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Study on damage-free X-ray nonlinear spectroscopy
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We succeeded in observing resonant two-photon absorption, which is about

four orders of magnitude more efficient than direct two-photon absorption, and applied it to realize
nonlinear spectroscopy. The result indicates that damage-free nonlinear spectroscopy is possible in
principle. It is also shown that the resonant two-photon absorption spectroscopy can study a
specific transition in x-ray fluorescence process. Through numerical analyses of the density matrix
equations, we have shown that the K-shell absorption spectra of copper undergo shifts toward
high-energy side. It is a third-order nonlinear effect, whose origin can be traced to an effective

lowering of the core orbital energy due to strong electron-hole attraction.



B X C—19, F—19—1, Z—19 (@)

1. WFERHE S WO 5

K EDOLCLS(20104), FNEDSACLAROIF) DRI L » T R1A4A > 7 A2 b — LD
XHRGEIR T b EAR XM L —F—2RFH AT REIC 2 o 72, 2 BXHABET L —Y—XFEL))»
HDOE/ IV AT IR —DRBE UL AXBRIC LY . 2 E TBRUHITX 20 - 72 X8R & W O FE#R
e REAER, Bz 0E, FEmRA, B2EmdamgA, SRR, ArAgfkIL, 78k 8
B ENARD TN, ARFZEEREZ BRAE L2 Tl 2D OIERIEIEFE 2RI L7285 LUVt
BTSN T ZRd o 7223, Kl CHEEXBRIERIE B O EITER SO H -7, 2D XD
IR XRRIERIE N B D 43 Je ik 7e E~OIGHERIL, 2D OO EE R 7 a T 4 T
HEEZ BN,

2. e EM

XHREI CIEMIE RS A Z S8 21003 WERF A -T2 T HIEEDE E— 7 58 E NS
kéﬂéo_®i9@mﬁfxﬁ%%%¢ék i SN 7 = & FRYLL T O E i
W Lo TREFI L, ?%ﬁéﬁ)@ﬂmLfb\éf\ll/xfl]m?ﬂfﬁﬂﬁbfLi 9. L7Z3o T, XHpIERR
DI, BHDHNEE Y RN EIRE OXHR Ao T %%w%éﬁﬁ%%émﬁ\ﬁf—yﬁ
B DR AFME L, (OO HFEICL Y ZDOREL T 2MLEND D, + 2 CAIFIEIRE
I, 2P RINGERRIZEH L, EBRLHERROMEN D X A — VOB EZ T T RniE 7';;{%(7)
AR MENET D5 6E0EBAZ B E LT,

3. WD JiiE

FFZEIT SRR Tk E ERR TEZ2 0 L CTiT o,

(1) FEBRATRER2ETRIGATE 2 RS L, ZOBREITH., EHIT, ZO2FRIGEREZ A
TR e & BT 5, IE SNTZFERIB AT Funb, &f CORBEED T, L
DX IREFIREN L Z TWDONEHmHT 5,

(2) BFEEGHICESN T, XE SV 22 B L7 EBRIC BT 2 NGB T ORI S A 3 7 %
<, XﬁWWX~7bw%%m¢5tw®@nM$&%%%¢é Fo T, ﬁ@ﬁ%&mz&

7 bV D XHRFREES KT DIRAFIERS, @R X — BT O/ « X A —IC 2N
;&'ﬂﬁ u+% Lo T~ D,
4. WFZEAR

(1) FERE2YEFWRINGEFE OB

W), ABFIEERE CIIEE2E TN 2 R Uz XERIERRIE 0 e 2 99 S5t CTh o7, L
U ARBFFERREIZ IS LT HEIR & CO MBI IEEE2 YL W3 S OMF e B ES M E R L,
SRTENZ TR O LR AU A~ R IVORIEIZRE) Uiz, £7-. WAT L TIT > 72K UL
DAL AT RV | XA&bwﬁ%wﬁmbﬁwéﬁm%&mﬁé:km%&%bko%ﬁ
VRS S % = R VX —BEETH 2 B, T O30, 02 pJ/pm* & RFEES b, EEDEF%
AT R uiE, 0,093 p)/um* L CHIE STz, ZOEIZRIHE L 0 om0y, ZORETH
FUSRIL AT NIV O = RV F— 8 FEARAFIEIT F 72/ & < IRIEFRAR O B2 TR I A
A7 MARHETEEEZBND,

— 5T, BRORERZGE L TH, BEX Y 0RO 58 E CESEDETWIND e 21TH 2 &
IR TH D EEZ BT, UL, A7 MUVICEN Db, B ORI T 5 o 3L X —%
ETHRESTVWARICEHE LT, UTOX I BRMIKEBRZ LI, £T, 7WLAZRLX—%/N
S LT, BN R VX—FBELZRMELLNICT 5, SVAZRLX—%/hEL L, 7YV AR
ZHLSLTE—7ELRA EXSED, AN S, ZOHEIEBRRAND D, @, WILALY
bwiIWEF®IZw%—“ﬁ Tﬂm?éo_@&% 2OV AN & = VX — g O [ O A

EMEFEEL 1 eVOZ XX —MEDOH 7 ARID /LA 1T, 1.8 sk VEL TXW, FNT
%‘ﬁﬂt%%ﬁ\t%ﬁotk%ﬁﬂwX%@Sﬁﬁrf%ot_k%%zék 1.8 fsF
TEAVZETIR, =7 REEZE 2 TICRIR R VF—EEIIBEMIE CFTHZ &R
T&5, AN, WINTRLF—FBELEEZ 2T UE. K 0S/NOEWARY V& RIE THE
ThhH, BE. mm%mm&wot B IR LOXFELOBZ D ED L TW5b, LR T,
FERANCIZ, BE LY 0 VARV F—% P TESVRTHL Rolc & LT, BIFEMZA
TERFRE] C X BREHE N TR R FIREE B 2 Hivd, 7272 L, ZHUTIE X D S/NOEWRIE R D
B L METH D,

XOHRIEBE2 UL YA B D RFZEDS —Be % L 7= D T, AAFZERRME CTILBd ki 72256 WY

WL E AW IERIE D R ORGT 2B L, —M%iC, 28 TRINOKiREo? X, oo fifE L 72
Bo I T, ok Gl IEECIREE & 17 2 WL U 7z bR RE O W N KT i AE ., F 72, wlX bR IRAED
% N CH D, BEE2NTWINOSE ., 1T 2 WU L 7= Re s CRARR 2R BhiE IR EEIZ B 5 DT, it

TIThE X BROWEFEE CTH 2 b, 0.1 7 MREIC/2 5D, — T, BRZR2H T DY



B VDT 2RI L7z CHREOFHIEDRREIZ 2 5, 2 OFIERE TIINFII A — L AMES LD D
f\%~1mkﬁéoE%%@@@f%%kmak%éiﬁ%<@b@wk%z%Mé®f 7
WA 722 6T WU T ERE2YE TR IR T ANTRREER & eI fE 2 Fro L B2 bivd, L
o T, 2HIREE— 7 MEZ FIFONEDT, FA—VEERELLTWEHESND,

BRI 22T RIMUT EH DR & < | BRx RN FRETH 5, & 2 TAMZERRE TIL, 2T
H OGRS, S XL OMRRIC /R 558 205 Z & & Lz, XA FAR
WEOBEIREZ TR T-DICFIHEN TNV T, TR EIERIEBRICHAAT 2 & T, KVFEL
w%%#ﬁ%ﬂék%it#%f%é $i7p £ DIIBER AR T, Etxﬁimﬁ&wﬁﬂ
5 ZNEN, @T—W% 2pL 3pDEF D HRFTHIH S D, ABIRIT3AIE IV 3p

%#%5?5t . Ko X 0 3dDBEAIRIEICHIR TH D Z LB TS, LivL, KBk
@%t%+imﬁ@vmﬁrfﬁMLo%w

ZO XD, WX KO AD—D1%, FEAHI
1@7?&*@5%‘% BFECHDHZ L ThHDH, THTm2y 1k
2RI T IUTRER T & D, KRR méfét%Izw%
—DOXERET 5 L. 2588 L 0 AMUOE T2 ERET
5, ZOLE, 3pfBEIA— LN TENIE, 2T H Tls
—3p~O LI 23 AT HE &@5 Z OWRIGERFENE Z o 7=
ZEIEISICTE AR —ADEMT 5 & &I & D ha
MEBRTIUZDOND, — BRI, WILAT BL &I A
«\"7 MUVIRICTH D EB 2 N5 DT, B2 7RI

i@%ﬁﬁuﬂﬂmﬁFwﬂMmfﬁék%%éﬂéo
TAVE T, BT HAIREEZT~D 6 DT, WISy
FKIFFEESFEREEZFADIbDOLEINTE, LirL, Fx

%%Ltiﬁgﬁwm SIETIE, WIS T AR RE v,
(5 DOEE3piE) ZFHHD, 0 i w1

B 1 ICHSE CRIE L7z B2 TR A RS P v ks oo “,fh‘lﬁonen;j;‘ikev)*’92°
9, Y= R TABR ORI RN E D R—F 5
8890~8925 eV& & L7z, 2T WL L CHUFF SN2 Aaftift 1. @ D ABRRO AT b v
E®%Eﬁ§%ﬁﬁ#%\ﬁﬂMﬁﬁ o?. OfxHEE (b)) L4 2 JEFRIL A R L
Afbofz, 20L& 3pBETEZEHMT 2HELWHE, 0. (F), FRIIEHOu—L o F 7
k%$—w@%ﬁ\%\ﬁﬁ£t%1Xw% WIEEAEY Zffiol-T 4T 47,
KIELRWEEZOND, LIRS T, 6P xa. b 2o T,

HARB2H T WML A R Y N JTKBANRT M —FTHEEZbND, Lol EBRIZHEE LTAB
X~7BW&w&¢6k AT NMVIIRDNE S T &b,

AT MO EdwmT Do, BEou—L o F T U EMBEDETC T4 v T 4T
ZiToTl2, M1 DX KA bLViTdoDa—L o F 7 T, HIEBNA UL AT B LiE3
DOTHBTE S, 209 LRV —[D2 DD ILABA Y Ml/ ZHRHET DR DAL B
Bo 212 L. BREEITABANY MV ERIR D, £, u%t?&MxAybwamizw#—
D BATVERIET D B D720, _ﬂ%@dﬁa)@,%}ﬁﬂ%i} e RVSY a0 —JFEEH L i L7z
LA MR NF—MD2D(H1s'=3p ' & 1s'3d'=3p"3d' TH D k%z%hé R R X—
AZ, 1s'83p'=3p2tBEAZLND, 3plZH—NBH DY T T A4 FRIEE2H T AT F LT
N0, 1 X FHORIN TIpIZR—NVEBEDL X, V== T v/ TH O —23pDHR—/L
NTEZDEBEZLND, Ilkﬁé& 25T WI D 7 3 B DARE AN IR, Z O BR

K%LTH%%&T@%%LT%%f\%%®H%Ki0%%mmﬁéﬁgﬁ%&

1.0

0.8}
06}
0.4]
o2l

Fluorescence (arb. units)

(2) PNFEWRILA T S ATKET 2 IERE 20 O BRI iR B

FERE T = A N XMEFHEAERT 2B R LT, 77 2% =4 FiuEqHE & ik
B EATH O BB 2 M A o 7o REE K A7 FE | (R Hartree-Fock T e XA ER L L=, Z O
Tl BEATHIOIER A ER ) DFEBER MO ERFHENHE TE, 207 — U =25 )
BIEMERIL ALY MANEHTE S, S5, KIREBHEER S VWbRDZEELE LT
D JHE & N7 BT RN R — L7 b DB 1 22 1 TR &R % %E%w%
CH@mﬁﬁ&@ﬁ%%%ﬁﬁM%b‘i%f—wMEﬁﬁ%%bé SEERR) B

BT HE22IH 218 U CBorndT{ElOFFHMN THL Y A7z,

Emmebf PAEAES.T fsD X AR UL A BT A U 72 BE O FERIE I D ELAB G5 %47 -
LA XBRE— 7 L OBAE L HIT, KRIHNITO AT SR EZ 3L F—C T
N6 ERbholz (K2a), ZOREEIL, SACLATOHEET —# [K. Tamasaku et al., Phys. Rev.
Lett. 121, 083901 (2018) ] Z EMEAIICHELT 5, L=10" - 107 W/em*DFEIKIZI\ T, Bkt S 7
K*$%@ﬂAib THBITHZ Enb, AT MADY T MISROIERIEDNRL W25, TD
%il X, K Ebtioi@%@{ﬁ@Augerﬂﬂ% Lo THUK, LBR—IVDOIELB JIRT v v L

. BRIFKGRFET O T L X — UL & FRNH ﬁTéﬁé‘ﬁD HHE L LTHHTE S,
%@%@K Euiﬁaixw%—ﬁﬂ@ﬁﬁ% LRHE XA, BhEE T OEIG D E 2 1%



6000 T T T —8945
(a) !
5000F " ~8946F
3x10
16 T —8947F
4000F 10 g .
o~ T (W/em))=10" = \E 8948t
£ 3000f 5 3
= TS -8949F
5 2 2
2000} & & s
/:_\\
1000F YOS —8951F
// -
= o~ ~8952 : -
o . = ¢
O 8940 8945 8950 14 15 16 17
2
ho (eV) log ol (W/ecm”)

2. (a) &FSERXBIREITK T D2HDOKERIL AR R b, BEHRITXH SV 2 DB A
X7 b, (b) XL AR ORI 2B 2 ENKEE T R L F— (o B EAY
Y. BiFHMEAEY),

EThoThH, WMOK FIIHeVIZET S (K2b), i, mRIUHEA XY ML ORI RLF
—Mfl~DFh (K2a) LELGT D,

(3) ¥l EY

ARFIERRRE CIE, B2 TR L 0 S AMTREEE K & 72 Wi il 2 B2 82 ) W INGE A2 & ) A
LTEdERIE D EEER Lz, ZHUC L 2T A A=V ORBELEZIFIZ WIERIBE D HIEN 15
TREIC 7R o 72, B2V IRIN 20 2 1 E . TERIZIE EAIREEZ TR D HETH - =RINS T E
FIREEZFARDND L1272 D, -, HlEIAREER H B RGRE L&V, BEDOEBD A%
BIRPICEZ SEL LN TEX DL 91Th D, 20D ER 2 T H5A121%, 208 X
DL LERREMEN D D, SO ABERZ BN TR TR & 2 A, HHi D AR
7 RVIEEE OFEEX AR E L IR L TWD 2 EAVHBH Lz, — T, o< 7D & KB
AT MR OGN WEERBNTZ 0 | BENIAN-T20 T 572 EORe D80 oo
2o THNUHOWEE LRI L L, SBOMRICL VAL NI L TN BERH D,

AWFFETOFHBEFERIC L D & < 107 W/em?D Hlig HEIR EE 12 38\ TR S L 2RI A~
LD 7 ME, & L THREF-R—LB D7 —o A EERANG & 2 NEREMIK T IS
Y B3RDIERIERIE L U TR TH S, 2O L I IZRIEL-NBLEN S| X8 = T IERTE
FFBGIT, ERIFNSIAN > T lE T OB & b7 ) A EI COFMIBER R L 1T A h =
ALBER D, B, F—RIFNOE-S—VHEEERAFRS, BERTOZEE2Z i< v
720, JTEEORKOGR (KR E) 1T LT, Al RO A7 S AL S
DAHEME DV RIE S D,

BT XA F—NEFOHEREMICE bR )X A= SIROIEBIE I FBBEO —FETH Y |
WL AT S NVEAGIZE S LIS D08, & OB Z BRI AN DL, [BEEOE %
EERNX—EEFE CEMICHET AIXLERDH Y . 5B L) ICHEEEFRYA XD T A%
—TCELIT 5 FETIIREENEY, FMBERSEM 28 L2 RIEOM L ISHITS % OFE T
H b,



4 4 0 0

Hikaru Kitamura 102

Third-order nonlinear effects on femtosecond x-ray-absorption near-edge spectra 2020

Physical Review A 23120
DOI

10.1103/PhysRevA.102.023120

Kitamura Hikaru 53

Density matrix formalism for femtosecond x-ray absorption and its excitonic enhancement 2020

Journal of Physics B: Atomic, Molecular and Optical Physics

095602 095602

DOl
10.1088/1361-6455/ab787¢c

Kitamura Hikaru 232
Thermalization dynamics of primary and secondary electrons in metals 2019
Journal of Electron Spectroscopy and Related Phenomena 45 52
DOI
10.1016/j -elspec.2018.12.002
47
X X 2018
407~412

DOl




11 7 6

2021

Generation of non-classical x-rays and potential applications by CBXFEL

Cavity-based X-ray FEL Workshop

2021

2020

2020

X-ray nonlinear spectroscopy with two-photon absorption

1.XOPT2019 International Conference on X-ray Optics and Applications 2019

2019




Hikaru Kitamura

Density Matrix Simulations of Many-Body Effects in Femtosecond X-Ray Absorption

International Conference on Recent Progress in Many-Body Theories

2019

75

2020

X-ray two-photon absorption spectroscopy

SR12018 International Conference on Synchrotron Radiation Instrumentation

2018

72

2018




Femtosecond thermalization dynamics of keV electrons in metals

International Workshop on Radiative Properties of Hot Dense Matter

2018

32

2019

X-ray nonlinear spectroscopy with direct and sequential two-photon absorption

10th Ringberg Workshop on Science with FELs

2019

(Kitamura Hikaru)

(60335297) (14301)




(Inubushi Yuichi)

(40506250)

(84502)

XFEL




