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SNDIELAMEME AT Z LIk LT,

SRS R OB AIRBHIEICR L TIE, Z ORI FINE Th 5 RfE
K77 AE LI UCREMAR MR Z/R 572010, 2B Fotiks
WA L7, FRC@BRT R+ O&EICE LT, IREMS TS [ B 5kl

Sl
& (Low-pressure differential mobility analyzer: LP-DMA) % F T, RiES®RE] <4
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TeBEAL A DI T R 2 iE 7R KBRS o U = BRI 785 T 2 FlE & T
L7c, LEZFELOTHELSETIE, BT/ RFE22E Lo KERKES ) 2 5
WD 2 Yt BT HAT DV TRER LTz,

BT AEL — Y =T R O R(EERE T T X' IR RICH ST 5
Ti:Sapphire L —# —D%E &2 HW\W5 2 LT, RERE T T XE o HIBHR
HEA TG 2 DB RGE LT, KEKS Y a v ERICEET D8R
W DOEAEREZEASETCHET HZ LT, BT R0 ZITEKE
fims U 3 VIR O IE D, BT R R Z 0 & ZITIXERT kL
TP ONE ARSI NS Z & &2 R Lo, WLEmENE, B LUOOEE
AR ORER L&D, RERMI T 7 XE U HEIBIC Ko TRA L

JEDOEE IS L TnWD Z & 2 ERANZFEH T2 Z L ITiEh L7,
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2 ER

2.1 AHEEES FOEFIRBRIE
2.1.1 B A A E A5

BT MIE LT, HOREIZ L > THRF &2V 0 FOED bt &1
EAFOEH TR NLFT—, HLIWEBH SN EBFAESMZHET 2HDT,
W EEE - B A0 71 (Adiabatic electron affinity: EA,) °7 T A ¥ —H1 D43+ DFARIHD
[ WAL F S BRIR B OIRENMRAE 2 SICA#E T 2 M A 2ol S 42 &2
TE D,

HE A IE DR BRI OBLE N ORT, b EOETFOAEEEL [ LT
L, FHEGFNOA TN D L EOMEFEAL TR TERIND,

AL=0,%1,... +1 2-1)
FAVCZHEBEICEAT 2RRANIRA TR SN D,

AS==1 (2-2)
IBIFA A AL D FREVE 2 AT S BRI TR <, S LA A
fbsiizrf (OB HREIFEN L) EOBEVWERBILIELOTH D,
ZIZTRLIOEA A AMRICB T 2B, IRERA A EHHEFTHD &
W) HEEIZESNWTWD, DF LMD RDIRNBA T EBFNLRDFAE
b3 2R 13 H O BR-EIRANC L o> THEFI S D23, BHEFIZINALD
EIRANZ w72 L O R AEEREL LDV RDB AT UNLEE TV 72, bl
F Wi BE D BR ORI 50+ DI IZ LS THIR D D D\, Z DT A 5

il & 2 Vo FREE R o PR R A AR L, T OME MRS D 2 &S ATHE

17



H D,

ARG TIXAA AU BFHIEEEHNTOER, ZHUREEFSEEE A
AFATHLTHHALIZSDOTHY, B ORE AL L THHERM (ICXT 5
BIORMEZ XL —%2RDODZENTED, AMTUHEFHHIECELD M
D F WA T 1 )L % — (Electron binding energy: Epn) DIRE L, RFIEAD Epy %
ERD TR —hy ONERE L, B 28R OB~ RV F—Ey, 2
ETHIEITEVITR I,

hv = Epin+ Ein (2-3)
Bl 20X, RATRER A2 W e =L — 30 Cl, G T BUBERR |25 o BRI L
FCORERM t ZET A LIZL>TEm RODDHZENTES, £LT,
FHDS B B RDDHZENTE D,

b LRECEm T 272018, RQB3)TRLEEAFTEXEZUTO L 91
WRT D, FI2, KMEFITEHORRIPENGEL, TOH4EEALT
WEB T2 ERET 72D B R x VX — 38 e 5, v, —EHORRD

NEFOBEH T RLFXF—NGELNLITT THoT, DKL N
|
hVZEmev +1, (2-4)

Tz S, 22 LLIE, D4 WVIOHENOEFZBNHT7ZOIChERT X
ANE—=Thb, LEN-T, KEAFOBEHT R LX—2HETEHZ LICLY,
INOLDOTRNF—ZRETE D, HEF AT hUlE, Koopmans DEEE & W
DTl E AL > TR %, ZoEIE, JLEF MBI LERT X LF— 1D, )

HENTEFDEAL T 2 L F—ZF LW BRI = —¢,) &
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WIHIBLDTHD, LA LIZOEEILEEICT &, ZHIELE BB E =
HEEI, BoTWOEFICHEENEZ D W) FELEBEL TVWLIMNLT
R

WRTNEHE ZORIT, MEFIHH S D ERICIRENEIRBIC & 5 v
DIERINDAEENRSGDZETHD, ZOL X HEFHHICHE o R V¥ —

LIS O — 83 IRENpDE IS AV 65 DT,
hv = %mev2 +1,+E (2-5)

EENRTIUL TR B 72\, 7272 U B (3B BB O R IR ORE & b 3 5
DIEDLNTZZ RV X —Th 5, b SN EE O & 3026 U TR % iES)
TANX—=DONEFEELDLOT, HEF AT MVITHMEENECD, Z
DK IICARY MVIZIRBIEE DB S L, B —IREE G E T
(B IZLE D T ORIEREFNC BT 2R b5 2 LR TE 2,

S THEBIATR T2 FRTIE, B FIBER (R E ORERE L F TOEIERFH
t ZHESTHZLICE ST Ein 21372, £ LTHR2-3)D5 Eyin ZRD7Z, FEER

WICHIE SN D ALY MUVTIHEHEETHHDOT, UTFTTInrEL Z L2t 5,

2
E.. :lmv2 :lm(£j (2-6)

Lo _ by L (2-7)
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L%, ZIZ TR TRH&GICEES ZNEFHZ () L L&, =%

X—2 B L LoRE g (B (CEHLT S &

dE;, =g (E kin )dEkin

F(dr= £(0) d;”

kin

g(E,, )= f(t)—t (2-8)

LD, Exn = mLAQP) £V By — /NTt = KEWHIEBND, TFLF—
ZEALE LTCHET S &, EHEBlm X —nEWE 2 A, T Rbb R L
XF—DRENWEZATIE, FEEZHEAE L CHIE LLEFOMBE LD & iEH
SNTCANRT MV 2 e bhDd,

& ZAT, Eon & EHD L=V =% HWIITT X TOEFBMN) 2 RET
LT TIERY, £ TRIZ, AAF EFDIIC B R
DNWTIRAD, AA A ARED D PHRE~OE AR, EBETE—A
bW TRDO XS 12F T D,

1 =(@"(r.0)ulr}@'(r.0)) (2-9)
ZIT, riXETOEEEZ, Q BEOEELZRLTEBY, @ (1) 1 TAAF
e EIEIEL, @ (r,0) IZPHEREOREEEEZ R L TV 5, FEIE
FAZHARTH 1800 fFEHENKZ W DIZ, BT OEIK XA LA — BT
JFAIXIEE A EFL L TWD AT Z &N TE S (Born-Oppenheimer #T1EL) ,
L7eh o T, EEBEEITE - OEENC T 557 ¢ (n,0) &£ O EE) B
THED (0) L DO TERST ZENATREL 2D,

AAAREE D" (r,0) = ¢ (0) x 1y (0) (2-10)
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HPERER © @' (r,0) = ¢ (n0) x 2 (Q) (2-11)
L7 b, X2-10)B LOQ-1D)ZE AW T QR-9)iT

1o =" Q) * " (D) )| ¢°(r,0) % xv" (Q)) (2-12)
ERTIENTE D, ZIT, EFBEEOWRRIT S 2 BRI 2 B9
HE (a2 RusEil)

o =7 M u) ¢ (1) O (O) | v (O)) (2-13)
185 A(2-13)DH 2 H((r” (Q) | v (O) (TRRELEITARAF DAL A L R0
& RMERIRBER O ER W RS T, 7 T v/« a2 K[k +F(Franck-Condon factor) &
FEEI D,

HFAEOMERIL, wZHAIT 20T, EFREEOBMER TR A A R &
REER] T BB O E RV B b K&V, SV UER LEENITVWE Z A
Thbm< s, UbodEFiEbaRzEE 272 LT, ERICBRISh5EE
FAXRT VIR LN DM EIC OV TR D,

X 2-1 \2/bFFE X OV FAZ—AAFy 1 X, EHFMHET TAZ— 1 X, O
KRR T oy VERKZRT, KRE DR GEEND 7 T AL —DRT
VY VTRV X LS R IE 35 Wot) BIRME A O TH 523,
RERHIZ 53 7 OB RS, Mic = f X —%2 L 52 & THHIZR 2 ROLRB~D
AL ATRE L 72 D, TN DBK 2-1 ORT Uy MEXK E AL 4 HET A
7 VORI E R TS, X, OIREEZEERE (vV'=0) 7226 X, OER#Hi
Kig (v'>0) ~DOERIC XV ICEF LB 2RI NT, RIKRLEZRT

TV X — % Wi EVEE - B — R /L % —(Adiabatic electron detachment energy: ADE)
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ERECR, JEA AT MZBW IR b R 2L X — DR E— 27 O
ERVICHISET D, HHRIRIE L AL A RO RZERENIT L A LS LN
BT, AT MAVOTGRBENRE— 7 720 ADE 23R RE D LR RERT D
THRNF—ETHLWBELEMS (EA) (TSI 5, —J7, PERREEICH L
TAA T REDRLEMEN R D5E, BB L PRRE CREZIT
D IRECEER A S AT ME T a— R L 725729 EA, OREIZH
HTHD, ZDOLET ADE, RO LERLIFHT AL F—DRNE—27 DILH
ERDEEA, ELTERT D, £7X(Q-13) L 0 E BRI — A1 A REE
FCRUHEEEZ L o7 ZATROEWVERLZ > TEEZ 5, ZOETBiHER
BAEEEFREEE VY, 0L S ITHEREB - L X — 2 EEE
Bif— % /L — (Vertical electron detachment energy: VDE) & RS, J&EF A
RV ETI, VDEIFEBAET= R ALF —DIRNE—27 D~y FEIZFE LU,

FEIIR T 208, AR TIEWTHhOBAA A B AT MVIZHIEE
MBI AR U7 IREME S S BT D, 20 X9 RGAITIE, X, OREEIK
Kig (v7=0) 756 X, OIRBECIRE (V=0 ~DEBIZHKT HE—2 Z2[FH
ETDHIENFREERDDT, ZOE—2 by TOMHEEWEEFBRS (EA)

ELTCIRE LT,

2.1.2 B A A Aoy R E A
AA T EFCEEBEITH 22 1R L2 L 91, 7T A2 =4k, JtE+

WEHN S5, FEMIE[1ICPT Y, ZZ ClIMEDAZFTT,



7 TAZ—HRETIE, BEERY Yy MEILXV 7 I AZ—%2 A S E D,
BARBIIE, Yo7 Va5 % He T A (5K 120 atm) (S & 0L LR L

2 (#150 us) TREH ATBEZR Even-Lavie #3/V 7 [2] AW C, EZEq 4 7L
& He DIRAH AWM S, WEWRICLH2MEITY 722 —PERSNLD,
Z U CHrBIZ SR B4 O 0 1 OURER R 3 AT 2 SHIKICHY 300 eV OFE F#i %
B L (BEFEEA A1), AT 7 TR =% BRI HET,

7T AL —ERESCAER LTE 7 T A X — IR TRV BT~ &=,
FVABGZ Lo TME SN 5, BRELITE &SI 21778 5 BRIZIE4.2kV &
L, HEFAXT MEZRET S & E1TF-1.5kV ICEE LTz, E Iz aAa
T TAZ—FA T UBRERETISmHY, ZOEMIEED/NS VD)
BNEIC A A RIS EE T 5, ZORERR O (Delay time) ZfE4IZ, 7R
FEZMENZ & T2 b OWNEEANRY MV ETR D, RIFFETIIA AV RHERIC
A7 vaFx /L7 L— b (Micro-channel plate: MCP) % F\ 7=,

BB FIERICOWTHAT 5, AWFZE TR M ARE o 1
F =W B1E VTV D, 2O IR OKARA (KRS 20 mm, &
S 30mm,~0.1T) &K 125ecm OEFRITEITE PNV L A RaA (@K
10°T) TR SN TWD,

7T AR —BAAF X RAMR (Deflector) 3K # L 2 X (Einzel lens)

I E o THERINZN OEFREHERICGEA SN, 205 bEER S
BEDYA XDY T AZ—AAF AL —F — (N&*YAG, A 1064 nm;

1.165eV) ZME L, XEFENBESE 5, TBEL 72 E A IXKARBA DAY —
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BEHZ KV BN RBVIZE DN, TD% Y V) A RaA il K550
ISR S NN LE g (MCP) [ZBET S, ZOXHICLTHRETFOI
EZRLX—GMMEEAL, KE AT ML EHT,

T, VIR —E L ETRIDEHEEARE B X D L, Ea &FF
STENETOREEN ve THDHEE, 7 TAZ—AAFT U OWEEEN va TH
L&, 77 AL —E—L0 L FTHRMTIE, SEEFIZZENLTIL ve — va, ve +va
DEILDHETHHEND Z LD, LEN-T, REMTY 7 AL —HA
Z v DHFER AT TLE D DIT, JeEFOBIERENZIIL Y 3
U, fRE LTHEIERARZ My, b LIEE—I BOHLIZART Fr L
BoNRW, FIT, 7 I AZ—E—L LY —F—nET 5 EEkic
T OWIRIEE 2R E LT, ZHUCL Y, A7 MLOFHERD B L% 50 meV D

OYPRRE A& R L T2,

22 REB LT BEEREEROBEFREBRIE

FHHOBEFIREZIET S FEEI T —7 L RET 2 L OOMBAEDETS
BAFIET D, AFFRTHWEZOIX, Tua—700, BitEET Tk o %E
IHETH D, Ta—TIHERHN TV L OREHEGIXITE & A ER VO EE

MThHo,

2.2.1 85O 40061E  (UPS)
ABHZEEAN 72 L X BB EZBE L s =, oo L X — |2k - THEIKRN
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DEADEZEHRENLL BIZH D 2N ST, BEZERIZKRE SN E SO
TINX—DhEHETHZ LIk, REOBEBFRE, HlohaahiE
WERLICBET 2R A/ 5D TH D, FRITHIEEE LTIV LEZEERS
Y& WD S D& ESNSEE 43Tk (Ultraviolet photoemission spectroscopy: UPS)
EPES, UPS IZBWTIE, BEZEMEML EO =X —(ZHit 5 E1IX0E
R EERNEN. OB THHDOT, ZNEOEHEMICET 2 MANE S
%, UPS It & LT X faeHWie X BYEET0 615 (X-ray photoemission
spectroscopy: XPS) &5 &, BEZEFICHH SN DEFOTRAF =0/
72, JRERAIC KA ICEURRBIENFIRECTH Y, PERTER R E o R

HENL S D WIS A IRRE O 70 81258 L2 HIEE TH 5,

2.2.2 26O OGTA

2 Y+ NEAF5 )61 (Two-photon photoemission spectroscopy: 2PPES) 14844
B s LJRERNZIIR CTH 525, SAEE TN 16T RINTH 5D
XL, 2PN L > OEFREZSI S E T HETH D, BEDLIC
Ti:Sapphire L' —W—72 D7 2 A ML —F—Z2HWIONEETHDH, i
FL—F— SV ZADORBENPRE S 2HFRINZSISERZ LT T2 L,
BIR S LR D RE 21T 72 D IO T D,

ZTC2HFIEFZIUNTBIT 2IEF M T v A HON TR~ S, X 2-3
22 W WRILRE DL 2 % — 5% 77T, 2 FRIUTIZRD 4 DD 7 & AR

b5,
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1. SAEMOE BRI 206F2RIL, SCEFABRHSN D, BHSh
BT OB 2L X — TR O AT,

E, =E+2hv—¢ (E 13HaRRg =1L % —) (2-13)
DS 2 A RIRFIINAC K 2 FRILIR 2 IMFE T D,

2. Y (Pump 36) 12 & 0 I LA ENICE 7 AR S, & SIHHDE (Probe
) T Ko THREFREHEND, i SN & OB = x L ¥ —E (3K
DRZ T2,

Ep =E,+hv—¢ (E ITHEPIRIEE= R L X —, i3I0 (2-12)

AUTFE S AN Z I L7 G 2 YeFfe & R, Wb 2 2 BRI IC &

5 (1+1) HKFRINTH D,

3. HZEEMIV b LIRS 556, MO T ShiZEF7—H
COWMLIIHEBEE, TOREBBMIIICEFPBEHIND, B S /otE
OEE) T L F— (TR DO A7,

E, =E —¢ (E 1THARAE= L —) (2-14)
4. EEEHEMICENIE SNIZE T2, £ ORNCE UIESAEMIZHEIE ST
TCEFNT = VI ENAHEICEM SN DO RNVF—2Z TR, bxro&
FEEGEND 2 O FVF—ifE (7 /b I AL (OB FAERISh
Do INEZXNX—T =V T LS,

KBS, = f A F—hv 2B (bSE T &, HREZX L —DE— 7
BIERQ2-12) LV 2 F 3= (2ahv) V7 b, TROLMEE 2 OEFR

CDY, FREPREZFALF—DOE— 7 fEIFRQ-13) &0 1 FmRrx—%

26



(1ahv) ¥ 7 &, TROLMEE 1 OERIIDOD, EEREZFLF—DE—
JhrE, b L IF=Rx X —7— U RO v — 7 EIER(Q2-14) L 0
ANF =T LR, ZOXDICEEZR S ETEF AT bzl
ETDHEENTNOE—7BED L 72 Tl S - B k% X5
THZLNTE, PRMRIEL 2 EAEMO T XL F —MRIE L 0 D 5 A
WRALDT R F—, FEREL ROEHAEMOT RNV F—Z2MD ZLINTE D,
FIEEAYEMICE L CIE, RROBHE, $7obb1t+H & 2+ RIC
RFZEZ ST THET 5 2 L TEOIEEHEMOFMOEREHDH Z LN TE
D, ZOZ b 2HFHEFHHIEORERFFRE VR D,

T RICEEREI O EEEM A RIE T 5 HiEE LTHWL D WLE
433 (Inverse photoemission spectroscopy: IPES) & bt L CH<, BN EF
EANFT DL~ HIEEFEMIZAD, ZOBTANRLD =R LF—DRNIES

AIREBICERT S L&, mxX—RIFAIZHET 5 =1L X —D )& it

AUy

Do BADHLHIEEAIREIEE T DML, TORBEEZIIKFT 5720,

[

F SIS 6% T AUIHE S AR O B IR EOFRESGL ZENTE
5o LU IPES 1JERBMERN/NS L, MEOREREFMPLEITRD, Tb
Z b E A OWHEHEE) = R VX — A7 D72 D RFED 0.3 eV FRE LR &7
IPES DR ThHHD, BEIHERLS 5 & ZMEMIRIZL Y =R —53
AL VIRTT 2282 %, EEFRICK 2BHEG B L TR T2 2
EMTERY, S ORI K 2HE TRV ey FRERICET 51

WITEZER, ZNHEBREICAND & 20T HEFHICEIC L > THELASE
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NMERETDZ IR0 ARITHD LV D,

2.2.3 KA 50 IS ER
2.2.3.1 PR

X2-4, X2-5|1ZFE At BN 2R, MERBEAKITBEHEZDT v /3 —
THY, TOMXYZO~ =¥ = L —H — (Vacuum GeneratorfEHl) , -BRAEE 1
F VX — M1 4s(Thermo VG Scientific Alpha 110), UV Y& (Thermo electron UV
source) , A A28t (Thermo VG Scientific Ion Gun) 7 & Tk ST\ 5, Hl
ET ¥ AN TRES 2 EF DR DO E L Z T 20 LD ITEEERDOE
AH NV ERNTERLL 7=,

BEOPRRIZRDOEY ThH D, T¥ o/ "—IZ28D280Vs Z—R5+

W T aWHINAERR L, TDONy 7T v T L LT 55 s #—ARgF Ry T ZE
FNZ, BBICA T a— VR T EERELTWD, S OICHEEEEDOREIZT S
e, AFVRTBRIOFZ YT I A= a R T2 Tnd, BT
DR TFAANT YV —=THY, ARERmZGG LW ERRZRIL T D,
EOLRDEEZEDTDIC, VAR bE—F—% T 150°C T8 KLl Ed~—
7 BB AT > T, T ORERBIFEREZZEL 7.5x107" Torr (1.0x107° Pa) & 72

D, REOITITHER DEZE 2 ER LT,

2.2.3.2 ABHMEERT

FBHMEERIE, XYZ0 ~=t 2 L — ¥ —DEICRAB RV A ZT 01T AHZ LT
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117257, RERLVZIIRELS T TR, KEEmR (V_F) , 74T R
MBI D, RVAITERRRE, MEMIIAT LA (SUS3I6L) , 7 o
FAVRNIE T AT UL —2 W, TNENETAIFTHETFICL - T
xS TWD, EledhLy, KFEMRIIENEN Y= a2l —F—D7 1 —
RAN—Z @ L N OERICER SN TR Y, EEZENTL5Z LN TE D,
BRI T 4 T A MIZ X VS00CHRE £ TMEVT 5 2 &3 A[HE T, #EHT
TBIOENAVY EEOREZ 7 v AL« TIVANLVOBENZ LV HFIEL TV 5,
FlMO~v = a2 L — X —2WE LEREREAITE SO Lz, v =t =
L — 4 —DEESEAMAZ IRV L, ZO0NbYICREERZEDOT 2 U —%EA L
7o 72U —O5 IR N F 2 L, BB AT EZ BN Lz,

DFER, MIEREHZOEANIZ LY ERE 100 KE THEIT S Z LIgkEh LT,

2.2.3.3 FRBH S

BIELEENIZRETE RO I, B X OYEERED - DI BRI ZE & L L
T5, BEEZEEHES TICHEZ KKH DRV FITIET 2720121, X8
BN T v o RXR—TREZH O UDEES XL, TIhbMEEEICBEET
E OB N EL L T2 D, AT IR 2R,

FPEZEEFH O — Ry 7 T AT 7 — AT NMIFEEE T )
Ay a— R T THEI &% T D, TOH—EHDOZ —R31 R 7 T10° Torr
BETHL, TN ZEHOZ =R RO 7T THEREZEGZINATND

ICF70D % 2 —7fRF ¥ o —IZBWT, V=7 F7 A7 7— (VG Vacuum
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Generator #18) ikl 2R LEEZ, ¥— h2H®H 5, 10°~107° Torr B3
T2 & ZATEFINEEBNICHE L TET L2 D, RBEMEZFOR Y
N7 4T A DB SNLBVE L, EEXKRE 7 7 vx 7 LikkERm

\CHER B 2 KA T RIEEMEDR N B 5, L7223 o TRUBHRE IR 230 B AR RR oD EE B

HZEG OBz LT,

2.2.3.4 St
2.2.3.4.1 $458

AWFZE CREA L 72284 E0R 13 Thermo Electron Corporation D Ultraviolet Source
ThbH, HHADKELNRICEIEDLLIHIFFINTEY, EiTHel ##
(21.2eV) HTH D, RUIBMITS KV Do TEY, Hel AN Y 72 E 71 TK
DT 2 =TI AT L EENEZ 5, TO®RBENKIO00V ITHERF S,
ZE LTcHe H A DILIGIAF v T U —F 2— 7 0 bl EHI FRS S 41 5 (L2
272 o TS, FEHAEELEF IS EHell OFIGNRKREL 25, ZLT
77 A DFEFEITHeLISMT B Ne, Ar, Xe EHZ < KIS LTHY, Nel # (16.8eV) ,
Arl R (11.7eV) , Xel # (8.44eV) MEMFEET, TAEEZELSEITE
NZHNell # (269eV) , Arll # (30.3eV) , Xell ## (9.58eV) & L TH
WHINLD, RO AR v MEIZL.S mm T, Hel &M L7254 O3 EE1£100
meV (@400 ke/s) TH D, HET DHEIITHRAKTOMATH D0, HET HERIZ

WIS RRER BT A7-032mAE THE L TW5D,
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22342 7= b L —H—

2HANEFORNEN R E L TEALLY = A MY L —H —I%, Coherent
#LDTi:Sapphire H . E— RFEIH 7 = A M L —H—Mira900, I3 X O\FFA RS
RegA 9050 Cd %, Mira900(Z3\\ TlE, Nd:YVO, L —H%— (CoherentVerdi V-5)
DO 2 EmEd (532 nm, 5 W) {2 X - CTi: Sapphire a2 mhike &, WA UL A
L —H =3 CIERE200 fs, #£710-1000 nm, ##V K L76 MHz) ’H1&h 5,
WRZ LS ICITEIHE 2R T 2 0ERH Y, T— Ne v 7 BMRT 7R
WE DT EEZZSE DD IR T 2 0EL S H, FTHNEE
ERIC K-> TAHT T 472 (RT7—ky N ZEANEZLDLERDH Y, KI5
TIE720-810 nm (ZXHi Li2A 7T 4 7 A% ANTND, 20L& &OFEEH X
500mW TH 5,

17V ADTRAF =TT 0] ThHY, LERHIVLFAERERIERIC KV BHE
17729, £F, 2SVRIEERIST 270V AR a @ L, O% AR
(Regenerative amplifier) 23V CNd:YVO, L —— (Coherent Verdi V-10)
2 AP (532 nm, 10 W) |2 X - TTi: Sapphire f&&h & ikt LEIE 217725, %
D% T/ VUV AERMERRICIET Z & THUR00 fs OB/ VA EGDHZ ENTE D,
ZoLE, WIEHOHNTMISW Tho, MIBZITRoT/ L ADH#RD IR L
JE B HE250 kHz 12725,

WEOF ¥ ) 7 L— g SO LS OFEHI S LT, A

s 2 I 22N T 2 o JEE 21T 7 o 72,
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2.2.3.4.3 =R AR RER

AR TIETZ = b ML —PF =TI SN DIEREIHHE @ik, =&
P ZAF 2720, ERAEREZEA LT, T 70 ML —H—DHT
ZMmEE CENT D, 72 b ML=V —DOHNERITIAWHEHIETEEE S
7o, EREEEOMRKAEN e WMmEEL AW, ZLTEELEL—F—
% T RE I 584 (Second-harmonic generation: SHG) fifuiZ@dZ & T, &
TR DSRAET D, I 2 TIXARTORRENE mREIZ e Dbl ik <,
R &5 T m iR ANRAE LTV D, BB = E iR ARTIE Z O D RS A3
TCTHDHDT, 2D DONFZEEFE L Tiude b, £ 2 T2 ORIZTime
plate & PRI DNARMER A @ L, HAR & B SO E A2 D, £
D, R CREER) %@ URGHEZ % A2 T, ZREdaEIsAe
(Third-harmonic generation: THG) f§fhIZi@d, AU XV E=mFlk, 5
AN, FEAP O SFEMRIE LI L—F LD, TO®RE =miAkIcH-
LDWRONEITHIT—ToEEETES LT, ANLERIE =GR
WOH 2RI T2 2 L3 TE 2D, B, HITEEOFHI TR CEK
B L, plRtEsRNERLITUDEZ D Z ENHRD, BRIV 2 IEH
TGRSR LT e & WD LB S 5 28, Ti: Sapphire L —H—D I 7 —
Ty b OHIRY BRR A P2 R fiEII Ry GEAK : 750-879 nm, 55 & ik -
380-440 nm, ZH=/mFHIE : 250-293 nm) . EEASFTLIEEIL, FAENHEL

T ARIEAR DA PRFPIC o S £ - TR Y RER WV &l LTz,
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2.2.3.5 ZHTED

ARIBREEE DO NE T DI DEF TRV F—45hrde & LT, Thermo VG
Scientificth: D B EE 7= R /L X — 3 Hrds Alpha 110 ZEH LT\ 5, NEORK
Az K2-612RT, EEONEZr, EZr &L, RAaEMmRBIC I A&
SMAUNZEENLZEY, T 5 &, MR OEMN AR (r) 1%

nr,

Vr)= —r - )

(2-15)

LD, ZITT, ro [XMHERE O RENN &R DFEBMEOFEETH D, o &

BT A5EF DXL F—E, RAZRLF—) IR TREND,

E,= 0 (2-16)

ST ER DI IRBEAEA (XA Y v MiEZwE LT

(2-17)

b, AFHETOEFDOANRAa OILBY ZEEIZAND &,

wE Lk, (2-18)

AE, =
Aoon 4

ERRD, BOREDT-OITIE2r— K, w— /N, Eg— /NeTiullnz &R
DWDN, w, Ey Z/NSL<T 5 LBEDOR TR D,

FIZHIBRTZ L D1, BB B Syl L ¥ —E, OEFITATED
LU RTHEISH, NAZRAX—E, ETHEIND, Z0LX, LY XDOff

I L OBOHILEY/Ey (2 K > TV SABIARAL T EEN LT D, £z,
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AKX VIELE L RO HE S (SHTEEO AES) TOEFOHEITAXL
SMANZ B 23D, SERADRKE LD, DHasO AR A Y v MESEE STV
H8%6, NQ2-18)THRINDWHSFMDT-DIZ, BHINTZEFOETHAY v

k% LB D 0T TiEZewy, 374bh, SO X —RNRE

@ @1

3
IFEFBRERTNY, RHINDE ORI T 5, ohrasOFEEFFEIZA
FLo XTI Tnd &Nt b,

i L7241 #s Td 5 Alpha 110 FERRE 1= L X — 5 Hras D o fifee % 52
BRIUZRDTHD &, FEPERr=110mm &, JERORMETH D AGE L O
22U v bw=2mm, RATFRLEX—E=1eV LV HXQ2-18)1DHAEA~9ImeV &
o,

Z Z TTi:Sapphire L' —#— D= R /L ¥ —IlF &L Dl 517> TH <, Heisenberg
DA E ML) B REIE ¢ O L —H — L AN FFO T RV X — DO A E MR
AV

sz(_ﬁjl (2-19)

2mc )T
THZ26MD (clIE), ZoXD 6/ UV AMEDHKI 200 fs T 5 Ti:Sapphire L
— " —(Coherent Mira) OARHEEMEMIL 3 meV RO LTz, RiECHEEIZET
TRV F—HIEROFEEE O meV) LV H/hEWOT, JEICITXEEZ X7 X

NI ENRbNnD,

2.3 BIRER L= F 2 R FO/ERL

FH1IETRNCL DI, T/ MEEROYA X, IR EREBITE - THY)
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DEEE R WBRIZH D, ERICHF ST/ EROEREEE I 62023
HIZDITIE, T/ SR EH O U A K& LT D ERICEESED 2
EVPRERETHD EWVA D, TITEHEEITRT /RFZRAEDTDIC, RERK
PR RSB E Sy ik & (Low-pressure differential mobility analyzer: LP-DMA) %
MANT, F 2R & ERDIEEE 2R D DD A X SN IFLF D74

BT RA T FRAET DU AT DRI LT,

2.3.1 [RIEMO RV E RSB B E /oy kil (LP-DMA)

BB R OER GBI~ H 5D, BALFORWaET /K ERO#]
Wb b= =77 b —va AL, 2L, L—%—=T71L—av
RV AT B ) R ORI AIT—IRAIC R E <, HOWT kv (T
RAE<10%) 21525 Z LIIARAETH D, Lo T, BaBoF k2155
TeDITIZAER LT T ) R 2 0k T DA O D FERKEL L 12 D, £DTZDIZ
EFITT VA RORLA DRI AHZN T D & S 2 REMD I E KB B E 5y
AL (Low- pressure differential mobility analyzer: LP-DMA) % £¢f L 7=,

AR SCHR[4,511C @D, Z ZTIIE DAL~ D, X 2-7 IZHEK 2R,
THEHMAME (X 2-7 OIREHR) OBE ST — AT ADEREH— E L& T
MINTHY, AEHFMTIIAGICEEEZ 2T 25 Z &Ik EHESSHNE
nNTWb, M B L—Y—T 7 L —v g UKo TER SN F ki1
MIMASIND &, MBEAMFITERZBICELDNREFAICOE D 6nRR b, ¥—

A AN XD FHAICHLRL NS 2 L2725, fsEhif O & ~DEEN
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EITRL A RIS U TEALT D, T 2R+ OEMRSEHEZHET5Z LIk b,
P OEMEZIFETTXTIMIT DI ENAETHL D, FrET A XDk 1
DIHrZNE O TEIKITIZAY v bR T Z LR TE D,

AAFGECTHVNZ LP-DMA (TR 2 ~ 15 nm B D) ki1 & 5k Al RETdh 5,
FIMEBRL T & kT DT, BEPICT RN LS ABEOA A4 E

fiEA2E=F =95 L TARERZABELL I ENARETH D,
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hv||vDE

A\

>
i B 4 I i e i

2-1 AA A REEB X O HIRRED R T o v ¥ AR, ()R A1 A L IREE &
HPHRIE CHEEN R E S B D56, (b)AA A U RE L& PR EE TREEN X &

A ERICTH D HE,
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JL/AFaAq)
(~10G)

KRR \

o HETFHREEL——

(1000 6) (N YAGL—H—)
| (1064 nm; 1.165 eV) | [

HEFAEER 5 R8—HE

X 2-2 AA A VIEEFyEE
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A S
>
% 2Ahy ---- Final
c Ina Ener
w |KE _ _i 1ahv state pooligg
Evac -
Inter-
mediate
hv state
Ecawm 1 h Vo |
F
EVBM
Initial
state
Case 1 Case 2 Case3 Case4

X 2-3 Hif4 2PPE (Z551F % 4 DO 7 7 A OHKIK, Yo =RV X —1% hy
Ehvy, D2FEHA R LTZ(Z RNV FT =L hvi—hw=4hvTH D), HALEIRE
HEDOE— 7 3T TRV FXF—DZED 2 {524V 7 ~ L(Case 1), FE LA
WEEHKOE—7 13RIV X—DED 1 {E(14hv)> 7  L(Case 2), LA
KARREH RO B — 7 13N F= R X =D L TH v 7 F L7V (Case 3), =%
NF—T7—1 7 (energy pooling) WFEICIHWTIE, HFTRxAF—IZLHT

HEPRIED 2 D= R L F—ITEF A SN D,

40



v=—EalL—4—
—
) it
AIN\3H ‘I%ﬂt;ﬁ
AFH :
%ﬁ%ﬂ# ¥
%@-‘Lﬂhﬁ Hras

o

T LML —H— L
20 or 3m

ks 2R R

2-4 L
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B 2-5 #SAOLEFL, 2 FEFEE (BH)
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AHLX
/
==

26 CEHOBE TR L E— 5T
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He
(2 kPa, ~2 L/min) He

! “ (~5L/min)

o
@° o
Nd:YAG OO‘ ©
(532 nm) e}
~90 mJ/pulse Electric
\30 Hz field

base pressure:107 kPa

exhaust

-
OO

X 2-7 ORESBENE kLR (Differencial mobility analyzer: DMA)
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3=
AV AT =)V OWEVE RN AL
I U NE T E & EREINLEIRGE I K AT
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HIFE AV AT 2=V FOWBEFBN)  AA A EFIEE L HE

ULBEEEIZ K D SR

3R

n WERAY T~ — 1T AR X A A — F (Organic light-emitting diode:
OLED) REMZNE T P A H (Field-effect transistors: FET) ~®DJ5H 7% &,
AREEEROM B L 2 D ARG+ L LTHERZBO TS, 20X
TR RERT B O U 71X (Charge carriers) [Z/RELL TWT, —fRIZH A
AFy (BF) &hoFEAAY (EA) oD, BEM2yiEs LT
N5y 7 (RAEHF) OWEA A {b= /L% — (Adiabatic ionization energy: IP,)
& TENEE 78RN ) (EAL) (ZABEETEL T OB 1% D = 1L — WL 2R 6D 5
IRNTA=H =L R D, TNETr HERAY T~ —DWiEA A bz
F—ICHE L TIKHT COENNEF D NHEREL L OERB R INTET,
ZAUTH L CHBAVE BRI L A EESN T Z e h o le, FriZAHY 27
= =VRDGFICE LTI INE THRE SNFliTRn, €2 TRMETICET
LEA T UHETFNEEZNNT, VI T 2= VR0 5F 75 (K3-1, ©7
= =/ biphenyl: BP, 4 —37 / £'7 = =/l 4-cyanobiphenyl: CNBP, 0-% — 7 = =
) o-terphenyl: o-TP, m- % — 7 = = /)L m-terphenyl: m-TP, p- % — 7 = =)L
p-terphenyl: p-TP, p-7 + — % — 7 = =)L p-quarterphenyl: p-QP, 1,3,5- FV 7 = =)L
~ ¥ 2 1,3,5-triphenylbenzen: TPB) (2% L C&EFBIFN /) 2 FEBRAYICHE LT,

FEENBBIEIC L 2 HREIR LD TIT R T,

46



3.2 ERTGE

Yo TNRNT =87 = =V EERE R ERR TR 258
Even-Lavie /L7 DA I = X AERTEDICE Y FLi, By FLicE 7 ==/b
T MF SN T ISR H B —H —1Z K 5T 100-270°C 2L L, He # A

(FEEE 99.9999%) HHIH o T INAKRAIRAS T, Yo 7 VERKIIEA LT He
¥y U T H A& UIER 50 atm TELZEH (~ 5x10 ° Torr) ~WiEIFaR S W7z, ~
T NOREIPEOLE (~2 mm) TEFEIC L DEFEEA 4 AL E2TR>TE
T2V TR = RS, AL T A S —AA F 131500 V T
A L TOF-MS THEEEJIL, A X@RINTcFAE L2 DT TAL—AAF I
L CEEFIEE L — Y —Z2 B L, M Sl oE#) = %L — 2 i
R[N PNVIBEF XN F =i THET 22 LIk, HOY A XD >

=AY T AL —DNET ALY PR, AR TIE N YAG L—H—
DHAWE (1064 nm, 1.165 eV) Z N TEBEF B 2T o7, F-hiltL —V
—Z W D ERNZ—REIIE O & & &3 &2 1750 V. OsEE 2 HNS
HT LIRS TI TAY —Z W L CHIEZITR > T2,

BT 2=V OgALRL LI, p-¥—7 = =)V (B E LS4 % 130- 200°C
(ML T Even-Lavie 7NV 7 58 5-80 atm DAV M L TELZE H~ 24
ks, BIEBEA T MLV 7 TRAZ—B A F U ZERIETZ, 1500V
THH#E L TOF-MS THEER L%, BROY A XD p-F—T ==V 7 T AR

(CEE T L — Y — 2RI LB AT brzefie, Bl —H—
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Nd*":YAG L —H—DEAM (1064 nm, 1.165eV) TH Y, BiffL —3 —% BH
T D EANI—REAYTINED & & L Tim &2 1750 V OFBELZRIINT 5 Z &1

Ko Tor FAEZ—%WH L THEZEIT/RoTg0-F—T7 ==/, m-¥—7 ==L,
p-7 A —H4—7 =)L (ENZH Aldrich #H), 13,5~V 7 2=~ Er,
VT T == 0 (R ENER LA I OWTH RIROFERZ1T R o7,
HBLOMBMNRE X, 0-# — 7 = =/L1E 150-200°C, m-% — 7 = = /L% 180-210°C,
p-7 F—H—7 =/ 3~300°C, 1,3,5-F VU 7 ==L P1H200°C FifL, v
T BT 2= UF 100°C Fitk & L, BiEEL—Y —139 T N YAG L—HF—
DA (1064 nm, 1.165eV) TH Y, Bl L — —Z BE T HERNZ 1750V O

EIELFINT 5 2 LIk o Ts 5 A5 — %W L CHIE %4772 > 7.

3IMRBLUBE
331 7 == /VAA T DNEFHHN

BT = VHEEROAA F 01X, REREEZEZTY, /7 AVENRIZE fF
TThre—F—DREEZERT-VTDRE, 7T AZ—DENFM 2R S
HTHBH SN0 oTe, ZOZ LB ET = =55+ OWEVE BT (EA,)
FADETHL EEZIOND, ZNETCEFMERMIEICE > THLNTE
(0.130£0.02 eV) [2] RHEFRFIA CHEHB INZME (0.021eV) [3] 72 ENHE S
NTW5, SREEY == VHBEROE M2« 25571k LT, 7=
SNV EBIKOBA G U HEF AT MDD HEBEEROE TR E WAL 5

EEBRA L, E7 2=V ZBIRKAA G ONE AT MAVEK 32 1TRT,
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PRI XL ZE N 2 FEHE L L= REIE 1 L 0 T OFEZ XX —Th v, fithhx
EERETH D, BRI FREBER D DT AT M TH] OF
FTHIMNERET D ENE LD, AL 4O &KL Pk &EROMIC
T LA EBEDENR RV ERET D L, RIEAET XX —E— 7l 5 W
BELBMNEZRETE D, ZOLIICLTE T ==V BROKEE B
J1% 013 eV ERE LT,

I CHEROWEE RO RME D FIZonTihR5, —Kic ZEEK
MAAF N IRoTe b &, =D FIZREEFDRTELL L TRASA A aT %
AL, b0 DD TR LFBEIm T LTRaA T a7 2 2EbT 5,
ZOWE, A REINCES R & B A REOREDIRIEFRRE T
HHIEEERLTWD, RERYA ROBEEFBRERRILKETHL T T7X L
[4], 7 FTEU[S], ELUOlCBWNTDH, FEROIEIC L RFIETORE
LB DZ ENmEESNTEY, WIhb B & B EROWNEE -8 )
(b L <IFEEMBET R LT —) OEETHK 03 eV L72>TWD, FEROE
B =) VIZEATIUE, ARG OLNEE T = =0 T RIROWIEVE FHR 0
5, HEBROWAE FHMAE-0.17 eV &AL b, 2 OfERITASE
BT - 2Bt (Gaussian 98 71 7' T A[7] 12 X B BEEPLEESGHA,
FHE YA B3LYP, JEJEBISUL 6-31+G*[3] ) 1T & - TR B ALz WigE - Bifn
71-0.18 eV & XWn—FE R LT,

RBE 7 2=V ZBIKONEF AT MVET AR TTa R 2—

g LIERER (32 #28R), 016 eV O R AX—[lE T — 27 BNfFEL T
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WBHEHIEICTE S, ZOZRAF—IHFHEORBERIZBEWNWT T == VERAE DR
< C-C FEBDOMAERENEBBUANY T 5720, ZORIMMANE AT MLIZ

gLy aryE LTHEHNEZELOE WL,

3320-7—7 == VAL T U DONEF

0-%—7 = Z)VHERDBAA F UL, BT ==V EFARRIZ Y T A X —DERKS
HEEsEThLBH SN erolz, TDOT N 0-%—7 = =)V 1- D WiEl
BIHMNTACETHL EEZXBND,

FITETZ 2=V ERIBRIC 0-# — 7 = =)V " BIKORBE AT MV ERIE
THIET, ZOMERMO DL L LT, o-#—7 ==V BIROAA AN
B AT ML (M3-3) OFBIKRZIAVLF MO —TEND, 0o —T x=
NV BAROWMEVE BRI 028 eV EIRE LT, & LTHRIZE LR Uik
TR L EROWENVE B DR 03 eV L LD L, o-F—T = VHE
ROWIEVE T BIF17113-0.02eV & RFED Bz,

FT ALY TR S TZHRFENORO bz 0-% — 7 = = )VEEROHiEk
BHMNTX0.003eV THDHD, BEDORMNLIFIEO THD &bl 7z,

B o-H—T 2=V T BIKOBAF U NE AT MVEE T = =L T ER
DAAF B F AT MVITHRTERAXZ M THLZ LD, Zhix
S, S FROKRTE R X —DIREIE— FOREICIN 2, BEEROFEEIZ X
HHDEBR LT, EBE2ODOTMED o-% — 7 = = )VoF b7 HEAHEEIC

XTI X —HEHE LTEIEDN 2 25 5 L HE SN TV S[9],
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333m-Z—7 = =)VAA T OIE T

m-#—7 = =)VEBIROAA T ATBRI S 72 b 0D, 1D THRE D /NS )
ST, FDIW 0-F—7 = =)L L [RARRIC . EEROWEVE FBA N H RS 5
Zlllleo m A —7 2= )V BIEOAAL T UNEF AT L (K3-4) O
BN AT O E— T END, m-H—T = =)V BIKOWEE TS
1£028eV EE LT,
FOEREHEEROMEVE BN D%EE 03 eV & L THEROWEE -
HMDaREG DL, m-%—7 = = )VHEEROMEE B 113-0.02 eV &7
B ETBDLETUT RS THERHENLRO LIz m-¥ — 7 = = VHEEKOW
BVEABI)130.063 eV TH D, HEERDDTNLRNOBHISNTEI ENEE
FHEANIEEZZ NN, BEOENGIZIEO THdH EELINS,

BB m-F—7 =)V EEROAA T U NEF AR MV ET T AR TT A
RNV a—vardbe, 016eV DX AF -l T —27nNAbh, 7=/

BRAE D7 < C-C iRt — FBRIICHEKT LIV n s Ly g EEELT,

334 p- 4 —7 = =)VEA F U OB

p-Z—7 = = )VAA T ATHEEERN D AERR LT To ), IEOKENE B ) % FF
DT ENbnD, K352 p-F—T 2= VAL T DOHREF AT MVERT,
FAHT F X —280.39 £ 0.01 eV D& Z AR LIBEDOKE WL E—7 23V

WENTz, ZOE—7138A 4 OILERIE (D)) 76 PO REEIREE (S))
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~OBEBFBBECHR L TND EEZ B, AAf A & HEORE) AR O
BETHLEEZLND, LIRS T, p-H—7 = = V4 DOWEE B %
039+£0.01eV EWRE LT,

FloADLETUT R 2 st E N ORD BT p-F — 7 = = )VEBRDWrEL
BT 033eV THY, EREL LV —EERLT,

R p-H—T 2= VAL T ORBEF AT MV ET U A TT a R Y
2—Yard 5L, 016eV ORETRIEENHNATND ZENET-2E D &D
Wb, T EELZ L > THIE SN p-#—7 = =)V 10O 7 = = VER[F]
1D C-C FEE DMMEHREI10]°% FEPLREEIEIC LV sKRD b7z R C-C i
DOFER[11] LMD TN Z & D, B SN ZIREIEIE T C-C RS &R 8
L7z, 7 = =/VEH C-C MfEIREIN R 65 Z &1F, 20 C-C fiaiclhiknz
SHHLTWD p-H—T =)L 10 LUMO I[ZRFIEBFNEAINTND D

EHRIER LT A,

335 135-FU 7= AR_RUPUAAL AU DONREFSN

1,3,5- 8 U 7 2 =V _RUB U B A AT BERN D AR L2720, EOREE
TR ERFOZ ERNbns, K3-615135-h) 7= A_XVBUAALF D
B AT MATHD, 030£0.02eV D& ZAIZE—7 BBlS Nz, kO
MR E —Z TR THERN /NI N 006, Ry Ny ROME B—REROFTE
WZEDbDTHLAREENH LD, XERESL/ LT BEAWT 2 LINET 5 F

TOWMZEZ D708, AA TV EOBHIZEEL TH 030+0.02eV DB —7
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FEH S, FOROE—7 LOBELL LB Lo Linh, AL 4
DILJERIRAE (Do) 226 PYEDILRIRTE (Sp) ~DERBIZHKTLIE—27THD
LEZ NS, MR FOEEET L X 107 ~ 102 eV BETH D DITH
LT, ABFETHWIASE DO = 3L X —MFEEIL 50 meV TH D &b, &HF
iEEE ) B R EE R 2 Y A7 bV ETHBET 5 Z L IR ATRE

Thbd, LIEN-T, BEFHEERRICZKT 2ERER 4 2 2 ClEEErgIc S5
T5&, IREBOT oLy g bR BRI LF—IZBAI SN TWD
B — 7 PIRENERER OBBICHY T2 Ex 615, LEER-T, 030 +
0.02 eV IZHEHIENTWAH E—7 % S |neutral, v’ = 0) < Dy |anion, v” = 0) D
BLImBE L, 2LV 135-b) 7 2= _UP U OWBNE B /1% 030 +
0.02eV ERE LT,

FlAbE TR o ENORD LN 135- M) T == B
HBROWEEFBX0.19eV TH D, ZORRITTHS AL A 0F
DETRLX—DETH->T, ErgBfHm L F—IFZEL TRV, Kb
ERECHIEVE TR 1 &2 RO D T-0lz, Hiss+, A4 FraTrEnthict
HAIRBI = XL X —2MIE L, 5 & ZOMEIC X > THRLNBEE TS
A% 036eV L7200, LEREE LWV —HZRLE,

B 135-M) 7 2= R BUDBEA F UHEE T AT FMVITIEMKE G
DE=7 PN ONBIISNTND, TOANT MUH L TE =7 DT R
F—lE%Z 017eV & LT, AVABRBTTav R a—Tar LAl n—

HER LT, 22X —lgE L CHEALZ017eV (T4 I 7 2= VS5 FD7 =
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=VEED C-C MiEiEEDOE TH 5 0.16 eV[3,9-10] LIEFICITVETH D, LTz
NoT,135- M) 7= ARUBACBNTH 7 = = /VERO C-C HfEH=REN A3
SN TWDEEXbND, 7 ==/VEH C-C RN ROND Z &I, p-
H—7 =)L ERBRICZ O C-C fERICHIBZ < H LTS 1,3,5-F) 7 =

ZNRUB UGS D LUMO ICRFEIEFNEESINTNDZ EEREBLTWD,

33.6 p-7 4 —HF—7 = )VAA T DONEFSNK

p-7 F—H =7 == VAL F U THEED AR LT 720, IEOWEGE 7B
RO LN K 3-TEp-7 +—F—T == VAL L DIEF AN
7 MV TH D, FFTRLF—730.66+0.02eV D& ZAIZE—7 BRI SN,
COE—7 X0 LEmT X — M (0.83 £0.01 eV) ICXVHMEDOKENE—
DEHISNTWD Z Enn, [ KRex X —fllo—271%, Ky b ROHIE
BMEROFEIZE D DO THLRREENRHH P, 13,5-F) 7z =A_EBr o
A ERERC, X ERES VT RN THOIET 2 £ TORMZEL 2 57
E, BA T UFEOBHEZRELTH 0.66+0.02eV OE—7 FBHI S, TDOWR
DE—7 EOMELLE LT b, AT OREKIKEE (D) 7
O HPEDIEEIREE (S)) ~DERBICHKTOIE -7 THLLEZXADND, T K
D p-7 A —F—7 = )LVOWEEFHMIT % 0.66£0.02eV EIRE LT,
FEbETUT R o TmH et E N LR N p-7 4+ —F — 7 = = )LHERD
WrEVE BN 11X 0.61eV TH Y, EREE L —EE R LT,

BB ECHRXZ2o00—72 (0.66+0.02eV & 0.83+£0.01 eV) DT R/LF—
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ZIXBLZ017eV ThDH, ZHUIAV T T ==V FD7 = =/LED C-C {#
MERBENOM T 5 0.16 eV[10,11] EFEFITIEVETH D, LN -T, p-7 +—
H—T 2= NZBNWTH 7 = = VERO C-C fFEENRE S Tnb EE D
N5, 7x=)LEH C-C RN LohsZ &%, p-¥—7 ==/, 1,3,5-F
U7 x2= b _XB L ERBRIZZ O C-C fEAICHINZ < oA LTV D p-7 +—

H—T7 =)D LUMO IZRFIEFREAINTWVWDLZ EEREB LTINS,

337 V7 ) ET7 2= VAL T DNEFHN

VT )BT 2= VAL F TR ERN G AR LT, IEOWEVEFEIR )
EREOZLNDOND, K38IXTT ) BT 2= VAL G DNEF AT FLT
b5, KT FLEF—8072+£001eV DL ZATHELBEDORKE NHVE—
DB ST, D=2 13AA A DIEEREE (Dy) 75 koL IRAE (So)
~OBEBFBBECHR L TS EEZ B, AA A0 & HEORE) AR O
BB THLEEZOND, LIEN->T, VT /BT =Ly OREGE 7B
J1% 0.72£0.01 eV LRE LT, E-EbE TR TEGwREIENORD BN
VT BT = = )VHEEROWEVE 073 eV TH Y, ERREE L —E
s LTz,

REYT )T 2= VAL T ONEFANRT BRI AFETT 2 R
Va—vardde, G-FAXT—MIZ2 o027 BNENLTND I ERbh
D, £79°088 + 0.2 D=7 IR bBEZRALF—MOE—7 L DT R )LF—F

2343 0.16 eV TH D, 7~ HELIZ X » THIE Sz p-HF —7 = = )Ly
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D7 == NVERFE LD C-C FiE OMFERE0]1°FENEEEIC L VRO BN
A C-C HfEIREIOFER[11] & MO TV (0.16 eV) Z &b, B S -IEE)
L C-C fEHIRE & JRE L7z,

£720.78 £ 0.0l eV OE—27 I3 7 J BT = = LFFEEARD IR OFEE[12] % O

Raman OFER[13]005, 7= VEBOEAOTARIILIDIbDEEZLND,

3.4 &

UEXY, ©7x=, 407 /787 2=)b, 0-X—T =)V, m-¥—T =
o, p-B—T =), p-U G —H—T 2=V D T ODLA DOWENE BTN & FE
B (AA A EoE) L EEEHE (REULRENE) 2 ORFHiE L7z,

FFTH 4T /BT 2=, pF—T =), p-U F—H—T =)L,
1,3,5- 8 72 = AR B AT L TE, WEVE B2 A 4 BT
EDDEBERET D2 LI Lz, LEORREZER 31 ITE LT,

Z DFERD BT OIS FMEN DOIE R & 551 I OFE72 UICEEBHIT 5

R L 80 B,
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7 =)

1,3,5-F ) 7 2= _o B

p-7 A —H—T =)

X 3-1 KAV ITT7 == 1
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4->7 )BT = =)

p-#—7 =)l

o-X—7 =)



Intensity [arb. units]

0.0 0.1 0.2 0.3 0.4 0.5 0.6 0.7 0.8 0.9

Electron Binding Energy [eV]

K32 bE7x=)V_BIEOAAFUNEFAT ML
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Intensity [arb. units]

0.0 0.1 0.2 0.3 0.4 0.5 0.6 0.7

Electron Binding Energy [eV]

X 3-3 o-¥—7 =)V _EBEKDBAA I UIHES AT L
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Intensity [arb. units]

0.0 0.1 0.2 0.3 0.4 0.5 0.6 0.7 0.8 0.9

Electron Binding Energy [eV]

B3-4 m-H#—7 = =L RIROBA AL B AT F L
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Intensity [arb. units]

0.0 0.1 0.2 0.3 0.4 0.5 0.6 0.7 0.8 0.9

Electron Binding Energy [eV]

X 3-5 p-¥—7 == )VHBROAA T L HE AT ML
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Intensity [arb. units]

0.0 0.1 0.2 0.3 0.4 0.5 0.6 0.7 0.8 0.9

Electron Binding Energy [eV]

3-6 1,3,5-MNV 7 2= WRUBUVHEBROAA FUEE A AT FL
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Intensity [arb. units]

0.0 0.1 0.2 0.3 0.4 0.5 0.6 0.7 0.8 0.9

Electron Binding Energy [eV]

B 3-7 p-7 4 —4—7 = )VHEEROAA T HE AT ML
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Intensity [arb. units]

0.0 0.1 0.2 0.3 0.4 0.5 0.6 0.7 0.8

Electron Binding Energy [eV]

3-8 4-7 /b7 = /VHEERDOAAL I U NEFAXT ML
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WIEE T Hn ) BrEE T W AR T BN )
(EERE) [eV] (BtEfE) [eV] (Er SREHE) [eV]
EZ =/l ~ —0.17 —0.18 —0.04
4— 7 IEZ =) 0.72 = 0.01 0.73 0.83
0—F—F ~ —0.02 0.003 0.14
m— F—7 =) ~ —0.2 0.063 0.21
p—F—T =) 0.39 +£0.01 0.33 0.45
P i g 0.66 + 0.02 0.61 0.73
1,305 — B WP St 0.30 £ 0.02 0.19 0.36

£31 KFEA4Y I 7 2= AN FOEFBTS
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o 4
2 A7 AT &
KFEK S ) o R DO B AR EE @ﬁfFEﬁ
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FATE 2 WA NEA DA K D KE K U = HAR O E - IRBE D fiE

AKFERGS Y 23 2 H H-Si(111)-(1x1)DOEH B L OV OB N % 25
FHEF DB L > THE LTz, = RNVF—hvz 423 eV 005 490 eV %
T EHE 5 Z & T, 2PPE AT "MUIZENTZ 5 DDOEHH A, B, C, D, E DIFE
BT o0z, hv<d4.6eV TIEE—27 AX7 =)L I (T B & HEHEIZ-1.01 eV DF

HIBTHY, KFZRAF—246eV LD HRENEXITIEIE—7 AT =
JVIHENL Ep D 3.61 eV EOSEMBIEICHR T 2IFEFEMTH D Z L)
2Tz, TOMDOKHEB, C, D 1T/ V7 EALHRTH Y, K E [XEF — EALbiE
WRIZE Db O LIRE Lic, WK, AESMRIE DD 25 O IR A e

22D BV, H-Si(111)3AR DK g & S HEM 2 W) TR Z LTI LTz,

4.1 F

BRI R E L L 72 EAIRBE OB, LTS O Fm R 0w (B B i
DRI E R Rz 52 5, R EEOEFEEOHMIIREICKIT 5 F
YUVTHAFTITRAZETHHETH L, NEHLIWPEEELmOT 0
B AT E LT, KBRS 3 U [H-Si(111)] DK RIS BI T 2 15 3335 i FAk
L7220, A LoV O e R & o T R A LR & RIERIS, R BT
TEXAF VY U —EICL DA TRETH D LW\ eT 7/ uy—L L
TOBLEND HROHNTWD[1], ZAVE TRHERKS Y 2 OEFIRIEICH
T D BRI EERRIN[2-5]3 L OVEBRAVIZ(2, 3, 5-101 8 < T T & /o, B

FLIELIEZ 220550 EFE, J7bb EFEMIC OV TIRIMEE Dtk z,
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EEAENIZ OV TINOLE FotiEZ D GEm S TE Tz, L LRR S
W7 OWERL 2 EMEICIRES 5 2 L 2T TIEAR T2 T, 7o /V IR ORTE
PN LUV WALORERIZ A T 7 AZH LT HZ & B HLERA KT
b, 2HTHFETHYEE QPPE) [NNEFHRIIC HAHENL & IE 5 A N % [FIRE
WZHIERTRE T Do MA TRBIEIEFRIZ BV TIERE, 23V 7 AL OB A-FE N

(BT HEMBGEON D, S BICHEDH 2 BT otikE W UINIAR
BORBR[12]% @ L CTEFX A T I 7 RAZET 2R LELND,

ZOETIL, 2T EMRORNE & &b ICREEMROEEZ 71 —7 9%
2PPE OF % FRET 5, 2PPE T/ u—7 T DR REMEN & L T8
BHERL DN D D, ZHUITHEBRRT v M X > THE SN HEMTH Y, Kl
FtElC TN b8 E2 KIET[12-14], 7o —7IZE T ZHA0TWHILE
F-433¢6 (IPES) (2T, 2PPE (X7 0 — 710 F &2 VTV B 12 g R 4
HIET DI S RREN L <, SGUEN & BAREHEN & D 1)L F—ZE 15
THHAZFXNX—O L —HF =2 OIS RE 28 T 2808 5 5,
BAE £ T8RRI O FG HEN O EBIL Si(100) 2PPE @ 1 {4 L 2x72 w0 [12],
ARF ST H-Si(I)REOHFSEM Z WO TR L, Fb =¥ —(k
T & SR EUEN, & OLEHIE B L, = o HA R EmUEM TR R

LEREIMLETH D &IFE LT,

4.2 E5

U 3 U FRIE Wade & Chidsey D HIE[ISIZ LTcid o TIER L7z, BAKAYIC
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1%, Si(111)3E4% (SEMITEC, 3 X7X 0.3 mm>, n-type, ~0.05 Q cm, <0.5° miscut) % J2
fit 2 (Nacalai tesque, electronic grade)% [ 3 ], 30%ifz{l/k#& /K (Kanto Chemical,
special grade)x 1] OFIETRA L7 =7 FKIZ LD 150°C T 30 0L

L, REOOAEMERET DL & bICRmERIL LD, 2 ORRITALF L
T 18.2 MQ cm Dj##fi/k (A Millipore 4-bowl purification system)iZ L ¥V 37U 72,
FHrNilbEN=2 ) o U HEBRIE 5%0 7 v {k/k FEiB(Morita Chemical, electronic
grade)lZ 3 77, 40% 7 v AbT =7 LK #E(Morita Chemical, electronic grade)
IZ 10 RIES 2, & 2 ORI OBEFIZH-SI(IIDFRBEOE >y NOJRE & 725
DT[15], 7 LT =0 LKEEIZH S U HT VT 2 T A i 99.9999%)
T30 /83— L TP # 2 % L TR W AL PRI D, DT DK D SiFy
<> NHOH, HF 72 & OYIRAETRIIREOT T EICL > ThRESN D, MLz
Bi<7e®, mA&BFEO3¢ EHReEIL 10 LN E LTz,

BRI E X BB 50t (XPS) 36 KOVERI R E (Attenuated total
reflection infrared spectroscopy: ATR-IR) THERR L72[16], Hof&BEFEOT & %217
S TWZRWERICE LTS, XPS TIEHMESY vRITIFE A ERB S -o
2o AT Y 2 kG Si-H Ok ENC k9% &' —2 % ATR-IR TH]
R=ifz—H7T, vV arKkFE Y, vV ar=KFE MO Si-H HHERE O
V=23 S o, Lo T, KEKImLAIEZ Lz Y 2 Kk
X, REOVY 2y 1FEFICH L LEFOKRENFEGL, F7VTHRSE
D& S T2 R H-Si(111)-(1x1) Tdh 5 = & MR S iz,

VL EDFNETKE R T2 SND0, BEEZETF v /3 —~DIEA
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CHEEEL O MERDH D5, FANDA—(EDE) TF R AL A
(ZKRFE RS ) = o B A LR LRI B D A, | v o — I8 A LTz,
B =Ry 1R 7T 107 Torr £ THIW=4, 107 Torr IR ZFEHR LT, W7
Fx N ICHEREME LT, 22 CEHEZEHO T 4T A L ORE T
MAKFEEIHY Y a3 REITHEEE KETT I enbhotcizd, EROBEIHIX
T4 T A M EETHLE,
2PPEIZHVTCN D L—Y = A7 MIMEE 7 = A ML —V— L 55 =&k
BFRAEERN D25, 7V ANE 200 fs, #:0 R LJEEE 76 MHz O®— Ko v 7
Ti:sapphire L —%— (Coherent Mira 900)7> 5% Hiu7=H A5 3 EFH IC A #a
L, 423~490 eV ONFTFRNLF—D L —VP = a5, FEEREZHANT s
Wit e plRiEzEv B2, L—F—J8 mW) IX30 cm OE SO L > X
ZHWT CaF, Bl L C AR 550 CRlBHISE Lz, RITER G I &
NN T OER = 1L F — & L ERAE 7= R L X — g Lo THIE L
2PPE A7 V&G, T RF—0fREE & 2 E R L Cu(111) 2PPE %
X7 MVEREL, WEICHRE SN TODER[]E BT 5 2 & TR o7,

* /-4 43R 2PPE TR & alfis S B EF O A Z2 2 2 TR > 7=,

WEOMESE UPS [S]1& DHEIZ LD, SO AT 3 LREL -7,
A EESERIEIZBWTIE, HMETHELNT- B FOEB =RV X—Ey &0

& EDONEFORMERNOOBMEAO 16, WA

k,=.2mkE, sm0/h (4-1)

ZRAWTHEBOVATR D kyaskdDDH, T2 Tm ITHHETOEETH S,
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Z D, BN DWATRSY ke, fEENCGEF OB = XL F —Eg & & o
THEoh7ry Moxt LT, kX

E., =E,+h’k, /(2m") (4-2)
ERWICHR T > NEATRD &, AEEm* BMMEHN D,

UPS OHIETIE, #AEIRMHe I # : e F =RV F—hv=21.2eV) b 5K
LT 45° D4 FETERANE A AS L, RIEER G MK SO E A+ O EE) = )
N = B T RV — &I LV E LEE T AT PV AT,
INAZFNVFX—T1eV & LT, 7V IWNITEHD X o ZVFEDIEF A

7 MERETHZ & THRE L, EHTIZ-1.00V O X1 7 22 HII L7,

43 EREOEE
4.3.1 H-Si(111)® UPS A7 k)L

4-1 1% H-Si(111) FH D UPS A7 ML Th 5, Fillix Fermi ¥ELLHDH D
TRV F—TH5DH, UPS A7 ML T 7 HO0F M a-g NRLHH, ThHDT xR
NX—ZFHT AR LT 2R a—vavipbEthth-22, 3.1, -5.5,
-7.0,-7.8,-9.4,-11.8 eV (7 = /LI ¥ D) L3KRE D, He H[5], Yasufuku &
[0S & » TG SNZE E TV —8 AR LIz B, Fiffa i3 L7 R0 R LY
(X 4-6 ZF) D6 OEHEER[S], Fi#¥ c X H-Si D o REHEN[10]TH 5 &IFE
L7z,

¥ 4-1 |Z7R L72 UPS A7 MV DIRTZ R F—[IDNLH LAY (-16.96 eV)

PRI NLNX—DH y " AT EIEER, ZOZRKALXF—HIIEF R —%
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L7ZHD (424 V) FEZEEMNITHY TS, HIZETRLF—HTE—7 )%

AN IRDIRA (-0.91 eV) HMlEF-H#F O _Ldm(VBMIT XS %, K& i
U AV HERDA F AL RV F =L VBM D EEHEN F TOTZRLF—7
72DT515+£0.05eV RO BT, WESINTHE[17]E L V—FEzR LT,

Z 2T H-Si(I)DOAEFEREEIZ DWW Tt T <, RO, 7 x/L IR
DT FVFX—(EITERDOEFIZH D& o ZNEONE AT MV ERIET
HZETHY YT L—rar iz, TOE H-Si(111)DOLFHE%IE 4.24 + 0.05
eV &R bhiz, LN ->T, VBMIZZ =/L I L D 091 eV FIZ (Evpm =
Er—091eV), £ LTy FEX ¥ v 7O (1.11 eV [18]) 7> BARER O T i (CBM)
X7 2V IVERL LD 020eV REWRE LT (Ecgm=Er+020eV), 2 HE F &
T 42 TR LT,

UPS 3R & vy, WG ONEF R ZMED DT, EfMR/N REHE
OB 72 U CIEmE 2 KB 5 D13 Ly, L7223 > T UPS OfE R & LR
DOFEFIE, Bk H-Si(111) 132 m 2SRRI T, BARR 2K B s S
FKE R L T2 & ORI AW,

4.3.2 H-Si(111)® 2PPE ZAX7 kv
4.3.2.1 H-Si(111)? 2PPE A2 k)LD t'— 7 [AE

4-3 [T F =RV F—4.23-4.65 eV &AL SH THIE L7z H-Si(111) 2PPE
AT NNV THD, TNEND ALY MIVOREITRT W D IS ERE IR

LTWA X443 IR L2 LD, FRE—2ITIZA B D,EE TR T LT,
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ZITE—Y BOBIZAWERHLDOTT AR a—a ik e —7 B,
CLpl, A7 "D TFT arRl a— a AT\ EORE[SNTHEDNT, (1)
ETCOE—ZEIATABEET7 v FL, QY —ZRIIRZ2D TR F—
IZBWTHRE—& L7,

XT, 2PPE 7t A 2B\ THE— 7 S EEBIREER KD, FESA PRIRE
k7, 73RS ARRBHENZ B 572012, oo — K54
T, K4-413I8—2 A B,C,D,E DNF TR NNF—KFHETH D, EREAIR
M DT OICER /LN E— 7 HEZERTT v Lz, 74 > MERD
HEIXAN1.0 (hv>4.6eV) BLV19 (hv<46eV), B2 12, CH 1.0, D
MLLEIXO0 ERDONT, e FRNF—hv<d6eV DL E, E—7 AL 24hv
TV 7 b THZEND, 7o /VIEMNINDH-1.01 eV OEHFENTH D LIEL
Too —HHAFTZFNVLX—hv>46eVDELE, B—27 AlX14hvTY 7 b T5 2 &
BT 2V IHERND 3.61 eV LOIFEFHENTH D LIFE LT, 74 v MEM
INZZD D 4.6 eV TIL A HEN S OFIE A IE S A UEN & g LT 5,

E—27 B 124hvi 7 b5 L0h, 7o /LI LY 32eV EDIES
AYUENL LR L Te, & DA Ahy DEEEE TITRW A, Zud 7 EBAilsko7-
HEEZOND, RERL ANV RDORNE T Lo L F— 2k
L& 25 L AIRaE & PRIRIEDS IR O BB T MIZ T 5 DT, HE m=AEq,/
Ahv B2 0 1172 BV [19] B Th b,

=27 CEDIFI0OBERILIAVTY 7 b T5DT, 7oL IHM LY ZH

ZH 2.7, 1.9eV RIAETHIEEFHENTHD, E—2 Bl ¥—4
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LIZKF LT 7 b LZpWnWesd, TOMEMITT =L I NS 540eV EOIEER
WL EEZOND, ZNHOWENOIREITHRD 433 THEMIHERT D,

E—27 E £V AN (EE HES = 1L F—fl) ORFEIIK= R ¥ —7
Yy A7 THY, ZOHy MATOBEITNHFTALF—2ZRE LTI
DONTHEAL TV, 2O X9 722883 Si(111)=° Si(100) 72 Efhd U = > Feki
? 2PPE (2B T H 5 5H[20-24],

Z 2T HSi(I)D/NY RRUT 4 U TNZONTIHRRD, N RRUTF 4 T
EnBERICB N T L —HF— T =2 K& 5 L CBMIZE S D E D3
2 DT DFEBAENR T T 5805 Th b, L1725 T 2PPE AT MDD L —H
— N — KPR H 2 LT, RE7 4 MAAT—VZ2RAEHL LN TE
%[20], 0.5-20 mW O TR RAX—T v A 7120.04 eV LT 7 R L
2o T, ARV SIS F—7(68 0.05 Qem) TH L 728, T TIZT =/ 3
BEALIZ CBM 3L LTS EB X BiLD, LTeh-> T, SEAWZEEHZ R

TEANY FRUT o T2 BE D020 LI LT,

4.3.2.2 fROGHAFE

] 4-5 (2K FERIH T Y 2 FER D 2PPE AT R WZ BT DRI IEIEZ R L
oo HFTHRNLFXF—TE—27 ADHRKIZIE U T 423 eV & 4.86 eV A IR LT,
(@)’ 4.86 eV @ p e, (b)AFE s e, (c)2 4.23 eV @ p e, (A)AFE s LT
0%, EROSV T HERLHI DO % > THUIH SN2 BT O pls GRS 5

BREELEIE, 2NV TO pls RIEISKET HIRIURER D 2 O HITIZIE T 5, L
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N LUREEMIZZ OBRICH I E SRV O T, WHRFEEZRAND Z & TF
A O HRNZR I AENL R3SV 7 ENL ORI Z W5 2 LR TE 5,

4-5 TR LT AT VL p, s it E 2 3ulxt LT 37 @ p/s oGkt
T ORI D 2 e THID Z & THM L LT D TH DH[1925], 2D & EE—7
A,B,C,D,E DJEIT 486 eV (2B T 3.4,1.0,1.6,13,09 THY, 423eV (T
BOTIE 3.9,08,1.1,0.9,0.5 & 7o 7=,

FTTITEN LI =7 AIHF TRV F—hv=486 eV D& X7 /L3
WAL 3.61 eV EOIEEHHEN TH DA, p WILITHAT s @t CHREN/N S
K72 TWDLDNDLMND, ZOZ NIV TN T REENMBERTH
HEBZBND, TRV X—hv=423eV DL X I —T AN T =)L I (]
XL CT-1.01 eV O EFHEMHK TH D Ll ~72hy, [FERIZ s G TR /NS
{7poTW5, LIER-T, B—7 AbFRmMEMEHKEEZOLND,

—J, K= HxLF—)486eV, 423eV ELLDE XY, E—7 B,C,D,E
D p/s W3S 2 E I SV 7 O pls fRIEOWIRELD 2 FOITITIE—%K
L7, LER-T, ©—7 B,C,D,EIZ VT HENHRKTHD LB TX 5,

E AT 45 D@)IZ, B—7 A XY bFrEmrrd—flichahey—s
s LT2DS, ZAUTRCRAFED 22 < B 7 HEGL, 382 6H< VBM Th D &

FEABND,

4.3.2.3 455 fi% 2PPE

REEA PR E LN, BGQEFIIAESMBAE TRBEBTE D2 LNE0,
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4-6 [ITK J71m O 4 53 fif 2PPE JITE B3 5728 — 7 A, B, D ORI AT
MOGHTH D, KT RNF—FL435eV & 475eV RN L7z,

435eVICBNTIHE, B—27 AFHBR 72 EEN 02 ARRECHK L, £
MK LTE =27 B, D02 eVRREDZHNH Y, HIEGMH O TIIE —
JIXEK LighoTz, MAT, =27 D250 —7 2R L, (BRELE
E—r 2D ERILLI,)

WA TENX—=N475eVD EXITBNTHE—7 BIZR UZEE 2R Lz, —
FHTE—27 AlX0.1eV INDGAE TR L, WEDOHEK & & bR LTz, (4-1)

IZHDBNWT, 475eVICBITAE—7 ADOENEEZ 49+13m. CEH LT,

433 2PPE, UPS BL UV FHEAIZL BB
4.3.3.1 FKmHENL
4.3.3.1.1 J7t&

WA TRV X—hv<46eVDEEX, =7 A7 = /LI EEMNDH-1.01 eV D
HAEERmMENHRKTH D Z LI T TILk~7EY ThDH, T ZTiESS &R
%, RMEENNREEENHZ R T 2720, FESFRITIKESE (kresolved
local density of states: LDOS) & thifg 9%, Blase 1%, /KFEDED LDOS, HHO
Y aryoEoOLDOS BLOVULZ O DOS (Va1 2/@sy) #FHELTH
%3] TH.T? LDOS TiE VBM DT KL —FEygy (26 L THI-0.1 eV DALEIC
BEAH Y (Evpm=Er— 091 eV XV, 7= /L I NI L TIE-1.0 eV OLE

THD), V7 DDOS EFRWERYNHDH, LIzn->T, SSIFEmILE L IF
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BTE D5, BT > = PHIGITHRE CIIRIIO VY 2 > OBOT IR HME
THO My TR Sipe & py BUEICHEKL, Sip, BLUEIXIFEAEFE LTV
T & EERLTZ[26], E72 K ATO LDOS (2B W T Eypw (2% L THI-0.1 eV
DOALEIZFFEN 72 <, ZAUTAESMROME R L —BT 2,

Schliiter, Cohen %%, H-Si(111)IZFFEREHITH v v T ISR EHENILRVD,
Si-H f5 &7 5 DIFNE LT Si-Si Ny 7 R R (sp IBEZ L TWA Silchd 4
DOFEED D H Si-HEG DR D 3 DOFEED Z L &FT) bR EE
WAL D EHME L TWD[27], L2 -> T, H-Si(11D)IZFRB W TR LR 2348
MSNT=DITZETH D, HIRITIETL W10)FKE ~DKFEWRAEIZ K> TH
SNV T R REidsNy Ry v 7HRIZY 7 B LEmEM E LTHND
&V FERA H-W(110)-(1xD)TH A STV 5H[28],

Wiz Va7 ) IRy RIiZoWCELET 5, HigstE Ly, HE
Si(1D)-(IxDHFRMAIIL T = VI EAIZKT L T-08 eV IZsp X 7 U TRV RIZ
H k3 2 REUEN S B H[27], & LT H-Si(I1)DRIZBNWNTHE 7 U TR R

ETKA TR SN TV D, KFFFBIED H-S1 AR EEIELDT, Zv
70 TRy FEKROIE S REEMITAE N2, ARk, FERGET
RO THIBZR EAREEN S RWVIT TH D, LA T U TR iR
— BRI ST > TV D W) ATREME 2 B E LR ITIE R bRy, D7

2 H-Si(111)E:Hi % 60 43 1x10° Pa @ O, |28 L7=, L L 2PPE 2~ |
VICEE 2B I3 Uo7, ZOFEHRIT H-Si(111) Mz 10° 4rze51c

SHLTHBEI W&V ) B el EDRE BRI YT 5[29], L7z -» T, &
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YU TRy RIEETIRSITWD & fEimft T 7=,

4.3.3.1.2 BB YENL

TTIZHATZ L DI =27 AT F RV F—hy>46eV DL T = /LI HE
frEY 3.6 eV FOIELEFRBENEK TH o, TRAF—EHDO NS AT,
Z OYERL TSR YEN LITRR T X H[12-14], SEBYEAIE, TEOEBMIZHNKT
DEBHRT v v S K o THIE S NI T, BEZEHENL Epe WX 25 F T
F VX —L Rydberg SR2FID X 512 @-3)D L 2 lTrmEN5;

E,=7"/(n+a) Ry, n=1,23, ... (4-3)
EERTIEIZN 1A ELD, a=0DE X E =085eV &7 5, IEEMDMEROES
WERTEFRE o ZRBICHE SN ASVT N RE Y v T ORITKFET
%o MR TIE Z 2

Z=(1/4)(e=1)/(s+1) (4-4)
ENESLK D, T TelIFERTH D,

HFZR VT —hv>46eVDE—7 A ZBHBEMN LIRBET D720 KICHW
HIL TV D Rydberg RINHKD n=1 ZLEEY—2 A DT~ L Lz, H-Si(111)
OB 424 eV THDHDOT, 7 = /LI HEN DD 3.6 eV EOIE LS HHENITE
ZEHENL D DFFET F L F—TERKT L 0.64eV L7205,

Au(111)%X° Si(100)i23 VT, n=1 OEEBRIEIIREIZHE LIV 7 DN R
Ty vy TOIMIALNTWD, TORFETR/LF—[T2PPE TRIE S, BFX

BER72 N E LI285E 2% 06 LTV 5[30], Si(100)DGAT12]1E FEkIZa =0,
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NI DY) arDiFEERe=11.9 3112 XE-HITRA L, BEZZHEMI S O f#HT
FILEF =N 0.61 eV LRDOLINDH, I THEERE E = 0.64 eV L OT LI
H-Si(111)DFEERBNANVT EBF R D00 EBIONDINH7IE0ENZ D,
BEGEN TR A TATI Y O EUCHKT L CHEEBEBTODMm* = 1 moZz i &
EZHNTWD, AESMROE TR L S HSi(11D)D n=1DEFIL49 +
13mZmL, HRHEFLO DR RERMELE o7, FEE, LK LT vh
> F A=/ SAM TIL Au-S A DAERIT X 0 FHEYER OB DA NE & HEN
THLEVWIMENRDH D, ZHIETF AL — FERE TEHERT 3 v LT
(ZHFT D, BRSO LA Z 2720 Th ¥ [32], AMFFED H-Si(111)D 5
AT H Si-H A DA L0 FEROEE BB O CiAO N S, AE RN
MLzboEEZLND,

LR A ESREORER, WHNKRE b LHEGEMBRO Y — 27 8Ek
L7z, ZHUTEEDKRELS D LNV T OFENKREL LY, n=1BHKTD

EWV IR ED Si(100) & —EHT 2R TH H[12],

43313 ¥4 FI7 A

FH LS & SR HEN OB LI T O R V¥ — (hv < 4.6 eV) TEHE—Z7 AD
AT RN T —(KAFEIIEE m =19 2R L, B EOZRLX— (hv > 4.6
eV) TITMHE m=1.0 Z/r L7z, ZAUIREILE SS 76 1% 2 7RI THET
s s 2 &, EBHRENACIIRNE LB TN — BEMAE Lo TAY,

D% 1 EFPRIUT K D OEEF L TS Z EZ R LTS,
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Cu(111)72 £ @ 2PPE TIZILIG= R/L X —DRi[% CTREMEN & BB EM D & b
B S B [33]DITxt LT, AHFZED H-Si(111) TIZILELLF T E ks sS
DIHH, HGLL ETITEGE O LB SN, RO Z & 13 Si(100)D 2PPE
THEMH SN TWBH[12], Kutschera 513 Si(100)i2 W TA MBS (dephasing)
FTRDOBLBDOMFDRESEDREBIT LT VN E WS AN TERm L TR
D[12], ZH & FEERICARIZED H-Si(111)DE—27 A OZFENIR O X 5 IZHH T
ED.on=1 DEMPHA TRV F—hyv=423eV DL X2 LA CBHIE N0
DIX, SS—>n=1~DERIZIHIT HAAEBERIEE (dephasing rate) 732720 /KX
<, n=1 L, WOIFLHFEMITE S NIZS WAL TH D, FHIIH L TOLFT
FIF—hv=486eV D& X (LSS - n=1DBBIT 5T HAABHGERIELE X 72 Y
RELRY,SSOBEBFPIFERLLS n=11IEIND LT hoTcBX b5,
e B SS DV — 7 BB SRV S TH D, Si(111) [19]& Si(001) [25]
ICOWTRBRDFERDFZE DI L o THRESNTEY, b O RITH U
W CTH LBBENITEF BRI TE Dot FoxrF—LU i 5 L AE
BORHENKREL 2D EZEZ LN TWA[I12], 2D I LT 2PPE O 7 7k A

BT 2HEERFEM CTHY, EEOLEZAETERwRMBTTHR,

4.3.3.2 /)L HERT
4.3.3.2.1 H-Si(111)D /N R
PLREGTO Si(111) [19]& Si(001) [25]D 2PPE ORI Liziin > T, 77 ML %

Ny REHENOE LN E W CRET 5, X 4-7 O EHE[34-36]
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MBI LT H-SI(111)DTL Jim (REERIT ) On#h# Th o, VBM &
FEEIZTIUL H-SI(111) DL 7 8 RIFZRZERTO Si(111) &l & A ETR—EH 2
b b,

T TIZIR T2 K D WSARBFSE TRV 2 H-Si(111) Tld VBM (X7 = /L I HEMLM D
091eV F, 97205 Evgu=Er—0.91eV, ThH D, VBM EAERD T CBM &
DAY RE v 7T L1 eV [18]L V9 #1038 5 DT, CBM 1L 7 = /L X #ERL)»
5020eV I, Ecgu=Er+020eV T 5, X 4-7121% IPES DHREBTNC L D%
R &7~ L7z (Free Elec. & KFL L72) . WEBART 2 ¥ /LT VBM 72 H-12.1 eV
& L72[37], 2PPE 7't ZAD#IRHEEA IPES & [ U HHEF & UET UL, #Mm
WERR T B OB EL by 13 0.0-0.4 OFEIRIZHIST 5,

FEIERRTTA1(0 =0°, p=0°, k=0 AYD L 7 HEGLIZEE L Ty 2 1F, Straub 5
D3R L7z Si(111) [38)exfid %, £ Z TIE VBM 75 24 eV B LM 4.15eV |
(Z2ODEENDNDH D EHESNTND, ZHHIEM 47 DA & A ITHHEL,
TL HEA~DORECTHOT N FRLX =N 7 FLTW5, HSi(llI)EH 0<k,
<04 A O#FPFHTI VW —EEZTR LTZ[39],

X 4-7 \ZR LT\ ROBEIRRIC BT, lET 2 = x L F =2 KT %
EREERTOWEENPKREL 2D Z L ICHIET D, LEBn-T, Nr R
ML Z BRI T = R — IR AFMEIC BT D E NI R B RN T &R
b,

Z T 2PPE OFKIRREIZ DWW TR TH <, Skl WY, Ik HHE

FEPT 2 Z EITAATH H[1925], LoxL7ARN 6, Kentsch & 13 -E KD = ¢
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X —N2 KX 10 eV EL T O®HEPA CIIA BE - CIERE RV & FEE L TV 5[40],
Thd z, AR TIIFREDOEME LT, BHHET, BEEKRAY KOG %

ZEL B LT,

43322 v'—7 B,C,D Ol
TNV AL DIRIE ZEIT2 D X 4-T IZIINF = RLF—03423eV D

LA ARERIE Y u A Z RHITRLTZ, B—7 B OEBEZHEO R TR

&

L HIRAE A “Free Elec M —8 T 2, PRMRIEIEATC & LSOT 7 v F972b

HASSITHIG L, $AIREEIIT Y & Ly O 7 T v F AV ICIER ISR, 7T F
AC DZFF—E0C 1O LB LN > T ERT 0T, Hizx
WR—ARIFMEOME XL 1.0 LYW K& D LEZ N, B—7 B OERERITK
JE LTV B[40], F#B O I K- THAE Sz Si(111)-(7x7) ek /v¥—:3.6
eV-4.5¢eV) OFER[19]TIE, HFTRNAF—4.05eV LLETA A" DEB T
FFEHAIRREE L TR SN TEY, AL JVW—FZ/RLTWnD, 51
4-6 | LT2E—7 B OB ORI FATH AT 550 b, AR f# IPES
DFER[S]H L O R RPTIREE FE(LDOS) & L W—F iz /R L= Z &b, B
— 7 BIIA;Y DHAS~DEB LIFE LT,

E—7 C OBBIIN S 2D L ~DOT 7 FAC ERIELTNS, ZOIHES
AHERLIL He H 3% L72 IPES[S]TH. 65 7 = /L IR D 2.6 eV RO HE(L

CLIVW—EAERLTND, 7T FAC O RV X— T REIERIT M OB E

DREL D, bbbl o L ICBAICLERSTTFRTADT, T
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TARNNF RO E T 1.0 TV /NS RD EB2 6N, B —2 C DFERRER
E—H LTS, B =7 COMIRIEIINY D Ly ~D7 7 o F AV I,
ZOAYIE, K47 IR L2 UPS TORM LY (AL Do) E LT 5D,
ZDOEIITEZTN L, E—7 COMKKIEBIZEREFOIMBICHEY DT,
FREV s Do L ~OT T UFAS B LIRS D LT T U F A
EEZDINRYETH D,

E—7 D bR F—IKFEDOMAE 23093 TH D Z LB IS AYERLH
KTHDHEEZLND, FRENIID S 6 LC~D7 7 o FAC Iy, B—
7 C EDEWVTIRREIZH Y, =27 DX Iy 6 LY ~D7 7 F AV, H
KEEZBND, HBIREAY O F L F—13AY LV EKWOT, =7 DDOxF
NF—FE—7 C KVEWEEZXOND, WIREN SRR S 720, [F CHEMRTE
HRD B — 27 35l 2 (ICBLl S % &y 9 #2R 25 Kentsch H[40]IC K-> THESH
TW5, E—7 D OKIRIEE, HHETD, I b LS ~07 7 FAC
EBHNTHEETT D OITEE LV,

FK4-6 IR L2 X9, RETFATHMOBEBRRELRDHIZHNTE—Z
DB RHLEZ LIZonTikRD, ZhUd, T 530 FAY EAS BT
HIZ LIz, HRREEALY 225 D 2 IR & FPRTIREEA S 225 o 1 a0k

SEESNTELOEEZ NS, EBEAY LA ORETEAT I OSHITAE Y

fi UPS & IPES OfER[S1& KV —FHZ/RLTW5D,

43.3.23 v'— 7 E DIFE
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E—7 B 3= —2(izx LTy 7 F Lo Te, ZHUTHIRRERH
kThdrEEZLND, LOLKATITRLEAV RO B, T3 —ict
—7 E OFRIBIZHIET 2 & ONFFE L7V, TOMOATRENE L LT 2.2.2 Tl
ML= =V U IREZ B (K2-3), ZHEHHIREBIZRE N T2
BPHAEHL T Auger BREO X I —HOEFVEML, &9 —D&E
NEDT R —ZZI T BT 5 & 2 ifE Thd 511,410, I A HERLIZ
SNBSS, ZORNCHE CIEEAEMIZHE SN TWIZEFN T =/ I
MAPEICEMESND 3D TRNF—2Z TR, brd EIRERMEND 25D
TARAFALE (7 =L JMEIEYE) (BB Eh D, bLE—2 E R
TRNF—T =Y U TWBICI D b0 LTI, B —7 C 3G T 5 R EE
D, ZOMRGEIZNSNVIENTIEHE U —ikH) T <, RmEN WA
BN TRON D,

B — 7 E MRICARIEED & 2 & R PEGL O ATREVEMER 2, Blld 7]
ML ERET 2, PlAIXm =7 =V U BB NR L7 LR TR E 5 &
BRI, ST N RBHOMKRIEZ SRS ELI0FEEE XD, HiE L
Tsilimis & (2 & o T#E SN/2E T — B BEBRE[42] THIITE 5, B1FR
1 HAIT L o THAEND S BRI SN D, BAYOEFOTRLF—L
HAHE AN FIZAERSNZIELIZ L > TLERSH, ROBFNEDTR/LF—
ZZTMYGEFREHEIND LW ) EENE S — B pERRETH L, Z0
Yity, HEZEREALL Y & RITITREBISHIST 230 7 N RBFEE LR ThH

FXneEHE SN TWB[42], V7 AL 72 DT, WG EIZ 2V &%y
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Thod, bHAALIOLRDLFEMBBREENLETH LN, U DO EhbE—2 E
BB —IEASRICE Db DL IRE LZ, H-Si(111)H % 1x10° Pa D 0, I
60 75 LTHANRY MUZEER R BN, BRITERRNZ &

Moz,

4.4 fEim

H-Si(111)Z 1 DO F s & SEE UERL S 2 Y+ B0 G K> TIH LT
D, 2MTFHETF AT MVIZHLND EOMOREIT SV 7 83 RInD D&
BLigBIn, NUREEE L IW—8E R L, BEEN LD b EoIRE
WZHEME DB S22, ZHUTEF— EAXEIC LD b0 EEZEX NS, 2
KT HEBEFDHORBBIRS OBLES, ZOFFETRH L-REILE, §%
NI 72 E O REVEN TR EY O FEE ETOREEMKERE T BINCE > CTHE

R TR 5 B,
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Intensity / a.u.

16 12 -8 4 0

Initial State Energy / eV

X4-1 #E{FSEHe-1(21.2 eV) JEIRIC X 5 H-Si(111)D UPS A7 kL (B K EHRR),
WE SN TWDHEN a-g [5,10ICFHD X, AT MUEAT U AR TT a R
22— a3y Uiz (REmIERR) .
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Evacsample N
A = Evacanalyzer
IE
515eV @sample @analyzer
4.24 eV
Ecem K
A
0.20eV
........... LA 4 I 2— -
1.11eV
0.91eV
Evn N YV VvV
H-Si(111
(111) Analyzer
Sample

X 4-2 H-Si(11)FER & B =R —Sam D= 2L X —KX], FER & oHTraso
7 VI ENIT L TWBH,UPS AT R VBM 3091 eV ERD B4,
N RF Y w70 111 eV EHMESINTWDLDT[18], 7 =/LIHEALE VBM,
CBM D= )L X —(LERRPEE D,
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hv

/\4.86 eV

/,\/\ 473 eV

460 eV

Intensity / a.u.

/,\l 4.48 eV

M ) 4.36 eV

4 5 6 7 8 9 10
Final State Energy / eV

X 4-3 423 eV /»5 486 eV O#FPHTHA T RN —2 (LI ETHIEL -
H-Si(111)® 2PPE A7 k)L (p fRt). BhI 7 = /L I ML 2 SEE & Lotk
BT RLX—ThbD,
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A
> 8
()
>
O
8 -
u|7_
Q9
L)
m b
g )
iT i i
T T E S T T T E
5- I I I I I I I |-

42 43 44 45 46 4.7 48 49 5.0
Photon Energy / eV

B 4-4 2PPE 227 FMILICEITHE—2 A, B, C,D, E DT /L X — K71,
VUBRNVIEERMEERL, FERIIT v T4 TEMTHDL, E—7 B,C,D
DNEFOEB = R /LX—ITIFE 1 AhvTY 7 b L (EER), FELHA TTRENEER Sk
THHZEERLTND, LUK L TE—27 AlL4.6eV LLTFD & X EHIER
REFIR(~2 dhvi 7 b, B v 7 10),46eV Ll ED L EIEEGHRRER K TH D,
E—7 B3I f X —IC L6 THRIREH R E B 2 b D (K,
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hv=4.86 eV

'

Intensity / a.u.

(d)

s-pol.

5 6 7 8 9
Final State Energy /eV

X 4-5 YT TR/ F—486eV & 4.23 eV THIE L7= 2PPE A7 KL ORIEIK
7, B —27 A ONLEIXRAICTHEHA L=, (a) 1X 4.86 eV @ p WG, (b) XA s
X, (c) 12423 eV D p i, (d) XA sFHEETHD, (@) &(b) Zikt DL
E—7 AT s WG TIEFITIH, () &(d) DLEETHREET, B—27 Ald L
JHKTIT L, RAEMNTHLEEZEZ LD,
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8.4+ =
82 & —eo o —0 00 -
8.0 =
7gf T e e
= F ——0—0—0-—0— :
— (.6} =
3 5 .
2 741 1
CICJ - ._.\.‘_'.\./.\. -
" T2¢ .
§ [ —0—A@4.75¢eV ]
n OF —m—B@4756ev T
T - —e—A@4.35eV
€ 681 _a _p@assev —v
= 6.6 ~Y-D@435ev v '
O _aA—pD@435ev ¥V i
sal v _'
__A— A
6.2} A Ama—a |

-0.2 -01 0.0 01 0.2 03 04
Wavenumber / A-!

X 4-6 T TR/ F—435eVERY VRMNBIO4.75eV(EHEY VR THIE L
72 2PPE A7 bANBLELNZE—2 A, B, D O, RO E R AT
5oyt #t, ROHRRIZIRE-DICLE > T7 4 v P LEMETHY, ARVEEIT
475eV D EX49+13m, , 435eV DL E>20m. LRD BT,
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Surface Bulk

I A L
- A -
3 50| -
L'j_ i n=’|_
o | -
()
= — —
©
@ | -
50 | | F -
2
L B SS
51 -

0.0 0.4 1.0
Fraction of Wavenumber

X 4-7 H-Si(111)?D 2PPE O L L7 R0 K G, 3 X OFm N, (ZE47)
EDR, SNV RORENI L SE2EEE LTEEETHD, 04005 1.0 F
THAME L TWD, #HE[34-361ICL > THROLNIZAY FiEZRL TS, HA
%ﬁﬁ{i SS, B L OFE AR MMEN n = 1 1T/ TR L TV D (RIER),
2PPE (251} D #ARBE DA & L T IPES Ot B0 45 b iz B &1l [37]
%Z“Free Elec.”t L TRLTWD, =27 ADEREL L T460eV DLEE, B—
7 B,C,D DER L L T423eV DGAEEEERRAITRLTNS, E—7 B,C,

DI ST N RERTH D, FFIZE—2 BIXUPS A7 ML TH LI E—
Ja(F L VBEOI)ER TNV FHERTH D,
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s 5
FRT RiAD 2 S ICEAL L
JEFRE 7 T AT a2 Lz
R YE R
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FBoE RS RATDO2HTIHELDN  RERE S 7 AT B EN LTI

[ LY qan!

JRAERE 77 AE CHRIBIC K 2B OEMIC OV THE T 5, KFEK
SV 3 U HR H-Si(IIDIZ &R L7zgRT 2R+ B X OV K0 2 Y17 6&E
FNIC LY, ZONEFBHRRZM T, #T kA% 0.005 MLE F2EE7K
BHLIENA (EZEER) T H-SIQIDIZHAT 2x10° [EONEFHMRA L S
Too HFEREES H-SIIIDHRDONEEF MRS NTND EER LI, KRER
23 0.10 MLE (272 % & $RT- /R B IR b OB 23 EI272 Y, H-Si(111)H
RDOICE AT S N < Ip oo, REKAFNE & OLEF O ARFEN S
RF ) RLA D JRERE 7T XE HRIGIC K o THRT /KR ICH A L Tc itk

Gt h3 A PH O B R 2 R 5 2 L AEBRIITRIR S s, AT,
YA ZER SN T R iEmW—a2 A L TnbH 7w, 306+, 4067

HEABMHBRPFE SN LI R B BN5,

5.1F

7~ 7 Ki-f-(Nanoparticles: NPs)iZ ¥ A X = & \ARFEIC kT 2 R EEOEIS DS EIHY
WZELL, ZRUCESPED LD E LV, FRICIRCER EOERE T /R 1
\XRTEE T 77 X 0 (Local surface plasmon resonance: LSPR) & FEiEH 5
R 72200 PR 2 R o720, T2 ETRERER ZR R TN D, LSPRIZ L
o> TaJET /R OEFHICIEF IR E R AEES DN ERT 572, FRHCES

TR AR EE RIREV OIS EA STV D, fle L TEREEBRT v
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B &L (Surface-enhanced Raman scattering: SERS)[1-5] <° 2% [ Y 58 77 4% W% Y
(Surface-enhanced infrared absorption: SEIRA)[6,7] 2% biv b, E&JET / Ki+
® LSPR ITEFEBRFED —2>ThH 5720, B®ET / Kb OCE A A
B END Z EHREICHME SN TWA[S-12], L LN LIERZRERE Tl D -
TR Z I8 LR AE T 2 FIEDSHENL STV W72 8, LSPRIC K 2 GFEFH7H
PR OMEIAIL S B AH A LSPR ITHE D GBI & T/ Kif DIERE & DOEIFRIZE
EETHLNZSH TV,

INETELIBEEEL T KA ONERE, BICREMS T E S BE)
JE 4y # 5 1# (A low pressure-differential mobility analyzer: LP-DMA)% F V> CHEEARIZ
BN F DIV —H A ZDEJE T/ Ki 127558 LBl STV 5[13-16],
LP-DMA % H\W = FETIX, FFEDORRLFF OB T / hif% LP-DMA f D>
— A ADWHE, FINEE, @RABHr—F—DlL—F =71z 2Lno
KRS ERE T A L TCETHZENTE D,

K L TITRBER S NI B®JE T/ Ki 10 LSPR 2 X 20t F itk 2
R4 2572, LP-DMA IZX > TH A XEEREBORESINT-E&ELET /KT
AL, FONEFHEWEZHNT-, BF /B XO&T /K2 KFE
s U = U H (A hydrogen-terminated Si(111): H-Si(111)) [17IC7&H% L7244,
2 e+ NE A4y 61 (Two-photon photoemission (2PPE) spectroscopy) % i f L 7=,
ZOHEEROUTRERZE - BE LA L —H—Th D Ti:Sapphire L —H—
DIAF TR F—% LSPR DGR L F—ICHEDOEL N TE, FloL—W

—HDREAT FLF =N EN T2 LSPR OFEFMZ B T2 2 LN TE 5, 51T
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L — P = DR IARAF N E A DI AR 2 TR 5 2 & T, Kl
A DRI 2 3 A 7

Z OfER, £ 0.005 MLE & W 9 (7S #1236\ T H-Si(111) Sk 0 6+ i
M T HLOD B DU TR 2x 10° R S D Z & S o 72, — 77, 0.10
MLE L EDZEETIE, 7/ K+ BEROLE AP BI S hisdlz, Th
B OFERN G, $-F /B0 LSPRIZ & - TA Ui B e 3L 1 D a5k I B

HLTWAZ EAFERINIRTZ LIRS LT,

5.2 EB

A @R S o g T/ ki OFERT A, H-SI(LD)EEtk oAERDT7 ik, 7
2PPE DEBRSjIEIR L, FEBRITEOFEMILT TIZHE LTV 5[16,18,19], 22T
(IR DA 2R T, PR RTFOEREIC OV TR~ S, N YAG D
BRI (532 nm, ~16 ml/pulse) % Ag T «4 A 7 (EA% 50 mm, JE 7 2 mm, FiFE 99.98%)
R L, S R F AR RS YD, /b JRAD D b F A L FED I
Z LP-DMA IT1XY , He Y — AT A LHUNT S8 EZ 2 br—/L 452 LI X
S TRED YA XD FH %8 L H-Si(111)EARICHEE Lz (2 AL 4.0 mm),
TR DAL, ERASOEERT R F 4 RS S ERIZH
NOEREEZE=F—T 2L TREY o7z, BT/ KT ORI & KGR
REIX, B E B SE (A field emission transmission electron microscope:
FE-TEM) &ERE b > F/VBAMSE (A scanning tunnel microscope: STM; JISTM-4610;

JEOL) THlIE L7,
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FRT R BRI 99.9999% Ny 7 A %Gl b T- ik 254w CiETY, 2PPE/UPS
HET v v 3=~k Uiz (BIEEZEE< 8.0 x 107" Torr), N, ~DEFER[14 T
UPS 27 FVITFRICZ L Lo T,

2PPE OJIEIZEB T, KT Rr/LF—290-3.23 eV (428-384nm) O L —H—
JIEE— R v 7 Tisapphire L — % — (/3L A1 200 fs, 8 V 3X UJEH £ 76 MHz)
DF _Fwi & LTz, ZoLr—%F—J (L—%F—3T—1-100 mW, 52K
D ATRTAUT S mW & o) IXASA SSoCRUBHCEE L, RmiEf M (F
721 30°) 1k ST B OEB) = R VX — & PR E - RV X — iR
IZE DHIE L 2PPE AT M EST, 7 VNI X X NEERIET D 2

ETHREL, BEHI NS 7T RAEEE L T-5.00V ZHINL 7=,

SIRRBIVUEBE
53.1 $RF /KiFDTrT 4 —)b

5-113 A REB S iz gi) ki -O TEM & (TEM 27U v R h—R X
FHIRIZARFE) D OE LIRS CTh 5D, AR E L TREMN: TEM 45 &
TR Uiz, 88 7 B 13V ORI xE LT HERIRT, (a) FHIHRIEE 4.5 nm
THERNEE 1.0nm (7205 4.5+ 1.0nm), (b)iX 6.15+ 1.17 nm, (c)iL 123+ 1.3
nm L7225, BT RFDT T AAATH DL ERET D &, T/ ki+% TEM
70w R (EAE 3 mm) (2 EHEFE 0.36 pA T20 0745 L7- & & DRi+41%, £
27x10°fH & B b D, ZOT /) Rif1X TEM 8205 0.01 €/ LA ¥ —4H

%4 (Monolayer equivalents: MLE) & FLEE® H1, 2.7x10° @D F / ki +-73 TEM 7
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U v RNOERE 2.54 mm OFEIKICKE S e b D L BeE D, L7zh > T, TEM
BNOAERZREL DA Z LITRYTHY, ZHLEET K OZE &ITA
ERE AL ST 2 & THITEIL, TEM B TR L=, AR TIE Ag NPs 7
7 H-Si(111)D7E55 &% 0-0.29 MLE O CA{L S T# D 2PPE AX7 KL%
WE L=, 723 2PPE IIiETF ¥ > /3— & DMA [ CEMBE 217> TH, FHERD
HIEMEDORREIL0Smm LN TH D Z & 2R L T\ 5,

F 7= H-Si(111) EizBIT B8RF / ki DK EREIT STM 4 TR L=, STM
% (H-Si(111)~DZHE) TBIE SRS /RO G MO ER L TEM 4 (4
— AR HFEA~DEE) TR INTMT /R OBERIIFE L2V LEWS D
ELTBIHIENTZ, LE=2v-> T, H-Si(111) BB W TER T/ Ki+ 1T RIS K

(D LOSNTIE) Lo TS EBEIND,

5.3.2 7/ Ki 7555 H-Si(111)®D 2PPE A% kL
5.3.2.1 6T EFiHER

5-2(a) 1%, ZAFEE0,0.07,0.29 MLE DR/ ki1 (CE¥JRIFR 4.5 nm) K&
H-Si(111)3 L UZKFE & | MLE O /R CEERIEER 10 nm) 7855 H-Si(111)
DRFEA72 2PPE A7 L (T RLF—3.10 eV, plWit) ThdH, 7&RI
® H-Si(111D) MU R TERTF R 72835 Fof D 2PPE A7 R LTI E K
WM UTz, — 54T /K208 Al CIIOEEF RO A S e hr o Tz,
7R 0.07 MLE Tl 2 e IR OGS4 2 7 = /b L i 2 feRRE DA

BT 620 eV IR OND X H /o Tz, ZR&ERIO H-Si(111), BT/ ki 175E
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H-Si(111) DSBS 4.24-4.33 eV OHIPHIZ & 5[19,201D T, 2T L D)6 E
THHAEE D2 L1 IZNTH D, TR ki O7EE RN 029 MLE % CTHY
MUzE X, Jloli (oY) 7930eVICROND LI 7z, ZHUL 3K
FHBEBF ST 2 (M 5-2@D% 05y, 20l 3t Fdfidt
FTZRNX =BT L X7 2V IWNENEIN 24hy, 34hv > 7 N T 5
Z L, E72M 53(),0IRLIE L DI L—PF— T — K F I BT ERER
2RONE (L—P—=RU =L EFHOmMSH T m >y N THE R 2), 3FED
~NE (FACKHEHEN3) IS ZLEMBHERL TWD,

W EDHFFE[8-12] TR K T 3N MB TH - 72 DITK L, AFFETITL—F
—NU =% LY RES L7 L T4 FRRAZ HBIIL TV D, X 53(c) (R
EoOMsy) IR LIEXL ST, ZKFE R 0.07-MLE 87/ ki 7785 H-Si(111)HAR D
2PPE A7 bV (=¥ —3.1 eV, L—H— XU —50-150 mW) (2
T, 4XFBROT Y U 1240 eV ITIZoE D LB TS, 4 FIRRIT
— P RT — R NTARORE (HEN4) DRI 8, HF
TANF =B SHTE Ty U0 dahv v 7 b T 52 DR LT
Do ABFETEH o TAMAIE LT O TR S L2 2 &1 XE)
SR T VR DENE— L2 b o THRESINTVD Z EICERT L SN
5, BRI L —PF— RO —KIFMEIC BN T E RN 4 2 K& B8l
BT L= — U —nRE <, UL THETFHITNER LR LD

EEZHNDH[21],
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5.3.2.2 LSPR D 3LIE = R )L ¥ —

X 5-2(a) 1278 L7-78% £ 0,0.07,0.29 MLE R/ ki+, 8L OV 1 MLE &7/
Wi 2PPE A7 b L ZFE5 L CRO I F I E D = R — (K A7
#X 5-2(b) IR LTz, B — LU VEICE D7 4 v T 4 702X Y 0.07MLE T
B2 3.16 +0.09 eV, 0.29 MLE TIIARKAY 3.15+0.13 eV RO BT, 5
72 B ERTF R AE IR VT Y, MAMENT p WYGIZH VT 3.15-3.21 eV DO
PICIN & o 72, T ORBKRAEZER T/ Fi 7D LSPR OB R /L ¥ — & L T &
NTW5 3.6eV[22] (FZEH) 03.1eV[23] (BEH) LITVWVETHDLZ LD
A IBE T HHITER T/ Ki 7O LSPRICHKT 5 LB X b D, 7272 LIAKED
LSPR OHFZEIZIVNTERT /R 1-7575 HOPG HA TIIMAAEAS 3.4 eV [8], 8T
J Ri127E ALO; / NiAI(110)E8 TiX 3.6 eV [9,10]1 & HiE ST 5,

K VEERZ LITE, EEAINE & IS L — 3k L — ook

IIRFFFL TV D, B 54 10R L2 DIEZ&E & 0.01 MLE OJGEFIE D= %
LVR—KFHETH Y, @I p Wi, OIXs WEOBETHD, v—L VK
kD7 49T 4075 plRIETIE3.21+£0.18 eV THMIK %, s i Tk 2.96 +
0.10 eV THERZ MR 2 Z &Lnbhrote, FIEFINEIZEL TV, s
HDOMKIZI T 2 IE AN EITEETR 20 p WIEDO T NE N EnbiroTe,
= ZCHRICARIEDRINC DWW TIRRTEH L, BERA~DO AT AILS55°TH D720
p WG IR R I TR E 2R By & AT R DT 2 > T D, Z AUk

T, s G IR K E AT R BH N OHFF > TV D, HETFINEDRE 2

ZEMB, ZZTOLSPR HEIBT R L —D p R, s WIGISH DR AEN:
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NENEEER A EERELGNS, ERE IS AT REG R D RKAFE
EEZEZTERY, 2975 HLB X —ICBL T, ERERmIZEATRES
RO Ko ThblE S 7e & & O M EERFR E I FE R B A & - Thhld &
Ni-EELDH0.1-02eV KUVMEEZ &> TS, ZORERITH L TIHE() K5 S
WIZGRT /R DFCR PR S FEHE~ L TR L72[24], (2) EICEHEE S
A A=V H A K=, (image dipole) (2L > T 7 b L72[22,25,26,27], (3) MK
KEN AT RES DI L > THiEE S D & EEEOE T/ ki & EHIRE T
BHIZOIZERT R D LSPR OB R L —/82 7 h L72[28], £ 9 32D
HENREZEZ LD,

F9G) 1T T ITHEBRTE B, 772 HIXZFE &N 0.01 MLE &/ 720D T,
IEEORT Rt OMBEERITEZ VI WEBXLNLENLTH D,
WIZQR) A A=V Z A R—=ILONRIZONWTIRARD, {fEFEE 7 7 A€ g
ITETFOREBTH LD, BT /K PERICOD Z L TREIROFERDZ)
Rezl, BRI 2L X —NME= 3 LX—v 7 9 5[22,25,26,27],
I CARBELOREOEEL, ERE ENZITHEERTINICHEND, T
bbb, EREMMICEEZRESGDIC K DEEOTT R, EkFmIATRES
AT KD LD BT R L F—NEZ XL F =T T 5B D,
L7ZBo T, A A=V HAR=/VOHRTIEIANIEICKIT 5 IGE R F—D
AFEGRAFIEOR R, T 700 b ERREIZEERES M & 2D HEHIE
HRNF — DTG PIERE N AT R B TIC L DRI R L F— LD b

WZ L EBBITE 20,



Z 2 THRIZRIZQB) BT /R DEBIZON TR D, 1T R DR AFE
B~ L BTE LIZGE1E, RN AT B 5 2 R ot Tl L7z LSPR 3k
BT R L —PNET R =T T D241 B2 BND, LIZR-T, 1))
KA ERE IR L THOSND X ) ISR~ S BTE Lz & B 2,
B NPT 72 BB CThbiEE Shu7z LSPR D IAR o= 1)L 3 — 0 J7 A3 et 3k
[0 2 B R 4 O S 72 LSPR OEIB = R L ¥ — 1 1) HIK< 72 0, A4

BHHS OBECHT BT XAF—DL 7 FEHIT S 2 ERTE B,

53.2.3 KB X LF—DRED

&8 /RO LSPRIE, 1.5 TR/ L 9 1IC Mie Blim C R T &N 5, Hi
i Tk ~Te gl R OERIC L L2 B F—D 27 b a2K{(1-11), K
(1-12)%, BXOHERKTHD VY 2 DOFERALI29)ZHNTHEEL TH D,
ZDOFER, pRIE TOHBE R LF—321 eV & sl TOHIBT RLF—2.96 eV

R E ST A— 2 — B LOEFELIL, L=039, Lz=030, &'(w)=
208 LROONTZ, T LY Kl IO (L) Los) Z23KDDH E£~0.78 L7210
STM TOifF & FJE L7awy,

F B EITHE SNT-ERT k77835 HOPG M ([8]D 2PPE EBRIZHB W T, p
R CIEMR KA 3.4 eV 128 D DITKE L s i e TIFMAAED 3 eV FHTIc A< Bl
NPT 2 embEZD L, AFRICEIT 5 p e, s @Oz R —
DEFEVITDOTNT, A XEYLIRF R FOERENAHTHDL Z L E2RT

faRk & WVWR D,
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5.3.2.4 7 BIKAFE
5-5(a)lZER T/ Ki+(dnp = 6.15 £ 1.17 nm, 0-0.15 MLE) 7% H-Si(111)EM D
HHBEABORERIKGIETH D RERPHEZ DI L0, AL EREIE 4.22 eV
(H-Si(11D)DfE) 7~ BARA IZEEINT 5, HOFHEEDK 4.6 eV[20] & i S 4
TWD DT, AEEEIMTED H-Si(TD)ERE K HERT /RO YeE 1
NEEELIZEEZLND,

—J7, B 5-5(0) IR IERR T (0= 0°NT Jig tH & 7= e 1 I & D 275 Bk 7
M Otk F=F X —hv=3.10eV) Z/RL7z, X 5-5(b)/ 577 & 0.005 MLE R
F 7 KiA-7%5 H-Si(111) T p IR AT WD OB IR 2.8x10° & 72 V), ZKAE T
D 1.4x10* 12T 2x10% TR L2 2 LB CE 5, Zhick v kit
DEEBENTMEATE DT EDRNEENLHEFHHENEFELIHEBINDZ L
NboMholz, FIAFEBEENRERO HS(IIHEIZEAEEDLRNE N ) H
NS H-Si(IDHKDOEEFNERINTWD EEZ BN D,

ST sBEICBNTH DT NTHRA A BN D, 285558 0.005 MLE 17/ KL

F7KAE H-Si(111) TITEE AU RS 2.9x10* & 720, FRAERTD 3.4x10° [ZHATE
RZ 85 fFITHR LIz, LinLZRny S p GO RFICHANITEL /hEn
EWVWR D,

ZDOE D BREREOENE pls RICITHTLHEFNEDOH E L TR TAHRS,
4 5-5(e) TR EER T (0= 0°)NT A ST LB FINE D p/s fRCITRT 5t

Z, RAEBZBENZ L > TOR LIz, 2R XD EEFINED p/s ROCHITERT kL
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FAEHN 4.1 Tho7oDIZx LT, 2455 0.005 MLE TIX95 &722 0, {R)EIC
X9 D RERRT /R DOEETREL B LIEZ LD D,

ZHNBAEREICKT D NEFINEDOEE L FL T, K550 LTeE D
\2 Z < D BDFEFE B (< 0.05 MLE) Tl 1 IRITK 10* 5128k T 2 (p Wt
DH), —H 0.05 MLE THiKZH %, ZO%NEFINEITHRAICHDTH, L
LR35 0.10 MLE ZH X 72 < Wb UULEFIESHER LED 5, 20
EOEERBOZ N E XTI p R, sRIEDEHLL THIRIND, X 5-5(c)
IR X DT, ZAE BRI LT p/s IIEHEFED LT,

% 5-5(d) 28R T/ K712 55 H-Si(111)FEAR O R miERR 7 70> & 30°D 5 [
SNDNEFINEOKEEKFMELZ R LT, HEFIEIX 0.1 MLE UL ETOAH
W7 ORIETHKRT D, 202 L1E30°D AN S5 B 1388/ ki
HRTHDHZ L ER L TWD, ERIKOIT 2R+ b it S D eE D, &
HERST O L S, HAKEOFEIHE STV ARNEEZNITRYTH
Do ZOZ LB FKEERIT AN S 5 GBI IS H-Si(111)EAR H
kThdrEEXDLND,

LA D5 FATBI ORI 2 FF D8R /R 7Z5 BRIk LT, £t =

FILF =Tk LT HIZIZRERICE ST,

5.3.3 JLEE 7 HE A A
5.3.3.1 $87) / hi+® LSPR

ARHFSETlE, REBEOD RV E 21X H-Si(11D)FEH O B F 13 58 S,
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REBOLNVE X TFBT /R FHROREBEFDBRISNE 51T oT2, JRTE
Kifi 77 AE VPN LTV DT RSN E Bk & T 5B A m S LD
TeOIZlE, I /R Nb DT XL F— B ENNEL D, E&ET/
FLAICHREN Rz XNV F—2 BT 28158 L LT, B&BT /KO
FAENZET B DH[4,30-38], £ AWML CEHEZ2MEFRIL, HETINEDR KT
HTHDH, K5-41RLTEE DI p e st THEFIEIZ 20 5L EOK
EREND T, TOZ LITE#EGET, ASEGRITS e 22 MR T MR

HHZEHEREL TS,

5.3.3.2 HKif-FHIBEREC X 2 RT
5.3.3.2.1 E¥Jhi-1- R ER A

ITHEHAT T KA OFRFICETT (F /2 B & FEAROM]) TRE 7@ 2 R,
T~ DTS O FREE L TR 23 1) (3R I EEEE R < K17 5 [39], &/ hL
T O NHUZAER T 2 30 88 YR 1 M BEBE S A RO RICHE Ly & ETHR
7Y, FRLIBRIT TS R o IonEA L, R FRINEET Lz b
EITHR/INTR D LG STV S[39],

— &R T RN ENCEERTET 5 L BIOT ki DS AR = B 2
ElZe D, F RN ETHATICA TV T8, ARED s REDOGE D
HEET D R RN T 5 2 LN TE D, BRI AT RIS Ok
IINETF R ORRBED 0 1272~ 72 & Z TN & 72 5[39,40],

LIZi3->C, @7/ R O PR+ B S s O 8 2 R 5 72
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DEBRNRT A —H—Thb, &l /b1 OREES ki1 E IR e =
BEb, ETEEFT RTN U N OEFFBIZIA TS ET5, KEEO

TR T RN O DEEBROT, RONTRTZENTE D,

2
7{621) x N2 -
9_ —

(d+R)xN*>  4(d+R)

(3-2)

ZITd IT /R DIERE, R IET KA OWD BRI o TR HIEERET H 5,

K(5-2) & R FTEIEERE R IO\ TR &, kDX EHD,

1 |«
R=d|—.,]=-1 5-3
Qe =
TEM 7515 bV T2hift & 7855 B2 (S5-3I LK 5-5(b) D Y U & %
IR MEEEOREE LT ey R LB LI LD %X 5-6 1278 LTZ(dwp = 6.15
+ 1.17 nm), [FIERDOFERDI K E 72hiBEDOERT 7 Bi-(dwp = 12.3 £ 1.3 nm)IZxf L T

HELIL, ZTNEKS5-6bNTR LTz, 22 TIE Xk 0 RS EDZ 0.3 MLE (6.5x10"

ffl AgNPs)E T v b L7,

53322 @E T /R R THE SN L EY

NRES: Eo ) 2 DOE BT /R FICBFH Sz & &, BRI E—A L B
P L BFHEEIND[MAL], HENT pr & pp PBAVOEBEIMBFE—AL RO
At Ap, & Ap ZFHET 5,

NP A-E— A 2 b BBUAE TOMENS AR OEDORE LV 237 0 A&
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p_3nnp)-p (5-4)

22T on 13 R SEIE O IR Z B2 BALR T RV, (3RS —
A ML BHIEECOERCTH D, nll p DL, RG-HNb—>oDE&ET /

K2 SRl OR R T /R IER SIS EY Ex 1

@ g (5-5)

> 4ze,R”  27e,R”

Z I To (3BT /KT DR T, RIUIKRFEEE (PO 6H0) THS.

TN B EBEIRTE— A NOEIT

2

o
Ap, =aE, = 272'80R'3 E, =AcE, (5-6)
— HEGTREIX
Loc|(p+Ap)+(p, +Ap, ) =~ 407 E | +8aAa|E,[ (5-7)

NGE-NOFEDFE 2HIEE T /R OFE SN TG OREEZFR L TV
%o Z ZTAo L K RIFERED BIGR 28 <, A Rold d P IZHHIT H[42] DT, Aa

(TR DB A 724

Aa oc = (5-8)

111



ZZTHGB-8)DR & R DEWIHET S, 2PPE DULE Yaoppe (FE(5-7), (5-8)7>

HIRD K HIZRED:

8d° | 64d™
Y. —|E =——|F 5-9
2PPE OC{(R+d)3| 0| } (R+d)6| 0| ( )

RG-NIZEET /i1 2T HHDOTH D, THEGEICI - THiEENn5
GET R A OIS L EEEICHHITHOT, WEEETHE I

2PPE D& AR Y, 13

(5-10)

! — —_
Yyope = Yappr X 5 o

(R+d)

ERTIENTE D,

5.3.3.2.3 Y5 U S O BRI 171

H(5-10) 2 W T s ARICICHT3 2 0 EF R A b7 HEH O E LT7 ¢ » b
L, ZOMEEZKS-6 D7 OfifE LTE LT, 7 4 v MIRT R
WeEEZISKHELTBY, mEGLICLOETH L Z L2 E T TV D,
HEFOTnd D LTI, ®B T /7R 1 A5 2 [HU Eofos)gE) /2 kv
T D AREEN O LD EE X BD,

FEIZ BB KD ITARMFFEIC BV TAGORIFTEMR IR LT 55° TAH ST
WD, p WICITESIC AT RELG R bFFO, Ledi> T, KRR
10 nm LA NIZZ2 2881 s R, pREE D D ORIEH M THHE KT

%o M 5-6 1Z7R Lz X 9 WKL [HBEREAY 10 nm LA T O p fREOREFRITH L THE
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G-100EHANT=7 4 v T 4 T B LR LD,
ZAuxt LR FRBEBEN o R & <, B kiRl & A EMAEERN
R AT E P E Y, [ TEEEBICIHIT 5 & E 2 o b, K1

SRS

1

- 5-11
(R+d) >-10)
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