FTOREZITTNDHEXDART MLED Y, W{ERANEEL Wb
BDIFINANRT "IV OTEARIDNEHEZ IR D,

11



(4) kY 2 (recoil-free fraction)

YEROD = RV X —h VT O AL 72 IR T NI KRE N, £ 72D
B yBNRFENO RSN TS, SIBRINERGITE Z 5720, BFOHADY
ICBELTlE. m 2BO-E®. h 2750 7@, vEiEEERE LT, UUTFITHY

T O RN F—Er DBNHAVIZEZ B D,

(hv)?
R~ Jmc? (1-5)
ZDi LB 2 = IR 2ERr PV D= RV X — N F D= R VX —hy

ICRITITLE L T2 D,

EZAD, BEENTIEEK FITHEICEAS S TWD, ZO7 DKk E RN
DEL DRFITL > THE SN D, fEdh O FIREMEA & U<, IREve o7
Ao vad A B ERDE, 7+ /) ORIV F—E L, RATRIND,

E = hvg (n + %) (1.6)

Mot B T, n=0 DR LEWEMS EDHNE, RE EH L LB
BALRNEARSND[29], FEERFTORFENOymB B S5 & &, k=31
F—Er D hvedk U b/NS T NIE £ O I3IREN RN 25 109, KBk 1 —
IFEE SR, DD BERBEE 225, BEERNOIRFIZAEVICE S FEUDW T
L0 TR R YRRE B« BRI U 72 BR O S Bk B & 78 78 A R A A
BATE T, —HITEREFOIREIFIEICH WSS, n=0 D2 HHET
DEEXDORBT RN —Er 32T 12356, n=0 DIREIZERDMERE FE L, n=
1 DIRFEIZ BN DHEE 1f B & =R VF—RIFHIN B LT O Y 3D,

Er = (1 - f)hvg (1.7)
B+ 5L

f=1—£ﬁ (1.8)

hvg

12



EREND, TDLIF0 KITBWTIRENMRIEA Z X W Ty i S D e
ERLTWD, BRRIZEOXLVyBOZ N F—ICKRELIEEFEL, HTOEEIC
KEHIT %, ZOve M REWVIZEERBED R NRELS D, 2F0 ., fITET
WOREAENRRVNEEREL 2D,

AANG T =AY MV OREL, HERBEOyIRO B - WIS 2R Th 572
D BRSBTS, BBk RITEE R T K D & LT
k72 5[30],

f=exp <—4/.1—7;2<u2) ) (1.9)
M ZyFROW R . < >SITRF-DOFH “RINETH D, 45 AL ORNE D3 7
HZ KV ERD & & fF Iy A X0 235, ErREEA L LT
Debye il 2 VN 5 & | fIZLLF DR TR S 5[30],

[}
f=expy =g g o)) ), ex+1” '

TIXIREE, 6p 1% Debye ILE ., kg lZARNLY <~V ERTH D, IRE THA/NSWITE,

R = fIIRE L 2D, BERB R 1X(1.8)ANL V| A IREIDT R /L F—
(AT D, Ko T MBS ZHET D2 LICX Y| BTRBIORIEN D

o BIEDHE 3 FETHIMT D28, MBI 1T AT hIVIRELHRIE O]
ENPBRD D Z LN TE, EROEN ) FZAME 2R,

(5) “k K v 75— 7 h(second-order Doppler shift)
AANG T =AY MIVONEITE L EHVEF OB EERTY 7 M58,
ZHUCITEMEER S 7 FOENC R Ny 77— 7 b bEEND, IRy
7T =7 NMIEOBIEEEE OMXERIRNRIC LV ET D, i - Iy
TR =D REET, BETOREFITRICEOFITAEE PO L L

13



T10B PREREORESEM CEMERI L T\ 5, A AT 7 —IgIc B 53 5 71
EOMEREOFHFMITZ OIRIEIA LY BIXLNTELS 1010 BEETH D
728 % DO FEHEIRE D M F O BRI FE S THTEIN TV RN L 9 12
Rzx5, LrL, KEOEAEZBEICANTHEwmEHWD & o= RL¥
—IFIRATREND Py 7T =2 RAEp 2517 TW T, BRIITEHTE 20,
AANRNG T — BT RLFX—% E LT DH L,

1+Y/;

E, +AE, = E, AT (1.11)

ERIND, JFFOWRENHRE v (OLHEE clZl~TRiZ/hSw, KRR 5
&

Ey+AED=1g[1+(§)+%(E)-Fm] (1.12)

L0 =IO, RGO EHITER TE 28, ZIROBEITHED “RIZEY
Pl bW ERTE R, TIROEICHEY T 52 (0 X =07 bae
Ry 7T =27 KM, 7'a—7 OO R (v2) &2 O TIRAT
KbIhs,

_ EV
T 2¢2

L, (VNI < U ES ks Z W T T TR END,

8p v?) (1.13)

3k,T

(v?) = (1.14)

Debye Ml 2 \H &, "R Ny 77— 7 MILLFORX TR SN SH[31],

9%k50 T\ (P i
§p = exp{ ——2 1+8(Eﬂ L o (1.15)

16Mc
ZHUTRE TN EAT5 &L & HITHRT 5,
14




(6) B — 7 58EE, b, mfEIRE

A % TIOR R, A7 PO E— 7 (IEICER LI/ 8T A — 2 —
THoTW AT MVOTGIRNS bikx AR REREH/TOND, AANRNTT
— AT MVOE—7 OFIEa— L YOS5 E L TR Y, FIEMNICITA
ALOAENE DTN O HER Z FfForn — L Y L 2D, AANT T —A~T K
VORI T2 BRI EITFE O 5 HIFE SIZHFIT 253, JEL 725120
ATEIFMEM 2 7R L E— Z RN A D, BRIROEER B3 . 3B A ZNEZ T
ZHWTERT &, ORBHZRBW T, BE—2iifEe L FTOXTRIN D,

€=/ (1 — e_TT> (1.16)

S BIZ TH/ NSV

€0~ f= (1.17)

7o TV =7 BE TR D GNELILBIT 5, RBHZES T

T = onf (1.18)

A AN T —WiiEfe, ERBE n, BB R fTHLDbIN, BEEIZL-T
NERER (N2 SN
E—2 DR r— L YRR E R DT, Bl SN2 AT RV O HEIE
L ZFIA LT E— 2 4130 — L YR ERES L TUTFO L 21k 2
ENTE D,
A=Zeolu (1.19)

2
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12. A2 BE—2L « AANTT =030k
A E— b AR T =00k LT RSO P i 2 R LT RORE

WERA T VEANC LS TAANRNY T =T a—T 2 MHiATeZ 2k, &
BT TS LR 7] O FIRECIR IR AE, RAIREE, SAREBECHLHL
WHEICRHT DM ESDLI ZENTEHH LWHIETFETH D,
IR 2 N TeA A A EAEE A AR T — 0k G ez
WERFFIEIE, < BAThITE 7, 1960 FCEFITIL, 7 —v %
FIFI L. 37Fe, ®INi, BGe 7 — 1 Vbl Z A ] U 72 i ASA 2SS < S 7z,
Obenshain |%, 25 MeV DRt — L& FEH L7 —a Uiz L v, 67 keV O
A AN T —L~ULD BGe % BIHI L72[6], Sprouse & Kalvious (%, 7 — 1 »Jil
& KBEEAN LB D TA AN T =Gk IR LT2[7), 20k
IETIE, 10, 3ClL, 72T PAr 2 EOFEA A O MeV O — L& LT 7
—u RIS Ko TESERE S vz, I, e S e 2 — 7 v R bk
L. BIOH T LTz, 2 T VNORIE S vl A AN 77—,
A AN T —yi & i LI L7z,  Sprouse & Kalvious (%, S EIE24R.
viary, 77774 b BEERIZIEASINTE Y —a Ui STFe D A AT T
—NREBEE LTz, ZOFIEITIE, BA A2 B — LI X D EA SRRSO
BaplEE ISR W FIENH H[8-16], HHLIT, A AN T —HRED
IR AN & DG KO RIRFRER 22 & . AN fhDa-Zr IZIHEA S 47z SFe JiF
DJFPTHIRIR AT Y 7 B L72[17,18], RZEROIEANIL, 1980 D HE
A FINELROBFEIZ L0 BRI S8aE Sz, £ORENZRBIEL. Weyer 53

CERN O ISOLDE T L7z, 'V =42 198y & A A L EAGEAT R ILF—

16



13K 80keV) L7z A AN T —43 % Th % [19,20], Langouche &%, Ko /LF%
—IZ K DR KOG R OS2 AR 1 OILEA 1 = X8 LY A by
Ai & WF5E L72[21-27],

1990 FERUZ72 % L mREDHEHFM AL ER E— L0 HEL K ik,
BT — O IR E— A [RIRLIR S BEERE | RARABOS IS & D ke — L L L
THY HEN D HFMALER E— A%, BUE T, B LRI ETINE R
RIBF, 7 7 > A® Grand Accélérateur National d’Tons Lourds(GANIL), A A A DK
IN -2 2[RI SE T CERN ISOLDE,  HUN#RIE SFHR ST (Bl & 1 ERH ST

FNEA 4 EE: HIMAC THRIARTRETH 5,

A ANT T — 43 FEERIE) Tl F 6 O R RN AR & 2 DU
b WTREE B L. BBy RIN 2 B 2 OB — K TH D, Fe
DAANG T =3 HOMPLToH 5 Co 11270 HOR WP & 203, SFe Db
) —DDOHUETH 5 Mn D K 9 IR FM OB Z EH L2513
M2 AR CAR LIRBHZ Y TR TIUE R 6720, 7r—7 & LT SMn
ERIRT 550, BS THE S D7 KBGO E O EMEZ 72 5 720 ]
IR D, Mn 1T L ABELIT S7Co D EC BEAITHANRD LA —Y 2 R0 EE
DN T, STFe 2 JE B OBG N LAY/ S ABFERIBRBEOELALA D 72, F
TALFRIBI LS . Mn (3B 2 R JRAAIRRE A & D | Bx R B E O E D
m<. Fe X Co LIFRRD2=—7 MLFHIMELZ AT 5, Mn A 42 DEGE
b 133 22 H+7 £ TR 5, Mn7"(3d%s’), Mn® (3d'4s%) & &
JRAIREE & BEUAF CLREICAIET D2 ENH LN TS, {LFHEREOELN
P TRNRTIE, AR O LR O TR & EEB LG ETERT D720, @

JRAMRABIC®H 5 Mn £Z723 Fe (CEEZE L7ZBR, Mk kil Fe (LZEFENERKT 5 AT
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REMEDS | < . B EAL TR LI A O IR PEHERBE 2 P23 5 BT STMn &
Tua—T il LTHWDOREW[32], Mn 1A 145 4y L. Zhic
2T 2 R B DI & FT BIA B IEF R OBIC Z DR &5 A 5 &7
578 HIX, MR K > THRIRZ BUBHZ EHEA L2 b 2 05 Tl 4 4
LD HRB DD EN D A AN T —yfEJENTE D4 T A 5%
BRIIMETH D, MO TMER e —7 R THESIND A A FEAFERITZ
DIMELRNZ L DA T A VEBRIZEEND, 2O X I ITMHEEGNHITHIAEN
DE—LIZER L TAANRNY T =02 T BT A v E—Lb s A AN T —
DHIED EE D ENTEDH[33], ZOFIEOELRRHEE L TITRT,

DOIEF I E DR F-(TFe D JEF OEEL T 10" H/ecm?) Z 3B IZIEAT D Z &M

TE., TORF RO EERCHEMREITEETE 2,

@ A AN T —H4(Mn O J=1.45 53) D -5 2 B & L CiEA B #
EERNR TV v v TR, BT RMGO AR & P AR, (FIESET O B2 E

P72 EYDBIITE 5,

QA ANT T —BRBIZBWTLT ORIBAERED b DILFERINR(E v BT L %)

N &0 b AR A R R IRALIRRE 2L 2 0 Bl E S 5 2 L 72 < insitu T
BIERTE D,

BUEE TIATONTWD A U E— L« AZANT T =530 FRIZI T DR D
FINEN
(1) 7 —mnu phifd S7Fe—"Fe’

(2) S%Fe(n, y)’’Fe’
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(3) *°Fe(d, p)’'Fe’
(4) *Cr(a, py)’’Mn—*Fe’
(5) ¥Co(w, 2n)"Fe*

70 EN B D (IR DO E)

(1) 7 —a Vb A AN 77— 9Tk, B 203 SFe IRMESRTE I 25 MeV Da
K. 140MeV O PVAr e P2 L, 7 —m Vbl THE T % SFe DNEIREEA
BRE LCHIET 5, 20X ) 2T, AT 5 Fe 135 MeV D4t
MeV ORBEZ R NXF—%2BET 22 L, Y —2 > & H0iE, YFe
DREINES —5 » NOIMIROH L, Tz #2723 BHT T HiAF, A AR
T=mHEITD LN TE D, ZOHE, AANY T —WROBIANTIE A#
WREDFFA(Fe TH-HJ 140ns)D 9 HIZITHOINL D Z L1272V | IEABRDIFEHNTG
SINDRHEN D D,

(2) TSN Ko TAR L7l kE 2 A A0 7 — R & L TRV,
AANY T = GULFEROX X 7 7 % V¥ —1 3 v &I IEmENIcT
ZDNNETH D, ZhiERy 87 F AORERZEEIO WA K % insitu T
W TEDHELRD,

FYEF LRSI L > TER LT STFe Z WD A AT 7T —HIEIL, T4
FETE— AN D Z LI LD A AN T =3 O YIHIBERE D 1960 4-1R12
ThNTWBER, FELELTOTFTEUV A ML= a0l 8 0 LFERIEH
T TV eV, HRFOHEM TITREICIHEF 1T < ORFMZET 5 2 & AR
KT ROMEFITIER ST R To W R 5, ik 30 T v —
Lz T A 2R T =X ENES N O T TR,

(3) VA 7 1 b r THEBF(deuteron or D)ZJE L T SFe % & TR EHT
BT, d,p)ETHELNZITFENHLD A AN Y —yfii a5 FETH D,
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(4) MdEZF A F|H LT 100 MeV/nucleon D TRV F—% o7 BHA 4 B — A
Z VR RIRZIC B 22 S, ABBIRERSIZ K0 A AT T — R HF it % AR
WD, TOEBFMEERENICIEAL, YFe b DA AT T —yfi &l 5 &
WO FEETH D, ARIOFERTIIZOFEEZHNTND,

(5) EHFEDOFERRE L THA I o 4 2 ()i G2 RIKEN-RAL TTHiL T\ 5,
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2% RBRITIE

2.1, ANHHAREREROSIZ X D ik B — A STMn DAERK
A U= L AR T 0B SRR E R AT R R
ZEATVE A A o IE R (HIMAC) D ¥k B — A RT3 (SB2) T1T - 72,

STMn DA AL 5IE. BFe JEHE 7 = 1 2 (8Fe(CsHs)) & b E L CTHW =,
—RE—L L LTETHZY 500 MeV (2N L 7= ¥Fe /2 & 20mm @ Be % —
7 MZHRE L. Fe O AK RIS (projectilw fragmentation reaction) CAE ik
L725Mn % " E¢®D RI B — A5 BEEE CEMKFIICEER L B E D HA/Z)
EAFEET D2 LT A/Z SEORREL L 72 °Cr X° Cr e E OO FLSHE O &
S"Mn % 57 L7z,
NIRRT, & DEERCSE U CRFBRL (R 172 OB AS T 58, A
WEOE®H720 O3V X =310 MeV FEEOBA ., FERIRE & /2% LB,
R LI — MO+ 2R EMDIL, FE o 7oA (fragment) | FASTHEE 2 1T R
ST EFEIZRT D, FHT-VE10MeV FREDOH - m /L F —FHIK TA
S SUS PMEBNT 72 DB A HICIR ~2 , RIS L - THE S
DN 7B O CHEER) 217> T D, L LAFBEO =RV F—034%
10MeV BL EIZ72 % & ASHE O BE I b~ CTHERIEE H ORZ 1 0 BB A3
BN | RT3V —HE T O R[S T 27 BATROS(AS O —H 7
ANERD D IS DE Z 0IZ< W, F BRI N OEENZ L TEW 2O
ETOEA DN TG ETICEE Lo FIETHRER LN D,

Z DO NFHER R SOS T E R 2 VTR 24T 9 BT AT R X —E& A
D70, BEWENZHWD Z ENTE, GNENHMGTE D, £72, Bt M3
EAEANFTEEDE E, BITIEEFANIIOR L TR S 5729, RI D45k
IENERNAE S TH Y “IkE—A L LTRIA LTV, o= 0ERA
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F AT D II3HE ns BE L0 B RV, B ms BREDFHMm L7k
JRF RIS b FTRE Td 5, FFFf O 2 @l TAER TE D720 AR
WESORITA B =D« A AN T = 0E THW L EAEMEZOAERIZE LT
1

B O STMn OZFEMIE X, 95% Toh o7, HIMAC THHT 5 B — ADHKF
MRS T, 0.3 Hz IR, BERIIE 250 ms O/ L A B — A Th 5, [EFEHEE RI ©—

Loy BELEE Chefl L 722 0 SMn @ B — A58 1E 1.2 X 108 ppp(pils per pulse) T

(500MeV/u) Energy Degrader
(Wedge Shaped)

Production
Target

Dipole Magnet 1
(A/Z selection)

Dipole [\/Iagr]et 2
(AE selection) - 57\1 Beam (340 MeV/u)
2-1 HIMAC® ~ XY —LF A4 v & AGHAETRK
J& 12X % 57Mn © — 24K oA
22, A FUTEAN
FERTHWEEOMAX 2R, B —AT A K5 H 72 Mn 1%, £ 15
cm DZER A L7DH, Pb o) X —%T¢32 mm DIZFFITRE—LE
L7z, &6, JES 1~2 mm OFEHHIZEIESH 5725, Pb H(4 mm)& Al(4

mm)& 7 7 UNEY =y DR R ERE AW BB T VI =T LD

25



JE(p=2.70 g ecm3)ZHHE LT, BEIEmE D DI L% 200 um 31T S"Mn H3E
ET5E9100 =y VMR LT —HEROE I 2 ER I L ICTHE LT,

2.3. ARk IR il 4

FIRUTORIETA VB =L AZNT T =27 M ARET 256 B
A 7 N2 B GM 7SV AT 2 — T (2N A T vAkL PAVS-062) & FVN T,
T —)b R~y RIZEEGE LT BRI = TV X U IRIC Au 7875 20 L 72 b D) T [E
REREE A [ U7z, [ A 50EHT, il L7 BB IRIC T R 20k & A CHREE &
HTER U7, BBOIREIL, SiFA A — e h—Ic X0 fllE L,

SRR L o0 ER SR T, I BN(E bR U R) b — X — (b LA &
MABIANTEBIRRAZ 24242y V2RV, REIX, 7 V2 ViIRETEL
(EC5300, KAERH) &V AU A X 2= FGS2000, KA BZH) % > T
iE &l Z Lz,

24. A AR T —yf O H

WH D TFe A AN T =436 TR,y R AR L BIRHEE > Nal & > F L —
arimtam AN ORI TH D, L L, REEE— L% W5 FEER
T, ZNHOHREINDRHERT 14.4 keV YRS O 5 2L X — R0l &)
R EERIH L CLE DO T, EAARY T —yfRERO Ny 7 7T 7 R
NE LS ELSRDIZDITHEHTE R0,

Z T AANY T —NRTHH & 2 NI HE 2 T D MitEs & BAE
TOMEND D, TN, AT m—RSATIER 72 72 Ry #ii5 H#R(PPAC) T dH
%, PPAC (21X, WNERIZ Fe IBfEAT v L ARTF—)L & H—RUEBWOD 2 DD

BMPHIAEN TN D,
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AT AR A2 72 K i 2 PPAC(Parallel-plate avalanche counter) I N2 % & —
LRBPUGNE WA VB =L« A AN T =GB DL, A AT T —y
R DB B E TR BB T 2[2], 0720, WNLE 1O HA N ESE

KRB, K& Kfa & OFFEG 2 BT D IZIIAR I RRBILER TH 5. PPAC 1T, &
JRIE TEBFRRD T, yrH OV I W EELIBR 2 E DA 2 v — LIELS O A X
NYT = HERIHND ZENTE D,

%] 1-5 12 PPAC O#l& 2 7R7, PPAC 1A AN T —EETH D Fe ZEIL L
ATV VARAT =N RIRE L, ZEEATIZHE L2 77 7 A MEM
MWD, BIRENEREREITEODOI T X — TR —=TvFr s
PG 2 LTV 5, 14.4 keV DOyf)s PPAC NOWINIATEH 5 TFe (21
WS, AAZAND T —ILIBIRINANE Z Y | SFe JEF-23hkd 245, STFe Jii1- D i
JhCEB AR CNEIRHAE TN S D, Z OWNESIGHRE 728 CiFs A LB 172
FNEEZLZT7 774 NEB~BEI L, HiEE2@ L CERE LTRSS
%o PPAC OFF#IL, 14.4keV DYRORTIEENRH U | E LN Oy I TS
BRIV, JFEMICIE 1 E O 14.4 keV D Y153 PPAC N STFe DN
BRHATE 1 & O S 2 ONEERIRTE 1 1 H 28RS 2 70 ENFTRETH 5.

YRRk U R ER A EE - A (PR Sla = e /y) DFIE DY 9 [EDEEZFFHD
T, @WBRHZIREZ AT 2,
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ARINDT — 7 R

(14. 4 keV)
P ERER R T 55954 k
= || sremie
A LT R7vLrrzF—n
= - i

- AR IR 28

=T EE (ORTEC VT120)
HREA HABE

A RN T —ERENEIE (T HER

2-2 AT 72 72 R H %% PPAC(Parallel-plate avalanche counter)

2.5. By IFAIRFRR BN K B BRREE SR D /7 A RAKI

STFe DB —FHREN S SN D T v ~BEmitT 572912, PPAC DT <
ANCEAAHEENE T IATF v o FL— a VIRHEREREBE L, A AN
Tyt & B RROBLR - BRE A By AIREFHEIEIC KV EH L, @ /L¥ —&
TIZE BNy 7 7T RER LTz [3], PPACIEATEROME Y | WL HLE -
AT 572012, M i S LB bS5, PPAC TR SN 72(E
NS, TTAF v e FL— g VREBERICE DR LR A LEIL
LT, BRBERAANG T —y OB Z T 5 Z LR L o7z,
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2.6. BEEFRA

2% BB ROE R (DFT)EHHIE. ORCA(X— 3 > 4.0 £72133.0) 72 75 4%
=2 MW TIT o 2, BRILEE Becke3 /N T A — # —Lee-Yang-
Parr(B3LYP)3 KO8 Ahlrichs 7 —v > 7 4 w7 4 V7K TZV /1 Z A L7z
Ahlrichs U 78— Z JF AL ERECR TZV 25 EICfH Lz, Fe 70t
Bl = 7K v b CCP(PPP)E VT2, HAME(RT 7 RX, ORCA 7'u s/
TATHAELEEFBENL L THE SN TV AKIENT A =22 W THE
L7z [4-6],

AR, FETHRY 5 LAH, H,0. SFe. LiH O Lk THA STV D& 71
EICHASNTIT o727, BERKE A HLE NBO[S-9IfEHT 21T\, #kJ 1 & JE PH O it
T & O EEHEE LTz,

2.7. BRIy R E

MERZ L > THBAEN I T —T1L, ZOLTEELILGAELH LD,
BELINMBIZELES ETBETHIEREXOND, AANYT —Tr—7
ETHD Mn(T? = 1.45 min)DBEEZEITLE S PRRZ LI L 7-FE 2 2 Z — FME 50
sec)& L, BIEHWTHHSNDAANRTD T —yiffi 2 A Ny FEH5ELT52 LT
B—y[FIRFFHE AT o o [AIREFHE A < ML, WRfE-7 & & L 28 ik (time-to-digital
converter, TDC) & &= /L X — gt 506 CRIFE S /172 KODAQ 'u 7' J
LATCHFREITE R & & HICRET 5, 2K VIt nsec T & ICKMZZEIL, &
LI TORE T 0 —T7 OESS, EOXIIBIIL T DOt nolzTnt
A HZ ENTED,

2-3 13, "Mn DOBEEZER . Fe DF—EEHEN. OB TH % 100 ns THK
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FLTWSEFZRL TV,

%] 2-4 [ZFUEHE D OWERIR 2~ T, BREHIZ 74 A A% v PHICEE S
TRV, TORBICEPRERNET ST I AF v 7 v FL—F—%EE LI,
SMn SIS DBIRIE. 2D T T AF v 7 v FL—H—TAX— MEFIC
ZHL I, TDCITAEZ B AD, Fe O — bk HELL ) & it S HyftiE PPAC
THEL, A My TEFLE LIz, ANy TGEHIE Ry 77—k =% A
THIEDDAANYT = RIAAETa=y hOEFLEDORBS>TND, XA
NUT—=y#DOH T NI, Ry 77— X —DIFHRITRRIE RIS
HTLERD,

%] 2-5 | X AEAE RS &R, PPAC OEFNCEE SN T T AT v 7

v F L—H —#PL1)IL, PPAC @ S/N t% (i) k&5, PPAC I3 2-5 B Tk~
7o) 7 e —T7ERU YFe TIERENTED . AZARNTT =R Thik S
T RE DI L 3 2 BRI U 3 2 WEBIRIUE T2 51T 2 b O TH L0 H, =%
VX =R 7 < TMn B SN B b I T N5, ThERET ST
DIT, #PL1 MEHEZ T2 & X PPAC DIEFEZITWO WA ET 5, F
7o IEER TE— AR ER SN TV DG RN S D/ A REFHA L 72z
WIZ, PPAC L 7T AT v 7 o F L—F—DEFIIZITRL RN, 29 LTH
HIVTZ A AN T —y# D % JE L7= PPAC D15 513 Gated PPAC & LTH ¥
v hER, BOIRA AT T — 2T MV OFTIC VSRS,
A =T —DORFTEMEIZ OV TR T 5, BetaPPAC (I, #PL1 6 DEHD H
b, MEEEN D ) A ZZFHI L7220 H D TH Y | PPAC X, PPAC 2D DIE5
DIHH, MEGENOED ) A REFR LN E D TH D, Plastic i%, #PL1 DAD
B &R L, Beam (3. MHZEO ORHEHR, 77 L —F —DEFNIAE S 1
=LA BT E—InDDEDETERT,
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#PL1~4 OfE51%, Splitter K ¥ 43 4L THI 700 ns FEIE S H 7%, Time-to—
Digital Comberter (TDC) &9 F Y 2 —/LZ bk b5, FIFFIZ, Gated PPAC O
5N RYH—{E%5 L LTLAM (Lookatme) (225545, LAM 2335445 &
KODAQ TT7 — X WD ZBRIET 5, Dk, BIESE/#PLI~4 iR+
HZET, LAMEEDEE L, KODAQ TOT —XWUEEK T 5, FRHTREIZ
MRS % IR S5 Z L2 L » T, #PL1~4 & A % — NME 5, Gated PPAC 1JHIFE
EARNYMEEETLERY Y7 720 M D ORHBAFEAEL THE, SFe DHF
— N HENL 2 D Oy ST D E CICE LR ZHET HZ &N TE S, =
T2, AANRN T —=RIA T a=y EhLRERELND Ny 77 —HEDE
2z, NSTDCIC X > TR G952 & T, B MHA B =L« AZANRNTT —X
N7 MVOBLRINAIEE L 70D, T B iE. CAMAC (computer automated
measurement and control) & FEII 5 BUINHHEHOHE THY | REOHET
— S At a— 4 TUHETLIDIZE LT bDTH D,

2-3  Mn OBEL% S Fe DR
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57

#PL
Mn

3

B

\ (start)

Plastic scintillator - #PL2

Massbauer Driving Unit

Non Stop
= e
Discriminator L Start Data Trigger
[Gelay =l
1 delay I L= TDC3

2-4

R 3120 0D B ] 3 F TR 7 [ %
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3F K H0 OAf v E—Lh « AANRGT —ZALT kL

3.1. K

ZHIVETITKF TOERA A > OFEFNEDLE LT, EBNZLLF O X 9 72Kk H
DERIF T DR 5 Z NP ERIER R W RIFZE S T & 72, SR OB KK D
AANG T —MZEE. A AR T =ZRPFER S NICERITHE S, 2],
BURGE U 72 AL EE — 8k D KRR 2 B0 S T2 A AT 7 —WF3E Tl KOFEEN
IZARENLDERA A2 T D[Fe(H20)6 M LiAD HIL TN D Z g ST
BY[3]. KDOIEITEEMNBARITEE DRI K > TA ARG T — 27 F LB
AL TWD Z ERREINTWADME], Y HdK(Ice Ie)FDOERA A2 D A AR
U7 =AY N VIR KSR O THlE S TR Y | Teele fHORE L ST
IRWNANRT ML THST[5], £T2. IKHFD SCo DIEIEA AN T — AT h)v
NS XTIV [6], Fe* & Fe DMl i DA 4 v DK T, S7Co K TH B
72D ERBRD AT MV TRIE SN, Fe & H0 E DL E~ N v 7 A5
ML & 7 — U 2B HSRINEFT-IR) D CEZ AW TIRNTZ & 2 A, b= —RHL
72 Fe JE1-7 HoO & Ui LOKZE1H © HFeOH 43 24T 2 Z L A ST
(7], Fe® LK & DFIRTHOWTI, B FEE X #LEFmtiEzE v
WFFER 72 STV A[8], HFeOH 1% 150K VL EDIRE T FeOH & H IZHfRE
ND, BEEARIZI T D Fe® & HoO DURE, BE DK FREE L TWH 729,
BN RV —[EREE FF > TV D Z ERRIBR I TN AH[9], KT D
Fe?" (H,0)n DTEZEIC L DEBEIZ DUV CTAFIE S TH Y [10], /KF1 L7 FeOH' & HY
AT 2 A o BEEFERS, HATAKIET ¥ RV OKD FDRE) P BIE Sz
[11],

VL EOWIFE T, #k & KD FUCHERE DBLR DG | F 7o TIRBRE KL~ DS
RAPEIFRF S TV DZO[IR2ER S TE /2, Ll IKHITHNSZ U 72 8123
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HEA SN O OSBRI S LTy, ABFZETIE, SMn J7+-
EOKFIZIEAL, A 2 B —A e ZANT T —227 "MLERIE LT, KH D STFe
R DALE EAALFRRREZ B 5 M2 LTz,

3.2. FEBR

FRTIIZ. ARV A I F T 4 NV EAOBREMATZBNVEZKTHIZL, 7 74 FAH
> MIERY A3 T 7, IKEOBHIBG RS 2B~V 0 Az AW TR AN L 72, K
I DIAENT Mn DA B =L A RN T — A7 kL% 13,77,150K T

HIE L., HIERRIZENEN 8.0,10.5, 16.5 HflTH - 7=,

3.3, k& BER
33.1. AANTT =AY b

13K CHIESNTIZAANTT —ZAX7 fL (X 3-1) 12250 X 7 Ly &R
Lo, FERZT Ly b AL FIIRN LTV, £ DAEQfA (2.80 mm/sec)
VL SCHR[4] THRAE STV DK H D[Fe (H20) 6] Eq fif (77 K C Eq=3.46 mm/s)
L0 b/INEmoT, ZOFEIL, [Fe(H0)6]* & 13572 2 BINLERBE & FF DK Dk b
DZEAUT ST v T ENT FeP A A NZHID Y Tle, X7 Ly b AL 77K & 150
K TORAANG T —=A7 ML THBII SN, BOBHEE O EFITHE - Tl
EMET Lz, MOy B & O A KV b EofEN/ NS o iz, 3 3-1 124
ANG T —=/NTGA—=B &R, AANY T —FHNOMEITIREIZ L > TEL
72(X 3-1), T1 & To D 2 DOIRETHIE L7 1(T) & I(T)IXRD X 9 7eBit%

\Zd D [14],
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9p op
I(Ty) f(Ty) —355 , [ X , [Tz X
lnI(TZ) lf(Tz) PRCETT le; ex_ldx—sz; ex—ldx (3.1)
2T EIyBO T RN X— | kIR~ VEHL O 1K O TFe DF A
IR, Myyld Fe OIFNVE &, c 1IIHHETH D, ZOFEBRTIL, HRIKEED 13K
Thololzd, 13 K THIE S NTZBREDOMHXT % f(T) /A(T:) & L TEE LT,

ATEIREE T 0 & & QRO RE 2T, BOODIx=2EERT 5,

A AN T =AY S )VOEENB I R OREARFMEZ X 3-2 12T, 731 1R
FEIX, K32 T L7 0vT 47 L, Op=132K &AL Nz, KD
T AR 226 K & A LTIV [15]. ZAUTKHP OKS FOIRBI>E Y
TrOBEEZR LTS, TAMREON(H LI, AANT T —{RE)IL, Fe
BENEINT 5 RTREOREBEZZ T 5, ZOERTHONZT A IRED X
SFe JRF DK DFEFITRENICEA TiAD HAL TV DI/ S T E 2728 SFe i1
IKFERBICTH AL TWD Z EndbhoT,

33.2. Fe¥'A A DLENE

HIMAC @ 2 IRE— AT A DG H MnP A F 0 B — A0MifE S 4v, M

A F NI RN — R il LN O E 2155, Mn™ A 4 30K T

1EL, BILLSNTEERLTFREE 725, M A A FEFHD H0 31k o
BIL I NTo, WAL RS DR % 52 I M 22 B AT RS B A & (i e 3

5 & Fe'A FANTKPCLENT DMER DD, HO 53 F DA F ANURT

¥ T Twater = 12.65 €V ThH D Z & DHE I TV DH[16], Mn DF—A A ALK
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TV X M vim =744 eV, AT AR T 2 v VIE Pyn = 15.65 eV TH
%, L7eido T, M &R LT 5 FERERED H0 0 F b DOEMBEITH S
ERGET D L. KFICH LiIAD B "M d S"Mn' & L CTEELT 5, SMn*
DOBAAEEIIOK T T SFer 2 4K T %, Fe DF—A A AR T v ¥ /Uid I'pe=7.91
eV, B AT AEART v v LT Pre=16.20 eV TH D72, FerITiEL ST
Fe'{ 4L T 5, LovL, KFOEREA A TR X » TLELT 5
ZEIFESAMBINTWD[1T], Fe¥' A A &K1 L OFAAERIZIX, Bifr- AR
T AEAER N EE 2B Z R LT 5, BRI, [Fe(H0)])*" 7 7 A X —
Dz BARERET v 2/ 1F Pre - Lvater @ FIZH D | [Fe(H20)6]* DFRBET v X L1%
Ll b 1 OO RO OWH & Ferohbhzgte HEE SN TV, oF
0. BLETTEMEBET DL, ARILFeDERINDILTIEDN, Fe¥' A4
WA LTI Z L EO RN E Z 57, EBar-PMmFHEAEFERICLDY
[Fe(H20)]?* & L CLEL STz LR LT, 2 2 CIEFEBRDO KD FH(n) & &
P, ZO%nEZRET D7D DFT #HHEZ17 9,

333, EoHE A

KD Fe? A A N — B2 6 DD H,0 73 5 Ff-TEY, 6 BNLOERA F
[Fe(H20)s* & 1 L TV %, [Fe(H20)s* 13K CLELT D RIBEMRH D | 2
AUE TOMFFE TIXBRE TR 2 T2 iF2E THUE S 41TV 7o, B[ Fe(H20) 2 D EF
BEITW, L SNTEBELFEINTEA AN T = RIF A —=ZEENEN
3-3 LK 32187, 2oL SN EEIX, STRCHRE S TVWa bk
AU THo7[18], FHHE SN AEq=3.93 mm/s (T, LA THESNTWNDEHD
& —F L72(77K TAEq=3.46mm/s)) [4], SCHR[4]TiX. [Fe(H20)s]*" DI %
LI SRR L b 02 A L CREFEFIRLL T 5, L L, AAF%E
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TERHSNEZTERZ T Ly b ADAEQJIIHALNTNENWEDTHoT=, D
72, SEIOERSEM Tl FeX' A A 3o F OB TLEN L Tnd &3&
bbb,

KITITAE 2 e iEE N H D Z LN BN TS, ZOFTH, A5 RSN
RLEETHDH, LrL, REZAGBLEY, KM LEESELD 5L, #
LRSI B (Iee I0) MG BN D, ZD Icele HOEE R EIF B L. RERANS
A (Ice Ty~ DRI E Z 5, & OSBRI, KT OEA A DA AR
T—DWENS 193 K THDHZ ENRESNTVDH[4], EBREMITH K508,
OEEBIRE L MEINTEY . #lZIX240K[19]TH D, 2 2DFH(Icelc & Th)
DT ERETTHEEIXZER U TH L, SRIOFEBRTIX, KESHITHEA L
729, fHidlcele THDHETFHRLTE, TDd, T —FX—=AND5 Icelc DIET-
EFEEH L72[20],

feR i DA EEE T Z 722 <, SFe 8 Ice Ic DFEFEINTE D X 9 72 # T
ET DM ZLOHREER DD, £, SFe JE T2 Iee Ie DOl aaAEIE T 10 fHD
H,0 73 FIZHENTZZZROF N D EARE LT DFT 3HE 2170, (H20)10 D
7 T AB—FeX DEFREEIT 5 12(X 3-4a), HJRFDOALEILT R =05/ 7
L& oL L, OJF T & Fe JRFDMEITEE Lz, ZDL &, TFe i+ L& 4
DOORHET S O [T D& 4 & ORI OHEE 2.78A Th 7=, WIT, O JEF DAL
BT 2EE L, Fe [l FOMELZ, Tx/VF—ZR/NIT 5 X5 IRl L7
. (Ha0)o 7 7 A X —OHULEIT R b ZE LIALE TR <, Fe JF+78 2
DD H0 73S W ZER O AL E Z 4 de Z & 3o 72 (X 3-4 b), ZONLE
DZFXF—7T 2.1eV LFE S, Fe-O BEBEIE 1.95A & 240A TH o7z,
ZAUE, KBEREEOMEITRBNEN 72 < Fe-O fEN _HBEFET D5 & &7
STl TH D,
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I TCHBOEM AR T D720, Fe¥ A 4 L (H0)u b7 5, 10 F
DKy T DEIZR DAY T 2B LTI LV K&y T A X —CatHEE1T-
Too BIRICHWZ 7 9 AZ —DREIPI/NSTED & FHRERDNEEST2E

MMERTEIRIZIR D Z e B D120 TH %, Iee Ic DffdaE Z AR 5 72012,
O I D& % [ E L7=—J7 T Fe JR & HIJRF DRI FRITIR & e fb L=,
b ZERBMFRIIRIE, Fe 7232 2D H0 431 & WDHHDTH
LHZ Emborolo(IX3-5 a), Felit & OJROEEEIR20A ThoTo, F
7o D 2 5D H0 731 Fe R EFHASEM L TV (Fe-O FEREIX 2.7A &
2.8 A), Z DR FANT R S EEIX, K34 bITRT LT, LV/hE
7227 7 AH —(Fein (H20)10)Z W TH LN S D EIFIEFR Uk R Z 1572, TFe @
AANRGT =T A—H %, 6§ =120 mm/s B LW AEQ=-2.53 mm/s & L CitH
SHVT(F 3-2)M, BITEDOFRAER L X< —H L TnWbd, LEd-> T, FEA i3 Ice
Ic D EEIEIZ BT > 7 ST [Fe(H20)4 ICHIV M ThH 7z,

334. ¥4 F—HEB & C

ARNRNG T =AY BN S WA B & CABLII S MU 55y BIZ 13K T,
53 ClX 77 K & 150 K T S 7z, iy B TR ENHTE B IXEMEES 7 b
L0, o2 MOBmAY L THDH EE T, Fe R T TOMWME L FRIERIC, Fe?'A
A2 H0 31 E RS9 5 & HFeOH 2T 2 ATREMEAR B 5 [8-10], £ 77,
Ice Ic DIIEZFFO(H0)14 7 7 AKX — LA UALEIZ O JR 1O Z [EE L, HO
5 1E5373 Fe L#E& L HFeOH L7272, (H20)i3 DY T AX —inbatHE %217
o7, LU, (H20)13 H D HFeOH DL ERMEEITIH A I N7, HH—D
D FIREMEIX . Fe(H20)u*" —[FeOH(H20)na1]" + H" & W O A 0 Bl SO IZ K 5

FeOH DAL TH Y . ZIUTEE SN TWAEMIS B L TV AL, Wik
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BT, ZORIRIEE A A2 OIKRSFRAIYS T 5, H0 531D 1 21X OH
TE#BEIN, H0)u 7 7AZ—0 0 R FOMEIFFEESNLTEY, K3-5all
RIHEED Fe R FICEHELTZ 2 2O H0 3+ D H HD 1 Db 15D HIFRT
BERESN TS, 7 7 AX —[FeOH" in (H20)13] DT FFRIL, O 1 DAL
BEzEE L REBET X —2 /M 5 Ko IkEb LT, 7T AZ—D
BTRNF—ZZET D702, HIEFOME L H A ORI ZZE 8 Lz,
Z DfER, [FeOH(H20)3" in (H20) 10 1322 E T D Z & AV L(X 3-5b), &t
BINTZAANG T —RIGA—=F[FRI2ITREINFEB & L —EL Tz,
L7eh > THE B Iee le i il I BT v 7 S 72 [FeOH(H20)3]" & [RIE S L7z,
[FARIZ . (H20)1a D D B Fe R B EEEED 2 5D H0 % OH IZE X #2% |
7 7 A4 —[Fe in (OH)(H20)12] % 15 L7z, i =2ilZ i b S 7 g (X 3-5
o). [Fe(OH)2(H20)2] 23K DHIZPACIA®D LN THEIE TH > 72, (H20)10 F D
[Fe(OH)2(H20)2] (3 3-2) D= DIZFR ST A AN T —RT A =4 %, 77K &
D150 K O XY mWiIRETBEINTEMSS C ORXT A= —F L,
[FeOH(H20)3]" X U [Fe(OH)2(H20)2] D A A 15 1, AR 1 o0 ANSE L 72 bz i
[FeOH(H20)3]" & UN[Fe(OH)2(H20),] & L CEEAE SN b D LTV | Tcelc fifidn
WZPACIAD bFE B, flE CIZREREAHEZIT T, [Fe(H0)4* DA/ HE L
T[FeOH(H20)s]" & HY Z AT 2RI IR ESSE TH D . K TIE H DS H0' &
LTZEML TWD AR & 5, <AHH T O BT 77 B O BOUCHERE & E ) — ¢
LF— LT TICHE SN TWD211], KT TORIGHEEIIEHETH L LB X D,
IKOWEN EFF 2 LOKF O HY (F721E HsOHD AR & BEIAMEE S v, KT

Fe(OH)2(H20), DY EENMNT 5 Z & ARr STz,
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3.4 fdm

KHFNWZHEASNTZ SMn DA E—A A AR T —AY hL% 13, 77, 150K
THE LI2E ZA, TFe X2 MMDOEmA L Tholz, AT MVIRE DR KT
DD Fe' A A d~ b U v 7 A2 H0 431 & HiRIFSWH AER 2”732 &
WMo T2 KOKEREE TN M (Iee o) TH D EREL T, A AT T —AA
7 MV TCRE SNIZFEOE D 4 CTO=DIZ DFT st 24T - 72, HIE L3 T
DAY MIVTRIE SN ERMIT, Ieele DFEREEEZMERFLIZEE, 40D
HoO 437 Fe¥ A 4 L NTHES LTz [Fe(H0)P L B0 M TH iz, & bIKRWIEE
13K THRAINT~A F—FIE, KIZHACIAD b7z [FeOHH0)3]" & [FlE Z i
Too 720 TTK E IS0 K O®EIRTHERLI NS 59 —DDO~ A F—FlL, KFZ
PA LA ® B 4L 72 Fe(OHp(H20) T & - 72, [Fe(H20)4]*, [FeOH(H20)3],
[Fe(OH)2(H2O) I I K Dt E D T- DI K E BB o T2 E RN bho
72
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150

200

100

Relative intensity (%)

Velocity (mm/s)

3-1 In-beam Mdssbauer spectra of °’Fe implanted in ice measured at a 13, b 77, and
c 150K

3% 3-1 Mossbauer parameters of 57Fe implanted in ice

Temperature Component é mm/s AEq mm/s I' mm/s Area intensity
150 K A —1.29(2) 2.73(3) 0.83(5) 71%
C —0.90(6) 1.3(1) 1.12) 29%
77K A —1.35(1) 2.74(2) 0.74(4) 75%
C —0.90(9) 1.2(2) 1.4(5) 25%
13K A —1.41(1) 2.80(3) 0.71(4) 71%
B —1.00(8) 2.1(2) 1.12) 29%
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3-2 Relative recoil-free fractions calculated from the intensities of the Mossbauer

spectra
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3-3 Geometrically optimized structure of free Fe(H,0)s>" using B3LYP/TZVP.
Interatomic distances given in the figure are in angstroms

3% 3-2 Calculated Mossbauer parameters of >’Fe species in ice

Species & mm/s AEq mm/s
Fe(H,0)z" Fig. 3 1.41 3.93
Fe?*t in (H20)10 Fig. 4a 1.58 4.19
Fe?* in (H20)10 Fig. 4b 1.32 —2.58
Fe(H20); " in (H20)10 Fig. Sa 1.20 -2.53
FeOH(H,0); in (H20)10 Fig. 5b 1.14 -2.12
Fe(OH)2(H0)2in (H20)10 Fig. 5c 0.69 -1.32
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3-4 Fe*" in the (H20)10 cluster. The positions of O atoms were fixed to maintain the
lattice structure of cubic-structured ice, and the positions of H atoms were geometrically
optimized using B3LYP/TZVP. A Fe atom located at the center of the (H2O)10 cluster. B
The position of the Fe atom was optimized to have the lowest energy. Interatomic

distances given in the figure are in angstroms.
a b

3-5 a Fe(H20)4" in (H20)10 cluster. b FeOH(H20);* in the (H20)i0. ¢
Fe(H>OH)>(H20): in the (H20)10. The positions of O atoms were fixed to keep the lattice
structure of cubic-structured ice, and the positions of H atoms and Fe atom were
geometrically optimized using B3LYP/TZVP. Interatomic distances given in the figure

are indicated in angstroms
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43 N7 LHIE SEe DA B =LA « A AN T —ALT h L
4.1. N7 ALk
FOSYES £ 02 B 72 DARREERFIZ SMn Z1EAT L &, BEO~ Y v o7 R b
B U CEEFIE STFe ALEN ~ T v T END AHEMERH 5, Bilz1E, Mn %
KANZHEAT D & | [Fe(H20)4)*", [Fe(OH)(H20)3]" £ 7= [Fe(OH)2 (H20)3] 23 4% L
KOMFINZ Ty T EINTHHE 72 5[], —FH . NEWES T 570 5 R B
HIZS™Mn ZTEATH & TFe DBE—DJFRA A B~ b v 7 AR T v T
ENHZERHY, EIE Ar ~ b Y v 7 AT Mn APEELE L7-% D SFe JF ¥
OALZIRREIL 3d" DETALEZFF DO Fe" TH D5 Z L3 bh>TW5H[2],
N7 AR (SF) L — NS ATEE CRERME LB X LN TODH, @I 3
NF—=OhiF LS LT FJRFZ T 2ME D & 5, SFe [l AT M L%
—® TFe(«Mn)ZEA L7256 BUSHED TR S L <EIREEBEEO EH 5
DOME ZRT D05 TV,

INETIZ, b=V —TEBIEHRT L SFe XML S, v U v
ZMRICHBE L 72 7 Y ALBE DR DG DN B D [3]. BUSERM 2 (RIRE A~ ~ Y
v I AR THBELIZE Z A, flifkle SFe~ R U v 7 AHCIE FeaFe 43 1 AR T
HDIZxt L, AR LT SFo/Ar ~ b U v 7 AHClE FeFs & FeFa ERT 2 Z &
N, AANTT =AY Minbbhpotz, 1o, RO FesFs & FeoFs I
SEICHEL, HEETO FeFs [IXMBISOEM TH D Z LN binole, A A
N T =3 NETIHIEE , A AN T —ERRBE L2015 | BRHTERIZ IR E
ENDH, WROGAIXHEEIREERAND Z L2 X > TRIRFP 0BG %2 ET v
L THIEST D Z ENTE D, FRRIC, KD F - JJFoLaTH, v ) v 2
AHHHEN A TH D,

UL, #flif7e SFe [EARH T Fe JR F- 2038 L T 67", Fe i1 1 82 SFs
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HUZIEA S NT35E ORISR D75 5 TR0,

ARG ST, ARIEEAR SFe lZ A B =2« A AN T —5 k5w L. Il
MEHNTIIMn ZEATDHZEICRY, NEMEEEZ BN TND SFe Y, mT
FNF—=J{AIOE LT F JRF 2T 2 &0 o I L0 BOSTED - EIE D
PWEEZRL, HEEROHKO 7 o AthBER SN D E R L, FE SN NG % T

~7z,

4.2. FEE

ARFEBRTIL, SMn/SF6 DIRE T 10~12 TH Y . TP SMn JH 773
RRTER D FTReME 72 < B S vz, IRBIFREE SV A% He M4 -V T 9K IC
WHUEEHK ElIc7e—ay b —F—% LT SFe ¥ A% AL, SF6 D
B2 TR U 7=, [ER SFe IZEA L7 Mn DA > B — A X AR T —ZAY

rLZ 9K KTN65K THIE LT,

435K L ELR

43.1. AANRTT =AY hL

S"Mn % 9K CTHIASFIZIEA LT EDA LV E— LA AN T — AT fL %
X 4-1 (@IZRT, A7 "MUEY 7Ly PA X T Ly hBEMAEDET
7 4 v hSH(FE4-1), IMn EREER T A~ MY v 7 A(Ar[2]X° Xe [6]IZ1F
A LT85, S"™Mn OBEEZR D STFe L F 13 H— D Fe Ji1(3d%s?) £ 7213 Fe'51
A (Bd” F721% 3d%s) & LTRENT D Z &R oTe, SFe B ARIEE~ N v
JATHDEET DL, Mn OBEELD SFe Ji+DANT buix, REME
HHAS MY v 7 ADGEIBHI SN AR ML ELTHDIETTHD, L

L. AEIOEBRTEBHISNI-FEO A7 ~LiE, Fe R Fer D4 LT B
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BHAANG T =T X2 —HERio T\ FlAORMEART 7 M6 =-0.81(2) mm/s)
X, MAE Y 20 FZERTHH D TH D, SFelZIEA S ALTZ STMn™ I T4
YIPEILSNTF R FABE S, Fe il F- & SO LT FeFa MR LT &EZ 2 6
N5, NEE~ RNY v 7 APICHBESILTZ FeFa O A AT 7 — 8T — 5 )3l
HEINTWZ2WZH b 5T, f A 1X FeF, & [RE 37, BIOFE B(6=-0.56(3)
mm/s; AEq=3.15(6) mm/s)% FeFs & L7z, FeFs OHEKSIFHME SN TEY
[3]. RMFIE T LI A ANT T — 3T X — I CHRE(5=0.68(10) mm/s; A
Eq=2.86(10) mm/s)IZHTVME T &H - 7=, ik O IT % 1k O % FERLBEHGHE I L D
RSN, AANT T =AY MUZ 65K THIE L72(X 4-1b), ZDOIRET
I%. SF¢ DIELBKFRNMEK T T 5720, =27 OEIL 9K THIELZEED
59% 2 Lz, ZOANRY ML, JRWE — 7 RO DR 1 bk S h
TBY, T7arRVa—va NIREEE -7, £ T, FeF, & FeFs D A A1y
T—=NRIA=BQRRy T =7 N LTI K THIELESE AEE)%
BE L3 2D NFECE—JET 2 > RE L TANY MLET7 v b &S
iz, TORERE, FeFa & FeF ICMA T, e Z 7Ly FTHLHC ZFAL
72(3 4-1), 65K TiE FeF; O — 7 #JEIX FeF, OB —Zi@E LD H K& o
7eh, 9K TIEEDOH Th o7z, Eo, @i TIE SFe b D F R OILHAME
EINTZ EPHE C DA ER B 52 T L EEMERH D, FEC D
BLPERS 7 MBI 4 D Fet O BMER S 7 ME & A CiEl(X 1-4 K 0)Th o7
7o, Fi C X FeFy & RIE S 72,
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432 FEEINBIEGHA

ARNG T — A7 FVTRUH S - R O % LB EGHE 217 - 7=,
FeFa(n=1 75 6)IZOW\ClE, B3LYP/TZVP Z W CEHR 2470, T DOfE R A2 F
42 (Y, RIRE SRR S 7 FEDORF IR, TERD A AT T — I A
7 M VTEBI STl & 1T 72 5 T D, FeFa, FeFs 38 K O FeFs I22\ T
feidfb U7t 2 X 4-2 1R T, 2D OFE OS2 0RES & fe il U7k R
LERHEEITIH A REE RO Z L 3D o7, FeF filX S=4/2 DHEIKAE
THIEHEIEDen)ZFi B, 8& AEQIXERIE L X< —&L T, Kl Ar~ R Y
v 7 ARDOEER FeCl, & FeBr, DA AN T — A7 FUI/NE72 ABg [E%
FioZ ENE STV D D[7]. B EEPLBISGHA Tl FeF, 13FEH 12/ S 72 AEq
EaFF>Z LN Dh o Tz, JEMD SFe k& T DR A MR T 728012, FeF2 25 SFs
DEHILTH D SFe b 1-H51E[8] % VT FeFain (SFe)14 0 7 7 A % —(FeF2 23 SFs
T OBEBIETH D)DEIE AT 512, A S 472 FeF2in (SFe) 14 7 7 A X —D A
AN T =T A—H(5=-0.86 mm/s, AEq=-0.03 mm/s)ix, EZZHF D 143+ D FeF,
DT DG LIEFRETH Y | SFe#& 173 FeF, 1D Fe JE - DBREEIZIZ & A L
A H 2 TWRNZ LA RLTWS,

b S A7z FeFs OREIEIX, S=5/2 OILEIRAE 2 KO -1 = A T BLE (Dan) Td
o7z, FeFs OFHHEME & BUAED AEg 1%, FHAME I<—H L THY, BIHIE X
DH DT NICREVETH -7, Ik l STz FeFs OREIT, S=4/2 DX IR
REZEFFD, F72 Do RFMEZFF - T2y, AB HIFBIHI SN L D L/ S
<, AEQEOAR—ZIBHI SN HERE D L0 b/hShhotc, £72. FeFs KO
FeF4 2%t % JE PH D SFe &1 D528 % | £ AL 4L FeFsin (SFe)14 X O FeF4in (SFe)14
JTAB—DAANYG T — T X —F e H U CHER LT, TORER. FeFs &

N FeFy 50 FD A AN T —R3T A—H %, HEfE X372 FeFs XX FeFy 55 FD %
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NEF—THoT,

4.3.3. JERBUG

FERTIX, MEM AR M A 4 % SFIZIEA LTz, 2O Mn™ A 4 1%
EILS A, SFs & Mn & DOROEMBENHEEZ R TLE LTz, SFs DF—A A
ANERT v v Ui Tspe=15.32 €V ThH D, Mn DF—A ALK T v v ik
=744 eV, B A A MbRT > v % ML Pwn=15.65 eV ThH V| SFe 25D
IBEIN EREE TH D &ETHUX, SFe~ MU v 7 ZZEAINTZ M A F
WTEITCAE T, M A A BT A2 Ll b, D%, SMn' A A DB EE
N R ST A A U AR LT, IRIT, TR A A ALJEPHD SFe 2> & D EE
Lo TEIILS I, Fe DF—A T MURT o ¥ VI Tee=791eV, H A F
AERT ¥ VT Pe=16.20eV Lo T, ZOEMBENZL Y, SFev U
AN SR A N ER LT EZEZ DD, 2D X DIT, ™M™ K S7Fe? D
BICBRE TIX, SFe'A AU DR LT EERZbID, KT D SFs 3 F DA A
RITIAS AR STV [9]. SFe' b1 A4 v DAERIEZE < DFfEBEERR 2 726
TZLERDNoTWVDH[10], ZTETDH SFe FAF TO L —H—7FE L7 Fe
JRFDORFFETIE[3]. HLEMRD FeFo 3 FIEAERE T, TORDY | KHERIGED E
TRAERIL RARD FesFe & FerFs Thh o7z, L, AWFETIX, A E—2A-
A AN T =03 N EZ VT 9K TOREZAT > T2 iR, BHEIKD FeF, & FeFs
INERCT 2 Z LR bhoTe, SFsDiEZ 65K £TEFSHEDH L, SFe D F i
T-OBBPMELE S AL, ZORER, FeFa bAEKT 2 2 &ERbhoT,
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4.4, FEim
S"Mn % [ SF IZTEAT B2 DA LV E—L A AN T — 2T h)LE 9K K

V65 K THIE LTz, SF i3 —RINICAEMED FTH D LB HNTVDIZH N
M H T, STFe JR oA AL SFe~ U w7 R S g o To, BEED
7 o Ab#RSr 1 Td % FeFy & FeFs X, 9K T SFe 43 700 b it &7 F - & Fe
I U CHERM LTz, SFe DIREE 65 KIZ ER S5 L FeFslZHID 4 THIL
TR LTz, HENBIEGH R ZTV, TOMEEMERLI-E A, FHRE
NTZA AR T —RT A= TEEFER L —B LTz, FHEOKE. FeF,, FeFs,
FeFy IZZ NI, EHMEIEDen), =AM (D), MU EFHEE (D) ZFF> 2 &2
Drole, A = AZANRNY T =03tk %x SFIZHEMT 5 Z LIk, m=T
AN F—=DJFAFDN SFe BFRFIZIEA SN2 EIT, BT L EO L~ ToO Fe i
T & FJRT & ORISHEREZ P10 TH LT LT,
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4-1 In-beam Maossbauer spectra for >’Mn implanted into solid SFs at (a) 9 K and (b)
65 K. The blue, red, and green lines denote singlet A, doublet B, and doublet C,

respectively
3% 4-1 Mossbauer parameters for Fe implanted SF¢
Temp. (K) 6 (mm/s) AEq (mm/s) I" (mm/s) Area Int.
9 A -0.81(2) - L.1(1) 66%
B —0.56(3) 3.15(6) 1.0(1) 34%
65 A —0.81" - 1.3t 21%
B -0.56" 3.15" 1.32)f 39%
C 0.12) 0.8(3) 1.3 40%

* The 6 and AEq parameters were fixed at the value measured at 9 K

1 The I" values for A, B, and C were assumed to have the same value
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7% 4-2 Calculated Mossbauer parameters using B3LYP/TZVP/CP(PPP)

Species S 4 (mm/s) AEq (mm/s)
FeF 5/2 -0.45 1.15

FeF, A 4/2 —0.86 0.07

FeF; B 52 -0.57 4.08

FeF, C 4/2 —0.08 0.50

FeFs 32 +0.22 2.16

FeFg 2/2 +0.24 -1.36

F

1.77

‘ 1.77

4-2 Geometries of iron fluoride species (FeF,, FeF; and FeF4) calculated by
B3LYP/TZVP. Bond lengths are indicated in Angstroms and angles in degrees
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5% KFEMLTAVI=ZTLAYFTALAH DA LV E—L « RANRT T — ALY
%

51. KFELTNI=D LY T UL

EFDOWZET — LTI AFE Y F 7 ALHITEA S Mo DA > E— A
AANRG T —ZARYT ML TA L E =D AANRNY T —A7 MLEEHILT-, %
Z T, Mn OBEEZEEZ N L TAEL S TFe 1L, Lith A b & HY A DT OE
WNEZFFOZ L2 AL TWD[1-3] o T DOHFETIL, LirEHELOD SFe
DAANRNY T —=AXZ VL, 6 DD HJFEF7Y 8 HRRIICHUL L 72 S7Fe JEF-IC

Xt LT,

FROKBIDTBEFAFELBRVE TH LT, B KRB E 2o T2
BRIZED X 5 2R E D D& 9 R R BRI HIER STV D8, i
BRAREE TOBREE T TLOR D> TR, 2O T, FeH 2 IXFiimes
D4 TRELEZED TR Y [4], BEAKETIC Co A LT-FEE T FeH 4+
DAANG T =AY MERIELTZE WD [5], 4.2 K TORAANYT—RF
A—2—138=0.59 mm/s, E;=2.4mm/s TH2D» 5, Fe-HITIHAHKEETHD 2
EARRE SN TWD, BOMETIE, FeH, FeH,, FeH; DR 227 F L%~ K
Uy AT A Y b—yaElelz AV TllE L Tnb, £z, FeH, D& ILE
MG RO Z 3G S h T [7],

AT, &E N TOKFBIEBALE DD HER OB D8I B L CHEE S
TW5, @E FTO FeHy(x = 1 ~ 12)D5 fAfid 2 BREm et 12 L 0 HEE L8], &%
KFA O X BEHTZRE9]. £ L TRE F TOKFEELED in situ A AT T
— AT MVORITE T, Fe-H OREE DRSO BMAIRIS O & B S &
DA & 5H[10-11],

BROKFL, KBRTEM B A~DISHR IR SN T LM TH S, 1BH O
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BRiE N CTORBERNDAREEIRE IR (RN ERM BN TV DA, Ho' A A
v aBRITIEANT DA A AEANETAR LT AKRFEED A 2T 7 —HF5E Tl
30.4 T QMRS 2 F5 28 LWMEA O LR BE SN TWH[12], £z, ¥
~ 77 AR KFEL MgoFeHs 13, $5MEA B D Fe(l)RREE L TE %
T2 NHARD FeHet 7 =4 > B FFO Z ERHESNTWDH[13], LOrLINET
(2, FeHs 7 =F 3B S v T 720,

KFY F T LTIV =0 ALIAIHNTE LAl & L TRAIZE B AL, oK
FATEAELE LCTHER STl KRBT OB GRmEIE I T 2 s &
TV 5H[14-15], € LT, AREHH O SOCHRE RS TR ST %, LAH 13, AlHy
T=F ol LTOXA A N —EOHRECRE SN TR Y, KERFIET Al JFT
Z WU U EAARBZEANL LT AIH 2 TERC L T D, LAH OBGIRIZ L D | ~F
Pt FU K702 U LisAlHe(3LiAIHs—LisAlHg + 2A1 + 3H2) 23 ERkd %, LAH
ICHEAESNTZ ™M DA B =L« A ARG T —27 huiL, kFELgLE D1t
FROSTZT TR L RIEEICET 2EHRA GO 5,

ARETIE, LAHIZHEAL S"Mn O A VB — A RXA AN T — AT N L& 17~

300 K DRI THIE L. LAH#&FIZF TiIAD b2k DL FIRRE 2 T~ T,

5.2. FEB
IRENRREERL L R EA~T o A CH A L7 ARk LAH % —7%7 > h(Fn
HAEHEN Mn ZFEA L, AV E— L AR T —A7 fU%E 17, 35,70, 135,

200, 300 K CHIE L7=
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5.3 fhR & HLE
531 AANTT—ZRT [l

FER AR 5-1 1T, ABFETRIE S AT MLVOFRITRE K AE T
FEFIHEEIL TR Y, A7 AP R ST LAH 1o 7 v — 70 K
I LT RICAER SN T IR ERTETH Y . TR ~DREN DN &
ZRL TS, 17K THE LA ARG T =27 FMUE, 2 flOFX 7 Ly K
NERONTZ, EOX 7Ly b A(S=-022 mm/s, Eqg = 0.65 mm/s) & IRD X 7 L v
K B =-146 mm/s, Eq=1.1mm/s)Z /R L7z, 35K & 70K TH|E LA b
NEXTLy N A EXTLy N B OMEAGDEIZT vy hEELEZA, ¥
Ty b B OBENNSTECTERMEARS T FE EQ DT A—F—2 B H
TT74y hNESHEDLZENTERD SIS, XT Ly EB DRAARNRNTT —/RT
A—42—(1S,Q9)% 17K TV 4 v N ZHTMAICEHE Lz, #EOREN EH 5
DIZHONT, #7 Ly b BOMEITRED L, 135K ETHERLZ, AANTT
—NTA=H =2 RK51ITE LT, BIEES T FOMEIL, FELIEROEGE T
RN F2Bk & X IE R AW B,

X7y b AITTRTORETOREIZBWTERS THLN, X—AT 1
DB DFREENE IR 5 To DI B RITIREIC L > Tl -T2 W2 D, 7
> b A X LAH FCARSNIZME—DIREICBEL L THEET HLRERETH D
EFZZBND M) LAH FITTEA S N7, 2ot S5 T Mn 3 LAH
FORERMBEIL, ZELM LT M D FF AR LT, S™Mn T4 O
ARG STFe DT A NAERR L, JFFHDOKFDOBREEZELY, Z O E e TK
FACEFTE FeHa AR T D ATREMEDR B D, ¥ 7Ly A DAANRNTT —/RT A —
Z— 3 R TR E STV D BERI DK FELEE FeH O£ 4L & 13572 > TV [5],
b ATREMED EW U U AT, SFe 28 APYE 71X LitHh A R CEBEEZ D 2
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ETH%, Fe ITEXIEMEEN/NSTET LAH BBE T FeZ BT 22 LT
TV, HH A FTIEESICEBNLEZ & 5 2 LR TERY, LAH &1
I Fe ARIBALEIZILE 5 ATREME b HERR T X 2pn S, ME—Z27E 7o BN 8 % Ho
FHZLIENEETH D, XLy b A DRMEIKRS T MT AFTE#R S Fe Ok
REIZH Uy LAH B 7N TIHEBERICLEIL L T FeHy Z TR L TW D, X7 L
> b BIX LiEHALEICSH 5 @A By Fe'lokfin LT\ 5, 532 FLIRE, §EL<

w95,

53.2. Al {BHAZE D STFe(Z 7 L k A)

DFT 3R LV Fe & H OfifiIZn 24 1.83 £ 2.1 THY . Al Offizkix 1.61
ThoERMbONT, Fe & HDBEFMBOAEIT/NSWH, Fe & H DOfEH
ARG & A A UG DNRIE L TV %, LAH 4% Tl FeHs AL O AR AL
31 ThH D7D, Fe R FOIBRILEIL 3 MO F h F A L7 b, FeHa 7 T
A K — D15 % DFT sH5(B3LYP/TZVP) Tl L7= & 2 A, 4 DD Fe-H &
2 1.68A DRI —DOFEA R AZFFOMERTHMIELZFFOZ LR bhro72(¥ 5-2),
fe e RlX LAH AN DIt x O Al-H #i5&(1.60-1.63A) L D b T MR 2o
7z, DFT FtEORER, $RIFT O b ZERBIRMET S=52 IRIETH D Z &3
o723, NBO AT O HRE FELE D> H[Ar]3do%4s%74p0 1 & 51 X7z, Fe &
H O EAERIX, Feds,3d, 4p. H1s ODIREDIRICH K L, Fe ® sp3 IRAHIE
IIEEREAI 7 Fe-H A 2T 5, D=8, Fe¥'([Ar] 3d°) D& 1Al 1315
SNTehotz, 1.68A &9 [EHA D Fe-H K& FFofci b 7= FeHy OAEIE I,
Td#ETH 72720, FeHs HIM TIL EQli B e THH-72(F 3-2), LovL. AR

D LiA A& FeHy 2 Y FATe AlHy S K & B ABU(E) & A S E Tz b
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FEAoND, ZOZLERTIEDIZ, FLD Fe i £ TOMREMEN 7.0A K D
AL & LiRT25&Te, KXW R&E7s 7 A5 —[(FeHs)Lizo(AlHa)1s] D FHH 21T
72, Fe-H fA DOE SITHE —~TlIR - 72(1.65-1.684), 7 7 A X —TatHE &h
T2 A AN T —RF A—41%, §=0.02 mm/s. Eq=-0.59 mm/s T&H > 7=(F 3-2),
FERERE RN —EE R L, BHARNEBEORFIIRKREEEINTND Z
xR LTV, £, SHEINRMEART 7 18§=0.02mm/s 1%, FEERTHOL
ToHMER Y 7 FE=02mm/s & HHRIIR & e TRl o o 7223, SUERCTHAE ST
V5 B3LYP/TZVP/CP(PPP)% W= IEDOIEWERF A2 EE T 5 L, ftHEMEE O
TR REHNTH D Z Lo T,

5.3.3.%Fe @ Li BH#A(LE(X 7 L v b B)

27 L kB(17K T8=1.46 mm/s, Eo=1.1 mm/s)i%. LAH H|Z Li* CE# S
72 Fe JRFIZHIV B THOND EBER T, ZORMAKRT T Fe=+1.46 mm/s | L, =
AV Fe(ll) S =2 DEMRT 7 MY T 5, LavL., Fe(ll) S =2 T
2K & 72 DUMR 53 Z4(EQ) & FFo, 1.5 mm/s LA ED K& 728 1%, 3d7AliE S = 3/2
DFe&EBZEZBND, ZiuL, Co HNFERMNOLHE LN LD TH H[16](X 1-4
L), TNETIC, KB Ar~ bV v 7 A TO SMn O3 IE, 3d7 D Fer i E
DHTHNTZ6=R22mm/s EWVIHIIIEFIZKREQMEEZRLIZZEEZHRELTWD
[17], Fe'RXUAHFRLTEARITINL L7 R Tld, Fe' O IELEIRARIL 3d%4s! DAL % Fr
B, 8=0.0 mm/s &/NEV18], Fe'Af AL MEHOME & fEH L TR WA,
Fe' D& FRLE T 3d%s! idiE, 3d7 TR ETHDITT TH LD, FelbEHD
MRITITE A EFEIN TR, 3d7 DIKA E Y S=1/2 Bidi&E(4.2K T 6 =0.65
mm/s) % £ Fe(DAR /L7 4 U ALEWI[Fe(TPP)| R3S STV A[19], £/, &
A DEMT T T I UBIEE DA AN T — AT MVRHREINTEY
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F DEFHEEIL 3d7 O A B S=3/2 Bl E (4.2 K T 0.50 mm/s) T D Z &3 h
> TV 5[20],

LAH f&8h CTld, LitA 4228 5 50 AH PRI BH E v, JEFH O ATH, DY iR
DENZENPD 1 DOKFBRAITHEAE L, BEALE T Iy FEEZEAL T
5o, #7 Ly N BOEDEFHIELZTRD7-0IC, bt 5 50 AlHy MU A
HAL CHENT LIFOBBANEIZH D Fe' i 71572 H[Fe(AlHa)s|* 7 7 A X —%
FHE L7, Fe-H DR X% 1.83~1.98 A OFiPHTH Y | JR 7 DONOLE & [ E L7k
REC, AU T LAH FEEEIZHkTIT D [Fe(AlHs)s|* 7 7 A & —ZFHE LT (X
5-4), OLLBERAL L IRREIL S=32 THY ., ZHUI3dFEICHYET L2 &N
binotz, BMERY 7 MEITS=1.43mm/s & IEFIZKEZ VN, DFT FHEICL D 3d
BErRENROEETHDL I ENRIN, ZOFBREANCHE S A AN
U7 —NT A= FBR S NTEE —F LTz, 7 T A X —[Fe(AlHs)s]*(S=3/2)%
FIWTNBO #2417 - 72 & Z A(IX 5-4), Fe @ HIRE FALE X [Ar]3d%%4s%2, H
SRAV VHEEILS=2982 L7200, S=32 D3I EEE L KL< —H L7, AlHy
& Fe OFEAMEIFIER 1259 < (37 5-3). NBO (253 < 2 IEBNHE RN T, Al-
H #5 5 #H0ED b AR FIEOIERE S Fe ~DO k513 E(2)=2.37-3.35 kcal/mol ThH 5 =
& DRSS NI, Fe-H i Mayer fii R #1% 0.20-0.27 TH U | [FIKFIC Fe-Al il
BORAEWREBIL 0.17-024 Tholz, FHEOFE, Fe ITEFNEERER T
AlHs E WG E RS, S=3/2 OIRAELE 1 D Fe()WNLEIZIRD Z & DD
Mol

[Fe(AlHa)s]* D Fe DEMART 7 MIFERIE L —E L72A(GE 5-2), itR ST
EofEIZT/NET X7, 2D, LV K& 7 A F —[FeLila(AlH)10]>" (S=3/2)
EHAWTHREZIT>72(¥ 5-5), 2D 27 7 AKX =%, FLOD Fe i+ & OREEN
60ALLTD Al L LIETREEN TV, FHEINIZAANTT —RT A —H
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—8=1.39mm/s 353X W Eq=1.07mm/s |E, FEEFEE L IEFIC I < B L7a(3 5-
1),

534 X7 Ly b AL BOME

AANG T =AY NVHOXT Ly b A L B OBEITIRED B & & HITH
D UT-(K 5-1), Tl BLiTEHANLE O SFe)l3FE A(APEHALE O TFe) L v 20
D Lz, FEA L BOWERNEEICE > T L ERET D &, HIEFD
LAH BTN TD TFe DR v B NI E—27 DJERY & LTBH SN 5139 TH
Do LInL, 2 00% A FOREIIIFHIZR > TBY | Fe (TEMIKEZZL
SEDLZD, ZOBTIMETRERER 2L —2 B LT DN H
Do LI T NRDIBERGFMEIIA AN T — 27 MR OZ T Ly il
FEOEADIRKTIIRNWEZZ b5, ZOMEDOEWT, BENDLTA LD
EWZ X D EKBROEN, T72bb, A LB OT A AIREDEVITE
KT 2bDTHD, AL BDOT/AAWEIT, FEREE Mer=57 LGEL T, AT
DFZ& HWTHEE L7=[21],

o
(LD N 35 TZJ~T X 4x—29
FA7K)) " kpbiM 2\ )y e —1

STMn OB BV SFer X, LAH BRFTO V7 = F 0 7 RONETLT 5
WFRIZEBWT, AP RO LitO W7 O EHNLE 2 > Tz, STFe O 85%70% AP
EHNEZ &) FeHa A A L. YFe O 15%)° LiMB#fLELX L o7,
— 7 SREOWRERIFNEIIT ANABEOENCL DD THY, A & B DT A
REIXZNZEIN 194K & 117 KIZT 1w FLTE(K 5-6), T 734 BARCIHKIRIC
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BUABEEITICHAIT L Z EB8MbLN TS, LAH OFE &IT TR CHlE
SNTEV[22]. N HHEONTZ 50 K L FTOBREET — X 2 HW\WT, 2Ly
LAH OFT S AR 460 K & F1HH LT,

MRS 7 VO Ry 7T =27 BB S, A ORMERS 7 MR
DOLEFEEBIZ0Omm/s ITHVMEE 78572, ¥ 7 Ly b BITHMENNSTESLT
D, ZRRKy T =T NEBTHZ LN TERhole, 7Ly M A DR
PER Y 7 N OIRERIFIEIC DWW T 5-7 1239, ERRIE 5-6 DALY M ILVOTH
FEBEN DR ONTZT NAIRE 194K 2 E LTHERTH 5,

AANG T =AY MU L o THESINIZHE A @ Fe DJF{FTINRT /A IR
BEIX, 2V 7 LAH OF ASARE XV IXH 0K o7, FHE IR, B
Ry 7 POERBREICEG SETWD, RIS, BB RIT, BEFEFNO LD
W ERE DR FEB OB 2T 5, — ., “IRFy 77— 7 MIRTFOm
JEREEN CBURIC R A T D, ARIOFERTIX, LAH D A V1 MIFET D
SFe (ZIFENN 2B E R E o Tz,

5.4 fEdm

LAH |2V EAEHLEE STMn DA B — A A ZNT T — 227 ML 17K b
300K £ TOMRETHE LIFER, 2 2047 Ly "BRBHISIL, ZDOAXT |

JUIE APYEHR L LiNE#LO STFe IZHID M THhhle, ZauHORAIL DFT 3HAEIC
LV HER ST, APTEMALE O SFe JRF1d, A T AR EEZRD 4 DDK
FIRT LA LTz, LiTE#NALE O SFe JR 1%, S=3/2 IRHED 3d7 fid & % £5
5 50 FeHsr2 = M &GV ANERZFf> T e, LAH IZ T v 7 ST Fe
JEF-DOFT AR, APTEHRTE CTIE D=194K, Li'E#NrE Tl D=117K &
HEE S iz,
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3% 5-1 Mossbauer parameters for Fe implanted into LiAlHa.

Temp. (K) of(mm/s) AEq(mm/s) ['(mm/s)  Arealnt.
300 A -0.14(1) 0.53(2) 0.56(3) 100%
200 A -0.21(1) 0.61(2) 0.59(3) 100%
135 A -0.22(1) 0.63(1) 0.54(2) 100%
20 A -0.24(1) 0.61(1) 0.53(2) 89.0%

B -1.46%* 1.1%* 1.0 11.0%
3 A -0.22(1) 0.62(1) 0.57(2) 86.3%
B -1.46%* 1.1%* 1.5(6) 13.7%
e A -0.22(1) 0.65(1) 0.56(1) 85.0%
B -1.46(9) 1.1(1) 1.0(2) 15.0%

* The Mdssbauer parameters (0 and AEq) of the species B measured at 35 and 70 K
were fixed at the values obtained at 17 K.

1 The sign of dvalues listed in this table was inversed to show the conventional values

as the spectra measured in this study was an emission setup.
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3% 5-2  Mossbauer parameters for Fe estimated by DFT calculations using

B3LYP/TZVP/CP(PPP)
clusters charge spin  Jd(mm/s) AEq (mm/s)
(FeHas)Li20(AlH4)18 +1 5/2 0.02 -0.59
A (Al-sub)
FeHs4 -1 572 0.04 0.00
‘ FeLii4(AlH4)10 +5 372 1.39 1.07
B (Li-sub)
Fe(AlH4)s —4 372 1.43 0.49

Calibration of DFT funtionals for the prediction of >’Fe Mdssbauer parameters were
performed based on the literature (Neese, 2009; Romelt et al., 2009) ; Linear equation o
=a(p— C) + B, where Jis the experimental isomer shift (mm/s), p is the calculated
electron density at the nucleus (e ap>), oo = —0.366, B = 2.852, and C = 11810.
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% 5-3 Bonding nature of [Fe(AlH4)s]* (S = 3/2) estimated by DFT and NBO
calculation with B3LYP/TZV.

Second order perturbation

BD(AI-H) to LV(Fe) Mayer bond orders

E(2) kcal/mol Fe-Al Fe-H

Fe-(1Al-1H) 2.81 0.17 0.21
Fe-(2Al-2H) 3.35 0.22 0.27
Fe-(3Al-3H) 2.37 0.21 0.23
Fe-(4Al-4H) 2.40 0.22 0.20

Fe-(5Al-5H) 2.46 0.24 0.21
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5-1 In-beam Maossbauer spectra of >’Mn implanted into LiAlHs measured at various

temperatures, as indicated in the figure.

71



5-2 Structure of FeHs™. The geometric-optimized structure was Td with Fe-H = 1.68
A.
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5-3 Cluster of [(FeHs)Li2o(AlH4)1s]" (S = 5/2), where the red, blue, green, and white

balls represent Fe, Al, Li, and H atoms, respectively.

73



5-4 Cluster of [Fe (AlH4)s]* (S = 3/2), where the red, blue, and white balls represent

Fe, Al, and H atoms, respectively.
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5-5 Cluster of [FeLii4(AlH4)10]°" (S = 3/2), where the red, blue, green, and white balls

represent Fe, Al, Li, and H atoms, respectively.
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5-6 Temperature dependence of the areal intensities of doublets A and B.
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5-7 Temperature dependence of the isomer shifts for doublet A. The solid line indicates
the isomer shift, assuming second-order Doppler shift calculated using the Debye model
with D =194 K.

77



51 STk

[1].

[6].

Miyazaki, J., Nagatomo, T., Kobayashi, Y., Kubo, M.K., Yamada, Y., Mihara, M.,
Sato, W., Sato, S., Kitagawa, A., 2014. Local structure of >’Mn/>’Fe implanted into
lithium hydride. J Radioanal Nucl Chem 303, 1155-1158. doi:10.1007/s10967-014-

3456-8

. Nagatomo, T., Kobayashi, Y., Kubo, M.K., Yamada, Y., Mihara, M., Sato, W.,

Miyazaki, J., Mae, K., Sato, S., Kitagawa, A., 2012. In-beam Mdossbauer
spectroscopy of >’Mn implanted into lithium hydride. Hyperfine Interact., 204,

125-128. do01:10.1007/s10751-011-0487-1

. Sato, Y., Kobayashi, Y., Yamada, Y., Kubo, M.K., Mihara, M., Nagatomo, T.,

Sato, W., Miyazaki, J., Tanigawa, S., Natori, D., Sato, S., Kitagawa, A., 2016.
Mossbauer spectra obtained using B — vy coincidence method after >’Mn
implantation into LiH and LiD. Hyperfine Interact 237, 1-8. doi:10.1007/s10751-

016-1299-0

. Carroll, P.K., McCormack, P., 1972. The Spectrum of FeH: Laboratory and Solar

Identification. Astrophysical Journal 177, L33—. doi:10.1086/181047

. Pasternak, M., Van der heyden M, Langouche, G., 1984. The characterization of

FeH molecules by Mdssbauer spectroscopy. Chemical Physics Letters 104, 398—
400. doi:10.1016/0009-2614(84)80087-1

Chertihin, G.V., Andrews, L., 1994. Infrared Spectra of Reaction Products of
Laser-Ablated Titanium and Titanium Dioxide with Nitrogen and Nitrous Oxide in

Solid Argon. J. Phys. Chem. 98, 5891-5895. d0i1:10.1021/;100074a012

78



[7]. Korsgen, H., Miirtz, P., Lipus, K., Urban, W., Towle, J.P., Brown, J.M., 1996. The
identification of the FeH» radical in the gas phase by infrared spectroscopy. J.
Chem. Phys. 104, 4859-4861. doi:10.1063/1.471180

[8]. Li, F., Wang, D., Du, H., Zhou, D., Ma, Y., Liu, Y., 2017. Structural evolution of
FeHas under high pressure. RSC Adv. 7, 12570-12575. doi:10.1039/C6RA25591D

[9]. Pépin, C.M., Dewaele, A., Geneste, G., Loubeyre, P., Mezouar, M., 2014. New Iron
Hydrides under High Pressure. Phys. Rev. Lett. 113, 265504-5.
doi:10.1103/PhysRevLett.113.265504

[10]. Choe, 1., Ingalls, R., Brown, J.M., Sato-Sorensen, Y., Mills, R., 1991. Mssbauer
studies of iron hydride at high pressure. Phys. Rev., B Condens. Matter 44, 1-4.
doi:10.1103/PhysRevB.44.1

[11]. Wordel, R., Wagner, F.E., Antonov, V.E., Ponyatovskii, E.G., Permogorov, A.,
Plachinda, A., Makarov, E.F., 1986. Mdssbauer study of iron hydride produced
under high pressure. Hyperfine Interact 28, 1005—-1008. doi:10.1007/BF02061614

[12]. Schreyer, F., Frech, G., Wolf, G.K., Wagner. F.E., 1983, Mdssbauer study of iron
hydride formation by low temperature ion implantation. Solid State
Communications, 46, 647-650. doi:10.1016/0038-1098(83)90205-3

[13]. Didisheim, J.J., Zolliker, P., Yvon, K., Inorganic, P.F., 1984, Dimagnesium iron
(11) hydride, Mg>FeHs, containing octahedral FeH¢* anions. Inorg. Chem. 23,
1953-1957.

[14]. Kang, J.K., Lee, J.Y., Muller, R.P., Goddard, W.A., III, 2004. Hydrogen storage
in LiAlH4: Predictions of the crystal structures and reaction mechanisms of
intermediate phases from quantum mechanics. J. Chem. Phys. 121, 10623-10633.

doi:10.1063/1.1795731

79



[15]. Levvik, O.M., Opalka, S.M., Brinks, H.W., Hauback, B.C., 2004. Crystal
structure and thermodynamic stability of the lithium alanates LiAlHsand LizAlHs.
Phys. Rev. B 69, 1-9. doi:10.1103/PhysRevB.69.134117

[16]. Wdowik, U.D., Ruebenbauer, K., 2001. Emission Mdssbauer spectroscopy in
Ti0; single crystal. Phys. Rev. B 63, 125101. doi:10.1103/PhysRevB.63.125101

[17]. Yamada, Y., Kobayashi, Y., Kubo, M.K., Mihara, M., Nagatomo, T., Sato, W.,
Miyazaki, J., Sato, S., Kitagawa, A., 2013. In-beam Mossbauer spectra of >’Mn
implanted into low-temperature solid Ar. Chemical Physics Letters 567, 14—17.
doi:10.1016/j.cplett.2013.03.033

[18]. Yamada, Y., Kobayashi, Y., Kubo, M.K., Mihara, M., Nagatomo, T., Sato, W.,
Miyazaki, J., Sato, S., Kitagawa, A., 2014. In-beam Mdssbauer study of >’"Mn
implanted into a low-temperature xenon. Hyperfine Interact 226, 35—40.
doi:10.1007/s10751-013-0913-7

[19]. Mashiko, T., Reed, C.A., Haller, K.J., Scheidt, W.R., 1984. Nature of iron(I) and
iron(0) tetraphenylporphyrin complexes. Synthesis and molecular structure of
(dibenzo-18-crown-6)bis(tetrahydrofuran)sodium (meso-
tetraphenylporphinato)ferrate and bis[tris(tetrahydrofuran)sodium] (meso-
tetraphenylporphinato)ferrate. Inorg. Chem. 23, 3192-3196.
doi:10.1021/ic00188a032

[20]. Stoian, S.A., Yu, Y., Smith, J.M., Holland, P.L., Bominaar, E.L., Miinck, E.,
2005. Mossbauer, electron paramagnetic resonance, and crystallographic
characterization of a high-spin Fe(I) diketiminate complex with orbital degeneracy.

Inorg. Chem. 44, 4915-4922. do0i:10.1021/ic050321h

80



[21]. Giitlich, P., Bill, E., Trautwein, A.X., 2011. Mdssbauer Spectroscopy and
Transition Metal Chemistry, Springer-Verlag Berlin Heidelberg. doi:10.1007/978-
3-540-88428-6.

[22]. Bonnetot, B., Claudy, P., Diot, M., Létoft¢, J.M., 1979. Lithium
tetrahydridoaluminate LiAlH4 and hexahydridoaluminate LizAlHe¢: molar heat
capacity and thermodynamic properties from 10 to 300 K. J. Chem.

Thermodynamics, 11, 1197-1202. doi:10.1016/0021-9614/79/121197

81



6= KFEUF 7L BEARE(NYF 7L LiH - LiD OB EA o E— LA « A

AN T — A7 N L

6.1. LiH & LiD ORI fiEA v B — L « A AT T —3 61k
KFEY F U LILHNE 1 2DV FILAL TN 6 DO HT =AU ZHEN
T E R DR S 2 FF oA Ui CTh D, RABIE, =i H 800 K £ T
O IR T LiH Z2#/E L TRV [1], ZEhibiE, 11K 25 750K £ TOMREH
WTHIEL[2], DA U E =L« AANTT =AY MLERE L TND,
AETOA L E =L« ARNRTT —=00ETIE, BFFERD A AT T — AN
7 MOHBEBAIL TEY | 7'a—T7 ORI IRIE Lbh bRy 7o 3,
ARETIET 0 —TEORMEREZ R L 7A@ >N CHEHT S 2 & & Y
5, RO MREEEZ T 5 Z LI Xo T PRITED L S eiRiEZRET 2 )
EHLNCT DI ENTE D, I, KB R LXF—OITBME & L THER S
NTWLKFY F UL LH &, ZDORNAETHLEAKFIY FULLD &L
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6.2. Er

7 A F ALy NN AL FEKRIZ, K1 emxl ecm 1T EDKE ZD LiH - LiD
TN EHEFEDT(K 6-1), HZEE 1.0x104~1.0x107° torr ZREF LR H, A A
N T —AN7 MLERIE LT,

W0 R By R EHEE 2 iz, RIRFEHECr N> ME, TDC & KEK T
BA%E &7 KODAQ 71 /' A CTHEMEH & & & I1Z508k L7123, 6],

6-2 X, PPAC L v FL—F—L DX A IV T AT NV Th D, Ml
BRRNEBLH S 7= W5 % +=0(3320ch) & LC. yiROBI S - Bali i 2% L
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TUW5 (0.2525ns/ch) o, t=0fHED 717 FE—2 (% 5Mn B — L0 0BH 1
ANSNIZHE EMEZ R LTV 5, K 6-4 @ PL1 @ 3100ch £ D HIAIRIL, By
PRI R TR E L 72 BRI T, £ D% Oy A X MEIT SFe O8I fE -
TRDT D Z L WNHERTETZ, ZhICE - T, EOEEDIIC A AT T —y #
NERIENTZhE e A N7 T ATHERRLT,

6.3. it & BER

LiH O2FHED A7 bV EK 6-3(p)IIRT, AANTT —s8F A —H L
DFT G225 578K IR W TIE, Li R FAEH L2 Z D SR DO — it D
B R Ia 3 EE Lz & 3B 2 LD singlet By (Ag L 25%., LAFIRI L), Li i1
B USRI & £ D doublet K0(10%), H JRT-Z @ # L T T
Kbaz ARy SFe I K 2 singlet 53 (40%), H EHALELZ & D kK2 1
9 doublet 453 (25%)D 4 DDOFRATITIFIE TE 7=, 623 K TiE, Fe O Li BT
B KT 5 singlet 1857 (35%)3 L OV e % ££ 9 doublet 1% 53(5%). H EHNLE
IZINE - 7= L& 2 B D singlet 1%45(50%) 3 X O doublet(10%) & 72~ 7=, T4 5
DOFER LD . RFEBRD 578 K IZHBWTH, 27 =— LR Z D& KM
IFEXBEESNL TS EE X, BErIEElE L T2 50 singlet THMT+56Z & &
L7z,

B TCR DB T HBR, ST O EGHERN RGBSR U, B ORZFE(IREZ
)N TE D, ZHIOEEEH & IR & OUNED EMBHRNHERS 3 5 IREZ K
DHIENTED, ZOBIRO IR Z B -y & 15,

BUEHE 1 DS MHERIC L > TR 2 IZED Y | IR S BURTE CHRRIRETE
J(REMENCE DD L O RBEERINETITHHARINE S D, WE, t=0128B1F
HIEFE 1, 2 ORJF T HENY, N, Ziun s ¢ REfRE L 7= % ToOFRE 1, 2 O
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FAFIR T8 % FEXU Ny Ny K8 1, 2 DERER 2 Z N F 1M, b &3 3R

WO H[33],

dN, N,

E = - 1N1, W = ANl - /1N2 (61)
N VW G aas I SN
N, = Nle MM (6.2)
A
N, = NP (e™Mt — e~2t) 4 Npe %2t (6.3)
A=A

KOBHEDETH DN e 2 (XL U O OIFE LIZBEROBR 2~ T H DT,
). WEERENTFE LRV E ZOEITIRETH D,

EREDOERFRFE D) AT MIVICBT 280 Dlf)az b LI, LiH ORFHE S
AT MVERRNT LT, B—yRIRFGHEE TR O AXT MV A 6-3 (a)~(0)I
RY, AT MU, BRRHIFEE =0 & LT yRO M S 7zRES A 32 ns [
b CHER MR L CHIH L2 b D TH D, 32ns D ALY R L% 2 DD singlet T
FRAT U 7= RSB OB BEZERE ¢ = 0 2B ORI Z X 6-4 1 TRT, PHEAER
DRI & & BITART FVOBIER /NS 7o TW DD B D Z &3
Ronsd, ZoblE, Mn DO EEZORBE= X LX—ILH %40 eV THDHT-
. STFe DNfEdbkEF A BENIT 5 &\ ) ATREMRIMR VN & B R 7o, Fe Otk d Li
JFAH L <IZ HIRFOREFR@IEH L, Sl lA&FRp2 < 70 5 £ Tl
I LRI LR 76 LT HIRFTERDNDH L LB LIETHL VT H
S B EL O F 72 DR RERNE IC B BT D . TR b b —
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FhECHENT DA B A[s] DA TRE 5 &3 HUE, PPAC 235HHIT 2 WA
BEAHNs X [4]

N; = AN, te™*t (6.4)
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6-3 LiH OIS A B =L« A AT T — A7 kL

w

N
T

—
T

A  H Sub.
@® : Li Sub.

50 100 150 200 250 300 350 400 450
elapsed time after f-decay of ’Mn T /ns

6-4 LiH @ 578 K 233 1T 5 A58 B O R 17

500

90



Normalized Counts

200

180

160

140

120

100

80

380

330

280 [

230 [

180

130

280

240

200

160

120

200

180

160 |

140

120

100

80

(b) 578 K

Velocity / mms™?

6-5 LiD ORREf A A7 — 27 KL

91



7 6-1 LiD {5 = & O (EBMEET 7 1)

Li Singlet D Singlet Li Doublet D Doublet
Temp. IS IS IS IS FWHM
/K /mms’ / mms™ / mms™ / mms™' / mms™'
293 -0.69 (10) -0.143 (50) -0.199 (47) -0.109 (40) 0.44
533 -0.686 (21) -0.050 (10) -0.180  fix 0020 fix 0.44
578 -0.659 (22) -0.007 (10) -0.150  fix 0050 fix 0.44
623 -0.601 (52) -0.005 (21) -0.120  fix 0.080 fix 0.44
# 6-2 LiH & LiD @ 578 K DSy
this study Species Temp. IS/ mms’ [AEq| / mms’ I' /mms’
LiH Li sub. with no defect 578K -0.771(14) - 0.47 (20)
H sub. with no defect 578K -0.162(9) - 0.47 (20)
LiD Li sub. with no defect 578 K -0.66(1) - 0.44
Li sub. with a defect 578K -0.2(2) 1.69 0.44
H sub. with no defect 578 K 0.02(1) - 0.44
H sub. with a defect 578K 0.05(3) 0.65 0.44
calculation [2][3]
LiH Li sub. with no defect RT -0.558 - -
Li sub. with a Li defect RT -0.577 0.463 -
Li sub. with a H defect RT -0.705 2.091 -
H sub. with no defect RT -0.015 - -
H sub. with a Li defect RT -0.105 0.534 -
H sub. with a H defect RT -0.105 0.533 -

92



normalized counts

210

20 1
170

120 g 24

70
500

650 r

450 1

250

50

650

450

250

50
850
650

450

250

50
180

150

120

90

(a) LiH

32-64 ns

224-260 ns

324-356 ns

420-488 ns

(3

Time Integral

4 3 -2 -1 0 1 2 3 4

velocity /mm s~

normalized counts

g

go

4 3 2 -1 0 1 2 3 4

velocity /mm s

6-6 578K IZFHIT A LiH & LiD OFRFSEA B —L « A AT T —
AT v

93



3

= AIDSub.
= @® : Li Sub.
=

ot

)

220

‘7

=

3

=

<

%]

=

= 17T

%]

N

=

g

H

(=]

Z.

0 1 1 1 L 1 1 1 L L

0 50 100 150 200 250 300 350 400 450
elapsed time after $-decay of ’Mn T /ns

6-7 LiD @ 578 K (23X 1T 2 mifd 5 & o BE & 77

500

94



51 STk

[].

Nagatomo, T., Kobayashi, Y., Kubo, M.K., Yamada, Y., Mihara, M., Sato, W.,
Miyazaki, J., Mae, K., Sato, S., Kitagawa, A.: Hyp. Int. 204, 125-128 (2012)

. Miyazaki. J., Nagatomo, T., Kobayashi, Y., Kubo, M.K., Yamada, Y., Mihara, M.,

Sato, W., Sato, S., Kitagawa, A.: J. Radioanal. Nucl. Chem. 303, 1155-1158 (2015)

. Nagatomo, T., Kobayashi, Y., Kubo, M.K., Yamada, Y., Mihara, M., Sato, W.,

Miyazaki, J., Sato, S., Kitagawa, A.: Nucl. Inst. Meth. B 269, 455-459 (2011)

SRR BOREER B 7R (2011)

. Funke,K., Richtering,H.(1968).Kernresonanzuntersuchungen zurbeweglichkeit der

ionen in festem lithiumhydrid.Ber.Bunsen-Ges.Phys.Chem.,72,619-623.

. Omata, K., Fujita, Y.: IEEE Trans. Nucl. Sci. NS39-2, 143 (1990)

95



TE A

REERFETHD Mn 28— L THEHEWEIZEAL, FELTELD
STRe 27 m—7 L LTHWDA B — L« A AT 7 =556k % v, YN S,
THERKT B L7 Fe JA 7O EART OE TIRESS S5 T2 5 HAAE.
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R DEIRIIR 5 YR O T A BINATRETH 5 2 & 2, A THIO THESZ L
72,

TOXIITARFETIE, A B =L« AT T =ik E KEGAWE

B 5 K(H0), KFELT L2 =7 LY F 7 A(LIATHY), B X OVKFEL Y F 7 A(LiH),
2B NTAT AR E(SFOICEH L7, ZOfER., W OGRE Tldf/m b
RN BE BN BRI E NI FeALFROMIG 7T n A 2B L72 ET, £
ME TP O 22 MEERR DO AU REh L7z,

97



S FEOBEDNBIL I E TSI D25 RIS A > B — L« A R
T IEOFEEMN LT, FRCIE LiH ISR L CEATAZ &2k,
F AN L2 1 BOES TN E UGBS 2 2 STk L, SFe ORI
T OILHZER), 72 5 N SFe i RO T KM DOYLB OB T2 H B2 LTz,

INHD I EPOARM R, FERRRIUSE PN TACFEREEROE B b |

FOIRFEDBLINTFEDB SN S A B =L A AN 7 —43 15050 &6 H
EIWRTHZEICHEE LD EEZOLND,

98



At

ABFZEIE, AR BB R E B S MR SO R ER O RO b
EIATWE LTz, EEZ 2T T 2I0H 7 VB TR ZTHEZ W72 SR K
N LET, BEBREERE 3 F00BEICELET, £an A ToIEE
HEBICHLED LT, TEZFIEMHNTVEEE £ LB —RER, BIEOEA
Bk EEBIZ I, STl THRELZ W E O LT bk iEsz 72 b
L7,

BRGEE RFEZPOLEE - AELOEN S T8N 72 & | BRTER R
BE~AZH S, R EROSRICDIE 55 K gL §EA2E 2 L TL
EEVWE LICERIBERFO/NRED BTSSP L BT E7,

FALRAFICER L C, RIS EI%, MR, WA S 2, Ve x KRR
BRI, EEABEMZE TV SRS L TR £9,

TG RREE R G IFZEAT HIMAC (2351 2 BT, EERAE BOCRHEE 5
DR A=, IR E] B EdZ . RIRRFE R E A e R =R B
B, SRKFFATHIRDE N FR Ve HER, FUTER R T30 A R
R E R SR BT SRR RACBER L [ESLTZER g N B R AR
TR FE B S AR O BRI PR BT JERT  EiRiE P28 R AU IEBoE £ BAK
7o MREBICKREBHERCR Y £ L, 20X R EEN< B5Fo T
T2 & BFEE 72T TR AR ORE T2 2 N TEE Lz, B4 H
L EFET,

WHFETRICLWH, w3 X A DOEEFFFHINE T /1 < 128 o 2R o &
JIFERERI, A BUORHG, BRIEBORZHEBRI, BRI, PR R, R
EIK, I E OERRICEHNN T L E T,

VT R T OFETESS, B TOTRE, AT ETOMER B H

99



THRIWE L, KT FEHESE L, REAGE,. [LHEFEEDOFERIC
ZRIEH 2R L BT ET,

BB EOFRTLE N R —NT 4 7 ARASHOERIIL, EBEEZZE VI
FE,RUIIDT TN EE LD & B L BT ET,

BB, XA TLES o FBEESN - LET,

100



