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Abstract

High-order harmonic generation (HHG) is a nonlinear optical phenomenon in which a strong
excitation light pulse generates radiation that contains photons with integer multiples of the
frequencies of the excitation light. HHG has already been used to generate attosecond pulses
and coherent X-rays. HHG from atomic gases was discovered in the 1980s, and its generation
mechanism has been explained with a three-step model involving initial tunneling ionization of
an electron followed by its acceleration and collision with another electron. HHG from solids
was first observed in 2000, and since then, it has been intensively studied with the goal of
developing more efficient generation processes and for clarifying its underlying mechanism in
the non-perturbative regime. HHG from solids has unique aspects that are not present in HHG
from gases, such as a linear dependence of the cutoff energy on the excitation intensity, multiple
plateau regions, and an enhancement in harmonic intensities under elliptically polarized light
excitation. It has been considered that solid-state-specific intraband transitions of electrons, in
addition to interband transitions, are crucial to the generation mechanism of HHG from solids.
So far, however, most of the studies have been performed on bulk crystals, and the role of
intraband and interband transitions in HHG from solids has remained unclear.

In this thesis, we clarify the role of intraband transitions in HHG from solids by studying
semiconductor nanocrystals (NCs) and graphene as samples. We show that the electronic states,
and in turn the intraband transitions, can be controlled by using the quantum confinement effect
in NCs. Moreover, we experimentally clarify the relationship between harmonic intensities and
electronic states under mid-infrared (MIR) pulse excitation. In particular, we study HHG from
graphene by using MIR pulse excitation in combination with terahertz (THz) pulse modulation,
which generates hot electrons and thus enables interband transitions to be manipulated. Our
studies reveal that the coupling of the intraband and interband transitions is important for
efficient HHG from solids.

First, we investigated the mechanism of HHG with CdSe and CdS NCs. We prepared NCs
whose diameter was precisely controlled in the nanometer region by wet chemical synthesis.
Here, when the diameter becomes close to the exciton Bohr radius, the quantum confinement
effect allows a change in the electronic states from a bulk-like continuous band to an atomic-
like discrete state. The discrete states with the sub-bandgap energy are expected to suppress the
electron motion in a band and thus suppress the intraband transitions for MIR pulse excitation.
We observed HHG from a thin film of CdSe NCs under MIR pulse excitation and measured the
dependence of the HHG efficiency on the NC diameter. We found that although the HHG
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efficiency did not change significantly up to an NC diameter of 3 nm, it sharply decreased
below it. We further compared the HHG from CdS, whose electrons have larger effective
masses, to that from CdSe. In CdS NCs, we observed a similar decrease in HHG efficiency as in
CdSe NCs. Comparing cases with the same NC sizes, it was found that the reduction ratio in
HHG efficiency from CdS NCs is smaller than that from CdSe NCs. This result indicates that
suppression of intraband transitions causes the HHG reduction. In other words, the sub-bandgap
of CdS NCs with a larger effective mass is smaller than that of CdSe NCs for the same diameter.
Thus, the smaller sub-bandgap of CdS NCs does not suppress the intraband transitions as much
as that of CdSe NCs and similarly for their HHG. HHG calculations using the 1D dimer chain
model reproduced the observed behaviors. These results indicate that intraband transition is an
important origin of HHG in solids.

Second, we investigated HHG from graphene. The pioneering studies on graphene have
proposed that the origin of the HHG enhancement under elliptically polarized light excitation is
the gapless band structure, and more recently, the importance of coupling between intraband
and interband transitions has been discussed. Here, we studied the role of intraband and
interband transitions in HHG from graphene by using THz pulse modulation of thermal
distribution via the intraband scattering. Without THz modulation, 5th- and 7th-order harmonics
were observed. On the other hand, with THz modulation, even-order harmonics appeared and
the intensities of odd-order harmonics decreased. Also, although the even-order harmonic
intensities followed the time waveform of the THz electric field, the odd-order harmonic
intensities remained reduced even after the THz pulse had passed with a recovery time of a few
picoseconds. We attributed the generation of even-order harmonics to inversion symmetry
breaking caused by the THz electric field, and the decrease in odd-order harmonic intensities to
the generation of hot electrons. The thermal distribution of hot electrons induced by THz
excitation follows a Fermi-Dirac distribution, so the electrons are excited to the higher energy
levels than the Dirac point. Then, the suppression of interband transitions by Pauli blocking is
expected to reduce HHG under MIR excitation. Thus, the larger suppression of HHG under
elliptically polarized light excitation than under linearly polarized light excitation indicates that
the lower-order interband transitions are more important for enhancing the elliptically HHG. A
calculation in which the electron temperature was varied reproduced the experimental results.
These results show that the suppression of interband transitions by hot electron generated by the
intraband scattering is a way to control HHG.

In this thesis, we studied the intraband and interband transitions as the origin of HHG from

solids. Our observation of HHG from semiconductor NCs shows the importance of intraband
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transitions specific to solids. Regarding the HHG from graphene, we find that the interband
transitions can be manipulated by hot electrons caused by THz pulse excitation, thus allowing
ultrafast control of the HHG. From our studies, it can be concluded that in nanostructures,
manipulation of electronic states by nanosizing materials or external fields is a way of
controlling intraband and interband transitions and thus HHG, which may lead to the

development of new nonlinear effects.

111



RS

IR S AR 8 4E [High-order harmonic generation (HHG)]I L Yt D EEEE D B H#5 D
WM FAET DI NFHR T, 7 MNP SV ARESL X BOLE~OISHAN Th T
%o 1980 AU F-XUED S D HHG IR S, TDORAEA T = X NIEA DA
A, BAINE, FREANERLTCAELD 3 AT v SET LT &, 2000 FLL
e, [ S 0 HHG MM S 4, 2h3RA072 HHG IR BRI 38 1) 2 A o
FRBNZ A 7oA FE R IR T oI TV 2, [EIR HHG X v 47 =3 L ¥ — DT
72 LR EEARAE VS D 7" N — Rk, F 7o #E PRI T O i R R O B K 72
EL BRI OWET LWBSEABII SN TS, TRET, ERHHGD A B =X L L
LT, oAy FHERBITMA T, BEREAR O RNEBEROEEMEN R ST
Wb, LML, ZNETOEL ORI AV FEEIC L TiThbTtlsy ., N R
N - 3 RIEER O E R HHG (281 2 & B OFRMEIL+5y TIEa .,

ARFENGH LTI, T/ WETHDH T IR 777 22k LTHWYL, BRN
5O HHG BFRICE T 53 RNEBEBO&KEIZ A Lz, BT CADRIZL
DRIV —YENL Z A FTRE 72 B AR ) 2 R TiE, RSN (MIR) 2SO R filkd g
D AR & &P CIADRIRIC X 55 - HEM OBER L DO BIMR & FEBRAVIZH 5 7T
L7. 72, FEMRSEHE CRiismE oM ANB SN 7T 7 = B0V Tt
T 7~ (THz) 7SV AICE D ARy MeETEE TS Z LIk Ny FHER L
BAEL. ZDRFDO MIR 7V AR K 2 Sl 02 (b2 Bl L=, Zh b Out5E
M Ny RNER LAV FRHER & OSSR SR 2 ER HHG IZB W THE TH 5
ZEEHLMIT LT,

AT, T/ EME TH D CdSe T /K1 CdS T /Kt axtB & L TRk
DA O Tl L7z, D OWE T, LFHIFIEICEY F /7 A— FLVH
OB REROBIENFIRETH 5, B FEENE R —T PREE L /NS d
&L ETFACIAONRIZ L EFEN OBERILNBE & 720 | L7 B2k & R
o%%%%ﬁ%\ﬁ%%@%ﬁﬁ%ﬁuakwm¢é BERE BRI L L7 N
R¥ v v 7RAELDE, MIR 7SV AHEEIZ XD EF O/ RN TOEE) G S 41,
N RNE %ﬂﬁ@éﬂék%ﬁéhé‘WRnwxﬁtTTC@ef/ﬁ%%ﬁﬂ
5® HHG 8+ 2 Z L1k, HHG RN T R P A XKFT L 2 &2 /L
L7c, HHG Zh=RIIRAFELE 3 nm F TREREMIT R, KV/NSWERETITEM R
BWAONBRI STz, SBIC, YTV RE vy v 7OHIK & HHG 2R OBR A B 672
THOIZ, BFOAHEEN CdSe LV K& CdS ZHWT, @EiEmED A X
RIFMEZ e L7z, CdS F /KL FlZB8 VT, CdSe T / kit & FIfED HHG 2D

v



LEBRIL, —H T, FUHFERTHET S L, CdS T/ KT HHG DO
HEIT CdSe T /R E RTINS W L 2B L, HHG O D33 RNERE O
RICHKTHZ & a2mLic, $bb, AREEO LY RER CdS T/ R+ TlE, [

CRIEED CdSe F / ki - L LEARTH TR R v TAVNE L N2 RNEB IR S
WK Db EZX NS, Fo, ik iz 1 RooET AV AFIH L7 HHG O
AEND L, T T RV Ry v 7OBKIC K Y SR RE N BT DR 582 FE
L7z, LEDOFERNS, ERIZEIT 5 HHG IZHB W T, N RNEERNEERERTH
HZ EEHALMNI LT,

% TliE. MIR 7V Al T C 2 sl R 2/ PR OG0 5 77 7 = >
IZOWTHIFE LT, 7T 7 = /2B T 28 FHRGENE T To HHG RO EJFIZEI L T,
Xy v T VAR REEICE D200, HDHWTI A RNER LN FRER
DIBNFERIZ LD b DROD Fx REEGwRNA 7RI TWD, Fexld, THz Bz Xk 5
EIRRE T IMBNZ LN FRNOBFOZRAF =5zl L7z, &L T, MIR B
BIFO N RREEBZEIEL, BHAELEICB T 53 FNERE &NV REER O
BENZDOWTHIGE LTz, THz I ZIT > TWARWS T 7 2o hnbid, 5IkE TIROEH
WS BRI CBLAl S 4, THz e T CIEMBEOR O iR 3 R84 U, a5k o s il 5
DWW BB Sz, B INEZEITH THz 2L & & HHG D MIR 73/L 2 D IR EREfT
Z B SE T ER TR, BB ORI IL THz E5 ORRIIZICBEET D I0E %
BRI, —F. TEROEFHILIRE T THz 7OV ARFE THIBD ik L. K=o
FORFER CTE(LNE Z D Z Enmnoiz, BEROERE DAL, THz B/ L
AMBEEED 7 F 7 = > OHEXFRME O AVUCEK LT\, £ LT, THz %O
2 RPN 31T 2 AP EOR O @R R E O 1E AR v R FICER L TWD Z & AR
L CW5b, THz EIZ L VMBS NIZE X, 7=/ - T4 T v 7 0AHICHE,
TAT I RED AV RN E TR SND, FUEERE CRE LS
By T ATy RIEL . RN Rm VXN OBEFHAEIELS LD, ZOFRNT
T MIR A2 HWTEFRBELEZSGEG, U « T yx o 722530 REER
OHIBR2S HHG O 5| &2 Lz B2 b, FrZ, HHG 23 L 0 ] S5k
FRIEhE T Clik., KV IRR O NEER ORE G 23 BAMR YC b 12 e~ T3 Blry T
BHDZENyhol, BHREAZZLIELFHETH, EElmEDORD & IR
JEFHEL T C O @R R E OB KRNI S 5 RERAERZ BB 5, LLEORRIE, A
v RN THOMEES =R v MeETIC X D80 RIEEROMHIC L - CTERkRE
ZHEHTEAZ L ERLTVND,

AL TliE, ER HHG ORJR & 72 %3 RNEBR &Ny REEBIZOWTHFE LT,
B CIADBRIC L 0 ETENBERUL L7z 8 R ki 71281 5 HHG 281 L

v



T, BERBEON FNEBOREMNEZ ERWICHONZ L, 77720260
HHG DOFEBR TIE, THz 7NV AT K D@2 EFREDO BRI LY N0 NHER 284
L. HHG OB E# e fil#nN aliE/e 2 &L 2R Uiz, LLEORFEND, F / R Tl
WE DY A ZRLHIGIT L > TEFIREBEZERIET 2208 TE, AU FNERBB LU
¥ RHER 2 A0 L HHG Ol LW IERIE R O FRB NS 5,

vi



I
%

Rl
i

1.1

1.2

1.3

Rl
[\
o

2.2

23

23.1

232

3.2

3.2.1

322

323

324

33

3.3.1

FIRT coevreeeene e sse ettt 4
B DT Bttt 4
FIFFEDD .ot 10
ARG ST ..ttt 10
FUBHRFIE & FEBRTVE oo 12
LR T LT ettt 12
B 77T 7 S 2 e 14
FErRT AR 2 T BEMEER oo 17
FTEEFE AR ottt 19
PRI R e 20
HHIRIN U ZBETTE <o 22
HRIE 7SI A TR oo 23
T TNV IRV ATEHE e 24
HAERT KA IS D SR FIEIE L 26
BT TE DT Bttt 26
IR RPRIBRS .ottt 26
T B2 5 DR R FIETE A oo 28
ARBEDFTEDD F oottt 29
BB e 29
BT ITEE oot 29
XARIEHTIUTE oottt 32
TEM BB ..ot 32
WU TE .ottt 33
T TE TR et 34
PRV TR TE oot 34



332

34

34.1

342

3.43

3.44

345

4.13

4.2

43

43.1

432

433

434

4.3.5

W PEWLITGT TETNTE oottt 35

FEBRIE I & B EZ ettt 37
TR TR A XD I IV s 37
BLA T A RIRTFIE oot 38
PR BRI TEILIL ST TETUTE oo 40
AR EAC I TEILIL ST TETUTE oo 42
T REAFHEE /S RINIER i 43
JIES 26 v U 7 EEEIS 90 HHG ZH3R e, 47
JINTEE ST FC AT e 48

B BE DT covvvvvve v 49
T IV SNVARF I CO 77 7 = U mikm i3 e ... 50

FIFGE DT Bt 50
[ 55 U IR 2 D FE T SRARTTE oo 50
T T 2SIV AN T D TR ZE T e 52
ARBEDFTEDD F ot 53

FUBE & FZBRIEZETR oo 53

FEBRFEIL L B ER oot 55
TR IITRIE AT NI et 55
ABFERERMETTNE . ooooveo st 56
HUIRAN SV ZARICARTTE oo 57
FFRSN L ARG FRIETTVE oo 58
T T IV ATRPEGRATIE oo 59
B IRE & BRI TREEIRD oo 60
HRIN SOV A BEEGURATIE oo 65

B B DDTE R 1vvveveneeeeeseeee s st s ettt 66
AT SCODTE R ©ovvovereereeesesseseeseessese s es st 67



HEE 70
23 Sk 71



F1E i
1.1 HFEOE &

AR, @A L= —HioEAIC LY | WEIZHRFICRES ZFINTE 5 X912k
O, MERTIIBII SN -T2 LD I FBEBBR I ND L O ZhhoTc, ZD
9 B O— D05 IR i AR %6 4E [High-order harmonic generation (HHG)] C& 5, HHG (%, Jih
FL YD JEE S DFEL 5 DN AR SN HIBFETH D, HHG (X, 1980 FARICIH 4 A1 E
WA TR S 4L, TR OBEGRIY 22 S aii OFeME & 2720 | FIEEEER A 72 Sk s il
BThsdZ ERREINZ[1,2], ZENDD HHG O A B =X AL, b A 41k,
b e EIS I K D B HEF OIEES), FESOWMENGRD 3 ATy TET A E AN

THA =5 [3].

recombination

field/tunnel ionization acceleration in the and photoemission
laser field

B 1 ZUEPDD HHG A = AL %G5 3 A7 v 77 VOB, SCEk [4] L0 #x
#, Copyright © 2008 The American Physical Society.

H g '
%n# J
dMLJWMﬂNWMNMMﬂMNﬂNMMﬁNK -

Photon ane.*rgg.I [B‘u’]

2 [EPDOEmKEIWL AT S, ik [5]22 HHR#Y, Copyright © 2008 AIP
Publishing.



B 2 12, Ar H AL LN MR SR &S DO AT MV ERd, ZRE 0.8
um (FREY) & 1.4 pm (FH - N CTRIE SN A7 bV THD, A7 hVIEAF
BOR O @i CHER S LD, FFIZ 1.4 um OFHEE TiX, 50 eV~90 eV F THEHE OWEHN
ERSTHHRER—ETHDL (LML TND) 77 b—EMEENDE8EAH Y, 90
eV DAy N T ZRXNVF—Z Bl EmAE N BT oE L RO, ZOHy M TR v
X—IL3 AT v TETAND I, + 3170, Ltk & D, 22T, LIFAF AR T o x
IWTHY, U, =e* B 2216m* mc® IR TRE—T 4 TZXNVFX—Thd, E& 21Tk
DO — 7 BIEWE L FREEETHY ., e & m FTNENETOBRMEERETHD, U,
FNEFRENES 2D ERELRDIEND, 14 um I TIE 0.8 pm BEE LV o v b A
T TR = NE TR IS DX 2 O & BRI BT D,

—
—_— i}
z 2
TE 8 =
= @
= @
S 6 2
@ R N T N R N . i
3 86 90 o4 o
> Energy (eV) T, =530 as ol
Z4f : 2
- [\ 2
£,/ f A
> =
D ;‘{ Lo {I IJIr | \1 E
6 —4 -2 0 2 4 6

Time (fs)

3BT PR SLZAORE ORI, SCHR [6]72° HEs#, Copyright © 2001
Macmillan Magazines Ltd.

KRN D O HHG 2B LT, #x IS HIZmid 728 ftbhCnd, 2095 H0—>
THDHT MRV AR [6-8]1F., 2023 4ED ) —~WYFEE 22 E L=, X 312 Ne A
AZMMBIEAELTZT MY/ IV A DRE DR MG 2R~ 3 (358) o 530 as DT MRy LR L
ZDORMEIZY T TA 7SV ANFIET D 2 END0 D, MR DES, NN



T RNV ADARY M VERT, EOMICH, KK D O HHG (35 FELED 7 a—
79,101, 7 FEP ORISR [11]172 £ 7 MR OREBEE KR Lz, K805 OEk
TR ITERETHLRESEDL ZENTREIC R0, /AL E DMAEERODIC
FH0REINUET, ERRITABANPKELRD,

JFFNETHY ., BETHESNDEFOBENGOEERTIE., KB ERA
HHG NP I, @A EO a7 MepAlifF S5, w8, HHG (358772
A (MIR) 2L RIZE s> TS SN V7 FERTHEBI S D L 9187 - 7= [12,13],
BERD N Ry v FICx L CTHSI/NE Rt g v X — 2 Rt ka2 s 2 &
T, W@FEIZR X v U T AL 2 BN L e S S EICIRESG AT 2 Z E A FRETH H, X 4
12, S. Ghimire & 3T 72 ZnO f&ga2> 6 O HHG EBR CEIH S /- AT MLV ERT,

a Energy (eV) b
3 5 7 9
100 —— . . : : . :
25+
Fluorescence 10 @® Data
signal | inear fit
00|
23+
&
T
- o
: RS
E 102y - c |
= g 2 ®
: 5
& <
g H=
= 2
5 3
e o
2 1073 [ E>3 19t
E [
[ =
[
<
.bo
T
17
1074
€ Band edge
: 151
105 B | 1 | 1 | 1 1 1 M L L L
9 13 17 21 25 02 0.4 06
Harmonic order Drive-laser field (V A

X 4 a. ZnO 76D 2 ORI X 5K &R A~T Fb, 0.52 W) Dbk TIX
17 IR E OB S i Gekft) o 2.63 wJ ObEL Tl 25 R E TORKE T 2B S
niz (H#) . RENIV Y b A7%25FT, Ao FE¥x v 713 32 eV (5 TH S, b. ik
ERIEICRT DNy AT ZRANX—DIEEZ DT 4 T 4 7, SCHR [13]7> B s,
Copyright © 2010 Springer Nature Limited.



FEHRIL 500 pm JE D ZnO #fdh & K E— 7 58 TR 5 TW/em?, 1 kHz TRIE L7z DT
HD, 0.52 W OEHETIE 17 K\ E THERI S B . 2.63 u Ol T 25 &
ECOmREREPBIN S () o KAy "4 72537, Iy hAT7TZ 3L
X—L, 3 AT v TETANL TREIND E— 7 BHRE~D 2 IROEIFYE & 13 RAYIC
v — 7 EHEREIC K U TR DK EZ R, IEROKUEN DD HHG A 71 =X A TlifE
B2 6 ORI ERE 2 A TERWZ EBRH LN 5T,

ZO%, BENSDO HHG & LT, BIREER 141062777 = [15]72 EDOF LW
BHET, xS HHG N2 5 2 EDVR S [12-14,16-19], KUK EIXB R DIED
BONBHI SN, O h v b T = FUX — OB AR R E R RSN T, B
Bo7Z b —rEE [19]. #5FHRRbE T O SR i A O K [15,20-23], hE Ot O M4
FEARATNE [14,16-18,24-28]72 E T HiL D, TS IXERD JE B 2 sk U 7o 2 2 B
THHZENEZLN, 70 v FROTERIZESWHIRIC K > TREA T =X LNGHE
SND LD oT2[29-31], FRETHRAT 20 . N REER &N RNER D ER
B0 HHG IZHE L TWD Z LW RENTWNDEN, DA B =X LTI B fiE ST

b\fcil/\o
R E IR OEIEIX, AEIC LV E ¢%@@Té@%m%®#ﬁ%%mT%5 <
ZTC, EAEFOBEREFIEDOREA =X L Ei@Em T D202, £3., k ZZM EOEFD

BATFTITAZONWTERD, ThIE, 2 N FRET LD ﬁxﬂiéﬁ’bt4:%—ﬁ§7m/j‘jf
F2{[Semiconductor Bloch equation (SBE)] % H\» Cicik & 415 [30],

2INVRETIL
@A NURPER o CB
) —— c k=
2 r — ) =T ek iz
E, (k) $
N RRER
[ 1) I
e vk v, k) VB
vV < > . (EEF+)

5 PEROBETF N FOWE BT D EAE i & BT IER OIS,

7



B4 512 2 3 ROERIZEBIT D EEE npr & EFEBOBMKKNAZRT, 22T, biFAn
Y RDTILT b = ¢ MBH, b= v MlE SRS T D, N RE4 ks To 2 HEAL
FROER EHIT T, HEERICBIT D IFHEER L im T D, FHEMBEIRICE ST
BNy R s & SIRIED B npp 1IINTEY E@OO T TRO L 5 7T R %2 o
3 [30],

, 0Sg h .
lhﬁ = (gc'k + Epk — lT_) Sk — (1 —Ncek — nv’k)dkE(t) + l€E(t) . Vksk (1)
2
oy
h at' = —Zlm[dkE(t)Sk*] + EE(t) . ank (2)

ZIT, gplIBET ORI F— T BOFEFREH], dp 1B X A R—/LE—
A2 NERT, R2OHPEOAEOIIZHEIT 5 IHIZ/ N RiE#ER (Interband transition) %
AU BEDE() - Vil B3 530133 RN#EFR (Intraband transition) Z7~9, 7235,
ZZTIEEES—Y (Length gauge) ZHMH L TV 5, 2 AR TIE NNV REERE DO 2%
W, N FHATORBBH TH 53 FNERIZERBEAOHE TH S, N FHERE S
NWICEFPNG 2T T hZERNZER TS L&, N RNEBOHEAZER LT, LTFD
BAGRDNE D 2D,

d e
Ek(t) Z_EE(t) 3)

TERDBIZIEFIZIB N T, MG KD kD2 ki< BEHINDZ R T,
LOL2R2N 6, BRI D O HHG MBI S 41D £ 9 3y R¥ ¥ » 71Tkt L THaIT/h &
TR F—2RD (REE., REAW) M&ES2RCC K HEE T T, A3rs v
FRNEBPNEELEZRZRIZTEEZIOND,

R AR DI AN T & D IR EIRI LR KD /N RV Jinel() & B DO IEH) )
HRATHNY RNER Jua@D R LEDETREREND, TRENDOEREDIEL TEO
WYICET D,

d
]inter = a f [dksk(t) +cC. C-] dk (4)
BZ



Jintra = Z fevb,knb,k(t)dk (5)

b=c,v Bz

ZZ T, Ub'ﬂj:ﬁﬁﬁg*@&)w\ I*/Vﬂ‘r\“—ﬁj\ﬁﬁgb,k%ﬁﬁb\’(\ T?E@Jimli%éﬂéo

1 dgb,k

Ubk = Rk €)

BEIRE T D AT "Mvid, K4 - 5TRINDERK D E 77—V BT 5 L TEHED
N5, N REB IO RNERIT, BN, £0Ws, 20T 2 TEHRED S
BHEnpp EKFEL TV D, HEEEn, DERTHL AN FHB IO FNEBRZFEL <
D LT, HHG A W =X L =R BT 52 LIZENR D

ANV R IO FHIER O HHG 23T 2T 5220 Tid, BERmaICargeniThoi
TW5, D. Golde %, Hiffilb &iv7z—kit GaAs VA Y —Z{KEL T, Lio—fi
{fESBE &R U< 28 REEfEICHHG Z5t5HE L7 (K 6) [30],

el M,

- N W A

20 40 60 80 20 40 60 80
1M, MM,

X 6 GaAs BTV A Y —IZ8F 5 HHG ORIEEFRER M, SO o 12 HHG O EEEL,
MDD wp 13X — 2 T EJER B CRIE R ICXTINT D, £70. wo lLEESEEE I TH 5,
a [ZN\Y REEBORGIET DR TO HHG 277 L, b 13N RN - &R & HICHE
T LW TD HHG Z 7”7, 3CHR [30] & Y 53, Copyright © 2008 The American Physical

Society.

X 6 TIE Ny FNEBENEWEGS (a) EH5H5E (b) TO HHG A7 MLV A& #E L T
W5, fEET T R TH Y . BHEEERE IR LW 5, Bl 4 L7z HHG OJF
WK ST D, FhEEHRENRL 72 51250 T, BMROERENREAEL VWD L%

9



RLTWD, £, XU RHNBELY OFE T, LV EROESHENRETDHZ LN
BND, ZDOX T, ZOHEEENHIX HHG I2BIT A3 RNEBO BB )5,
LU, EBRPNCZEOEEMEZY)D 50T 2R3 T Tz,

1.2 W90 BHY

WEDOE TR L D2, BEERN O ®mKEREDO 2 E TOWFETIZ, £ DIAME
FRIZBWTC, l%lﬁwﬂ/kwgﬁmﬁgﬁﬂh%éh&ﬂ% EBRIZE DL %
SN LI FEI3AT i T Ze vy, s R B m R m i i O FAECm S T, N R
MNIBEBR L O REEBOKEIZ AL/ L, HHG A H =X LAOMfEE2RD D Z LI
HETHD, AFETIE, B HHG 28T 53 FNEBEEOF 52 EZERAICH] 58T
HZEEHEHMEL, ;U HEEDE T%é#%%%/ﬁ%k&77:/%ﬁﬂkLfﬁm\
ZNHn 5 HHG 278 LT, Y8R 2 kir-i%. B UIADRIERIC LV BYHEGL ) B
Bk L., ¥ALHOZ X LF—F ¥ v 7 (W7 N F¥ vy v 7)) Rk @ﬂ&&&% Rz
KU, N FNEBROIH DS D, T /K050 HHG ORIPAKATFMEZ B 5 2
95 Z & T, HHG 2B 53 NNEBEBO X 52 EHICH 6NN Lz, ¥ MR EEhE
T HHG BN RTHEED—D>THDH 7T 7 =T, N FRER &N FRERORS
Aﬂ%@ﬁkmtﬁkbf% INTW5b, Ay MeEFEiE L, N NEER L&

HICHIETHZ ENTELT T~ (THz) A AERNT, ETEBORBAEEZN LT,
HHG Ofillffl 2 B 5 L7z,

1.3 A LD X,

K LORERUTIR DB Th 5,

55 1 B CIEEAD S O HHG (2B 1T 2781 5 & ARl O FE 0 B i) & ik~ 7z,

02 mECIHFERTERA LT/ EWE (F kit - 777 ) OFEIZ DN TR
N5, HIZ, HHG Oihe MIR 7SV ADFAEIMEH L7z BIED N NT A MY v 7 HlEg
(OPA) IZOWTHANT 5, F7=, 8 4 ETHEH L7z THz R 77V ZADORAFIEIZS
WTHaHT %,

B3 E|TH, HERT R 5O HHG OFEBRFERIZOW TR L5, BT LIADE
RIZEVHIREND N FNERE L HHG REOFAEJR TH D IERIERE X v U 7 EED
BtezF /R OERKGFEN OER T 5, £, BilbEn—RicET AL, B
Bt L7 B4R & HHG Pbie % v U TR E DO o R & Ok A #Eam T 5.
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FAETIH, Ko7 - 7o —T7HINICLY, THzSVRIZE D Ny RAOE OV
X— e ERLI=7 T 7 =60 HHG ik 5. =R F—HEIZEB T D REED
HAERE HHG & OBR A #Eam L. /N> FIHERE S HHG #3252 H 8% @am LT,

B SETIIAMENLHE LN S %ROREEEZIRRD,

11



Vivawl ~rs = Py J L \\
2R AURHRERME & SEERTTE

ARETIE, BIFEFAZTHOEZRE B8RS R - 7T 7 20) ORAREMEE
Ly FFEH LEFRAN G THz YSEOREFREIZHOWTE EH D, EERICERICEH
L7-FEBRtEy N7 v 7%, ERER L BT H7-OICFNFNOETHAT 5,

2.1 EARF kLT

AR O ER G AT OEAIZ LY, &Ry FEWo LA TIADRNHE T 5V
A AOREE ZFIS 5 Z LsAlEll o Te, MEOY A XET ) A— VA —F—FT
INELFTDHE, Fr UTHHACAD LN, =T —HEMDHERLT 5 [32], FFIZ. =K
TEHRPACIAD IR EZ T HEF Ny FOWRBEEIIT NV Z TR I, ERICHE
725 [33,34], Tz, EEREOTRILF =RV T DN REX Y v 7 LR TRE
720 KAV A ZXDNELIRDITHENEDRIMENKEL R ERNMBNTND,

\\\\Mﬂ\ﬁﬂ\_ -
a7A

32A

Absorbance (arbitrary units)

23A
~19A

~16A
~12A

:

il ol . i 1 1

i L L
300 350 400 450 500 550 600 650 700 750
Wavelength (nm)

B7 Ay bArPzrya Bl ioTHEI I CdSe T/ Kt H DRI AR |
Vo BLF-H A ZD/NS IR DITHON THEBIENIZH ST 5 B — 27 Bl D, SCHR [35]14 Y
#58, Copyright © 1993 American Chemical Society.
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HHERT VR ITE T Ry hORKRHNLRWE L L TR TORTE L, FHEEK
FRLIRERE T ) OEEERTH Y. FoRmEREEALM T (YT R) TEDLDILT
BY . ZEMEOR L EWEAOLGBIERHER SN TS, ETHIOIC CAS 2o )/
B -1281F 2B CiAD RN S [36], Z OMELIKE, T/ Wi OERERF TR E
SEEL, FFICYPIORE—72F JRiF-OF A A3 HNREy hA V=7 v a ko
FICE D RELSE L [35], W 7R T XL 91T, BRI AT VRS n5IEE
A B 7R R A ER TR I e o T

w1 CIADDRIC L DEFEMNOBERILIZRO L S IB 26D,

DD, 1 RILD x HFEDOHRDOH CiADEZ 2 5, FEIKT b OE A ITR T
PAXAdDOHFRET v V) eZIT T0WDHEEZXD, TDOLEE, NIV =T X
RO I I RIS,

hZ
_ 2
H = sz + V(x) @)
0 0<x<d
V&)={ 3)
o x<0,x>d

T mIIANEETHD, TONIN =T AESW Ty a2 LT 4 TR E
R L. BFOEIHE LKL RLF—ellOWNTLL FOBREIRKY ST,

k=gn (n=1,23 ) ©)

h%k? h?m®n?
€= 2m - 2md?

(10)

ST DA d ITIERRK & BAe 2 O Tl R EIREE & 508, PHLIADIR %
- BRI Bk, e p VK —e, B WD, £, BFEMBOT R L X —E
(BTN R v TRV X ) e — e BxDE,

h?m?(2n+1)
ene1 = En =g ar ()

LB, YINURE Yy v 2R X1, Rt d D/NSLRBICHONKREL 2D, H
VB B\ T 5,
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22 HWEIZI 7

777 0%, RBEIRTBA= LIRS LB EamEchds (K8 ., D
[FFREIT, FIRTORWEFBENE [37] - IR [38] - BVREE (3940172 X DL < D
BENT-FEZ R > TR, BONICHERN 2SN TWD, BB T 7 < VN HIBERTRE T
HDH I ENERINRSIVTLEK [41], xR LT 7 72 U BMERISNTE T, A2
YFT =TT T T 7 A Mt DRHBE A IR TRHECEIEECRER T 7 = N
BFons—FT, o smEN DR, — T, {bF X FH 7 3 [Chemical vapor
deposition (CVD)[VE TIT&JEEMUIKT L THEBENIZZ 7 7 = 2R SEDL Z ENAHRET
KEBORE 255 Z LN TE S [42], SBIT, MkatEoRERICR L CEHERE 5 2 &
HAEETH VY [43]. ZAULAT MR~ FIHIER CTdH 2 HHG & imhid & CHlE 7
HZECHATH D, £, BROE N T P A X [Field effect transistor (FET)]## 1% % {EHY
L, /972 7= EEEZNTHZEICL T ABERT V¥ V2B (LS D 2
EHAMRETH B,

a b
b, A
k 1/
YA LA
r '\
\/ -
M ko k
K/ X
b2 -‘j

8 a /77 xrDN=JILET, arl alFEARKT T MLT, 6 & 6 & Gidmi
BRI M, b. 7772 DTIVNT = by & by 1Tk F_7 MLV OFEE, X
Bk [44] &L D #58L, Copyright © 2009 The American Physical Society.
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9 N=D LEFICBTLE DK, (X)) 0.5 eV D 2.7 eV OHIPHIZHIT H =5
NFX—=ZAXT b, (HR) 747y 7 JITENT R L — 30 ROIERM, SCHK [44] &
Y #iRil, Copyright © 2009 The American Physical Society.

TT77 2 NIRRT DLEERFEO DL, V772D RIEERT VLT Y —
YO K pfHETEr ¥y v oA R D, R F—hE S e EFVE
BERTERWNWT ATy 7 72 VIF L ELTIRDESZETHD (K9 , /T 7 =i
BIFDH RNEBRIZ, T4 7 v 78TOy RO E OF KNS, FERRIE 2
oy Ete 2 EM PRI, R HHG B HfF S D,

ARSI EONF RN X —DREREEHND E, T4 T v 7 RETBERD
RVE T RX —REM CETOEHNE -~ TLE D, £ T, HINKDIEFRS
(MIR) T/ o772 &fhiET 521K, 7972060 HAG Z8HI LT, %
LT, ZOREAD=ZALNT 77 2 OFfO>BuF v v 7MW THD 2 &2 bk trsH
RIKAFMEN B R LTz,

IHIT, VI 720 bD HHG &3 RNER - AN REER L OBRR, 777 =
YOAFERT v W EEIT D ERBRN D LA ST D [45], S. Cha i35 — MEEIC
X077 DIWFERT vy VEESEDZ LT, /972 HHG IZBIF 53
NHESZ EEM AR Lz, £ L C, B S Au7- @ dii O AR G A3 LR 12 kb L CIRlER
THZLEEBRIL, SIERBREZERD LT, N2 RHEER L RV FNERBOR A H XK
OHHGREETHDLHZ &L (X 10) ,

15



o

Intensity (arb. units)

Charge-neutral Highly-doped

X 10 a, b. EENIREZEHEICRIT DILHERT ¥ Y WEFED VT 7 = HHG B ORI,
BRI HEOY 6 (@), Ny FEER Tl SWcE 723N FNER THEI S 5,
B R=7"EN TV D56 ((b). RREio "y REEBII AT Y - Tay ko 7ok
LS, ZOHONY FRER LIRAE LR, ¢ B 0212817 % 5 RETHE D
ik, B, ALy, HOERI, TNETNOEBBOEEHKOFR INT 5 REHEk
DR E AT, BAUTEEBRAE R 2 RT, SUHR [45]1 X 0 #5380, Copyright © 2022, The Authors.
Distributed under a Creative Commons Attribution 4.0 International license (CC BY 4.0).

F7-. THZEBOME THO I T 7 =060 HHG BRI S 7= [46] (K 11) ., Lol
FDOREAD=ZANIT 4T v 7 RELTON FNEBIZED LD TR, Ay b
REFOAE—L U MNRIREITH L EHMHINTWD, 7T 7 2 XEDHIER NN R
BEND, BF-BFHELS 10 72 A MDA — L EHICKZ 52 LY THz Ry
7R T e =T ERICE DV RENTWD [47], B A —) LD THz &Y CHAET
LNy FNERIL, mERBELIC L0 - CITEMENTLE D, T OBELRFR] & bk &
LR OEAFRAY THz i & MIR i T HHG A I = X L& 3T D ERIZ/R > T D &
Exohb,

RUT 47 v 78R THD ChAs: 0O THz SR DB S 47z [48], CdsAsy 1378
FOBELFFANEIRTI45 5 & /T 7 2 LR TEL, THZEHHBEFKO N FNER )N
BRI W EREIFF SN D, BRI, MREOERRIT 4+ 7 v 7 EFDAN KN
BRIZEDLOTHD LHND LT,
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101 L T Y I L I . I

5 —— Pump field
10 Harmonics

10

102

10

104

Normalized spectral amplitude

105

1 0_6 Il 1 | I 1
0.0 0.5 1.0 1.5 2.0
Frequency (THz)

J AANNENALEREARAARRARRARRRRNRRRRRRRNRNNNNN

11 JhiE Y8 %L 0.3 THz, ¥ — 2 BI5G9E 85 kV/em @ THz bt T 27 Z 7 = HHG
A7 bV (FR) o 3R SR, T ROGEGHEDBII STV D, FR#EEIE THz Sto
ALY Rb, BRI ER DO v b A T 2K, SCHR [46] L Y #s#, Copyright ©
2018 Springer Nature Limited.

23 HNT XN s HENESE

MIR b O PRI 53 YERIE 24T 9 BRIZ, MIR 2SIV R L3RI ZER 7T v —T7 DA
O EHETOILERD D, MEOLZEL TS YKGW 7 = A ML —F —JH

(PHAROS, Light Conversion) (HUL:5 1033 nm, /X)L AME 180 fs, /L AT R /LF—
2ml, #YVIRLUEWNE 1 kHz) Z2_X—R & LN A MY v 7 BiEZR[Optical parametric
amplifier (OPA)|&1ER4 % = & ©, “ER7n—7HAAG)EE HHG HIER & 75 O5E
? MIR 7SV A & [ARHCEEHZ RSS90 2 E N ARSI o T2, (P e—T HAREORA
I35 3 FwE TR TS, ) — KoL RO, £T YO.KGW F v — 7 7L AR
SO EEEMAaR (FS) 7'L— FTAXY RMUIEZ AT, RIZZINE DIV R % 3L
A N ZEJE I % A [ Difference frequency generation (DFG)[IZ V=, & 512, £ HL7= MIR &
— K 3L 2% KTiOAsOs (KTA) flfh~~—2Z D OPA THIE L7-, /1L 20 bEE

17



(£ 2.8~3.5 um [ZFHEETX, 100 w/pulse FREDFEVNV VAT KX —NGELN D 2 L & ff
LT,

X 12 \IZH/ED OPA AT LDty b7 v 7 %77, YO KGW L—H—nEDH )%,
FPFE—L AT v X — (BS) ICLH-T 2250 —AIZHEIL (BS H 9:1) , #ViK
AT, BS OFICH ANV AE Yy H— (R L AEL) ZHANVCER L, 2L
AZAF = 02 m] DFFWFHFOE—L% MIR > — RAERKICHEST-, $9—FDE—2L4
X, 9E—2A (0.18 m)) Lo —2A (1.62ml) IZHHEIL, ENZEN 2B OPAD 1 EH &
QEEHDOR T OVAIER LTz, ZDZE: OPAIX, 1 BEDAHIZ K DUV AERIT AT,
FERNTHRAET HF v — 7 ZHMIETE 570 EOFEN B 5 [49,50],

Yb:KGW, 1033 nm, 2 mJ, 190 fs, 10 kHz |

BS(9:1) HWP pol f5750mm 4 2 mm GTI
mirror

02md

BK7 MP1
MP2

A

1.8md | 1mm 0.7 mm 0.5 mm 0.5 mm

f =400 mm

HWP CaF, BK7
f=500
BS (9:1) DFG CaF, OPA1 OPA2 MIR

Concave l ‘
-

0.18 mJ| _
mirror

f=250 mm
|1.62my , !
DM
(HR: 1033 nm, \
HWP  HWP \HT:2.3-4m)
| e
= v o
HWP  HWP

12 MR EEOEY 87 v 7, BS: BE—LAT Y v & — HWP: P EHR, Pol :
JeH. MP1 « MP2 : ¥~V F 7L — MEMAT — 1 -2, DFG : 28 ¥4, OPAL -
OPA2 : H:/XT A MU w VHEAT — 1 -2, DM: ¥4 72 A v 77—, HR: @5
MR, HT : @R, AR, VIR UJEE 10 kHz (235175 MIR 7L AD
B— A7 a7y A, SCHK[51]1& Y #izdl, Copyright © 2021 Optical Society of America
under the terms of the OSA Open Access Publishing Agreement.

18



23.1 HERAE

MIR ¥ — RARED 7=, 0.2 mJ (200 pl) DUV A ZHNWT</LF 7 L— kUL A £
(MP1) ORHIETL VX (=750 mm) [ZXVEX L, 22T, FS WONRFEMIEES
BT D720, 7SV AZRLF—% 170 WITHE Lz, MPLIZ, BRI 2 241D FS 7
L—F (I mm & 2 mm) Tﬁ%ﬁéhﬂﬂ\éo/Vbxax%<&}vV%ﬁW@i\hﬂﬂb:ic
THCOMAHAZEFIZLVIEN>TVWD, REXFICL D= VX —BERZEITH720
TV 2— AL —fT FS 7L— A S, AE %ﬁ%éﬁt7v~h&ﬁfﬁﬁ#é
Z & TUNEE & A R B/ MRS 2 72, Gires-Tournois T-¥5F (GTI) X 77— C 3[R &
DL EICE o THHEMIEL, v~V F 7 L— b UL RIERE (MP2) DF 2 B TR
VX&7Fw%%f&ék 2V ARG Z JEAE LT, 15 DAV ERME - S /L 21X, MP2 OR(
IHDHL R (f=400mm) THEN L7, MP2iE, X 05mm, 0.5mm, 0.7mm, 1 mm
@4@@FS7v~kf%méhfwéol13_me®x«7%w(mﬁ)&Mmﬁj
DAY Fv (FM) & MP2 DAY by (GREY) &R, AT MLVOEREH
% (700-1100 nm) & FEMEE (1100-1350 nm) 13, 2 BD4Ee (AFBR-S20M2WV,
Broadcom f1:#% + NIR-QUEST 512-2.5, Ocean Optics f-:84) THhH] 2 (ZHIE L7z, MP2 D%,
ZVAIE 140 W] DRV —Z D | S RGEIK 800-1200 nm THE /R AT R VIRE &R
L7,

= 100 4 Fundamental
E

. 10" A

£

s

> 1024

‘0

C -3 1l 1

2 10- _I_' et
£

700 900 11001300
Wavelength (nm)

X 13 MP1 & MP2 ORIEDIEARE DAY hv, AT hUTE— 7 3R THIM L S
T\ 5B, 3k [51]18 Vs, Copyright © 2021 Optical Society of America under the terms
of the OSA Open Access Publishing Agreement.
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2.3.2 (VAHEEG SR

23.1 TAXZ MADBRT BN — RE%E KTA fmICHEHE LT/ UL AN DFG 124X
MIR VA ZREAE S D, £, AL MIR 7L ASH LT 1033 nm DR > 7T
XTARNY w7 #E (OPA) IZXVEIET 2, ZD7=®H, KTA fidblls T 2SS
HEFHETLINERD D,

DFG * OPA [Z81J 5 = F VX —R_R7F5&M ENAHEES OFMFIT TRRO®EY TH 5 [52],

Wy = Wg + w; (12)
k, =k; +k; (13)

T, wp, ws, w VIR T T TN, T A RT—=HITHT DB THY . ky, ks, k;
IXZFENZENDORIHKT HWET7 M Th D, 12,1300 bd L 912, i
. AFPEORE I MERET D, MAAEESRNZHET 720,

Ak =k, — ks — k; (14)
EFRLTEBL,
|sinc(AKL/2))|
0.0 0.5 1.0
[ — : F 1

30
o
2 40
©
=
o

2 3 4 52 3 4 5
Wavelength (um) Wavelength (um)

14 DFG (£X) & OPA () 2B 2 KTA FEdaDONFEEEE S, (AR AR5
|sinc(AKL/2)| Z AR A F & MIR & DOREEE L TR,
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14 12, 12,1378 5 LGS #EfMmiZk T 5 DFG, OPA TOALAHEE A B
|sinc(AkL/2)| & FHEEA A & MIR SV ADKREOB TR Lz, 22T, LIRS T, v~
TFN, TART—HOMAERETH L, 2L, JRITROEILCH [53]12 2 LT,
KD, BEIETZWD MIR 7SV ADOERICHIGT DMAHESAZMDL ZENTE DL, &
N5, DEGIZEWTIL,

3000.0(o) + 1186.0(e) = 850.0(0) (15)
theta = 40.4 deg (16)
phi = 0.0 deg 17

LIRE L. OPAIZBWTIL,

3000.0(0) + 1575.5(e) = 1033.0(0) (18)
theta = 42.0 deg (19
phi = 0.0 deg (20)

ENARIES SR VE LTz, 7272 Ly (e EEE AR, ()T AR L, theta, phi IZA
TN T DRGSR DOAE A RT, Z 205, DFG, OPA & H1T theta, phi 2XFHZFH 41
deg, 0 deg ® KTA ffidaZ# HE L. XZHEN CHiMAEHISE 5 Z & THRAESED MIR 7V
ADWRERE LT,

23.1 TAXRZ MRZIRT 7o v — FEORE 2 FRER TR S, ME#$E T 2 mm
JED KTA fESICEN Lz (f=250 mm) , KTA fESENO/7 VAN DEG (6] 2.1 800 nm
(0)72*5 1070 nm (e) % 7= L 51\ 72 3200 nm (0)) (2L Y, 3000 nm LA ED R E 72 MIR 2~V
ANELNTZ, FDH%, 7LAIL Ge FL— FEEE L, MIR 3 — K7L 2O EfE
3000-3500 nm ZEIRAICIERE S 7z, F 6172 MIR & — R2VUL AL, 2 B2 KTA X— 2R
OPA (1033 nm (o) — 1460-1640 nm (e) + 2800-3500 nm (0)) (2 &~ THilE 7=, 55 1 B
L 2B OPA (Z1E4L OPAl & OPA2) 21X, ZNZEHNEE 3 mm & 4 mm D KTA
faA AN, = RV ZDENIT W L o X0 S ERET. ZHhF0 f=75 mm &
500 mm ToH -7z, OPA2 DR 77V A% 1033 nm TE DD MIR FEIK T HEid
WROXA 7047 IT7— (DM) ZHANWTI— R2OLR LEENCAS L, Ekshiz
MIR /)70 2 % BI]> DM % VT OPA2 DR 7 7L A6 458 L=, Al OPA 12
X0, HovT RO —AREL, X 12 OF AT O FVERRIE, K ()
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E|ESIH () OE—LT BT 7 A NVERLTWVD, INLDOTRT7ANLD /e HE
TERINDE—LEBOT AT LM (0doy) 1, 10kHz T 1.05+0.02 TH %5 (1kHz T
HIZIEF CRERPHF LN

2.3.3 HIRIL L R MERIE

Z 2T VR ERRIE S D 72D D AR DG 7 — i [Frequency-resolved optical
gating (FROG)] [54]IC W T4 5%, K 151CF OFEREE2/R~T, 27UV A% 221200
L. —FH &7t UCRARICEE S, 2 REREREAE (SHG) FEFHD L 5 Bk
JSET DI NFE T T 2 DOV AEEMICA—NN—TF v 7 E% 5, SHG ffidh
X, ATIED 2 fEDEEET, 2 DD ATV ZADFRE DR B4 2 R DY 2 ARk
Do VA KERIFNCE R & 220 AUE 2 IEFRRE T T, 20 SHG E 51
ATV A D7 Al % B U T2 S 2 s, (ko H CARBIE Tl SHG B 5 DR
DOREREL, “"VABRERETDHZ EICE > TV REEZRE L Tz, — T,
FROG £ Tl SHG 155 DIBIEREH ¢ KA EEZ AT MG L 2B GRIET 5, JES
IVOME FlppoclE. SV ADEY; El) & mEILTSROL E@ - 02 MWD Z LItk > Tk
DEIHIITEREIND,

2

Ippoc(w,T) = foo E(t)E(t — 1) exp(—iwt) dt 21)

Cry: SHG-Crystal L: Lens Ht -
S: Beam Splitter M: Mirror

Filter Ph: Photodetector

A2 Wave Plate TS: Translation Stage

M
Cry L = | =
probe
Ph

ol'—'...
_.,. o
“BS M

15 SHG FROG HIEEDEERELE X, SCHk [54] & 0 #i58k, Copyright © 1997 AIP

—r—m
1T r
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Publishing.

a b
—~ 460 . B ¢
E € 1.0]
£ 500 g
o @© 14 fs
S =05 — | |—
T 540 £
© 2
= L
580 £ 0.0/ i
-200 0 200 -200 0 200 -100 0 100
Delay time (fs) Delay time (fs) Time (fs)

16 a. 7SV AJEME SR O SHG-FROG ORIER R (/2) & Wk & &t
H &7 SHG-FROG 5% (F) . b. M S N2 RO SEEGE Y (£) . X
Bk [55] &V #isd#l, Copyright © 2023 IOP Science.

ZORENHARFZ] ¢ TO SHG OFLEREZ RO D Z LR ATREIZZ2 Y | KA D
F ¥ —TEBE LISV AFHINATRE & Ao 7o, EBRIC 2301 EFRERICL T AT T L—
KTV A TEME ST RN D OV REERIE Lo T — 2 %X 16 \ZRd, Zinb,
YN B E SN2y — ROV A UL ABEIT 14 TH D Z ENAED b,

2.3.4 RISV A TR

MIR )75V ZAOHLE R, KTA fdh (DFG H. OPAl, OPA2 ) OMEEE %%
ZETHETES, X 17a £IX 17012 MIR 7175V A DR AW 2R3, ¥ 17b DA
<7 FJVIX MIR 73 3% (MOZZA, Fastlite) CHIE S 4v, 2LV AMRIL 2.3.3 TRLEZ 2KE
AR I A WIS —T 4 7 (SHG-FROG) % fAWTCiE Sz, K 17ald, Hbs
WEL NV ZAZRLE— (RE) BLOVULRIRE (F4) OMBEELRLTWS, 2K
ELT, FULEEMN 2.8~3.5 um DA, 7SV AZ R VX —3 80 W LLE, 2OV AR
100 fs CHESRE (FWHM) ) Tholz, K MIR 7V AT KL F—(F 3.0 um T 120 pJ
THY ., ZIUTETIERIN 17% (120 pJ/2000 pJ X 3000 nm/1033 nm) (TS5, Fiz,
3.0 um (ZIBWTHT) MIR 7V AGREE 2 2t o —(10 A, A7 4 — /L) THIE L 72X
T —DEEM (YR [Root mean square (RMS)[FR7) 13 0.9 %Ki TH - 7=,
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51307 — 120 &2
~ - |
>110- — S
g 2197 L1002
2 £ 90 -3
o o e
-I T T T T T T T T |_80 %
b w1 S
e s £y
=
N = |
2
£o.
= 1
® 0. 0-Afmd LAM IS
I3 28 3.0 32 34 B6
-

Wavelength (um)

X 17 a. MIR i)y 20 HubR & M7V 2 pud— (ORE) &7V RIE (5 )
DORAfR, b, B D LI RICKT D MIR 7SV ZADBMAL S 7z 227 bv, STk [51]&

Y #Ri, Copyright © 2021 Optical Society of America under the terms of the OSA Open Access

Publishing Agreement.

24 T T~V NV RFEA

ZIZTIE, BAEDT T T = b0 HHG JIE CHEM L7z @R E THz /XL A DFAET
BIZOWTELEDD, FA4ETIIZT T 720060 HHG IZBW T &N 5 /3 REE
Bamil+ 5729012, THz 2V AEZAWTHy MRETEZIET 5, MIR i/ LA
LV 77720 bBIIESND HHG (FL R~ RIS D = x L F— & RO
D [1545], M eV DR NF—F ¥ » FITHIET DENITH v NeBE 2R3 25 ME)N

%o UTARIFOWRBGHIE DS TR DN REER 2T 2548 v F7rE 24K

ZI3EE kViem O Y — 7 BLRE &2 FF> THz 7SVARMETH S [47], 2 2 Tl
Ti:Sapphire 7 = & P L—H —J& (Astrella, Coherent Inc.) (¥ Y iR UJE %k 1 kHz,
,mgzﬁ 800 nm, /XL AE 80 fs, /NLAZRKALX—Tm]) ODHIHE3ImIAZE—LATY v X

ZXVEY H LT, LiNbOs (LN) N TR (NIR) 7 = A P L—HF— L 2%
z‘nﬁ%om‘é Z LIRSV RAEMBIRHE [56,57) CEBRE THz SV AEIRASETZ, L
AHEFHEIZ L D THz 7SV AFEE Y N7 v T OGN A X 18 12777, LN fighidR s
RN FEB AR D, VA RX¥ v v I THDLZENLENFRIEICLDF v U
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TIHAEMZ D Z ENARETH D, THz SEIKIZ BT DAL SR OFR 2, Fhil Y &
JEREHOME TRAETDF = ra” THz E2H WL Z & TSNS, VA Y —27
v ROT % PM2 & PM3 OIZERE L, THz BHOIREZFHET 572D EHA L,
INFEREO%RETA Y=V v RFO%O THz BH O F L, HEICEE TH D,

d
Grating -

" g.
g N Pump pulse
- front

LiNbO,

Oscillator pulse GaP

18 a. 7WVAEMFHEIZ LD THz 7SV ARAEE >y 87 7O, L1 & L21X 25
DR DESBEEOT ) RU AL L X THD, Ll & L2DOMIZHLXR LWk
Bz X0, R 7V ZAORIER KT RN S BmEFEICENL LTS, b. EO 27V
YTy N7y TOMBEX, M: 2T —, WP: V4T A7 Y XA PD : M,
SCHR [57] % 0 #isd, Copyright © 2011 AIP Publishing.
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H3E HERT SR D
IR =R R A

ERIC BT D mkmEaiiE e (HHG) 235 E SV TLCK [12-14], ZOFAERX T =X L
RERTHT-DICE L DRFER R S, N2 FEER LN FNEBEBOW T NEETH
HZENEHN TV [12-14,16-18,24,30,58], LA L. /32 RNERBILERD B F-HEEIC
RSN, IEBIEHNE X v U 7RAESL HHG 128D X ) ICHEG T 0NIRMIEDOEETH
5o 53 BETIE, BFHUADYEZ VT RINER Z Il T X 538K /) kv

IZHEHE L, CdSe BL WY CdS F/Ki1® HHG %, /R4 (MIR) L—HF— UL 2% Fn
THFgE 35, FOREER, T 7RO A X2 2 nm 725 3 nm ([23 5 &, A
H7=0 O HHG = L X v U TEEOM G NEINT 5 Z B3 ghote, T /RO A X
NREL 2D E, IR Ry v T RX AT =0T D720, N RNEREE
i, TORER, N2 REERE L OREAICL D+ U THEIEENHEM L, HHG 2 Mg
SNDH T Do,

3.1 WEOE =

3.1.1 N> FNER

o KIZ BT 2 WU, liFE -4 [Valence band (VB)] & {5 #7[Conduction band
(CB)| DM DEB R H > TS [59], LrL, ROVIERIELFINEZ, £ T L 20Xk D
RN FHEBBIETICHRL SN TV D DT TIERWD, N FHEER &N FRER
OIENER 2 BT 2 MER D5, L—F—DES EQBEERD N RNTEFZNNEY

A (Ny RNERIC W%)\%%@ﬁﬁkm®%%ﬁkﬁﬁ3®@0\%ﬂo=

—2E@Q)TRIETED (e BETEM, 7 13717 v 7 EH) o k DZALOERWITIE LT,
ﬁE%%OD3F%%ﬂ%§é%?ﬂ%§?E:Fﬁﬂ%iiéf%?ﬂéﬁﬁEQ@%QEOD 2 DOFEWMNE 2 HiLD, HERDFEIK
(T2bb, HLGELITHBITSENEET) T, BEHTEEO b T MBI (L LGl &
@:éf\A/kﬁgﬁmﬁﬁﬂiﬁﬁkﬁéﬁum&h%@%%m*w%—mmﬁﬂ
VRXy v TR X—E, L0 HIED 0T SO 2 FERRE R Tl @Rl v U
THEBIC L > TREFZHEEGT 52 L 2IRMRx Y ) 7IEA TR TH DL, £07
D, WHOREREZHEEZTRABRREEELV V542 NI 22 LBRARETH
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%o ZO%E, N RNEBPROMGRIERIEF A F I 7 AR E kBl a2 R,
GaAs @ CB ~DOF v U 7hiid, N> FHER &L FRNEBEBORGIC L > TRIES
L5 [62], Fio. M7 IERICTEIBIC 31T D IERIEIIE ¥ v U 7 AEpGEfE A B e R
WA — M2 BT D EEO TR - EROFEDOEICEHERER Z R L TnDH L
BRI TVD [63-66], ZNHOH%RE, N RREBIZINZ T, ERE A RNER
MNZOBRROFRICHIMEBREEZHS TNDEEZLN TS, BEIRIZEIT
HHG LBH#E L TWbH EEx bbb, oL, IERIERES v U 754 & HHG OREfRIT
FEEANHIE S L TWRNWTCD, N FNBBEREIROE FHEE Eo X 9 IZHBE L,
BACBIZIERIERI F v U 734 HHG & ED X D IZHBET 200 IA R EETH-
72o NV RNER B2 IERIE R FBRIC G 2 2 B2 LT H7201I0%, BT
NG, OWTIEANY FNEBRZ BHICHI#E T 2WE TR T 2 0ERD L,
BKS )R OB AN ROMWEIL, MRt EELEZ LT 2OV A XEEZD
T, RO XD RBEERCRRE D D BN Rl AR E CHERMICHETX 57
» [33,34,67,68]. F ¥ U T AEMICEBIT D3 RNEBBROKE & HHG & OBBREHFH~D O
WCHEAE MBI CTH D, K 1912F DA %~ T,

AL i _ F/#F QD)
ks Sl HIIRUR
n=2 #:"anj)
y AP, n=1/[% § Aas
INVRRERE 4
T
& ] b
t NV RRER N\ FEERS
T i
Density of startes Density of strates

B4 19 SV IWE & R O RV F R, SRR [69] & D #5#, Copyright © 2022,

The Authors, under exclusive license to Springer Nature Limited.
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3.1.2 F 2 RiF D O ERE TR A

HBART R0 5D HHG 1L, a7 AAA M 2R FHIZBWCEl ST 5 [70],
WHGREL DT RT3, AE v a— MC X > CIHEFITHEWEREZ /R 25 2 L 23 aTREZR
DT, BRI FEEE S St e E DRI R 2321710 < < E#h# 72 HHG AFRETH D,

L LN S, Ay a— hCEREISNZTF R HEEN T R 137 v & L
HENCEE L TRV Bt & Blis S 872108 Tk, 2 ORI ICERF L2 VIGE S
B SNz, F72. HRIEHENE T Tl 4 0I5 & B T2 K17 D O @R & i i o3
R L, SR E N IS+ 2 Z R s T g (K20) o ZaUid
F ki FREHZ B W I, @E OV BB S0 HHG AFETre S5 R Y Ot %
HE L7 E D S TIEE#R A LT, & LADIR S HHG ORBFREH LTS
NI EERLTND, TL T, 5 TOMRTIET /i r#lElo K& S &H1# LT,
HHG OZALZ BT 5 X 5 22983 T Tvauy,

a b
10°
— . > 0
2 il — ('-:'_”ealf 5 10 5th (SC)
< 0" | ,'\ 7h ircular §’u? 1 ~o-o-29
. [ g — -
8 42 !' PLq 5 510 | sth (PC)
S~ a) .
2 ' \ ' 5SS 5| 1o \ 7t )
20 , 210 Sth (NC)
c 2 11th (NC) 5th (NC)
- 10_ . 10-3 T T
1.5 2.0 2.5 3.0 00 02 04 06 08 1.0
Energy (eV) Ellipticity

20 a. EFREOLENE (GFBGR) & FHRJCEIE (RFERR) (25T 25 CsPbBrs -/ K1
JED SRR A7 F b, b, CsPbBrs 7/ ki (NC) D 5 KA 13 ST O
JAbEE S SR AFME (E#)) . MAPBCL Hifsdh (SC) @ 5 WRsaiil ORAFME 2 RO
T, Zitdn (PC) MEIEDORIFIEZ SR O CRd, SCHK [70] &L 0 #5#, Copyright © 2021
The American Physical Society.
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3.1.3 REOMZEO BB

ARETIX, N FNEBERIERIE PG G 2 2B 2P LT 57010, g
KT 7R ICBT D HHG L IERIE S+ U TR 2 B3 5, R0 R 5 ) ki 1-/<
DEEITH 2 & T, HEEN RS T EMD SEERN s M~ B bS8, N RN
EEAEHIRL, ZOREEFHD, BERMIZIE, MIR 7V A TF R bk L,
B RE 2 ET 5, £7o. MHERT kA TR v RERITEE T ORI 43 N E
ZITHOZET, TR 1l OXy ) TEEZIEMIZIRETE D L0V FENH
%, MIR Jihfd T COFHEMRINZE 2R IE L, @I AR T T 5 IERI b ¢
U T BEREERRET Do

3.2 B

1980 FERWFHIC 2 1 A RF /R F-I2B 1 DBV A AR DHE ST LU [36].
a8 R R MERE I, ZOEMEIRAESR L TE 7z, TOREBAMIZH N T
I ZH BT R RROERINGRE & 72 > T 23, M. G. Bawendi 5125 %, V-
I FNKRAT 4 (TOP) REEfL bV -n-A 27 FIVRAT 4 (TOPO) A L7z » b
AVl a AEDORBIC L > TSNS Z & Llpo7z [35], ARZFEBR T8RS/
B & LT CdSe 7/ hiF K NCAS 7/ R+ 2 Wz, Znbidk, Ay b rv=7 T3
R E o TEME R 2 ERT 2 2 L O T 5 ER T R+ OEEYE TH 5,
Eo. BB 2 F T 5 2 e TE, THITR YA XA 22 LS HHG & &0
CIADNR L DBMREZ LN T D22 2 BIEETAMEIZE s CEFICHLIEMETH
Do BRFIEFIRLA YA X LR R D, BANRAERFIRIZROEY Th b, 2B,
LR TR 2 KA OB EBHIES R AL FE AT S P J8 2 O 5= 1L RIS A R TV 2,

3.2.1 &Rk FIE
1. CdSe 7/ Ki+ (14 nm)DE %

CuwSe F ki1 % FAWTZBA A ZRHISIZ LD . EHELK 14 nm O PR EHHL A
CdSe F/ kit &= ER LT,
-+ Cup.Se F / Ri+DE R CCHR [71])

F 9. Se (2 mmol) % 1-4 2 %7+ (ODE) (20 mL) {Z No ZBH& . 250 °CTEMN LTz,
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KIZ, CuCl (2 mmol), A LA /L7 I (12 mmol), BLOA LA U (4 mmol)Z EE T
Se-ODE IFRIZM 2 T, ZDIEAW%E 200 °CT Ny B FIZB W T 15 DR 72, Ak
L7z CwaSe 7/ Hi %, =% ) — VEMZTELDEETHZ ETRIRLZ, £DKk, ~
FH U NCHSMEE T, ROBA 4 v SOV,

© CA* A T & DA A A5 R (ST [72])

g KX v A (1.1 mmol), AL A /L7 2 (8mL), ODE(2mL), 5L L=
—7 v (15 mL)DIRAWZ Ny FFHA FIZHBWT 110 °CTHEL L T CAPRIE %= SRk LT,
U an-A 2 FIVIRAT 4> (TOP) (2 mL)IZ B EE 72 CwaSe 7/ %7 (0.2 mmol @ Cu
EETe) OWHRE 50 °CT CAVWIKICIEA L, TORAWZ N RS T, 110 °CT 20 4y
MREF L=, B L7Z CdSe T/ Rif1d, 2-F 18 — L& - 2 B TR TR L
T, HERE L LTAE Y a— M 572010~ F ¥ T # LT,

2. CdSeJ / Bi+ (6.4 nm)DARL (SCHk [73])

F9°. CdO (1 mmol), I U AF U (2.2 mmol), 3L ODE (4 mLYDIREM %, IRIK
D272 5 F TN ER FIZBWT290°C TR L, Cd-3 U AT i ﬁ—"zﬁﬁ/)ﬂiéﬂi‘
7. Se (0.05 mmol) & ODE (1 mL)/»5 72 28K A, 250 °CO Cd-3 U A F U FBIAHRIC
AL, ZORETI0 MR-, D%, LA 28 (0.5 mL)Z /M Z T, Se (0.05 mmol)
& ODE (0.5 mL)7b>¢;f£ZoLr+{%«5z%ian S HIZ 1057[H 250 °Cizfro Tz, 15 BT IREIK
(6mL)xZ 7 & b (6 mL)EIRA L CaLIHEL, 20 BB ZRE L, Kozt
W 10 vol% DA L A V& & h/um/%&«ﬁ B3 mL)ERET, Ay b7 L— b ERIZE
W 100 )CTHEHIZAR D ETIAA LT, A%/ —/ B mL)Z Mz, mOod 52 LT
F Rt EEL LTz, ZD%, ZOF VA UEEOENMN FRB T a A M0, 15
DIVIe T IR F a2 ~F Y AT LT,

3. CdSe7F / Ki+ (4.5,3.8,3.1 nm)DE AL Gk [73])

F9. AT TV UEES KU A (02mmol), A7 7 U Uz (0.4 mmol)3S X O ODE (6 mL)
DIREW %, Ny FRBHS T T 250 °CIZMZA L 7=, Se (0.04 mmol) & ODE (0.8 mL)7%> 5 72 5 %
WK% 250 °CO CAd-A T 7V UEBBIEIRIZINZ, ZDIRAEWE Ny FHHA T CEOREIC
TEZIZI00BRG, 21 3.0 nm £721X3.8 nm D CdSe ki &2 Ak LTz, &5

\ZF 2RI DOEREEZKE LT 572912, Se (0.15 mmol) & ODE (3.0 mL)% & T e ¥EIE % |
TR OBEAN 4.5 nm (TS E T 1.0 mL/h THx 7z, 0%, 6.4 nm D CdSe F/
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K ERIUFIETHERLUZ, T 7RI~ F BB LT,

4. CdSe 7 /Hhi¥ (2.8,2.4,2.1 nm)DERK (SCHk [74])

F 9%, CdO (0.2 mmol), A L % (0.8 mmol), L NODE (6.3 mL)DIEAW A, IRIK
AT 72 % F T No ZRPHSU T T 250 °CITMEA L, Cd-A L A SRR Z TR LTe, EIRAS
ERIZRDETHA LR, AL AT I 5.6 mmol)EER{L NV -n-A4 7 FILKRAT 4
(TOPO) (1.3 mmol)% Cd-A4 LA U EEERIEIZIN A, EDREW%E Ny RIS T T 270 °CE
THNEAL . SEHEASK 2.8 nm @ CdSe 7/ KifZ & L7, 24 nm & 2.1 nm OKE 7
CdSe 7 /Wi &G T 2856, HEO TR TIVRWIRE (ZiLZF41 240 °CL 200 °C)
ZEA L7=, Se (1.5 mmol) -TOP (1 mL}&IK % Cd-A LA VEEAKIZIEA LTZERZIZ,
—H =7 LRI ZE LT, AR LTz CdSe -/ bifld=% /7 — /L CHEIL, ~
Y ATHESE LT,

5. CdSeF / Ki+ (1.8 nm)DARL (CSCHR [73])

9. ATT VU R U A (0.2 mmol), A7 7 U UEE (0.4 mmol), LN ODE (6
mL)DIEGEW % . N2 Z5ZPH5 T T 200 °CIZMEAL 72, Se (0.04 mmol) & ODE (0.8 mL)7%» 572
LI & 200 °CT Cd-A 7 7 U UERIRIRICIEAN LTz, B —% —I% Se-ODE Z#{EA L7-H
BIZHY RN =, 0%, 6.4 nm DK 72 CdSe T/ K- L7=d & [A] U FNA TR Y
L7z, D%, 7 /R fid~F Al o# L,

6. CdS 7/ Ki+ (3.5-1.6 nm)DA L (SCHR [75])

F9°. CdO (0.6 mmol), A LA > (3.6 mL), 35XV ODE (24 mLYDIEEW %, AN
MEIZ72 5 F T Ny RPHKUT 240 °)CTHIE L, Cd-F LA VERSEARZA L=, S (0.625
mmol)Z ODE (10 mL)IZ# i L. NoZRPHAU T 200 °CT S-ODE iR A Wl /ER L7z, Z D
S-ODE &k % Cd-A L A VFRIIRICEEIZIEAN LTz, CdS T ki +DELIL, S-ODE %
EA LTEBROEIKIRE & % D% Z OIRE TR T DREMA LT O L O IZF% LTl L
7= : 3.5nm (240 °C, 90 s), 2.9 nm (240 °C, 75 s), 2.4 nm (190 °C, 1 h), 2.1 nm (140 °C, 3 h),
1.6 nm (90 °C, 1 h), &k L7 CdS F / Ki 1137 h v TR L, ~Fh i oi Lz,

xS oA NP 2R FEEZ 0.5 mm OV 7 7 A 7R FIic A
a— L LLIFE Ry Ry A NTAHZE T hiFEERBAZ/ER L, +_XToF
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JRLFREHZ DWW T, FEHA~AD A a— FMRIIAF U 2K S, EBRSeT ki
DORAMRERNT AN ETE AT BVICEG LW & 2R LT, JAEOKES I
VT R FOMENEZ 2 L2, T/ b E 22 R L & NER Tl E
L7

3.2.2 X HRETHIE

AR LT R O S 2 PR 5 72012 X ARIAIHT[X-ray diffraction (XRD)]JHIE %17
272, XRD HIiEIX, 45 kV, 40 mA TIEENT 5 CuKa B A W72 EH7E (X'Pert Pro
MPD, Panalytical) & VN T1T o7z, Z Z T L7 7 2 K+ 23 POHEERFETRE O G dib i & 2 7
DI L AR LTz, 2112 FE/M 7 CdSe T /B 1-D XRD JlE/ ¥ — 2 & RT,

CdSe 2.4 nm

c o o =
EEN D oo o
| ! L !

Intensity (arb. units)

o
N
|

20 30 40 50 60 70 80
20 (degree)

21 2.4nm @ CdSe 7~/ Ki+ D XRD /34—,

3.2.3 TEM Ej{&

F R D IERERRL T A R EWET DO, FHIRAE - BEMSE [Transmission
electron microscope (TEM)] T 7 / R F g Z gz L7z (MEEE 120 kV (HT7820,
HITACHI)) , TEM Ei{&Hd 200 €O OEZRZRET D2 & T, F /RO FE A
RafeE Lz, X 22121RFEM72 CdSe T/ K- D TEM B % /R9,

32



; -8 3 ,; AR
22 38 nm & 14 nm @ CdSe F / ki@ TEM {4, 3Cik [69]d& U #ixdi, Copyright ©

2022, The Authors, under exclusive license to Springer Nature Limited.

3.2.4 WRIGHIE

ARk U BB O AT B 51T DRI AT V& [ 23 1TRF, 5% B [Optical
density (OD)|Z = F—IZxLTFay F L7z, ZOWILART Mann, #EHE
ELENH TON Y REEBBICHET 2HB R e — 27 BN & 5, o, WIUGD
TRNANX =TT IR AT A XE/NELTHIZONTTZA—r 7 FLTEBY, Zhb &
P UIA DI RIC L B ¥EN OB L2 KB L T 5, A Bl HHG JIlE Dbt & L i A
T 5 MIR ?OLADHTR)LF—F 035 eV THY, F ki1 &2y REEBICHLE
IRITFED IR D Z LRI D,

Order of multiphoton absorption Order of multiphoton absorption
5 6 7 8 8 9 10 11
1.5 ; ; ; 1.5 ; ; ;
cdse \/ 14 cds
nm — 35nm
6.4 nm 29nm
~ —— 3.8nm - —— 24nm
21.04 2.8 nm £ 1.0 O 2'1 nm
5 — 24 nm S :
2 - = — 1.6 nm
3 — 2.1 nm o
g — 1.8nm &
305 Sos5 \'/
b o~
0.0+ - ; . 0.0 —= = ‘ ‘
1.5 2.0 2.5 3.0 25 3.0 3.5 4.0
Photon energy (eV) Photon energy (eV)

23 a. CdSe /KL f-& b. CdS T/ KL F-DWRILAZ b, L#lE 035 eV OKXF %
NF=TOLIF R T 7 ZTEBN T, TOTFF—ENE TR 2 DK% E2R
HFEAERL TS, OD IR — 27 THEIL I TWD, SCHR [69] & v 5k,
Copyright © 2022, The Authors, under exclusive license to Springer Nature Limited.
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3.3 MHIENFR
3.3.1 & RE R EIE

IR AR E CTH W EBR R 2K 24 (27T, TiiSapphire 7 = A R L — W —
(Astrella, Coherent Inc.) (2 &V K S 72 LK & 800 nm, 7S/ AT R/LF—4 m], #tD
W UJEEE 1 kHz OYE LB /XT A U w7 HiE4s (OPerA with the NDFGI option,
Coherent Inc.) Z Y% Z & TMIR 7SV A (LR 3.5 um (0.35 eV), 7~/L A1 80 fs, /3
JVAZRLF—T70 W) IZAEH LT HHG Hokt e LTHER L, FEcRET L7
FAN s TA RT =R EORE MIR 2L 2 LIS D S8 Es 5 DN 2B 2 72912,
035 eV fHEDONTZ T BTN RRXRAT 4V F—%fFA LT, ZOXoIcLTHELNE
MIR /LR % B GEIE BaF, DU A ¥ —27 U » M2 AW THREZLFH L, CaF,
LR (f= 200 mm)&x W CEREHIE Lo, F /7 ki FalBHE v — =17 H I A 7 A
RT&DEHm-oTERY, F /R FRENIE SN WE ) 2l v — 7 MEIC R D
(LB CRRkERE A3 A S, e — 71X CdSe 7 /KT 045 TW/em?, CdS
F K F-T 075 TW/em? Th o7z (AR > MRIEK 300 pm) o FE4 L7 @R SR I3
FAEIE L > X (F= 50 mm)IZ K - THEATHIZZR D, BFOVRRELAJ L X (f= 200 mm)iZ X -
T Jt#+ (SpectraPro, Teledyne Princeton Instruments) ® A U » M IZHE ) & 41, charge-
coupled-device (CCD) # # 7 (PIXIS, Teledyne Princeton Instruments) CA-X7 k/L723HIE X
iz,

MIR Ehi#2 e

SRS

24 EIRE TP E O FEERECE, SCHK [69] LV #5#, Copyright © 2022, The Authors,

under exclusive license to Springer Nature Limited.

A 1al D &R IR ERE DT 2 RL -V A RARTFPEDOREIZ & - T, H7p 5 BRI T
FIUBESETHD Z 2R T ENEETH D, B dn ) 2 hi+REZ &I
FREEIEVDRHZWE DT D 720I12i%, R T L L — —EIT H R ONE N
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EOORWEICTHILERND D, BERE AL o ATHETE L X212l Kifi
DGR FT X T OB CRIZE TE 5 X ) & CRgn R ELIT o7,

F 7z, PERTE TORBHEEE O A ECRIE R T TOF /R RFEEZ 572912, MIR
ISV ADEIALE TOWIN A7 M Z2HlE L, WINAED 2o AftsE LT, b
— ¥ —fhid 7* 7 X~ JEJ [Laser-driven light source (LDLS)] A £ ¢ (Energetiq, A
HAMAMATSU Company ) Z{EfH L7-, MIR /LA & [EEHC U CRENZIRE L, £
W A7 RV % i & RARIC LU CHllE L7z,

FEERIZ MIR bR CREM T/ b B O@E i 2~ 7 MVE L ZRIE LTZD
MK 25 TH D, TNTI, N2 REHHT TOWRIN AL hLZHIELTE Y, MIR it
Al CRIL AT VT 72, A RIORIE DS IEMIERIIThO I Z L 2R LT
Al

a b
0.06 0.10
Cdse —— Before exc. CdS —— Before exc.
0.051 21mm ... After exc. 0.08 1 1.6nm ... After exc.
0.04
0.06

o 0.03 a

0 o ,
0.02 0.04
0.01 0.02
0.00 0.00

20 22 24 26 28 30 25 30 35 40 45 50
Photon energy (eV) Photon energy (eV)

25 ZFhZira 2.1 nm® CdSe F / Ki¥ & b. 1.6 nm D CdS F / L1l D i A~
7 bov, HHG HIERT (F#R) & HER (BEHR) Z sk Lz, SCHK [69] & v disilit,
Copyright © 2022, The Authors, under exclusive license to Springer Nature Limited.

3.3.2 PV 55 S E

ISR D 1 P U [ Transient absorption (TA)]Z3 XHIEIEX, Yb:KGW 7 = A b L —
— (PHAROS, Light Conversion) (HULMEE: 1033 nm, 7L A1E 180 fs, /S/L AT %
X —2ml, VR LUENE 1 kHz) 22— & LEZEEDK T A MY v 7 HEEZR S A
T Q3ZH) POREISHINEMNNTToT, EREELX 26 17T, T/ RFD
RERERNAITERT D TAGE~OFLEZBET D720, @R ERERE TR L7
FELV HEV MIR B E 3 pm) ZEHT 20N H -7, MIR IR OE T X
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ST, L DY A RARIEVEICBHE R BN E T L 2R Lz (K 29) , 7Tr—7 %
VAT, YOKGW L —F—DH 2 RO —H %, KEFLRES 10 mm OfA%EE
JUZEY L CHBEAERESE, 20O ET. YOKGW L —F —DBEENRENT- D,
Ti:Sapphire L' =% — X0 & SN ARV, AER SN2 HEAART RUIT R 5 IR
WETTHoT-, MIR R T2V R LA T 0 —T L 223 BHCE L, B — L AR
v MEIZZENZNHI 250 um & 150 um Th o7z, AR 77V (hwys = 2.40 eV (L =
517 nm), HEREL A1 180 fs) Z V7= TAJIE Tk, N—X K U\ v A (B-BBO) f&
PO O 2 REREE AW, 22T, N2 OB =L X —nNEnZ
AL 240, 231, 224, 219, 191 eV TH Y | "R T 22K - T FHBEE AN A]
fiEfe, d=24, 28, 3.1, 3.8, 45, 64nm D) /R EZHAVTRIEZITo 7, #kE Bl
L7=7"a—7 7V A 3453645 (SpectraPro 500i, Roper Scientific) T3t & 4L, CCD 1 A Z
(PIXIS-100F, Roper Scientific) Tt S 7z, @ SINHZGD 720, R 7732 % 500
Hz CTRIIICT a3 v 7L, 2 OBEIZ NV RAEZ Ty 7 L, aryEa—2 TEFZI
L, BTN AOHERDHHE LIENGAEO T 0 — T HBRENSFHE LT TARS
5T,

MIR
R 7

AEeyo—73%

26 EPEU S ERE O EERELE, SCik [69] & Y Hind, Copyright © 2022, The Authors,

under exclusive license to Springer Nature Limited.
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34 EERRKERLEZ
3.4.1 EREFHE AT v

CdSe B X CdS F /R F#EIIZI 1T 5 HHG 2@ L7z, X 27 1%, EHEFYE MIR /3
JVATHbEE L7z CdSe 38 LY CdS 7 / ki 1D | ﬁ‘é%i?\/l/v“r~hm DO E LT &
O, FHEEEH =Y OFmKREFHEREEZ R L TWD, AT MV B 5RIME F
TIRARY . BE—=271X 7-15 RO GBI KIET D, FEIRD O @i v — 2 1% CdSe 7/
Wi & CdS F /RO PRI AE SR HAAE & D FFD SCR R PRI 2 SO U TN D iR ) o iR i
(3T R DOSEERIEE d DR E IR DI O THINT 2235 U | 2~3 nm OHiH TE
PIZHEINT 5 Z &R anoT,

Harmonic order
7 9 11 13 15

, | Cdse d=2.1nm 2.8nm 3.8nm 7th 14 nm

107 oth

10" . 11t 13th
- whamin o
Ll N
:% 10°4¢C d=1.6nm | 21nm | 2.4nm |4 3.5nmm
g
=

fW * Mﬂ‘“"}w “‘W\lﬂmﬂm \A' MM ¥

Photon energy (eV)
27 KR RS CdSe BET CdS T/ K T-HMO KBTI A~ by, 7o
v M ESNTCHEEE, WE SN AT MVIRE ZREAE THKELZETH D, X
K [69] & ¥ #ixdl, Copyright © 2022, The Authors, under exclusive license to Springer Nature

Limited.

ZIZTC, TR ORI TOLIICRMEL D, T /R OERBEIZ T 2 ki
DR R CTONFEE (OD) %7 /R DOHNARFE Y 72 0 ORI K fE CEI 5 = &
ko TROTND, HFEEE (OD) EWINKERE (o) ORRIIKOXNTREIND,

oD = onl (22)

37



T, n 3RS, IV AOFEE (EKE) THDH, n 2 TORYA
X C—ETHEEEZLNEDT. OD % o TE|l» - AEITHY o 7L OIEE e+ % B4
AT, B ARy MRIZETOREITE L WO T, i AR v b ORENO RFE LR
JZI BT %, EERTEN L7 O E AR MV 23 [RT, e, SR
S C ORI T FE I SCHk [73] 0 AE W e, T R O BALRFEY 72 0 ORI eune &
THE,

Eynie = 8240070564 4 3120 (23)

ERIND, WINREE W BrmfE I X FIBR TH D DT, OD % eui CTHI-72EH S
>INV DRI T D AR,

3.4.2 Ki+Y A ZELEM:

B AT MV LN B RO ERERE LA XL ry hLIcb D
X 28 12T, mAEIREIL AR v NIAEET 2T /b - OB TS L ST D,
CdSe (FRAL) & CdS (HWA) OF —X %R LT, EHEREDF k1A XRAFHE
RO T HIDIC, FREO & ©— 7 MmEOFESME (L h IXEFFERE) % Jd
DO E L TRLTWD, CdSe T /R +DOHE ., Lhixd2d 1.8-3.8 nm OFFHT I & &b
W KIEIZHEINT 5, BilziX. LHiZd 2521 nm 7225 3.8 nm £ TOHTH 100 FHEMNT 5, d
25 2.1-3.8 nm D CdSe F /KiF D/ R¥ ¥ v 7 E,OfEIL 2.6 eV D 2.1 eVIZE(LL T
WA, I AT Fv (K 23) 226, VB-CB BRI S E 72 2 FIIGEFE O S+ HU
FEAEEDLRN (DFED, N REIT h=7F£720F 248 eV 0 fEKICH D) Z &
DD, d=24nm DN RE¥ v » TR LXF—1T 28 nm ODZNL Y b TIROZH T
DGR F =TI, /NEWT R ORI EREIRIL D /S, F2, d
2% 3.8-14.0 nm OFEFH (1% 28, FHAK) Tid, ZHARINOREDBERDIZE DT,
FE-EORAEBMNBEIND, 6T, ERBEKEEND, ZNOORIESRET
123175 CdSe 7/ KiF®d HHG A W= A LTFEHN THL N REND 347 &
) . D ORERIT, L OV A RKGEEN, N REERO L% B [E LT 2567 W IGE
FROBEWTITEMICHATE RN L EZRL TN D,
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10° Iz EP—I!—[J—! g
i 10° | e
- CdSe
10”1 =0
E]
10 —O—t =00 -
N CdSp—m— | repmorg © _
a2 | # ]
= 102 - = 2 D
3 o e | S 10
g —=—----BG [T Cdse 2
E T T T T 5_“,
-~ 3 2 4 6 10 - 113
2 0 210 8 =0
c 0 / - —_— c —O—r—0—
E 10 9 —% —0=a— E p —= |—Q’—T—&' .....
. . 10
10
2 —==nE=g— .-
> |—Q—‘_|-¥| ..... 10
L I 2 3 4
2 3 4 Diameter (nm)

Diameter (nm)

28 AR IRE ORBEAFE, Bele D MR COREE d DR E LT ORhEEATH
HIEYVOWHE—r@EE I &L Lz, ftEMo=T — =3, ERLESE—7MED
BRERAEEZ RS, EROMBIIT A HA FThHS, CdSe Tid d =38 nm (CdS Tix d =
3.5 nm) OfE CHMIREZ KL LTz, SR NNy 7 7T 00 RL~ULZRd, SCHR [69] &
v #i5#, Copyright © 2022, The Authors, under exclusive license to Springer Nature Limited.

lz I I
0 O 9 1
—. 10" Jcdse a o - HOH (e o Q
2 (] )
5 M T o]
£ .0 Y 3 um exc. | | o} | re—--
= HIHEE - - HO - - -
2 FH
7]
c L L5 1l HKhKNeas
£ 10?1 jm [Ol=—3.5 um exc. o
- |.3|l ..... BG
2 3 4 5 6 789 ' 2 3 4 5 6 789 2 3 4 5 6 7889 !
10 10 10

Diameter (nm)

29 HADENENREICRT D Ly Ly I OV A XEFMN, Sty P07 —2Iid,
ZHEI 3 um & 3.5 um OhEERE TH LIz, STk [69]X U #5#, Copyright © 2022,

The Authors, under exclusive license to Springer Nature Limited.

F7o. TR ORERFERNL 7S MIR 7SV A E I L 7= 55128 D, TA V7L
BT BTG 2 8T D72 012l B 28 1ZR Lo @i A~ 27 b VRIIE T L 72 i
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EX0 bEVBEREZEHATILERND D, LEN- T, K29 IZR7T X 912, MIR il
EHEEOBEWIZ L > TEFRE OV A ZEIFEMHICKRERBENETC W & HRER LT,

3.4.3 A] AR EhEC 18 WL I 3 YT E

AR T s T —7 TARIEIL, S v U 78 &2 RD 572D OIFEHERN R TETH 5,
T ki F- 37 0 OB N EIAL FE<N> & AT /T OEIFEZBH ST 5 2 & T, A5
ﬁ%ﬂﬂ%%%/ﬁ%%k@wﬁw%@%«U?ﬁ%ﬁbé’&#T%é MIR /3L %
JihEL T CORME X v V 7 BEEZRET D720, £ TIEAHEI T T g I 45 6 Rl
ExEIToT,

X 30 1Z/R T K D2, CdSe /R T & DEIp B R THEICKET D TA v 7L
ZRE Uiz, RIS 74 7 U —FE508MX, 7/ h1&H7- 0 ORE X v
U7 HOEMERL TS, BOBESEE T TIE, v~V FoXd v AT K 30V EE %
BAID 100 ps INTEUI L, ZAUTHWD TH—F 2 b 2 K 5 Rl W ees 2 81
L7 v UTHEEOFRIZIEL, 150 ps LEICBHI SN2 —F o F o2 5,
H—x o b Ul OREIE, RO O BV T/RT L 912, 150~550 ps DFiPH D
TA ¥ 7 7B ERIC 7 v hSH D Z LI Ko TRHMm L, FBhiEssE o RS
Bl L THIZRLTWD,

Z D EL SR EE AR AFE T T ORISR THHTE 5, (N)e W/ CERSNDRT Y
YR UNY ZE L. WIS T F OEEDNNY O & & i HONF DT RIS
W SN D FEREFLRT D, =F T MU EAERT57DICFLTH T OWINALETH
D, vV FZXT b OAERIL, BH—=F v FURE~ORBEFEREELRED, LN - T,
EFZICH — =% 2 N U RFAET HHERITY . LUN) TR I, TA &7 /0 E(NITK
DX HITEBRSIT BN [76,77]

—1 — p—(N)

T«N)) z P(NY) =1—e (24)
ZIT BT RS b OPEENIE, WITE R o &G TR J O, (V) =
o] CRTZENTES, KOWMROMBRIT, i S 72 EE O RIS EERFIEIC R T Y
oA A CHE I S TR TR AR T D, AT/T L (N)O BRI Y TR
BAE LARWD T, ZORBRE- > T MIR L 7D TA F—4 B (N)&FHET 5 2 L 8T

&2,

40



1.0
CdSe d=6.4 nm
0.8 1
0.6
04 x
0.2 - &
s
0.0 A=
0.6 1 3.8 nm | 38mm
0.3
~ 04 )
= 5 02
< g
3 02 5 o1
()]
= <
S 00 3 0.0
> 2
Z 0.30 5 012 _
‘n 2.8 nm g 0.10- 2.8 nm /
@2 © o
E 0.20 S 0.081 //."
(5] g
S & 0.06 A
R 0.04 -
0.10 s
0.021 e
0.00 - 0.00 {2
0.12
0.42 2.4 nm 0.10 2.4 nm
0.08
0.08 0.06
0.04
0.04 0.02
0.00 b 0.00 : ‘
0 200 400 2 4 6 8 2 4 6 8 2
1013 1014
Delay time (ps) Photon fluence (cm’)

30 a. AR 7OV R & W TCIEERIN S GHE TS bz CdSe T/ KL f-DAT/T
B, b. B Dbk R oy DIRIE O bk SR EEARAF M, BRI, R TV AT
SEHBRRICT =2 EE T4 v T4 7 LTfERTh D, ik [69] L Y #5#k, Copyright

© 2022, The Authors, under exclusive license to Springer Nature Limited.
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3.4.4 HIRAMEDE S PE RN 53 Y6 E

MIR R > 77V AN Ko TAR SN D EEREDOX v U T HE & HHG OBREE D 72012,
MIR R > 7L AT B —T7 2 HWEEBRT CdSe 7/ b F-EEOBPERIL (TA) 21k
ZRE LTz, X 31T 42507 T 7%, BARDRRICONT, N> RXy v E s
DTFVEX—FE TR LI TA ¥AFI 7 AR LTWD, K& F kit (d=238
nm & 6.4 nm) TIERZRWINELDBIETE=n, IS/ F kit (d=24nm & 2.8
nm) TIEWINEAERBF I/ NSV, X 32 13, TA T— X Do HEE LAl H 70 o
EEFX v VT ng 2R LTS, Fx UTEEX, ERRO MIR-RF7-Afat 7o —7
TA HIEDFER L. AHE-R 7F-ARa 7o —7 TA HIEOR R g+ 25 2 & TikE
L7c (343ZM) , TR 1 s OFEkx v U 7 HN)E, d=2.4, 2.8, 3.8,
6.4 nm OF /K FIZONWT, ZNZEH 00061, 0.013, 022, 1.4 EHH L, /2T /K
AR THBL LT=F v V) 7B ng = (NYV OXET DX, 0.43 x 1018, 0.62 x 108,
41x108, 53x10¥cm™3 TH 5, d<28nm OF Jkifix, ko Kk&pF kil
LT v U 7EENIEFITIR D, LR > T, ng OF R A KR, &
TR IRSE DY A ZIEAFME L 7 T 2> T b (K 28) , 20 Z L1, HHG D X 9 72
RGBT LT, A REWVWZ LICE D, K0 RNRIERERE S v ) 708 E
S, ZORER, BEARDOGEIITERERENRELS R EEZRBLTND,

0.30
0.25 d=24nm 2.8 nm 3.8nm 6.4 nm
0 0.20
2 oto. | (x3)
g o197 R (x30)
0.05 x30) || (R
0.00 }A_ At |
0 200 400 0 200 400 0 200 400 0 200 400

Delay time (ps)
31 TAMIEDHER, d=24,2.8,38,64nm D/ R¥ v v T RLFX =BT 5
AOD/OD DI L Z/R"T, Z 2T AOD/OD i, A2 7L A bl TORE O FEiEELE
fEZRIEST D LICL > TH LN, STHR [69] & Y #5idl, Copyright © 2022, The Authors,

under exclusive license to Springer Nature Limited.
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f?"_‘ 5]

5 4 {?F{}4 Héq
k=

§~ 2 H{?ﬂ

£ 10"

o

©

O

Diameter (nm)

(132 TA > 7O FiRED GHEE LIRS 720 OFE)F v U 78 ne, it L
BED T T —/N—1%, ZAEIER & FRED O R LB REE RS, EHR O
BIZT A TA Ro d=24nm OFRED TA > 7 FVINY 7 7T 00 FLaLb X D/hE s
STEDT, d=24m DTNy 7 7T T2 R~V LHEE LTz ng® ERZ 70 B L
TUW 5, SCHEK [69] & 0 #5#L, Copyright © 2022, The Authors, under exclusive license to

Springer Nature Limited.

3.4.5 WA RKAFIEE N RNER

:@ﬁ%fwﬁé@t%%%ﬁféoﬂwﬁ%%ﬁf%@%&U?ﬂMﬁéhé%é\
Xy U 7 EES R OEFRELBE TS (N RNERE) , Lo, 27HALAD
TRV B 22 B IR TE %%Oﬁﬂfi BEBCIRIER DOV T R KX ¥ v Izl v X
%W%@#t NIZK <D, 22T, Ny FNEBOBLEND, HHG OMHIZ DN T
a9 b, HHG O3 FNERICKT 5 & TFHLIADORELZFE L FRD DI, i
B —RGHET VIZEB T, KFMICHEEINIE XA T I 7 A&z, 0,
PLUFCaRdF 2RI 5 @ i os & o BEa i A X80 Kt A R #fse o 2 — o
VERRIGICEHRTAEW 2 (COCHR [69]. #IRERD o 22 Tik, $Hoo R 5H% 4 k2% Cd &
Se DXL O 2 MOFFITHHE L, A MNEOREE D EIHEAR Yy B 7T A—FTHRE
NDRNIN =T v EEZTZ, NIV =T OB 2/ N REER L NV RN
BRI IS DRI L, BT R D EiHRE 2 X7 ML [he) & FHE LT,
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Harmonic order

7 9 M 13 15 17 19

— ‘ ‘ ; 0 0
107 Calculation 10 10 0
] z
=]
—~ 10 Full model F10* €
7 10° 2 B (Intraband + Interband) <
2 < s
5 10 nm 5, 8 =
g g 107 [10°
8 s i g
o 10" = 3
I 12 - . v |, 12 2
e 210m 10 v w/o intraband 10° £
] : o

107245 0.9 nm .
: : ) i . 7 0 2 4 6 8 10 12
Diameter (nm)

Photon energy (6V)
4 33 PEREHREOR R, a. BARL T/ RFEE (BHR) ([SRT 2REERH -0 D&
BART bb, 2D ﬁ%?i\mm=M5ﬂkE=1Hm%mkﬁmbkob7w%7w
(N FHEB+ N FNER) 2 W THELN [ & ng DERKGNE RILLARIUA)
& N FNEBBEZBRWEET L ERWTELNE [ OBERKFE (F=4) . X
K [69] & V) #xdl, Copyright © 2022, The Authors, under exclusive license to Springer Nature
Limited.

Xl 33aid, kiR HE) T2 I(ho)ae ) /R F-OEETEI 725 O (lunc(ho))
Thbd, K33 i2ix, BARrHEFUHEEZBE LT LHET /R TOREX ¥ U THEE ny®
A REGFEEZFRE L, 22T, K2 OREROF )i TyaLbT 4 H—HEX%E
fRNTEY, T 2RFICBIT5F v U 7EEOREMITZR L TR, IRV & kR
DR IZ, N FRHER &N FNEBOM G 2B L, T/ b DT VX —HEGN 4
WRAET 256 (ZVET L) BN RETHL, oo rs, 2k
ARXN3Inm LV KRELL D&, LE g DRI T D 83005, —FH, ~IL b
=7 HON FRNEBS S ZErIZT 5L (M 33b, FUER) | ijUI'EE (2R
Do ZOFEFIT. B ST IERIBISE RN RNE %@#4xwf ZkoTihES
NTNHZEZRmLTND,

T, Eidﬁmé<&5:onfﬁmb(muﬁ)\%%ﬁnzlknzz@%%
REMOZINLE—=F v v 7 Aw 1T n¥m" @ \IRIEHHFT D Z LICEETS ('l @”*
#) (X 34a) , EDONRTA—HF— ﬂ%%x%fi%i%bfmé@ﬁ%ﬁnﬁét
#4XK%ﬁbmn@%ﬁmbfh@%%%@ﬁ@%ﬁﬁbtoH%htA/F%ky
TREEDY A LG (K 34b, 660 12, N2 KX o TRIZEORWVEROMMR (71
E7) (K33 OHLOLEFRL) IZEELTEY, 202 ik, F /RTINS
DFEBRD E,DEEIMNA, BEE SNV A AEKFEZ L T RWZ 2R LTV D,
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3
1.2 10 .
2.4- 1 -
F1.0 100 Exed
_22|e s T, s
2 20| s & S 10 Variable E,
- T g g 40" (Full model)
w 18 04 f &
- -9
1.6 1 0.2 10
14 - 0.0 10'12 . :
0 4 8 12 0 4 8 12
Diameter (nm) Diameter (nm)

34 a N RFY v TTRXNVX—E, (FWUA) &V TR RE Y v dw RAL) O
Wife (BHE) A7, b, A XK F L7e\W E, 2 NE L TE LI L OBEREGME Gk
) &, A XHEGFT D E, 2 IRE LT 7 VET LVTHELNE [ OBEZIKGE OF
H) o SCHK [69]& Y #5#k, Copyright © 2022, The Authors, under exclusive license to Springer

Nature Limited.

a b
0 A i
10 ] - 100i P
10 =
Iz ] = 1
T 10°(0.2my S 107
g 101 m, g ]
T S 4
T e ~ 10710 0.05 my
10 1= 0.1my,
] 4= 02m
107 m*=0.05 my 10721 = 0 ‘ ‘
] 0 0.001 0.01 0.1 1
Diameter (nm) Asub (eV)

35 a BDWEEEIIHT D LHOBERKMENME, b BRLHWREEICHTD LD dw
RAFME, SCHk [69] & Y #5#, Copyright © 2022, The Authors, under exclusive license to

Springer Nature Limited.

F 7 KL DB IREDOBEBAL 23 SR RS IS I E TR B AT 5720, A XKAF
MEICHKTT 5 m DEEZ T~ 35ald, EHENNZIW (d~1nm) F /2 R+D LI,
PEEEN NS RDICONT/IEL RD T EZRLTWAD, CdSe @ m Ml (0.1 mo) 1%
CdS @ m™fl (0.2 mo) £V H/hSWI=® (CCHR[34]) « ZOFRERITIK 28 (2R L7 ik
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RBL—&T5, E5I12, mMEBEESEDZ L TETD LD Adw it %X 35b 127577,
A DB E LTHE LN LHOMERIEZ, m DIEICH b L FIRE T D, ZOFERIL.
INS 72T 7 KL D CIADIZ L DHER 72 BB FARAEDS N FNER A IIH L T\ D Z &
R L TCTWD,

Carrier generation via
multiple transition paths

I )
ﬁwointra

Carrier generation only
via interband transition

Emission state

Enhanced
HHG hw, M

.

36 BEEOREREOBEAK, N FRIEBEHOAOTL (F) 1Tz, I KR&ik
F I RiF (FE721T307) TITRA AN RNEBRIZL D, N RNER &N R
EROMOIEREHEE OF) [TERT 2EROBERE 2>, MEBOMKGICLV B
IS D HERIRICE Y . IEREx v U ThEMEE S L, KV RE RS 2R FI2B1T
% HHG 238587 %, 3CHk [69] & U #i5#, Copyright © 2022, The Authors, under exclusive

1
¥ 3
4 | hwt
I
F 3
r 3

hwﬂinter

[ P U U T——y

F.
r
t

:
*1
:

> ——p—p

¥ ﬁwﬂinter

Ground state

license to Springer Nature Limited.

FERW 72T 2 Rt A KR E B AR K< — B L TR, N FABBR LY
K& 72T 7RO TR ZRIERIEIIE v U 7 ARk & HHG 25| 232 &35
M5 FEBEREX YV TAERKIZat—L Y M0 A ThHEI-D, £ix 72 VB-
CB BN S OEBOBEROBEREDEEED, ZHUI Ny REER L N FNER
DIEMIEAESITL D O T, Mikz v REEBENSOFLGITMA, Ny RNEBEN
WIS D ERAENPOOFERENT 5 (X 36) . /INE7F /R fOae—L 2 M
ROLA, T U T7#E O8N FNERE) I3EERE72E TIREEIC X - TEIBICHH &
Do —Ji. (ST ERIREDHIFE) K&ERFT R THE, LVBhENLX Y ) 7N
MIFHNDT20, N RES E N RNEBORIZS bR IBAENAET. T O/,
A% v U T ARSEZ Y, fERE L THHG N 25 B2 b5,
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3.4.6 Jihkd v U 7 HE LIS 5 HHG 2%

AR L 0 ERE RO SEARIES BN E R TE 528, B LRIk FEED
MICITETOARA—ENRHD (K28 LK 32) , ZNEHLNTT LD, Exr )7
BEHTZ OEFRERE CTh HRENFE, Thbb LingaBE LI, K37 Tk, /K
FOBEZENK T am 225 3 nm /N E < AR DITD4 T, 7T IREREDOFAN LML TV
HZENHERTED, LEN-T, CB NOBEB KIS LT, 7 kEiFEIZ L 0 /&
SR TRV AET D, BEFPHALADOLNTERTHD/NS /) K TlX
TR KXy v TRV =D HEINT 212200 TN RNER DT 5072100, JEJJ
X v VT OENWLT D, TO—FHT, L0/ ki CIdhEE 1 & EfLOE
RV NHEINT A7, RS OMERN A5 [68,78], LIeio> T, KO /WSt /KL
T O ¥ U T EEHT- O OEFREEEDRITILIY KEL RV 9 5,

108—: @-.

I; | ng (arb. units)

[0)]

3 4 5 6 7
Diameter (nm)
[X] 37  CdSe @ 7 KBTI DIEAEINR Ling DELARIFIE, T — %1% d = 6.4 nm OfE TR

fbEnTnd, fEEREDOT T — N—F, %’vﬁixﬁfkmﬂf%{ﬁ%k BOBEEREEZRT,
FEROMBULT A A RTH D, CHR[69] X Y #5#, Copyright © 2022, The Authors, under

exclusive license to Springer Nature Limited.
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3.4.7 bl Seom KA

6 FEEAD CdSe 7/ KL 1D 7 R SR D hE iR R AFPE 2 X 38 1T, RIE. &
b eIk (BhER SR Lo > 0.35 TW/em?) OFT — X % A7 — U U JHI L2 T 4 v b SH Tz
bDOTHD, SHIZ, 27—V 7R p FEFHHGTTRINLMELEY b/
bbp<TThol, THULX, TNODPESME TIZEIT 5D CdSe 7/ Hi 1 HHG HEHED
HEEHTHDHZ EE2RLTWVD,

0

10
" 14 nm
-1 .
10 "16.4 nm
, 3.8 nm
10 . 2.8 nm
‘c
S -3
S 10 R __;: 2.4 nm
E' o~ _’-‘. I ', . /“
o~ 4 oA ‘/“ o LA 1 2.1 nm
10 R j“‘ ;F:F
P =35 e
10 - 'p * ‘ 0
o " ‘4.. op = 5'6
. p=47 p=45 .-
10 4 5 6 789 2 3 4 5

0.1
Excitation intensity (TW/cm?)
38 T —H RUT R DRI DL O E LTo 7 EmdEE AR, K
BB CTREE D p FIZHBIL TBY | p DIEIX 035 TWem? LA LDOT—2 %7 4 v T 4
YT HIETHELI, SCHK[69] & Y #5#L, Copyright © 2022, The Authors, under

exclusive license to Springer Nature Limited.

IR AKAFT 2 E pORESIF, TAT 4 v a « NFA—HF—y = w,/mE;/eE
T T& %, 22T, mITADETFER,. o lCEEE. ETEGIEE, EJ3 Ny R¥
¥y T EZRAX—TH 5 [19], y BT DO T, FhEEFRIEZ bR S b
YXNVIEFE~E T R L, ZORER, HFEHNRIRLIBONNEL D, Fx OFERTIX
F 2ROV A X 21 nm 5 14nm £ TRELRDHIEONT, p DERFEDLTLZ L0
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Bletasng, Zhud, A ABRKRELRDICONT, TaAan X IEEHNICRD Z
EEIRT, BVRZIUE, y WIS RDZEEBRLTND, TAT 4y va - RT R
— A —ILEBENDNTA—E—%ZETDHE, 2Dy DWDIEL. T/ RAY A X7 2.1 nm
226 14 nm TN 225N T, N RF Y v 7T RLF—708 2.6 eV D 1.8 eV ITHEAD
THZEICRREL TS, SHIT, NI RERmOBERIZH DE TP IELHIT I > T
WD &, EEREEMNOER LIREBA @RS 22 212720, Zhidny FNER
YT 5, &7 CIADIC L o THERN 72 5B 1R TE %HO%LTm WM = %L
¥~¥kyfﬁ%ék®\ﬂ/%W%%it DIZ< VW, ThUE, EZEMTOEFINH
DHIREND Z L 2EW L, mid ®7w74//:-N?%—&—®%42%ﬁé%ﬁ
AT 2%,

3.5 3EDOKE

ARETIX, PEEF 2R H0 HHG 280 L, N> RNERE & HHG 2= OBf% %
am L7c, 23 RINEBB A IIH] S5/ S 728K ) k7 Cld HHG 203 - v U 7%
FERA S5 Z EEBRILT-, CdSe 7/ Ki1-& CdS F ki DIEEN ., ME DOV 7R
Y RF¥ Yy IHRREWVIEE HHG FROBWDVRDPREL 2L W LML, N RN
BB HHG R Z2RETHI LR LTc, EHIT, —RICETNVEMEM L7 EGmETR I
FoT, ERTHOLMNZI LY TN ¥y v 7L HHG 203 - v U 7HEORR L
N7,

A XHE ST IR ERACD & T, BT UIADEN N RNER 2 FEES

ICHIBEIL, TOMELLTCExFy VT7HELE HHG ICEEBEL G2 5N TEXHZ LaTRL
Too ZHUE, WEOY A X0, iR IEHREAFEREZEZHET 572D TEL37
A—B—ThHDHIEEERTD, 7/ A4 XL DEREAFLRSEORBEIZET S 2
HOHENG, 7 A —/VTCRIEISNDFERRXE VY IEFT A ZADOFFHIF
mféézkﬁ%ﬁém5mmuoik\&ﬁ@ﬁﬁézomtﬁ%mwf%E®Ay
FW%%%%@#%%@%?%%MT%D[] AR SN L=F ¥ U THEZICE
Ny RNEBOEEMEIL, L5 RNEBOLEHRZ I Ltﬁﬂ%ﬁ@%ﬁ%wﬁ
bnlmﬂﬁbﬁ%mﬁ“%@?i@é [83,84],
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A oA L ABE T O
T T 7 SR E TR

3ECTIHETFHUADIREREZHNT, N RNEBOBREREMZ R L, N2 RNER LA
v RHEER OGN EER O O R ERETRE (HHG) O ThI a2 LT, 2
D 4 ETIINY NiHiE®ZT 7~V (THz) WiEHEOKR Y NeE O R LX—4
fiz#/EL T HHG Z &EICHIET 5, 5 kB LT 7 ROEFLOTREDS, THz 2L AT
KB Lo THAT D & mmolz, 61T, FBIAELFRIA (MIR) ~Sv A (K5
M e=03) TEHREISND 7REREO THZ FHEOBEIL, EARRLE MIR 2OV (6 =0)
TEEISND 7 RERALLY b RENZ ENGhoT, BHREEZZ(LSHTHENE
BAERA BT 522 LD, AN RHEBR RO HHG 2 EZRELTNWDHZ L 5B
HMZLTe, 62, THz phEEH kDR v M REFIZL 53 BB OIS L > T
AR R A I T & D 2 L Ao T [85].

4.1 HFIEOYE =

4.1.1 [ A s YR s R 8 A DA Y SR AR

[E{A7 5 D HHG OFFEE LT, BhEDEOFM RIS U OFRRRIRD B VWE 52 &
NEET B D [15,20-23], ZAUE. FEFHROENN & & &I & TR IR E 2N B 4 5 KA
D HHG OIRHEE N L 1352705 [86,87], 77 7 =%, £ 20 MV/em (~1 TW/em?) (2
FEY 9 DM 72 L— W —GRE T, 2O X 5 e @m il i E O mMABE I s Eo—o
TH 5 [15], HHFELEORN L —V —FiE T ik, (ERFEE T OEFERE L EZT5)
BFUWREAT D, LD EWIRE CTAER SN D, ZOMMIX, /9 7=20OF v v 7L
AN FEDFRKTH D LB STV 5[24],

LovL, 77702815 Z OBEIITRIOBERRIMR G H 0 . SCHk [88] Tl N> R
&R & N FNBBOKGOZREIRER SN TWD, 77700 Mgz B8
W7 BB HE L AET D &, Ny KRB LUV RNEBTRE O k 225 AR 1RO L 9
WEHRE NS, 777202 x FAE y FIZENER E & E,OBSGNHIMS TN S
P ISR

Tz

dxz_ﬁ

K (25)
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4 F T T T T ]
l, (Theory) =
Y
2= 3r ¢ ke i;\ l, (Theory) - = - - -
5 8 b VED s L (Exp) e
“® 2 d T\ -
= ¢ 5 1y (Exp) o
m | - L
SE 1 et %0 1
) /:\,'Eﬂ[ )
O'\fl =
0 0.2 0.4 0.6 0.8 1
Ellipticity

39 777 xrnbo 7 REFEERE D MIR f5HS=EAAM, SRR [88] & U ik,
Copyright © 2021 The authors. Distributed under a Creative Commons Attribution 4.0
International license (CC BY 4.0).

T
dy = 15k (26)
aEb k flUFkx
k_
T Ok, Tk 27)
aEb k hUFky
k_ oy
A T (28)

L%, ZIT, dy. dylFENEN E L EIHIST 2EBY A R—LE—A L FERL,
Ny RHEEBRREZEWRT 5, 1,0d K A& KRBT 4 7 vV ETORRD AT
UT4%R L, 1,=41% & D, up. wlFZNEI E & E THIET 53 FNERRE
EEWT D, vpld 7 2 VIEETH D, TOMESIL. K 40 TRIND, EHRREILE
B (B, Dh) OBE. E.HRONY REER L ANV FNIEBOLPFEL, ERRED
DATD TN 90 FERI2 D —ODFEE DR BEET S, — T, HHRLEOSE. E Bk
DR FREBNAHE L, 2L E RO FREER & EBRESMAEEL L TV 5,
Z D7, FEMRIEHIE Tid N> REER &N RNEBO/BAERENEA L, Sl
SRR S LD SRR ST V0D,
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1 S— 18 1 1
1 5 l
a | | s b s
_ 1 1 = _ T gl S
3 I 1 g 3 i £
IRD BEE AN P
& : 1 Py Fa 1 & X
A R e o e e e ——— — j
] 1 £ £
I ! § I
1 1 -1’% -1 =4
1 0 1 e =1 0 1
ke (a.u) k, (a.u.)
1 ‘r_r_,ii l 1
c I 7
I ' 5
P 1 o
=1
a0 v I o8 E HE
Fa | 1 _;5’ y
' 1 3
| | I
|
L. |
-1 ——— 1

-1 0 1
k, (a.u.)

4 40 kZERNCERT D3 FNB IOV FREBORE T w7 7 )V, FRIZT 47 v
7 i, MW AAEHEEITEREWERONA TRINT WD, SCHER [88] L Y #i4Hk,
Copyright © 2021 The authors. Distributed under a Creative Commons Attribution 4.0
International license (CC BY 4.0).

KV EGETIE, MK (~3 MViem) OERDE NT PR Z (FET) OFEBRBAT
DAL [45]. FERRLZ O TAER S L 5 IREFHZIZOWT, N2 FEER LN FNE
BoOfEAOBEENERIICHER SN, 2oL, #07— MEEIC L - TEESR
TUVXNET ATy I RUTOLUVETT TS ET, ANy FHEBRZIGITE S
EVOFELZFIALIE LD TH D,

4.12 T T~V LA XD BT

HHG ##l#H35 FikE LT, @ELE AV D FIENTENIE ST D [89], FME
S ORI TR 2 RO E ORIFEZ R D . BEIR Ol 2 A ST D, KR 2
W OGAEIXELHIE 2 R E I [Electric-field-induced second harmoics (EFISH)] & L
THIG AU [90]. KRR [D1]RBEH DA A —2 0 7 [92-94)x LIS &N D, £/, U
FrNES & LT, ERRICEBEOELZMEICHIINTE 5 THz 508 FICTER S,
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IR DR D FHTIiE7e <. THz BIHITIE U A BOR O Z 03 @am S 41TV 5 [95,96],
LINLR D, BF-BFHELORENWS T 7 = 2BV TIE[97,98]. THz 7NV RIZX D
By NeBEFORENFEAEL, HHG I EBE RIFT 2N THREIND, 77720 D
® HHG 7 THz Jih# 12 K-> TED K S IZEFZ 52T 5 DT BT > THRLY,

4.1.3 RKEOMZED HIHY

i 7 — NEBIEICHE R, AT O L AR THz 78V A % VIR, L0 & TN
YRNOF Y U TORE 2 b—va UMl cE 2 L MFS D, iz, THz /S
VAR TIE, B A AOMBUC X5 KW (N REER) ol ARE ShTn
5 [47, L L, 7772 DN RNOBEFOTRVX—34i% THz 7SV AL - T
FIHEDHZ LT, BHEOHEBREZGII CX L0 E I NTEZHALNTIERY, F 4 &
TIE. FEMRYE £ 72 IXEARMR G D MIR 2L A2 X5 7T 7 =D HHG %, THz 73V AL
L BEFRH Y &7 LTI [85],

42 OB EBREFR

MIR »VATRHE L7227 T 7 = BN 6 O HHG % HIET 2 F250R ORIX 2K 41

127~ F . THz 7SV AL MIR 2NV A LRBICAS L, HF vy v X —TAHU A 7080
AMFRETH D, EHT 10 mm UG OISR E (CVD) THERSHWI-EE S T 7
= v — b (ACS Materials, Quartz 5#k) A4 L7z, 325 TIL Tiisapphire L —H—1 5
FEAESHETZ 1 kHz @ 800 nm DAL ZE S LIT LT, ZBH/ANT A MY v 7 MRS
(OPerA, Coherent) %42 Z L2k > TMIR 7OV AZFEASEZ, 58U 80 fs, 4.5 um
(0.28 eV) ® HHG AEMEE MIR SV AZ 757 2 v— MR Lz, AJJLT
MIR 7LV E L ACTHEN S, 7T 7 = U BE S R WIREE IR E S ivlz, RKb
BT 21 MW/em? T, E#MRE T, ES L& LT40 MV/iem Th 5, fihiEd MIR 731 2
DI FIZIT I R A FHE L. MIR 7SV 2D G O RE LB S5 2 LN T
5o FEBRIZITRTHEIRTITo72, @Ml A EZWEE CHAEIE, 5L (SpectraPro,
Teledyne Princeton Instruments) & charge-coupled-device (CCD) # A 7 (PIXIS, Teledyne
Princeton Instruments) CEIHI L7z, 0 EERANZIERE F A2 E L, B4 Lo miid omt
ROy 2 SR T (i) EOKETTE () (CBI0  THIET 2 2 &N TE %,
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4 md
/ \ Ti:Sapphire, 800 nm

\Grating 3md 80 fs, 1 kHz, 7 mJ
/ /BS (Astrella)

aN
HV‘VP = WG pairs ccD
OPA |‘| ﬂ n
OperA) | I’ 1 H V E[I Spectrometer
4500 nm —>| | ! quwp 1 b
80 fs \ : Graphene
Delay stage + Quartz substrate

41  THz Z# HHG HE DFERELE, BS I8 —AL A7 Y v & — HWP « QWP [IZ i
TN EMN « MATEER, WGIXTV A ¥ —27 U v N1 257,

05 —
5 10°-
S
2107
_ w
5 &, e
S €10 .
2 00 10 20
= Frequency (THz)
T
L

-1 0 1 2 3 4
Delay time (ps)

42 Jihitd THz 7V A DRFEETG, PHERIEEIE THz 7SV A D A7 R,

R T HO THz 7SV ADEGIIE X 42 1277, THz 7SV A DEGTRE % Ery, & 5,
AEHLETO BEO o 7Y 7 HIEIZ LY EXHF D THz 7NV AD B — 7 ESETHREIL 0.4
MV/em & RAES o7z, THz A2 hLvZNFERIZRT, THz 2V A2 ORI AIESRE. T
H5, MIR 7SV A LRIBNC Y T 7 = v — MIEN LTZ, THz 73V A & MIR il /<L A
ORI OBFIERFHE 113, BIEARAT —VIZ X > THEITE | THz 7SV AT K DN I MIR
JAhiEE SV A DSGABHZ BIFE T 5 L BIERFE A IE & 72 D, 42 T/rE 5D THz 7NV A DES;
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Ui

DOE—27 L MIR 7SV ADEHEHRE (Envelope) OB — 27 NELL 72504 % t = 0 LE%E
L7,

43 EERAER L ER

43.1 &SR ERIEE AT~V

EP. MIR 7NV A2 & THz 7SV AT & BITEHE G M OERFELETH Y | BV ETOR
R CEBREZITo7= (K 43) , i MIR 23V A LR 7 THz 2V ADES OB S 132 n <
KD 4.0 MV/em & 0.4 MV/em TéH 5, MIR 73V A & THz 73V A DIEFERFEIZ = 0 &
L7z, (LB, FRICHTD o0 EA, t=0 TRIEZIT S, ) K 4312Z Ok T ¢oO HHG
AT MNVERT, FT7 72— MnbIE THz R 77 LOKRET 5 ke 7 RO
WETRE 28N L=, SFEROHO HHG 137 T 7 = > OfEdaE i O SKlnc B 2 ke L
TW5, THz R 7 H D OREE TITAHFER O @R G A 50%I1F LR L, S 5T
BRTHD 6 IREFMEDRAET D2 L 2B L7z, THz AR 7 H 0 ORAET BB A E
INBHZ LT ol

Harmonic order

5 7 9 11 13
THz

10 — 0.4 MV/cm y §
® 0 MV/em MIR 3¢ HH A
T 08| l ;
> Y
'Q ]
i 06 . !
g THz 3¢ '
g 04 -
(]
£ 02| L
£ h (X10) 777I/T

0.0 M /\" w 7+ — Y EIR

. VT TN v

1.0 15 2.0 25 3.0 35 4.0

Photon energy (eV)

43 THz it H v 72 LTSNV T 7 = HHG A7 kL, THz >V A7 L
TO 5 WEmFMIREL 1 & L THB L LTWAD, PHFRRIZEREYE MIR B o840
THz 27 HHG I @2 L7238t v b7 v 7,
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432 FEHEERR AT

RIZ. THz 7~V A & MIR 7V ADBERFH 22 ST T, 20777203 — b
D OEbZFHE L <2 (K 44) , FEROIMBIIFE S SN miiE O v — 27 R
Th O, BT DD THz 8E I, 2" L TWD, FEIRTHD 5IRE TIROE
AT 1T THz 58 OB > THETe Y, & OB IREMPIIC KRR TIL ARV, AU
B 5722 THz 7SV ADOESNR TIER WAL T, &R ESHE OB PAER ISR
2b—Ya HRTHD Z L 2R d, ZOFRKEMBEREDOREERMIZ, 7772
BT ARy NREFOREER URHA 7 —LTHDLZ N5 [99]. 20T —HIx,
THz ST L 2 A K Sl O MR TR E - OBLIZEBR L TS Z L 2RI LT
Al

--- ETsz
1.0 5th

) — 6th
= a&“ﬁ\ , —_Tth
g
5 06] .\ I 5
> WA _/\’ THz 3%
2 04 l
o [
j =
- 0.2 |
- 54—V EIR
00 lhar” W NN . :
-1 0 1 2 3 4 5

Delay time f (ps)

¥ 44 HHG (24 5 ke THz 73L& & MIR 7$/L 2 DIZFERF R EME, THz 2L ADE
— 7 @Y% & MIR 7SV ADE— 7 5REEN—E§ DR A R & LT, ArEk o sl
X THz fihii7e L CoOBREZL 1 & L THEL, BERkomMikiie—7mmEs2 1 & LTl
BiL LT D,

— 5T, 6 RE TR O IEERF MK AFNE X THZ B O 2 FICEBRET DIRD BV E2RT,
THz B OIEEN ORI A 7 —/LiX 1 ps FREE T, MIR 7L AD L ANE 80 fs LV &+
<, MIR EHIZx LT THz EHITFRIESLE LRI ES LB 2 b d, FELBT
T 256, EXDEEEEZ oo & LT, Mk (SEIOEEIT 6 k) O mEakk)E ik
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D FERRIG 53 Py oy | LI B By, 22 FIVTIRD & 5 ITRF Z L AT E 2 [89,95],
Pey ¢ X7 Eryy, Evig® (29)

22T YD T ROIFRIEEZ R TH D, EdIRE IO 2 Tl AT 5 DT,
EEhE CIEER O EFRERE X THz B0 2 |ICHHIT D, 6 REFEIRE L Emld
A RE—NELRLROVOIF, FEEHHHGIZL D2 bDEEEZEZBND,

433 HHS L 2RI AENE

S BT, B MIR 7SV AR ZEIER L, THz 7SV 2 DREE OFERHA 2 b S,
Z DL & D HHG OIE =B L= (K 45) , MIR 7L A & THz 7V A D BRAERFR X ¢ =
0& L7, BEKTHD 6 REmFNEIRED MIR fFIECKIELEIL THz & 4772 MIR DR
M CE—27 Z2F>, ZORRIL, BERERKOFAIZENT THz EHO 9 H MIR &
EDOHERNEG L TND Z EErd, X290\ T THz BHO ARSI L - T
H9R S D IERIERICD 0 EZ TRIT 5 2 &N TE D,

P % X7 (Erpz080) Epig® (30)

iU, ERICBI S EE L —BT 5, T, AKREFK TIL THz 2L A
& MIR 7V ADERHAIZ L BT, SRR ERETRE OB 2R Uiz, Ziuinb, Ak
W SR EE DD HS THz 7SV A DBZHNR TR, BETOBMLIZ I 2R THLZ &
EEMT TS,

O (degree)

=
5}
]

90

B
1 0 7th 5th 7+ —VER

145 MIR 7SV ADRNZFHAS S E & D 5, 6 Ik, TIRE I ORI, AFEIR &
PRI THZ 7SV AR L CORREE 1 & L THBE L TW5, 6 RiE TR 58 E 13 i KR
Z1&LTHBIELTWD,
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4.3.4 RO NIV ZHE SRR AT

777z (BEOMOWL D00 ED Tk, EEYE MIR 2LV Z2 O 0 IZkEH
@Yt MIR 7SV AZ WD & @ OMENERIND Z LN TS [15], 20D
HROA N =X LE EBIZHBLNTT D722, MIR 7OV AR EON/ AW B A [Blis X
HT MIR 7V ZDFEMRAZ S, RO E LT 7 RO MRE 2 ]IE LT,
X 46 ([2FEBrt v N7 v T ERT, BREELO x KO DIEEE E. y RO OEEEY E, & E
#T 5, HHEE e =E, /| EcEEHRT D, & e DEIZOWT, RIEFEMH ORI x fhlZF
ITIZ72 2 X 91T, MAEERDETON 20 EM AT L7, MIR 7V 2 DT — % B
X _NTD e T 21 GW/em2 TH o7, £72. HHWMOFNZTIA ¥ —2Y v K (WG) 1R
FeMR 2 GRE L, S S5 @ a0k « WmE B R ERY O e IR ERE Lz Gt d
LESE—VWMEL L L [, TRT) |

EMHRL XA

B4 46  F5MRE MIR Jibtt D56 O THz 2538 HHG JlEIZEH L7z FE Rt > 8T v 7,

47 EXNZIE, THz SV AL D EHFR LB LN RZRLTWS, Z 27T, L
(DT —4) 1%, MIR MO E & HIC2ERICEFRD T 5 %825/ LT
Do — i I, GRODOT—4) [ Ze=03FTICE—2 %R, e=0 TIXLIZLEV HED
288, THz R 7 H 0 THOLNRR (K47 TR) TiE, e =030 LoE—2 7
MRV INEL 2o TNDZ ENHD (F—2IFHK I Tnd) o X 43b 1277 &
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T, BEOR E T OSSR X THz i l2 k- T+ 5720, Bk Enr- LEc
B9 2 Z OFERIE, e = 031285 LOKX 7 THz SBRLIRERD 23, ¢ = 0128152 I
D7 THZ B RERD LV b REVWZ A2 RL TS,

2.0
7th THz off : 0 MV/cm
1.5] m-
1.0 -/,
2 05
5 mp|
e‘ 0.0 | = D‘ a
< 20
T THz on : 0.25 MV/cm
c 1.5
)
£ 1.0
0.5
D L3
0.0- o5 a a0

0.0 0.2 0.4 0.6
Ellipticity €
47 TRETRRED 2 S ORI (L (8L L () O THz L RIS L5 %R L
(ERYEH 0 (FERYOFEMSREFENME, MIR 2OV A DR/ ST —H 1L 21 GW/em?> TH Y | ¢
=0 DL EIX(EY, Ey) = (4.0 MV/em, 0.0 MV/em), ¢ = 0.38 D55 1X(3.7 MV/em, 1.4 MV/cm) D
B YE T 5,

435 T T~ )L )L AR KT

THz %A BOR F TR R E D O A B = X AEHLINIT 572012, e = 038 DFAHD
7 WS TR IRE O THz BERFEMEAZHIE Lz, ¢ = 038 Z3BADIEX, ZOMHETIE 7RE
P D x B PFEERIZR 06 THD (K 47) , MIR B/ NT —#E1T 21 GW/em?
IZEE L, THz 7SV A DR KESRIEIL 0 ~ 0.4 MV/em O#iJH CTEL 872, X 48 1%,
7R E AR TRE DY Etzmax = 0.027 MV/em BREE T-ETH Y . D%, THz BHIRIEA
MT I HONTHEFAEAD T 252 EE2R LTS, Ertgma = 0.027 MV/iem D73V AT, K
900 K OEFIREIZ/RD EE 2 HD [98],
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THz field Etiz (MV/cm)

0.01 01 02 04
1.0 7th
® 0.8/
c
=}
g 06
s
X 04/
0.2/ MIR:£=0.38

10" 10° 107 10"
THz intensity /., (GW/cm)

X 48 FEHWYE MIR bt (e =0.38) 2 HWTHE LT 7R EFAFEIRE D y p%53 D THz /3
U — AR M, THz 7NV A7 U TR LIRS X LTS L L T 5,

43.6 EHIRFE & SRR R

7572 ® HHG TlE, Nv REER & Ny RNEBORANEETHL Z L N5
NTWD [45], X 49 1ITRT L DI, WHTOEBOMAEHOEORREL LTAKEND &S
TR IX, SEIERETREZNLTCERIND HREOMTHDL EBEL LD, Fii
HI72BFZEIC L 0, 2 FEOBEBNELOELWIZERT 5y FIZIE, ThEh x iy s
y 5y ICk o THREINDIELA, k ZHICBIT 530 REER &Ny RNERBIZOWT
RIEEDEBRE DA NFOND Z ENRINTEY, BoNToMN L ERDHI LT,
K VIR RAEE DRSO, HHG b L35 2 ERRS TV D [88], I ORI,
HHG IZB 1 2% & TREOFGVPMEHER ¢ ITEKGFETHZ EE27mBLT05, LLN T,
T 72 HDORy NREFNEOLICLTINLOERBZMHEI L, 2RIk > TH
BRGSO EZ KT IOV TiEm T Do
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INY FRE

EA /
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1 E1%

N

X 49 75372 DF 4Ty 7 a—rb MIR VAL L > CEBREI SN AEFOIFEX
F B REOK,

AN

O = =2 N
oo oo
! ! !

o
o

T T

T, : 7000 K
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o - 2N
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O B
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Ellipticity &€

50 a. 0.4 MV/em OB — 7 ELRZ2F> THz 2V A L O EERICBIT A7 577 20D
X v U TIREORMKFEEOFER R, THz B0 — 7 ORZZEMESE L Tn5,

BRED LRI sk OEmMREBENEHIND Z Lz, B~ A Z =T
EROCTHERINCEIE Lc, £, 7 R&ETHBORE OFFHRIKFEDEFHRE T. &£ LD X
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BB L TWENnEflT, 2B, WFTRT VT 7 2 2B 5 &l ke oG
ﬁﬁ IFWKRFFHEARFN R ¥ — OERBERICFHAETE W, BRI FiEIL X
ik [88,100,101ICFEIR SN T WD, 7T 7 = » OIRERAED D . Ettzmex = 0.12 MV/em O
THz »“"VAZRWD & Te 28 7000 K £ TEATHZEDRINTNDH[98], £Z T, Te
=300 K & 7000 K OF5HREAAEEFE Lz, K50 13 OfERE2/RLTW5, LT MIR
FEHFR OB & & BICHFFIZEADT 523, Lide=03fHIlce—7 285, TOMKHED
Lixe=0TODLEY HE B2 72D, T.=300K & 7000K O [, OFERE 42 &, #%
FTIELOE—IRELL/NSWNWT ERNghD, TV 47 T S 7= 25 E R & [F
CAHIACTH Y . FEHRIKFEOZLORIFENE T ORSHICBEBRL TS Z L2 RLT
W5,

A CFHEFNEICIESWT, 6= 0.38 TO 7 REREIRE OB (IRERFYE G FHE LT,
X STIC/RTRERIT, RENED LIt 5 EHRE(= 900 K)Z 5D T, X 48 THEERMIC
B STz THz U —E AR Z EMERICHBLL TV D, 2o OFERIL, THz g
2 K DA EIRGRE DD EF OB OEITER T D Z LA RELTND,

10| 7th

0.8-
0.6+
0.4-
0.2
0.0

Intensity (arb. units)

MIR : €=0.38
2 3 456

10
Electron temperature T (1000 K)

2 3 456

X 51 £=0380D7 77O 7TREGFRWEOEEDEFREKGEEZ &~ AX—FHEX
DFEEZHNTEHELZ O, EiEOEE L, T. =300 K 2B 5 5E CHE{L SN T
W5,

B DEG AT DAL 2 HHG il T 2 O Wi T 5, 2k —L |k
2%y VT (B IXBC AT L72FE ) Y HHG 2 &IET 20X, LT o YEiE HHG
FEERORE RN SHEM TE %, ZnO @ HHG IZBIT A28 [102] Tldk, WY -« 7oy ¥
TN D REERB OISR Eim ST Y, MoS: & ALOs @ HHG (23 % 2 DOHf
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ZETIE, B O FNHGEL (B - L) 235 S 41TV 5 [103,104], IR ES-IC
iéﬁﬁ%@%m%%ﬁbtw&b@ﬁmﬁﬁﬂ\%%%Kﬁwémk@ﬁ%ﬁﬁbf
W5HZ EMND, THz 7V A K AP BOR i i OIX ik, N REEB DO/ xT Y -
Tayx o SICERTLEZEZ BN,

BFOBLGAMIZHONWT, EFIRE T. LEFOLEAROBERNLERT D, FieD 7 =
N T AT IR TEFOTRAX—EDREKE L THAEE frpailik TE 5,

[EnN

frp = - 3D
eksTe + 1
ZIZT, piHMEFRT v v, ks lIRVY U ERTH D, K 5212, e 7%
T DERNVTX—D /N REERBIZRHINT 2 E M OIEHA L — feppZE IRE DR
BTy bLEEbOERT, 72720, u=0& L7, FESAHFRIL 2000 K HITETiE 1 T,
S Z OB FEMNA~OBBICXILTNT Y - TayXr TOEENRN LERLTH
%73, 2000 K LAREOFE FIRE CIEHEMRBD T, Zhud7 ey ZOBRBEKRT 52
EERRLTVWD, BFREX THZREIZXIG L, 71 v ¥ 7 O KIE HHG O IZ-D
RDHOT, M 48 THUH = Av7z mn I R AL O THz 58 EE IS b3 2 BIERI e 48 2 F i
TRV X—WENOIEEFRNOLHMETHZ LN TE S, 72720, EEEO HHG 2B\ T,
LV DO NN FEEE L AN RNER &L OHASDE THRET I HRELEEN TS
@fm%‘mfb%7t% DTN —YEN O EHRDO I THz TRERNE &2 ES
L TiEienz HETD, XYy T VAREFEEEZFRSV T 7 = BV T
Hhﬁﬁm%®@%ﬁ_ D, BN R AF—ENOEERPRELI R, TryF
T OHPIZ L > T HHG BB Z LT WVWEEZHBNRD, EBRICE eV O FE Y v
7% FFOYER T O THz 2270 HHG FEBR O BT R KA E Tl ar BRIkt 2 BVt o 52
BITR o Ok [95]. M2ERL
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0.70 : , : .
0 2 4 6 8 10

Electron temperature T (1000 K)

X 52 E = 3.5hwollxfIind D= X —HENOIEEFROEHRERFNE, 22 Tu=0
L,

F& PR OGS IS FER S OB E N K E AT HREICONWTELET D, 77
T7rxrOBRE T.ZEELTCEZLD L, 3UL, T4 7 v 7 SITEVEERRED 5
AHEENKREL 2D, ZO/RE, TO LD RRE~DO /N REER ORRILA LV BEEIC
RHZEHERL TS, K49 IRLTERRA 2EFRIEDO I H, 2 b DR 3 LF—
Wha~D N REER A RBT 5 HHG I, TR/ X —IREE~D /N FRER &8
% HHG £V HESAIZ L - THfl &5, FERREE MIR b T Tk, THz BIRIC X 25
R BRE L, AN FEIEBOIHNIEMFEE MIR i & TRV 25, L
Mo T, EARYE MIR B2 T ¢ HHG B FE & bele U C, 5 MIR b N T HHG
W TR, KL F—RE~D N FREBNS LIV EEIIRD, 202 &iE, Eox
X —IRE~DO N FEER 2 BRI, fMIFELE MIR il L2777 200
HHGHRDER THH Z LA EKR L TWD,

Fo, TN IZ XA —u N O TRWGAE, 72V HEY EOZ R —HEN~D
Ny NHEBITEFIRE LA XTIl —F T, 747y 7 8nb7 /L IH
EFTOTRNNX RN A~DERIT, REBEAROKTNOT LAHEBIND WML D
%o CVD TIERIENTZ /T 7 = 2B 5 7 /LI HIEL 70 meV THDHZ ENHE IR
TEBY 98], 7=2VIHEIY FOZRAF—HENTOXF v v 7 XX —(|2u =
140 meVXE D /N &V, ZHUE, AEIOE MIR Y0 1 614D /0¥ — (280 meV) &
HRTREL< N FHBB~ORBENERTE5LEX 6D,
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437 TS L R BRI

777 =2 INEOEREIRED MIR EHEAELZRET 52 LIk > T, Kz xr¥F
—RE~DO AN FHEERZ I LIo@mRE T2 BT L - THEMIZIH S b 2
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fhme LT, Hxl1L7 77 = 12817 5 THz S T CTo MIR b HHG %%ﬂbf%ﬁ{ﬁu
L7z, THz 7L A TAE IR @i & BB SR L CRR D EE 52 JiE Iz
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B A G E R, EHELE MIR Bift & T HHG I > THETHY, b
OREEEDS, ¥R MIR b T HHG KO THD Ennd, T LT, b0
BRI, BEAREEZ R D 28 TR S, HHG ¥ KD THz 12 K 2 303/ 7240
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