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1996 4, YEFHERIZIT DX S oHh o EH R
Hyakutake 725580 X #2MH TWHT L%, AT
752 ROSAT (258 L7 X AR Em8E @l L 7=
[1]. ZDOUIEXBLAENS, FiEmICEFE->TWDHE
K- (dust, ZORLF-A3 K5 A B35 D73 5
EOJRIK) N ERIZS D0 D EZF DA%
MREVOTEIRD T FZANTE, Zihh X
a3 oD TAR RS- ROSAT IZ 85!
HWXZENZEHEDDLONEI TH -T2, LinLEL
HEiz X BUEZO THELLEIZEWE O TH -
7o, ZD%, SESEREEDNDFEERR X #aH
TWBZERHESNT. FT-, Laio@HlT —
BEFRARIRBLTHLE, HENHD X fHELT
IR TZDHDN O o072 [2].

RN =X 2 [ TR0, ROEH
X BRROEEAMED L S LD DR AL T
DRETHSD. HERITKOHDIH72b DT, £
NWINKIG I L THo TS, Lo CE
BEAREN X BEHTZ8EBE 2000, Z2T,
BLHISH T X AT 5720 IS I Fen]
REMEDSRTISNTZ. TR TEXERSTZONAR
DT —~ThHDHEAMAA L DEMRBATE LI
LBLDOThHoT-.

Hyakutake 2350 X #ROFHED—D1%, £D
5 EE DNER R O T L TR IR TS, R
DIRE % 52 HDOIE KA 2 17 km D30 Th
STEZETHD. ZOZENLREGREBRAHD
ZEDHERRE . 1997 4F Cravens [3] 1%, KI5
JEHR D ZAliA A NER R D4y 1 L ZE L
TEEHEL, Tl o0 X ek
3 %L 3 %, solar wind charge exchange
(SWCX) #ia4EmE L7=. Cravans |Xflj Bi7n 3t

“C Hyakutake 750 X fifig i &% RAELY, T
DBUAMELIZE—B @ FLVNOREET) 3228
oL,

—RIZEAAA TR F S &,
FIMLE AT ERNTHIE TS, flif-o72%E
T O EIERREIZ DY, oA CERL
ZHHU TRV IRBEBIZE B AL T70bb

A" + B — A G + B

A ey — A ey + by
NEZD. ZOowRRITE<OBHLNTEY, 77T
WZH EDEBRETII T T A~ D5 2 Wric
WHILTWD. 722 20E, AT BEOAF L D
Bl E L7200 DS, ERRO L7 B AT
ZENNEZ D LS TR 2030, R EERIC
AT DIFENDID. ZIUL BRI TE 25
(Charge Exchange Spectroscopy)&L T 1970 4E4X;
BADPLHWLN TS [4]. KEGEF DA
N OEE) T KL —X 1 keviamu FEETE
LU T THY, ERBATHIRED &b KEARD
I THD. Lied>T, SliA4 L EEE KK
NS Z XK ERHER T X B2,

ZAliA A PR -0 1L DB AT TR 22
[ZOWTIEBFZERHEA TWDN, O MR
SUNT SWCX DEFILDMESIBLRIE Hrilg S
7. T2T2 KGR DA A OFFEC S X FFfE &
EBICEE TS, LIER->TET AO BEZEH
DI HIRODLDIZNEETHD. Tl AT
DIZT SR EE O Ze W A A W CTE O
BUIFHET VEIEY, BLEO )5 TR
RHEICHETAE R ZFDLDOICHNDEND S
FHCAFFEDN T A TUWND. Sl 4 DB
ITHEFZEME IO W T ERN S H Y ik
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1 BT 2L I A D<ET MITED
L7 Linear HEEDHD X MG ATk
I ERT RO SRR 100 eV ELTEH D
& 10 eV UL 0.+ ITEIE GRS
{ELCTdB). (Cik [5] 2 biiEd)

B E<bmoTna. 27171, aEns X #o
W ORI A DL E TR OREE (n0)
DFERDN 3> TODREMN DD, T aFERT
HHZEIIA LTI, FZTHERNCESES
FIRA T AT DN TEL AT 8 22 8 1 75 (1)
DA E D )& RDEIUZFE ST SWCX D
ETINEEDLZEM TN, ET VRO —
BZK 1127 [5]. ZAuE 1999 4R IZEHIS
7= Linear EE)NDHD X FEATNLTHD. 4y
fifiE% 100 eV ELCEtRLIZH o3 BRI
B<HBILTCWS. 2L EOFELWHERITE -
ERWRBEDBLAIZ L THRNEDMNBR.

B, ZZTEHRBGRFTOAF L D3 AITDON
TR EZ RIS b D2 v Tn
L2l FH T ORI ZEZFUEL TW\D). Fiz,

HERFHRICED (nf) RAFMEDRD FIZHONT
IILTLHEDFIENHELL TEHT, SHIT ¢
IRAFMEI T 22 EE CRESE DL EVIHFER LD
0, JFONIZET VOEFEEICOWTIEL K
FNORMNES.

KIGEEER RO IET X BRAFAET DL
TR, YRR RREDOEZETH X MRS
EFZZ DI, MFENRSITWD, ZD—D2&LT
HIERD g T SWCX 124D X fas i bz
ENTMED X FE R [ S <N DB
BINZTe T, HIBRD I~ X AR A [T DH L,
FR X BRIROZ2N T D HHFT X FR3C-TC
KBZENDD>TWD, Tz XRg st v

AFXBRDEE (F/ A—RIL=109A—=FIL)
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BAROXBAND bL

o
o
T

BELTOVEVED
XBRRD RILEFIL

XERREE (ERBDEAI)
o
.

o
)

\

400 600 800
ASXBOIRILF— (BFRILK)

2: XA SO O ¥R 5y OBIANE L Z L2t
9% SWCX et DT /L. AL TR bx
DAL RIL(HINEA)Z C VI, O VI, O VI 4
DHDOBERR(ERR, T2E21E, FWRENL C V)%
TNz 72t D RO BAR) BRI 2SR T& 5. (3
Bk [7] 2DEEE)

0.0
200

1000

9. KGR 3R THEE DRV &R 77X~ 1T
PHENTWND. FobD VI DR R R R
DIMTHENNBIRDO T T X~ DHWNHS. Zh
HOT TR T X BB (D7 s
1 kev LU FO#K X B AL THHEB 2
HNTWD. [FELIZLABNIZ O Skt
DIRFEN—FFNIGR T HTENBHHT &AL
L7= [6,7]. 2O SWCX TitBi T&5 (X
2).

72720, KGR AFICHDERLNDAA % 9
FIEEL, ZDEZFHET 22 TRIHIS
X BRART B BEDZLINTEDENIRRE
T, PRI BEAT 1T ST e BRI IR
NHDDOTREEITKEDIELETIERH->TIH
v, LnL, M5 OrE IR ZBIVTERY,
KEGEUIHIER DI <ETHRLND. EDREIZ
SWCX ML ~7=DTHA). FEE, HEE 8
SN LED X HBIEBEDME L RDHIETE
D AIREMED M ERR S ALT.

JLEZTHDESMAA L EHPER T 7D
ERICED X BOFEL, iR I7A~Edi:
T APERL TNDEZARLIZEZTTHIRRIS
AREMEASD. FHITIZZD I REZANNA
WALHY, TORUTR>THRD LI SWCX
LD BG N LDIDITE R, B, Fli i
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HFREBOBGOE S CEMBITEZZIZLD X
MR TWDEDHE RS [8].

PLEAZTEI=LIIT, B BATEZEICED 3
HITR B R B ZFE N IT o T —~< &
LC, 22 10 AFRREE 5 D43 B CIE IR ITHFFEE
NTE. ZORMD—2LLT, filt KIKYHE
DOIFgEE 12 LD Charge Transfer Reactions] &
I¥8FLAY Space Science Reviews REIZFEEIN
72 [9]. BATRBATEZZOBANHIED T, T4
BT ZDEENZ LR TWD. EDOH Tl
FHWEE S22 — B L LS. KB
FDOSAMAA L (He™ LN D% FLIL 1968 4ET
b5, DY, EMBITEZZEREO BB EIE
Lo Tz, FREEITOWNTHRD DA
kS oT. 2T SWCX IZEDEEE DD X HRAHS
W ENAZERBIOENABIR AT REZRFEE D
FREZFFOZLIT R YN ONIT T ThD. 3
BRICHR [9] Tl B RAEHY TENAEED D
TW5., By M WTEENOD X #ra#H
L, X BRICFEDMEEST-D1T 1962 4 Th-o7-.
1968 (EDHF S TEENDLD X MK RENT
WCHENST2DThAD. Zind/ad)» 1996 4%
TRENRD T, ZIRBZOHmAWNWEZAT
HA).

& X#k
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AR, FFFTR 2
1 FAE AR T2 e e BE T2 78R T 169-8555 HURUHT T fig X AR/A LR 3-4-1
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TRR 24 - 11 A 26 HRAE AT

2009 FENHT AVAT, 2012 DD H AR TENENFIHDNIIL Eo72 X #H HE L —% —(XFEL)
X, TNETIZRVEE =7 ELZH 75 X IR TH D, XFEL Z3EHZ IR 72 B Cld—Axic,
LN AL THDLL EAT ALY, BHEANEIPMRET 5. 20720 XFEL BHEOMENIC
AREHEERFE L0+ SV AOBR N EE CThHDH. Fx L, BE UVAOHEZ B L, 1#
XFEL | i@iﬁkéhé%ﬁfl’ﬂ‘/ﬂ:% , BEOMIE b ARI VAR L CEE AL AICES
TEZDME T EfMEEEE, - FEFHEZH O TR, 7=V 7O liA 4 O b Ik iE
ERREILIZE A, XFEL IZEWAERSNDNFRIEFLIE, i 1 bk =L ¥ —2% Al et~k &<
RGBT 5, 370bb, NERIEFLOEHRAMIEE %Jﬁbtt—&@i‘fﬁﬁ%&bﬂﬁaméhé LM
Dotz E6IZ, LR FRAEZAWTEEAAALREOFMIZEAL THIETL, EERICHEB e/ E
BRGIFICB W TR T REEZL 20T ZOREIZRENBRISNOHZ L2 LIZ. 2k
XFEL 7V ADIEEAS, R HE DS ATREZR AT = 1L — SEIBI S N IE AL D FATE 2 18 L T
SNTEE R, WEL VADOFIENZ T CEEREREE BN,

1. [FLCHIC I+ m UL RFAICED, X BHEENIE
HHEFL—F—(FEL)IL, 2b—L Mt ZHRNSHRWE O FERT — 22 TG T 5 EHR
JRELT 1970 FRUTIREEND, ERARIZY FER IO THD [7]. ZOZENB/ L AKE
F—DRRENS B B EBICRESNL T PEORIE, Hr oL 2 BT E O i ﬁﬂﬁ‘z?ﬁ
[1]. 1990 FARIZAD, B CHE B R AS 11X, XFEL O AlRetez BARBNZIA T D720
(SASE)IZH:5< FEL BB 7By = /MRERE A ThD.
, FEENPORERIZELIHOPDL T R/LF SASE ;7> XFEL iR TlE, » L ADREH
—HEI DL —F — ORGSR GLE R, SRR ORIRE I T Y 2 — 2
S72 [2,3]. 2000 FEARICIZHKEKT X #t FEL D EL DT A—=HZ K FETH. LCLS TliE
(XFEL) DB 2N AAEV, 2009 4E(ICT7 AV A D Self-Seeding 1£ICk»Tieeab—L o MEa %
LCLS T, 2012 4F{Z H A SACLA T—H%F ETBHZEITBIL TS, XFEL 7SV ADFEA:
FANBEENDIZE-TWD [4,5]. XFEL I, I Db RERE RS RS T
EE— R R SV AL NS BEAALT WA,
BY, WEROHILTIIARFRE CTh 7= Edif b IF A S OO A B AT O #ENTAZ 1, XFEL 231
FRUGDBYR, # R EO— 0y THEERESR,  AOKRIEE T = ANPA —F —CREICE=H
XFELZFIFH L= EBRICEDTRIEN ZL D E T —L, XFEL BAESME2RELT52E08KDE
WFFESI TS [6]. XFEL Z#FIAL-ZEBRICE LD L LIEROIERIE Yo Rz =X
W, —IRICREHEE N 5. SUEHEER VRIS AT, XERGE COIERIE R R
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DIRD T/hSWzbi S N E#ETh 5. i,
RIRGITSIVAMEDHIEH B P RETHLHZ L%,
XFEL 7L AD AT M VREE NS EBR A 2w
ZEIZERTILTE [8]. LaoL, EEEHIIC XFEL @
A 2 SR D A AR — AT RIBR I T
AR

ARE, £ XFEL (kAT HLEAA
(AR BED BT IREE ST — R BB A W
THRTT 5. WIZ, A A EE> TR ZAfE
FREFIEFR I DWW E bl = v ¥ — %
HBUTHENTL, N EFLOR B2+ 5. Fiz,
L—bhFRRRANS Eb 722 HEAA U BIREE
DFF iz ATz, XFEL O 3LV AlEZ G Temy
A—7HIE O AREMIZ B L TH PR CHE
2.

2. BEAF LIKEE

% FELBIBOPRER(DFT) 9555 < ASCF &
ERAWTT =V U+ DS%ENHA A Ak
RROFEZITo72. KKK E LT, 7T
DIFFIZ%E L cc-pVDZ Z vy, ASEBROFL
2 IRFRF D aug-cc-pVDZ D4y BRI % % H
W2, RRREERS LN R~V ZIREE & K
BB T 5720, LHBHEBEINESE LT
LC-BLYP [10]% W=, &0 T7 =1 v
(X 1) N1s 38 L OV Cls ONRILE S 2 &
IRA F oAk LT 4R FE(N1s?,

12 7=V F- Ot

EAHLE(LUMO)+1, LUMO+2 I, n*#iliE Td
D, ZOo LUMO X LUMO+5 I o*#ilLiE
Y& %A 7 5 Rydberg HiE TH -7=. X2 »
HbnD LIS HHEDHE [T KL F
—HIIRWEIRIC H D DIcx L, HAEELET
Fefge )45 8 LT 5. HOMO-LUMO % v 7
1£9.95eV Th - 7-.

WIZ NIs IR AE DG = L 2 — Z Fi~ 7=
AR L Te N E L E BLERRI D 7 — 1 5 1T
LV, BT R AX =N E L kL
ERIICLEN LTV D, HOMO & HOMO-1
I PEOEAE LR n fECTH -7 —,
LUMO & LUMO+1 (X, o*#LiETH Y,
LUMO+2 & LUMO+3 %, n*fjlii Th ~7=.
IS AHLEDNEF 23k & B 70 2 PREE, N1s
IEALAFREERIC X 0 ar» o*BE 2 nriiE X

- [“ ]
Cls?)Z Mt L7z, Cls? ik ol @ @
L NI * L — 2
ML L THEA dkEE T o .
AONDM, ZITH, T e N
= € T g \ \

THEIRTS 22 B S EA A (%) O,;f’
A28 2 TP - AN e/ FryTh

= N Sev + @ W1 _____ y 9.95ev N\ L+1
MR STz, A LNLDRSE @ @@ 7 &»
CbliFC)nClsmw2 | @ == T N o
= N N SNTNN, e 9 L / / R N L
BT AA A A LTIk gY - C =0 L y

> = sy A AN Fru T,
e REt L. gsev L Qe i};‘ﬁ,' H Ny o o

EF, FrEikAE, Ni1s? o n il / VA AN @ "
RAERS LN CLSZIRABICE 0ev L © L@ ‘ .Q HL N\ p R
o B HE T KL — A R S HTT o N\= -
AL (0 2). S T 08 Qe | — @ 0
A, E 1H(HOMO),
o S A L ) MATIREE IR oA+ RIS
HOMO-1, HOMO-2 i, = #ilL (C1s?) (N1s?)

EThole, —F, &Ik

2: FHEBIR2MMAA L OT =V OWE B L OHE = X —5 R~
7-. H & LIZ#F N+ HOMO, LUMO %7,
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WL RELEZEDEEZ N S.
HOMO-LUMO ¥ v 7%, 7.38eV & 7257,
AT CLs 2 IRBEDWHE = L ¥ — % 7.
HOMOnm—OS)LUMOLUMOHJi HhiE
A LRI n B, e OME 2R
Tb\é L2 L, BEDZRELDES WL
ENENOEESFICEI Y B, Hlzif
LUMO 3 LT LUMO+1 D#sEIE, # Dfthod

BB XV b Cls IEFLIC K D < ZEfh ST,

X, AFZALORFE EIZ LUMO, LUMO+1

OEPGER ML TVD Z EMBMANTE 5.

—7%, HAEER, FESARPE &R LZE
B3890, #EFRAYIZ HOMO-LUMO v v 7
1%, 7.02eV 7otz
HOMO-LUMO F - v 7N/ a < 72 o 7o i
1L, NIsZIREE & CIsIREDIG A TR D,
N1s2HREETIZ, HOMO & LUMO /#7257
fIZ A L, 2> OWNERIEFLD LUMO OA % X
DLENT DR B2 bNn%. —TF, Cls?
RAETIE, ME FHLE TV LT
WD, ZDOHTHNEIEFLDS ERRER I
BT DHE RN ELT D
et L& 2 5 5. HOMO-LUMO X % v~ 70D
HE & DD S BIE, ZERMRIC B e D 05
%759 HOMO, LUMO %5t 2 inEwS &
EZHND.

3. BEAFVIZEITLHMEFHE
ASCFiEZHWTHRONTZT =) V51D 2
i D 1 F A L PR HE(NLS?, CLsA) DAl F i
RHE%, Tamm-Dancoff JTELIZ Ho < ek 17
7 LB S5 B4 (TDDFT/TDA) R [11,12]1
L Rz, ASCF 1TV 72 JEIE B %L - A5 Ha
FHEAULEI S A, hEIRRERI AR CTH M L.
FLUZ6eVLLFOT =V 10— EIEHE
FEhE AR BE D b L = L —(AE) ¥ X MRS
FmENEZRT. iz, K3 IpEor—7
Z0.1leV O EREEAE > —1L Y KA
ATV, 2B RO E
FhEIRREDFE R b=, £, LT T

—— M=2(N1s)
——- M=2(Cls)

Intensity

Excitation energy (eV)

3 FERBION 2 iAd DT =V DI A
~IM L. M BRI EFRT.

# 1 B2 it 07 =V ORET LR —(AEEV)), E 7 (R Lo

K AR AE f FhOE
Neutral | 5.16 | 0.036 | 0.618(HOMO—LUMO+1)+0.314(HOMO-1—LUMO+2)
state 5.53 | 0.007 | 0.663(HOMO—LUMO)
5.98 | 0.197 | 0.634(HOMO—LUMO+2)
N1s? 3.37 | 0.001 | 0.700(HOMO—LUMO)
state 3.64 | 0.002 | 0.650(HOMO-1—LUMO)
3.88 | 0.010 | 0.677(HOMO—LUMO+1)
4.09 | 0.000 | 0.675(HOMO-1—LUMO+1)
5.51 | 0.024 | 0.531(HOMO—LUMO+2) - 0.380 (HOMO — LUMO+4)
5.85 | 0.017 | 0.541(HOMO—LUMO+4)
Cls? 2.90 | 0.058 | 0.683(HOMO—LUMO)
state 5.36 | 0.018 | 0.409(HOMO—LUMO+1)+0.546(HOMO-1—LUMO)
5.90 | 0.112 | 0.573(HOMO-3—LUMO)
5.93 | 0.452 | 0.424 (HOMO—LUMO+1)+0.353(HOMO-3—LUMO0)-0.338(HOMO-1—LUMO)
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DA FEFBIERRE TIE, %1, 3 EhiEikRE

HIZ nBE D ﬁ%ﬁm@%%_ibiuf
B, TAboMEkox L X—13FNEN

5.16eV L 598eV Th 5. iKE)1-58/E T 0.036
& 0.197 L #gpy k& . —J7, Rydberg # A
T OEIE~DOHE O ¥ — 27 1% 553 eV ITHLD
A, IREhFIREE T/ E 0. RINSY oYV PN

I AR (1.5 eV ~ 3.4 eV)ITIE B — 7 1
TFAE L7720,

— 5, 2 fioHh F A R E T
HOMO-LUMO ¥+ v 7768 THITE S &
I = R X =R TR T 5. NIs2Hk
RETIX, 58\ 23D b AalfEaER O 3.37 eV
12— o*~DiE v — 27 NEN5E. ZDfMmo
n— c*DOFIE D — 2 & LT, 3.64,3.88,4.09
eV DR T E 578, [RERICHREE T, ik
RETH, n>m*DERIL, H1L,2EFHOM
e —7 & LTHNLN, NISZHREE T3S 5,
6 FH O e —2 & LT551, 585 eV IZH
5. Cls? ke T, IELLHD 2.90 eV
)RR D HREGHI R B — 2 3]
5. EOMOERE ORI = R /L¥—I%, 5eV
KO HRERE LIRS TND. LLEDHE RN
5 %AlA A ONFRIEFLIZ L 0 BT HhiE o
E— 7 Z Al EIkIC > 7 b D T V]

BRI ENbhotz., T72bb, NRIELD
mﬁ%ﬁ SO —2r D7 b ELTHE
piaire he

wiz7a AN L72T =V v OffiE 1
BB L TRFTLZZ., 7a b oAmc Xk 5%

27t — w*iZ

...... M=2
—— M=2(Protonated)| : :

Intensity

Excitation energy (eV)

X 4: FabATMBIZRLD 2 DT =V A%
ORI AT L. MIITEBREET.

Y, 6 BERTIER < -NH3 JEIZ IR 2 8LE D
ﬁﬁk%wk%Mémé FRAEDFER, Heh

NH3 WZRTET D o*flEss, 7'm hr D&

CEVERICRENSN TS, EORER
HOMOLUMO%&nﬁ7i'$%% E, 2o
N1s”{KHEF LT CLls® IRAE & Ll L T %, &%
H/NEWN536eV o7 K47 e buoE
MIMLTZHE DT =1 U455 F DRI AT k
NER LT n— o*lZ)mE S5 1.74,2.09 eV
DR E— 27 & LTz, ZofER
X, T2V U NFICBITA e Ao s
% N R ML OSRFREDES W
L0 CcEx L LEBERLTND.

4. B4 A > DFdn

WIZ, Wik A A ARIRREDFH 2 RAE D 72
W, 7=V I hREE, N1stk
HEXS L O N1s? WEED FIERERIZBIT A LLF
D L— bR AR [13].
Py(t) = =P, (t)j(t)(cc1s + oy

P i1 (0) = Po () j(Dons

+ GV) , Q)

—Py1s-1(t) j(£)(on1s2 + Oc1s T ONis)
_Ple_1 (t)ers ) (2)

—2 (1) = PNy (0)j(D)onqs2

—Py1s2 @®) j(t)(0c1s + Gle)
—Py1s—2 (t)ersz : (3)

%, EhER PR,

N1shIRAER £ OINIsIRIE D AFTERER & %5,

- - e
\—\—VC: O-Cls’ Gv6i)C1SEEJ

P,, P P

Nis* ' ' Nis?

Glel GNlSZ 1

N1ls E, MEFOA A A fEE R L,
i), zﬂi, FNENHDT T v

Z, N1sTiRfE & NIsZIRBED A — 2 = e D
L — 2R, 7=V DA FbWrm
FED /3T A —H DL, 8047.8 eV DY 7T *
IF —Z O XD RIS L7256 DA
A oAbl 4]0 REDL Y, L— MR
KL, a7z,

X 5 (2R CTIE L7z XFEL 7SV A (1B
B L OEAEAD 0.1 pm(TE) B3ET 0.25
um( FE) DGO L — MR BHE LT

erS’ F
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5. (LBOFRE CIELZ XFEL #SLARE, (1
B, TEENEEZ 0.1 um B LY 0.25 um OF
B O NIst 5 LU NIsHIRIE O TFEREF O RFH] i
fEPE. KRR OMRAEFBHI R L CORM R AL,
T =0 T ORIREE, N1sTORRER XU
N1s?REEDIFIEMER 2R L=, XFEL /UL
BREEIE 10267 C, 10 fs (2D A HF b 2l 4
B8N 5 fs DA T ARSIV ZATH D, HEAREE
X BT, £ NIsTIREEDIFAEMER I L,
Z D% NISZIRREDFAEMER L IIINT 5 . 54
BN 0.1 pm OBAIE, A NI1s kgL
FOUNISZREEN R SN D -0, BT 5
v 7 ADTG & A F U ACIRIED MR & DA
PUMEITRERR T & 720 s, FURERD 0.25 um
DAL, FEMESHE X 5. MErs,
WY ESERE AT, XFEL 27 =V v~
ICHRE L7236, 2 oA A XTI
DHAERRT D, T72b5H, XFEL MRS
2 WD I IR ORI A Z 5 Z &8 F
HEhs.

%I, L— MR THER SN Nis?
WD WFHmAFH Lz XFEL O~ <1
— 7 OWPEAXF—LMIE L TEmT 2. ()F
9, XFEL L —H#—& 2 ffiA 4> OM7E b
BICHIBT DAL ——% T =V V1
RS 5. (i) L ——1%, XFEL 23

BHE SN TV IO BRRIAEZ S .
(I)XFEL /v A g2, ATEL L—3 — DIk
HHRES S, LLED®)-(ii)c L - T, XFEL
DRSS D 1HE WA 2 & 23 AlHE
G EBEOMEIZY - TiL, REMPI
(resonance enhanced multiphoton ionization) % L
ATZWIERE DFHUNF 1T D B 2T
W5,

5. F&H
EFEHHEEHNTT =Y VS FDOSE
A FABIRRBIC I 1T B EFIREE OB LY
JEbECARBE 2 AT L7, PNRRIESL & M7 s
D7 —a B LY, EFREO Y —2
MAGEREI E CR R T 52 &L 2B 6
WLz, F2, I bhAb LT =Y TR
EHIHRTRBTHZEbbhotz. KU
(2T DA E Tk O AR W O E I3 —i%
BTHY, EBET = /) —N72 P THRBEDTR
TR aiER LT\ D. 2 Oz 72l
B ORI OFEB N HFEIND. —H&
ICNFRIEFLZ FFOIRREDFM T4 <, A RIEL
D EF7T =Y DN 2 HIEFLIKEETH 5
fs BEDHM Tho7-. > T, XFEL DR
FOMOHRFIET HNFIEFLIZBE T D 1E® A,
MEA B A7 MVICHE SRS, ZOF
PRAFI U7z, XFEL OHFRIREEHIE A % —
LI LThiEma T o7z,

% Xk
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Theoretical Study on Multiply lonized States
toward Measuring Time Structure of X-ray
Free Electron Laser

Yutaka Imamura and Takaki Hatsui

The X-ray free electron laser (XFEL), which has
been open for experiments from 2009 in USA and
from 2012 in Japan, is a unique X-ray light source
with an extremely high brilliance. When the
XFEL is applied to a sample, multiple ionizations
occur as a multi-photon process, and the sample is
damaged. Therefore, an ultrashort pulse that is
short enough to avoid the sample damage is
required for establishing XFEL science. To aim at
the ultrashort we have

controlling pulses,

examined multiply ionized states and their
relaxation processes of the valence electrons
through the valence excitations, by means of
first-principles calculations. The analyses on the
excited states of doubly ionized aniline molecules
demonstrate that core holes produced by XFELSs
red shift absorption peaks to the visible light

region. This indicates that information regarding

the core holes is obtained from the redshift of
valence excitation energies in visible light region.
Also, by estimating the lifetime of the multiply
ionized states with the rate equations, the states
which red shift the valence excitation energies can
be observed under a feasible experimental
condition. This means that the information of the
XFEL pulses is extracted from core-hole-affecting
excitation energies in visible light region, in
which ultra-precise measurement are feasible.
This research is a very important step toward

controlling the ultrashort XFEL pulses.
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BEKDFORREFHEST A T IV X LBFBE

JEUBEA Y7, fEEs S, SRR B2, FERIFSIR 4, ARNAHE ¢, MVRIERS 2, RIEIETS >4, skl V23
1 B RSFWPERIGERT T 277-8581 T-HEIRAATHIOIE 5-1-5
2 WRURZIH G FeREAE T 679-5165 L lL/= > i =BT EER 1-490-2
3 YL AHFSERT SPring-8 Lo #— T 679-5148 L IR FERVE F BT SEHS 1-1-1
4 HEKRFZRFEPE TFAMER T 113-8656 HLAUER SCRUX AR 7-3-1
*harada@issp.u-tokyo.ac.jp
Rk 24 4F 12 A 5 HIFFasz A+

UTAR, BXGHERII - 85850 Y62 VTR DK FERE B I B 53 2 i

IRREZ B R AT (& 2 ik i

TOHTENRRESN, ZORREZD T 10 FUESFRFDHENTOD. BRI TR — 2
DIKFEREE DU ZFED L DONED D ERmS AL, T X BRI TIIA N E A HROE =223 2 D125
K DENZEHIZRI a AR — G RO DI EPRRIINEE 7 AT X7 AR D DL 537040 T

5. ARG TIE, Fx OBFFEZ LI ETORR
PR —E TN THJERSHATED LR

1. MEHRICEBDKOBAEEDIHE
KiZFe 2 O OEIVIZEBIIIZHHERTH
L0, EIREL T LA R 2R D, W
FEEEIN TRV EBZ . ZD—DITK
DI EEZ DL DONZETHND. KL
TYEHLTRIVTE—ThHN, Bfx % & L2
b 28 % Doy DB ER BT Y IR AR — &
SoTEN. L LEDIDNTARE—7200 03
RATHD. B2 I1TRT v L ERE TR A TES
R R B R BE D R > C, TNH D%
HORFM A — VW TITERTHERELT, D
A2 A L Gk SN AR —(Cha AR
FCIIIa ) —ET NV EESRZEIZT D)2
D3, TIEBIKDDDBEERINNDT A LRk
FEEDOEATHHAIND IO AL — (T E R
FACITEBART T VEFESRI LT D)DTH
29N>, 100 LA BT, X#RAEFE R L7 W. C.
Rontgen [1] XM AKIFOKIZEL Bz sr AR FND
AT D 2 OB TE TS EWVITT LERRIEL
7o ZHUIKDEEN 4°CTRRNIZRDIEE
45 5b B2 T T L ThHo72hs, TOHXHR
o IR TS i o I WA Koo o = R RTIN By
IR 72 FEIC K> TIKITIKIC LB - R i
ZHFERICL T, RIS AR EATL LD &
WEGHAE T LRI R SN TAICE
S>TWD., —FT, /a7 NVELFFT

ZARDIRY, X BRI TRONDHR RAVKDIZ

HIFGEb R AR, SHICZOREHD L5 S
S<OETIVHFEIELTEY, KO JFHTHE O R
BUIL T LHIREDR DN TN ZRNEE > TR
7259, mEE X IR CHLISGHRIE, o
FETRNZIZ A VR (RO R, m R m i, &t
ik, AT ) 2R > CnD T2, ZOKD
BEOMBEICH LW AL 720 /S
TW5. ZDO—D3EHE e X BEHTOERT,
T TICEEL DT N —F 2L > T T TV,
UUSRlT, & Okt 7 L0 pir &7 > Tz
XHREHTORE RN, Hix 72T LT T
ZHEVHEEIZRZELEZSTND [2].

X BRI RRIET I Lo TRZEM OF RIS
BEXE T HIETIE, KEMEICEDIET LY
by, BRSO/ BT DAL EDFRIE L 22D NERE
TR I DAL K ELSF 5T 5. BFE
K FE OBLE X BERITKERE S O #EFF
STWD. L, XERHMHE R IEPT Tk
fEAICBELAMEFOFHRITE 2. £ZT,
KFERE AT LE - IRRED Ja Ik & (A bl
LTe A AR SE DN AL > T2 JHET
BDRFNZD 10 F=DORNTEEF-TUWAD. 2002 47,
T AV ERY 2 —F L OWFIET — LD, AR D
7K, K, KFRED 3OO O 1s NEkiz g4
HEXARAE Y THE, WTIL R DM EOX
FRATRSIRIN T 52 LA LU 72 (1X1 1) [3]. &612
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Ice |h

Gas

535 540 545

Photon Energy (eV)

B 1 oK« 7K - KRS (H0)D O 1s WU A

SR B ]
2004 4, Wernet S1XZDART VAL A ZERIC
AT L= % 5% Science REIZHRAEL, JKIZITIZE
AE RBNIRNRIGE — 27 (X 1B) SRR D K
WZELTFEL, WK TIHIBE TR (K 1A)
DRIRD K TIERIBIZJA T2 8IZF B L, K
AR ETDKROET WA Z BT )T Tz
[4]. ENEAAREE CTHIUE, 10 FHh4>D
KFBAEE M OBND. L LIESIE, AFRES
DIESIZAR BT, Pl DKFERE
PEEAETERESNTELT, Ky RF=—2
RV T DX R NT =D EFERTHEEE
LT, ZOR SCUIKDOIFFEET-H O T
EEZEIU. FRORIUGRE — 27 DA K
FAEA OB ORI/ DLWV SO F5RD
FREEER ST IZAADS A>7=. Prendergast & [5] 1%
WA S e — 2 I3k D 43 18 /177 (MD) R C
HONAKOEEET L THHRBLCEHE TR
L, &I Cld Pylkkdnen & [6] 723, BWILiEE —2
IR FERE G OYIWT AR TH D TIT7RL, KFEH
BDEAZESTIERESND LML TS,

==
530

2. BIXIRRAICK SHFT=-1TERM

B X BRI Sy 6T, b B - A3 e (A b
ECIENST-HIEIER L TLEI O IZWIN
UL B S o 7o B — 7 N 2 B R
2, R DRI L - TR R ATHE & DO iR
Bicenl v o8 [7,8] D, £ZTH XL,

Xﬁﬂ&ﬂl S 2b,
4 xas
4a;
FEEAER

T nEsE 44 1,
XERREHL | g 3n
XES - 1,

hv, vy,
01s MR y 4+ 13,

~ f'sec

2: KD O 1s WIN - RS FR OREEX].

X BRI & P32 L0 R TR 7 2
MLl , AT VIR OB N 5 A AL D 52
BA TR X B I EH L. X 2
(ZHR X BRI - R DB T e A% R
B IE Y64 eI, #OGR B AR S L=
FRIEFLDS, SR BT DOBRIZ IV SN 5
BTAELLE I E TRV —S LR B
THFIET, i X BRI EFDIEHAE
TARBEZBLITADICRL, i 56 E
RAEZBLIAT 2.

X B3 Y THRIR DK D JRy Pk 1 % 7%
FLTZDIEF 2 31D TTIEZeY . 2002 A2 .
Guo HNEFARIRZ LA W TEZE |k
ZEACIAD THIEZIT> TS [9]. 4 HFD Sy fif
RETIL, O 1s BB BB/ AIRE/ Ky 1D 3 D
® O 2p fLiE (1b,, 38y, 1b,=FIS7FE %) H sk
THE =N T a—R= T LT AT ML
PELIL 51T 4 BATREEIC > TReb K
FAEA U 3a PLENIHE LT a—R=
THEEILIESDELTARIMLARIRL, 16k
OEREARET L OFHENTIHALE. T~ 1X
2004 AE XV TR DOBFFE D=6 (280 H Dk
7 a0 — )L & & 5 R BE - 15 2 SRR 6 4y
AR L7- [10,11]. ik 7 n—t g, &
AVE TR T A DAL T B A
TURH B TiE S CGREVE IR D2 &M ]
BET, MHCKDKDOTV NV R EBIS 80,
PUBHMLEE , 1R REOW R & O SR A R 1o
= S P B Nt ] = = il P = < A 728 [ e el N

LR, FHuERROE — 2% D720 11 &
—7, Bai WLBERE LRSI EITT .
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524

3 KK KR (H,0)D O 1s FHAT L [13 4] B IL A @ 1by B — VT HEDHEKIX].

RIT KGN EL, mEEE BT 55
ARG — LT A LD, KX R
Zi9 150 nm EOEALI V) a EEA ML
THW T~ 72, 2oy tasbikik7e—tL
1% SPring-8 FRAFE— 4T (> BL17SU ICRRES
U [11], 2% EEKFHIHNT IRAT — =
> BLO7LSU DR 53 fEREFE K3 s AT I
[12] 1Zb M B LZFEEDO BN 2R E LT,
AR, TWIRDFEEREAT->TD.

BL17SU TAH = 3/LF—550 eV DA A
LSt CHRUS LTo K D @ o fEResRk. X #R38 A
RIMVEE 3R [13]. NSZE Xt (1by)IZ
H SR HE— 2778 2 2124544 (1by, 1b) L THDY,
EBIZZD 2 SO — 7 OIRE LRI REE
kA2 R ARIRMCIOK CENAE — 212
HLNWEZAD 1by A3, EiAICIEKR AL TE
NDHE =7 1by " FRDZEMND, WIRD K
VIR ELT T 2 O DHEAET D ZEN RIS
iz, 2 flisrddEVHZblE, BiphET Lo/
BT, AKBPAREZE —TiEnenoz
EERL TS, Fox ITKDHPIZFEBIOKOE
DIV LDONFLEL, TR EIRO KD FIZE
WHZEEFIRLT-. £ LT 2009 4, Huang 53,
Stanford Synchrotron Radiation Lightsource {ZC
IKONREFE T2 X ML FEBR 21T\, 10 ALLE
DHEFEDARE BRI D IFAE AR+ 58

LENROBNAZEERL, ZINEFIRETHE
ZT2KDEDEY AR ERTEDOTHLZLxE
gRL7- [14].

ZIT, WFROHFZEICB O TH R — ik
DOFEFRFFIZ BT DI ML TR, KIZIE
2 K38, HONIARE—ThHHLEE->TH, K
DN T 5 EFTK G FICE > TER STV D
FT T, LLAKFEREOMAEZITIST
TEIE TR TR ANFEDSTNDLEEZZDTT
MHKRTHD. ZTTRRIT LT8R X BRI - 41 X
BRI X BN BELRE DO FETRTY
HHOIE, 7= AMA0™P) L) HiRsD TR R
Ty —%HLE“AF VT av N ThHho T,
FNAEZEMA, FBEICHFEED LD THD.
L7e3o T, ZRHD FIETIIAKRFERE S OAERK,
HIRDFE A F IV AETITbrbR W, HSET
“BOWEM ALV D E AL —" LS l%
IRLTZDTHY, HORFED AL —HEENE DR
OB EES DD T b BR0, ©FD, =
NHEDOFERNPVDWE KT TAE— | DR EH]
RIFAEZR BT DL DO TIFRWVWZ LI EE NS
ETHD.

3. IKDEMXBERIDEBIRED CH5H
Wernet 5HO8R X BRI OFEIR [4] 1% 4 B i

Copyright© 2012 The Atomic Collision Society of Japan, All rights reserved.

16



Intensity (arb. units)
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4: Liquid H,O O sm stz &5 O 1s
FHART V. RANINZREIE AR L 7= OH
IZHRTHE—7.

EEERETHKOET NV EEEL, Bex DR
X BRI DOFERITIBIZ 4 BN IE L T - ZV X
BOTEDERNDRE S DAFEL TNDIEERIBL
7o, ZIHIEW T IE RO BR ER 72K DT
TIVTIERATE R, Z TR 2 22 SCGR D378
SIVTET. JlZab 72391, X BRI A
IR MD 22— gl nbE AR D
KOWEET NV CTHHATELEW) FEERDHD
[6]. 2O RITROHEI THL w7 5. K X ##
EHARTITEI D LUEENERETHS. N
AR DIE I E TORER], 3725 O 1s Nk
IEFLOFFMFREE (~4 f5)DEF T, S -fg
FIRFITHEA T HRBIRFDENTLEIDND
ThHDH. ZONRIEE S AT I ANRE DOFEE A

NI BT DINRFRD—D Lo TG,

ZOWNRRNERA AT I7 AL, FEBICKE RS E
FF7 72O INST K 53 1 O W i AR Jih ki C 1A

FATHZ > TWD [15]. WIS hiE CIEmhiE &
SR IO OH I BELTZ ORGSR BEIC A DT
¥ [16], FREEMEDRT Ly bl COHAES
DY BNRENA[LT]. IBIKDKDEGED,
4 (TR T KON S Jah i O R BfEE AR T o v
LC ko TARRENTZOH ICH kT 52 Anr—
J(RENDER X FRFEIAT PV HIC BRSNS,
— 7, WakhiEA A AL S F Tl = /L%
—% EIF%(552 eV) &, ISk 53Tl by Hik
DOE—IBFN—ARIZPRL, HITCM ik

FAFIVADEBITIZEAL ANk
[15]. MRIRDKDGEB N E A RN,

ML‘/H:EJJtT ITRIIVRBEME DR T v
TIEIRB72 N EMPREESND D, — 5T, IRIR

s
=

Lone pair state

2013

2 0

Energy [eV]

Intensity [arb. units]
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522 524
Energy [eV]

526 52

X 5: H,0/D,0 dimer &5 /L {Z L5 (a) FEJE IR HE
WNERERRED R T v L B L) FEHE O
1sHHDT I —TafER [204]. B—7 A,
B IZZNZENFEERD 3ay, 1b, B — 275 T 5.

&(b)

DAKITITRERE S LT OH 23F(E 5. Fuchs &
1%, WA b, ZOKEREE LT OH
DMEBEL COH OE —2%AED, fERELT2ARD
b, =27 %R THLEELL TS [18].
Odelius 137k O 1s FBHARTMVEFHEL, N
BRI Z AT I AT L > TEBRFE RISV 1b,
Doy EETBH LT [19]. 7272 LINGRBhEE 2 A
VAT TAEBESNDERT LT —fD 1by
v — 7 O xR E X FEBRE LIV T o L55<, O
1s Wk IEfLDF % 10 fs FEE LRV EFEBR
FE BITE I L2, Ljunberg & [20] 1PNk
LA AT ITADIESEANRT M BT TR
DWTIDFELHARDT26, KD dimer &5 /v
EAWTHELEL. X 5 ITKEREE L OH %)
() FL IR BE 38 LN (D) Nk b ke 1 A Ltk BE
BIFART vl F—H R, _ODQEO
2, KEREETHERT L v /UL TIX
2 ACIADIE LS. O 1s NE% E?Lﬁé\%: 36
fs(FEMMEK 0.18 eV)EL, FIRREIZISIT HIES)
E— %Fﬁ@#@a_%%%v\bﬁék, H,0,
WL T 5O RT 8972 O 1s A
JIVIEBND. B —7 AL —27 B DRI N
L X AT A XD/ NS — I LT,
FOE—I7MEIIERTHOLNLIEDLVET -
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PE [21 &].
E/NEN. DO TIED 2 H DOfE D ESE > T
B0, NFRIE I L > TR 8K A —R
DL, WA A7 2D 2% H,0 &b
REHEEDLIZT &P 7NN bnd. £ TR
BITEBRTELNTWS 1by DAY ZLINFRENEL
HAFITATIEIATE /2 E L7, Odelius @
FW=FETY, O 1s Nk IEfLFG Mm% 3.6 fs &
FTIURFREORE R L7225 [19]. 3a; MAEBRIVE
T o LIRS HTWAD, 23T dimer DA% %
TWDHT2, KFBFESBLE ICHBUR 38, DTFR
N —=PEHRTII L2 WZ SRR T 5.

L LEE 2 D N EFLOD Ffiy— D TR
EOHDTITHE AR, F2THAIL, X #
FENDIRHARLEEZ N THE — 7 DFEFO %)

FEE 352 8 Ic Lo CEDRIFRE -T2 [21].

B LN S AT 7 A28 ->T OH AERS
NDHOTHIUZ, 1by HED 2 >DOE—7D—>
IE H,0 2253k THY, 921 OH 2Bk T
BHDTHHNNE, RFHPENRHSN 2> TS
T THD. X 61%2 D AKHFICE E (K R
)¢, ME R YE) THS L7 Liquid H,0 DAY
MVEEART NV THD. 2 KD 1b B—713,
O RICIR SR EZ R L CWAZED D
5. ZODOZENGY, 1b B — 7 XN & AT
JANZE S THETHOTIERL, BipDkFER
AR EEFF ST KY T OFEERL QNDHESE
255,
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7: H,0/D,0 O 1s #4556 (534.6 eV)
IZRADIOZ EHIREN AL,

4. MXBBHEEREAIZL 2RO RE

ATER TR ~_72d01Z, R X BRI AT LT
7, B X IR AT ML OIS E T
WD, FEIT, BRX BRI AT ML EHR X B
AR PV OFRIRIZ—E L TWDIEE R <7z,
Fooxix, WIS — 27 LR IR LD
FID by B —21IKFERE A OUINT 5% X
ML DEMEIRL CUND. ZDOERT, BRI
E—7DOELVWFRRITEZETHS. Wernet 50D
Science Dia SCAHTHBUIEH O], Wb
B — 7 BIKFERE D DU Z ST 50 E 90D
IR REN T, ZOBMITEICEIEIZE ST
FEXFUTE23, 2011 4, Pylkkanen Si3WIY
U EE O van’t Hoff plot "o DO — 27 &%
AT L¥—% 0.9 keal/mol & FRAEYD, IR
— 713K FEHEB OUI(5.5 keal/mol)Z 240D
TR, TR ERICLSTENDET Hin
LERF L [6]. NN FEETHLETDHLE,
2 DI - T DEHUT A TIRFER G DY)
Wr ) TR TAKRFEFREG DO TNRESNTE X
Waz HNDHZEITID., 22T, i X BRI IEITH,
NoHLH—D>OWNERN S AT 2A—2% EiEH)
b —% T, IR E — 7 O ) 8 & 3 A
7.

7 1%, H,0 & D,0 @ O 1s WU i Heng it
IZBWT, I E T OWNBREZ D 5 G
IO EEYLRLIZH D THD. EIAE > 2000
D 5y FRRE TG B R IEAT MV A TG 5
&, ZOIO IR E A BT 5 LN TES.
ZOREEI, H0 & D0 Tl MR 722 RN AA%N
RiZIh=x ¥ —MR1BELEEY 2 FRR2HZ
LD, H & D OFEIZ L CHRBh A 7C
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0.50 +
% 045+ HZO
E’ X
9 0.40“
©
@ 0.35¢
8- zé\Di\x
7] X
P 0.30+
8 R (wat lecule)
X IR (water molecule
o 0251 IR (liquid water)
— BLO7 XES
0.20--, i " ;

0 1 2 8 4 5 B
Vibrational order

8: H,0/D,0 ZEIRE AT LD —[H]

. RBIOEHE O XENIZNE AR

BoHNDKS T [22]B LR AED K [23]D

OH/OD fHffEfRE) =R LF —Z R~ T.

WHZERDID . A A MEEE b 5
HZLIC LS TR Z DRV E DR T v L
ZRCRUC, RN E E23D 527 eV £
W ECTOIENT R LF—FFH(~7 eV)IZhizoT
%2 ED OH (HfEIRENRZE L CTnD. ks
FTHZRAE—RIIEIL, X 8 (TR T LOICH
BELTRY, E—ARRT v L TBBLE
S ND. 7ok, KBRERIZEDRT 2L
DE I Hidiim CEDIIE ORSE TR LX — [
a4 D2 LT EBRANCEE L.

CITERT &, 5 VIRBIEIE IR (voL 1)
DTN F—DHEHETHS. H0, DO BT,
RN B 6 T FE S 6 4L 5 I SE K 53 F D
OH(OD) itz ®h D fiE (H,0:0.45-0.46 eV, D,O:
0.33-0.34 eV [22))iit<, Rk OH(OD)
fH#E S RO H L (H0:0.42 eV, D,0:0.31 eV
[23])7 51 30 meV FREHEN TV, Fix ik
SPring8 ® 2 SOt —AhF A BLLI7SU /
BLO7LSU CTHE[FIFRAZITVY, ZOTR/LF—
73 10 meV AN THBLT A2 L2 MDD 7. WY
SRR THNSL K 3 TSV MFEIREN S T B
EVIHZ I, ZORNEDKFERE S OIS
L TWAZ LR B, Lo TZIThH
Fox OFEBAEFIII /ALY — T M EFESK
FL WA,

5. 8HYIc

Fox OWFTEZ LT, KOFR X Bz H<
HZ0D 10 FOBMERI L. ZVETIZH A
DG TETHR X BRI D FERAERIL, 27T
BT RYE—ET NV THERGRHTES. L
MUGHE LD NS Z DI/ a R — &N E
IV KEREEABLE XIS T D0, E-FK A2 D
KFFE G BB D AERIEIRO L AT IV ATEH 2
STWVDOMNEVIRARR RV E X HEZAE
TITAT o TV, ZKOBENIRE & 2w 5 57
WIZIE, R 22 A — N2 ZBEBTHZLE0 K
GICchHn. i X #RO TR QDL OITZE /MY
WIS RIEH LZL D THY, BERIEICIE fs
F =K —DAF T avhEBERODOETZLED
Thb. blList—4 —CTEIRESFESWV TN
U [24], KFEFEESITTINTORSTHE IR
RECIXEHMICEIN COD IR TLEI D
HLIRW (L7 EH B IREEIC 2 Al
HTTRWNE T TH D). 4tk, WHAEREL T
HHEEDD X RAHEL—F—%2FHLZ
FEBp/pL 2, fs A —X —DB VXA FIVA
DOIFEFR ML, ZORIWICEREEZ LD
IR EWIFEL TD. F 2, X BV INAEGEL T
27210 A4 —F —DOREERELE [14] 1220
Th, IV R TIERDOKDET VAR
Fo e, TORRE(CEBRCITFAE 1T 7 AR
EYDFELX I TE 5358 [25] HdD.
HLLEITHDHETHRBIE, 10 A A—F—DJF
AT DFELE DK OFERFEICE IO %
FAE UL NN ZLICBE N -0 5. KR
TREOIZIE, 20 2 B SR & Tk o P-T FHIX
=B [26] |12, ZOSEIESERDKDIY
B AR —PEREI B DS TWHD N EN) BB
D.

ZZTRLIEAKRDIZa R —ET VM IR K
I RLT < BEL, TP T-IX BREREL, 5 R,
TERDIIFANLT I DOFERZEH LA TE
HEZAETITNRT IR, ZOFmFITEDIX
R0, el Wikfeldt 1%, KISk 7 g
R FEVFEHE AT, FIEEITB WL TEL
e D R A DL, JR T A SR
(LSI=Local Structure Index) EFEIZIVL /3T A—H
THEIND 2 O RPEENEI, ThE
. HDL(E & EK), LDLURE EA)NCEZ Y15
ZEERBEL TS [27]. MHIE, BUhk 2
FAUTEESRENS=EEFT—EBLTID 2 %
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DB, EDOHENEATHLEFHHL T
5. IHIT, B A ISl o028, 1k
DET N TIEHZICHRVIAEN T o7 %
FH7eT7 7 T NI — VAR B RE
B ANDZEDMLEMAZRIBLTERY, HF2ED
B2 T Z R T LN ERIZI W T ER B
MR THD. LinLELEL, KOOI/ RE—1k
DI AT FAT2ZE TR, BRX B
EWVIHTLWY — L Z AT HZ LI Lo T2 DR
FDTHALIZZ e BN I, Fox Eik
FIA MBIRZ LT, EOOIOFERICEDICE L,
X BRI TCINSDFR PR A Z DT HIRTE
H7LRELE DT 28 ThHEE 2 TWD.

HiEE

K a AT T DT> T, AX T+ —R
K@ Anders Nilsson Zf%, Ay 7RV ARKOD
Lars Pettersson ##%, JA B KO EGIEBBEIX
AT VDR Z D > Cigima 2oL, %
SOFRENWTETEEE LT, BN LR EITOIC
BT-oTIE, JASRI DAL RS L, KiEHE
-t AR, A, PR KR EA
i, TN 2L, RO W R, L
REENSSL KR — el E L.
Kt UCTREH P L BT ET.

2% Xk
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RFERDF—T— K
IF+YVFvIREF (Exotic atoms)

WHEORT - D FRET% G - i) &
B TRREINTOS. TNVt <Rk ki
TR T2 F v VRTEMESR. D
TEER I T2 EMHENT [1]. BFEITiX (A)
EE T OB DRI OEBRA FICE DY,
7 —a Y I THRBENZREZIETH, RFEITIX
(B) JEH DR T#DRD D I IEE R ORE ]
FOR D ICETFHHRME NI, (C) IEfE
ki 7 & IR T O3 R T 230 %
TebdHB 2. FEALREROEMZED.

(A) I, a4 (0 BT, 7SR (n)
577, KB () R PR END 5. WInd hmH
A CHER L - R 2 I E I T BIAAT
E51. YIERERRF 2R T AL LED S
B L, BN TAA M) VF—LIFIC RS
FeE BRI, e E E b S TR I
IN%. TOLE, & EDETEIZIFHEMIC,
FIFEEE DWEE R r(n), R XIVF— E(n)
2 EDMENICINE D B, R—T7 DR FREEIT
EZBE, FE OBOBEEE M+ O 1
WX LT r(n) <« n?/M* THHMD, 1sET7Z
BEWZ T F VT VETE 0~ /M me
FERE D B HENT IC A KT % T & B b B2

ZOBA—Y 1 BRICK ST, lon DN
N Tl X BRERUE LR D, B2 R0 X
LTHART—RT%. XFRORIEIC X > THENL
Fi A D AR IR0, Y OIERHE L
SRNCHIF T X %13, AERR O REE
RBETEWIIE (QED) DML TR RS, 7
O h=YL (Pn=rpp) LiE->THEPTESA
y aMOELMEFTKFNY Y L (pHet =
Pae™) [3] DEAE, HINEHEN ORI HEL—
P— YT KD 10 M ORSE TR G FE 'R

b — LR FH U 7 i B — 24958 © R 1
KT BiAEHBD, BHINICE > THEL.

2 miFETOREER. ETOD 200 GHREEOHEZED
a4 VR PHETORTFICHLT n ~ 14, KGETFANY T L
DB n ~ 38.

EEN, BT CPT WMEMEDT A bR+
HEREOREIEICEI L TW5 [4, 5].

2 2 A VIETO 1s IRREIZ R T4 L RIS DY
A A5 278, FEFRDOBERIHRORE I
VD, NRBYTHB o HHTOEER, KT
RO A A — RBP TSI E N T
LESH, FETRKISTHANSNEHR L«
D 1s, 2p JRFHEN 2 T3 )VF—HET %
FERT, RO EER OBRENEE - 7z [6]3.

IFYVF v o Tolle LTiE H ICHLlo
dtp (EGT - ZFHGT - A aFY) BEMZE
FoNs. a4 rhEFICHEXRTENZD,
RREEREEDIER IS L, dtp » a+n+pu &
WO A RS OEEZ S | Z T T N TE
5. TNZ I ot URERERS LG, e
AEEANTIHIEE NN, EHICE ST X
JVEF—EFERIIEZEL TV,

(B) OfE LTI, SaA =YL (Mu=pte)
PRI Fa=ZU L (Ps=ete) DD D, KEH
TORNIAE R N TES. MG
DB A 7 I K DR E— AV FOD
HIES, ZRTFEHBOIEICEHS LTV,

(C) DAREBNE S5 1 DJE © % [5EE 1 hYE 8]
TBNKERT (H = pet) 24, THUIKHE
Z CPT LI KIE T TH 5. B2 THIE
KDFwmz & DEd T, RBRWICITERR ST Y
THNTWAT MOKENEGRENT WS, BIE
B RES AR R LTV e iR E o R K
FETE NSy TITEh, E—LELTHROH
L, WEERYMEDORID CPT MFMERE D
LM FEEAE T A b9 % T & HAEIC FERITZEH
DN TS [7]. (K BREAEZ)

BE
(1] DHERETIE I “BRITORE” ZaMRE > 2 — (1985).

2
p.412 GRHRZE) .

T. Yamazaki et al., Phys. Rep. 63, 183 (2002).

H. A. Torii et al., Phys. Rev. A 59, 223 (1999).

M. Hori et al., Nature 475, 484 (2011).

WGIERIE D, HAYIR EAEE, 52, 354 (1997).

BHESIED, AAYEYEEE, 66, 594 (2011).

Jeore N

3 BHIIE, A ZIVKFRED BRINBAUCESD K EE R
DELJFITES T EAWFHEENTVS. TOfh, K HPir5¥
BARLYDY 5 =0 R EFENA DI & BRI BHE S
3L, TXVF v IEFBETFRIIE LT DE MM,
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RFERDOFX—T— K]
7 ROHHI (Hund’s rules)

B T3 OB 7 ME. Hund)io ko> Tk
BRI E ) T2 7 hoOBLANE, [ CHLE Bl 4
AL, AL BRLUHLE A EB) &R — O
KD RNVX—FF%T 5T 2HAITHY, Kk
DZODOHANGRD AL DM KOARBED B
R —2855 (GF L BRI . AL SRR
IR AED 1 CHfLE A EE) & L 23 R OIRRED B
e —2 R0 (55 2 B . Fedbakiiog ~
DEFOEFBEHBLTOLEITIE, I =
[S+L|73N /N DR RED I IR = L — 2 Ff D, 2
B LA EOBAITIE I D3R K OIRRED e {R =+
NF—zFEo (5 3 #AD . BEEpI2iE, R
F1LBIOE 2 HAID I, HDHVNEEE LHHID A
ZHRL T ROBAILWO S5 5.

ZNHOHANIE T OFSINIHLE DD, -
DHIRST, LN LIEF (EFRyR) o0
THRDNLDZENHBILTIY, 11 22 B8 5
DIFFEIZH#EDDE L LT, Mz O RIDAL
FEDSED DN DWW THIEZ < EZATHS. LL
T, AT, &b BRI TND He [0
— BT TIRREEICOWT, BRIz itho o
51 HAIDSERY SE IR AL 5.

He ®O—% 7 EhiikigIX, & FBLE D (1s)(nl)
(nl =2s, 2p, 3s, ...) DIIITERKII, ALV
T — B AT —HIEREBRHD. 7 hD
%1 HANCEAE, AE UL EENRKE N = EIE
DFP—EHEIOBENT R —5FFD, RS

FEERAJIZH Z O R —BURIZR D L TWA.

£, 1929 FOAL—H—Ofa T HSEHE
AUFRRR IRV T, 2 1 BLRIZR DX
T%. He O—E bk i A T #E L 77 DI
KL, H—AL —Z— 175U ElO T T,
\Pi 2%[(015 (r1)¢nl(r2) t q)nl(rl)(ols (r2 )]' (1)

DIDTEKSND. XFFBEE Y 13— HIERTE,

AR Y X ZEHEEREEZRT. 2 o0
W ENBIE A T He DIV =T

1) Irn-r,l
OWFHEZ G R T 5L, IROZENG305. £T,
KQABE —HO—FE - HE T OWRHEIL,
—HIAE =HIATRHRUIZRS. —F, AiLFE I8
DEFMRKIERT v L O EIZOWTIE,
—HIHE S HIEOM TRy

i= <(ﬂ15(”n| |1/ r12|§”n|(ﬂls> ®)

D AELTEN 2D, Ko C, ZHIEN —HIH
FOHENZ RV —ZLHD1E, ZBHEOFN
BT 2] T2 /NS, L) El/es.
ZOMRITHEREAICH 000770, ZHIE T,
=1, ONLE ST 2 VI fLE RO 72 7 %
DOFRBRERETHIENTE, 2O FHE
DINSKRDZEN T RENLNHLTHD. — 77,
1964-65 T A YRV AL THID TOHE
WRERFE M T, BIXZEIEO G —HIAL
DHE IR RENZEDNRENTZ. DFED,
MBS NSO D = IR RO =L %
— %R0 ) EWOBHAIFIRZ E S b E E T
DRERIRSNTZDIT THD. TIEEDIIZLT
SHEEF-HEBAIVL =R =R T T 500
L&, KAWL —HOPOJRF L5
TINS5 O E BRI A4 LA IR
TV, EVOONREOIMIZRD. OFY, —HHE
DINRENIE @ 1T —BEIHDOHIE L A<FIL TR
<, I LT HE—HBEIVBEAHTICIEL, &
B R T L M LA = R L —
KEUK T TDOTHD. ZOTEESI IR T v
NWOE FICESsTRZRAF =R T T D&
JEURIT, He DAL PHER IR0 T
HLIELWZEAIREN TS, LUl = EIED
WIE D —EHHIDBIUET 202N TE, Bl
ETHA BT ARBELI TR, FE 1Tk
WM 7 = VL) VOB RIC L > TE OB
RO TWDDS, ZIUZ DWW T EIR O
BENHIUTHE LIV, (AR 7 HRES)
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[RFEEDF—7T— K]
7 74 MH AAE F (Breit interaction)

2 SOWNDE ORISR EAERN
726K, BT OWND A CLHHEAEAEA O
TRNAF—IE, B OEEPHTIIERELARD.
ZHITEIICHIEBEME T T, BIRNHSAELHN
TNVIRT vk, BIOB~I ML ONFEE
LTERINDIEDTHD. LEEN->TEDREST,
7 —a I EAERICH LT, BAO®E O
EvENOHE DD NY-T5(v/c)?, ThbbR
FICHE SN QWD E T ThIUE, RT&5zZe
AN & E (= 1/137) DD F T (Za)? 52
FE(Z/2%. BFimiciE, 2SN, RFEE
DREET, BAEHAH DAL AN LD RS AR
HHAELS. DL EOFEAEAERIL, $283% G. Breit
DA FHEESTT IAMAEAER LIRS [1].

BB RO A T, BB AER
IMAESEF DIEFEE L CRlik SN s28, 1 Eo
ARSI DRV > T —a FR EAEH &
B BEMERAANBRND. BAARICELLE, 2 S0
BBV T2 JE I w D 1 EORAIESL T D
WEIEIE L Ty —nay A — Uk s A
(20X, BB 72 BT T T O RS AR H
TRAF—UITF A BALR TROIICEKES.
ur)

iwr/c iwr/c _q

—+ (@ V) (@& 'Vz)esz
ZIT, WET AT D AXALITHIT, 7TV
ZflE S TIRDININTETS.

- _[0 ©

“= [8 0
oA TINI IRl / c & 5 2 D E TR 72 DT,
A A EH =R —DRKEZI(v/c)? R E
THHZENRADNDEBIZND. ZORKFE A
TER =L —1%, (RABYE 7 OW B BIEL DR R
FUBRTE M EBE AR T D) NBAELLH DT,
HBR O CIRAESE - MeiE 3 At =1 /c
T2 DOBRIE N R A FEBBAE AR L TS, fil
I, AESE TN 1 A FREEEN - 7 ORZTRD
BOFHNC, FREBIE DR /2720 216
DITIE, =X —0 X #ROJEHE (1018 Hz
PLEYBRETHD. BILHEIR 7 ClE, E1HD

- -
= _al 'az

FAAERICEVAECLE BRI - TOVEY
SNABAEEF DRI Z LD T o L/hEn.
ZOEEITIE, 5B EL/ c(= ) DF TR
L, IRROIEZ T 235 2 UE L. BeEEFE AR
TRNX—Za®D IROEEFTTEETHE, K
ROEA DRI T 2B T, K
ADIINI7D.

KI-RZ+RI-EZ—(31-f)(EZ-f)

Ug(r) = — o
ZIT, MIHALRIMLE/rTHD. T, Wb
$LTITAMEEER =LY —ThbH. FH—IH
R AR =R — O 7R RSy, 5
T MK ZZRALI-EED IROEND
AELDHDT, BIESNROR AR L TWD. Zh
WXL T, AR AT 2 5 2 & e R AR
Az X—Uix, —b7 7 MEAAEH =
X =L TS, i, oK S liA4
IZEDE =X —FE O BRI
BT, BEERBEIERN RN FERAIBLHIS T
W5 [2].

TIAMAEAEH =R X —Ugld, DIt
AT L (ST VIERLE TN D) BN T, &
HOLIE -E, AL -#uE, AL - AE A A
YER ORTIZ T TR TIENTES. #E -l
EAHAAERIZZ —r M EAEA ERIC LSRR
BEFE AAE (r L) Th D, —J7, AB -l
B 3Tl eAE Y - A M BEAER (r312
BB &, HEMEIS(r) D4y & )R E R
HEFE BAEH CTHY, 2 EIAEN OMGIAE & 77 2
WZHET5. Z09bRY L -BEHE BEER O%)
PAZEAT, ~UYLJFEF-0 = I 2 3P OB
EMENI N9 5 = 2, 1, 0 DIEIZEL/IRD)ZE
DHIHILTND [3].

(EREAT AR RTR)
& 3k
[1] G. Breit, Phys. Rev. 34, 553 (1929).
[2] N. Nakamura et al., Phys. Rev. Lett. 100,
073203 (2008).
H.A. Bethe, and E.E. Salpeter, Quantum
Mechanics of One- and Two-Electron Atoms

(3]

(Sprnger-Verlag, Berlin,
Heidelberg, 1957) Sect. 40.
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