BRI ) B 2 A 28 1 1 52
wFgeaEis [ LW B S Clh R R BRI
WAL F I TNRA R« AT ADOEIEL
WHITRRE TIERRIE T ) 7 b =27 A

eI PRkl 34E1 2 A~k 1 84E1 1 A
WFZE R EZH K4 FTHE
ONONEE €
(FAbZ 20 AT « AR E)
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(1) A 70 58 di CH LW BB SCENMERBRIC K ST TS R - AT LD A
(2) BF FEfR 5 CRRAT Ak

G)BFRfERE  H R

(DS T 7+ b= X

(5) BfF 72 191 [ c PR 1 31 2A~FK1 841 1A

2. WFFESEhE o

KRV F—TBosehi T ThHDHT7+ F o ZHWT, T/ HEEZ RV EBSTEVAATEY
THZERTEIE, DT/ 7o —TEHMCTIEFER LR WVE LW 2 30N TR0 &
R WMES R AREE 72D, LN, T4 P T EOEEMEIC L o TEITT 5720, i
KONFHFEHECTEIEEnmOEREDO 7+ b2 nmDO AT —VIZHLZH D Z LIET
XV, TOVWDPLIEEDEAB L2 LT L —7 2L — AL LT, BEHITRE, B
OEBEL T EHND 7+ D M) U TBREORM GRS T) & O 7+
FREBRE D DWW, TRDL, I T 2 WEOIERIE RIS EmE (ZFiEE) o
FIMZREL TE T,

RTEREF ) 74 h=2 A 7av=7 FTlE, EREZEALNEEMRH L TE
IS &L OIL 0 IR R E B S DR L CE IR o e i 2 s S, B
LWBEETH D TIMET ) 7 b=2 ) 4THNTT, £ OREREEAM O3 &S A
gz AR Uiz, ImBEGRIZ OV TR, 1944 ICHIEREZFE AT DGR 7 v — 7 Tl A
Fi7e 7 e w2l LEhE T LR E T2 BER OEHS (=7 7 10—V R) B
EAHRATHD TIRELEBLTWD, 70, 2OT7 AT 7 2RMPMRT ~ otk Ll
HEDLEDLZLICL ST, T2 RAETIHI LR T I AT —IVONRETEHEHT 5,
DF I GHARA—T U TICHRTHD THRIHILTWD, & 61T, FEMIGERR L LTI,
WE O T D AR AR 7e ST K D BRI RS, BREIRUIZ 7+ b B E D E VL X
ERETDIERNT = 5 ML —F =M L 227 EENEH T 5, MRt
FEOIXZOGHICEWTHHRAEZEEL TEY, 2 TFAEIRC2HTFARES, 2K TM
fafli e 84 X Ta, A THRIOICEZLERDNCENWTEEE G O DL, ZNDOEE
b LT, OfRRE, BREICENT T T AT CBSHEBORE AT LT e —T L, &
BT = 5 bR L —F—HAC L Vb T 2R ERE L T I —R ) F 2 —
TREREAD 72 EOEBRIES FIRE ) ) - A7 fprav— gk Lz, 72, &
THEROE L WIERIE A MBI 2 b 2 1k > T kD> ) a VI TERFCTIXE
BLER»o 2 SWITMMEEDIE, ZDEFE~H~A /7n~v oA h=L 7 hr=
JATNAAELTOIEH. HLWVWa 7 N Thbd3RILT VH LT 7B ARFENLA
TY OB EEZRSR, WEROFEHEMCUEFK D 7 0 — T BB CILER RS /A =
VATV ) aY—EBE LT,
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AKZuaTxl PTIERZEZRN T F 28l THIET 28 ORmEZ EE L L TW\5, AFM
LSBT« T B EBBICHEHTT ) - A AV TEBETHIOICK LT, XD
To—THEMETH LIS (=7 7 0=V R) BEMENR-ITREENL, 7/ - AT b
HRAab—Thbd, BREBLLLDOTIEHRLS, AXT ME2F ) AT —VTHRLIBLS,
ELKUWTHRAK DT v o AT MVIEn FIREERZ EMICE X 2 FHIEN DD, AW
FEACR D R, DO O TOREMOMEES N TENE R T HHAEVNBETED
KO0 STM, ARMZ B 2 2 IR 72 3 FBISREE L LT, YA = A~OFEERIZS &
L0 T MEEERIT I EOEE L 2D L PR END, £, oM EINEIC X o T
BRICRADHLBAED T + ) Y 7T 7 4 =Nk Sl LTh, FFEHRET 7+ b
= AF, RERT V=V ANV—%25252 b0 LMERET 5,

KIIFIEF ) 7+ b=V R Tav=7 NTIHE, 74 hEHWTHWEES T ) A7 —
T BLDT L HRDT L YA BUROBHEBREL. Ao A AV U TR L —
7. BYERELEAM BTG 7 L —T O F J ~ v s F T, ARG S v — T D)
R - M THFZE I NV —T DT —% v 7 7V — 7 Z MRk U CRFZERELE 1C Y 7= - 7=,

DHFAA=T TR N =TT, BRIEMEDIR THLa—L U T U F A b—
7 AT~ CHUEL (CARS) Z 4 B EREH et O JR T i iR &S TR 32 Z L ITHIO TRkBh L, i
KA DOITHEGCARSBEI ST & B L 7=, ISR T 2 AT Y 7 X € VB ES & IERE
MREDBHHEDIS 5722 & T, ZOFIETHIEDNAR Y hT—T DCARSA A= (T T =
OB RMHEE— F& el i k) TiE, iR & O 15nm D 22 ) 5y fif 68 2 2Rk L 72 [T
Ichimura, Phys. Rev. Lett. 2004],

Flo, BxOTRZBALHRE LT, BT LIRHREORRBRT & BN - W
AL AER Z RIET 2 & THOTRBIOESHEN V7 N T 28R 2 WL, &
FALFFRICE S S BRERMIT 21T o T2 . RO+ 2 AR S 2058 (J17HaR)
[H. Watanabe, Phys. Rev. B 2004]& . £R$MEIRDOER L3 FRSRBEERELIERT D &
kD EMBE (LM% E) [H. Watanabe, J. Phys. Chem. B 2005] D 2 Fi¥H o T4
FHAAERAN, BB 7 25 &L TWDZ BN RoT, Bl X —HR T
) F 2 —7 (CNT) DI5E | BREOBBIENIZ X VINTEERNERTHZ L T, FFED T
YNV RPMERIREVEENC Y 7 b5, I D OB OIS RIT. REHICE
ET D80 BRFLVAAVA—F —O R CTRE L TR Y . Z ORI TR
ZREMAICHIHT 5 2L T, WoZ S DafREDM £, & 521X, o FEm oAb
FAEAIREOREN AR & 225, FERAICIZ, H—F L XV OSMERERA~ LRI T
LD PR ELTHERELTWD,

BRELEAMBIFIE 7V — 7 TlX &R T /R /R ~—a R Yy MEOBIZIC
BRI LTe, TOFTRBEREMEI G 2 TEAZHOCTER L7 + =y 7 5L,
MELOJEFTREZDRREWLZDIHA L ZOHRNELS | A CHEE TR T /AL F 23 72
WH DL L T20% R E DKL Z D@D m 2R Lz, £z, RO FEEZISH
LCERLL 728k R /R ~—a R Yy MECIE, R ~—fic R—7 L7z
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CAST /Wi 1 DR % @ EICHIE T2 2 & T, BAEENHBE AR THL 7+ h=v 7
b OERIZERB Lz, L EORREEZBE LT, T /RO SE VA AR & =R
MERERDO L ST+ b=y VIR 2 EENITHREMESELT T r —F OfaME
EITE I,

F o= e F TR RABEMIE TN —T T, T2 A ML= — & Wb
LTI ER W =R ) 7y 7V r—va UEEEL LTS, BERET80mDF X v
P77 AT L= =2l T, KELTPEmOFDLANEERT 5L, o kT
TERARFIRE R M ME 72 IR T ETE O ERUC S LTz, 2 D HIED K/ 43 f# 621X 100nm
FLFE T U [K. Takada, Appl. Phys. Lett. 20051, & &1C. JeREALM: G o FH AL SR FE
ILHE R DORRFS 2 AT o 7o ff R ER6SmO MR D =R ITTHIERIZE TRII LIz, T D HEE
MR DOFEF M IE T 1k TIEARFRE T dh o 7o MR =R oTHEE % B HIZTE R T & 2 RIZ R
DDV AFELZHNTER LI =Roen VXA VBT ¢ b= Z§5GE TIEERICT + b
S IR R o TEBPUL WD, Fo, RFEEZZEANTFREA VT LT AR
v NEFRI TIEIC IR S, A ¥~ T U 7OV CHEE 8 IS O & E 2 ERIC 8 ) %
BHT D FIEICHR L, EANRICOMREER LTz, 2o, FRLUZ=ZRoHiEz 2 ¥
NaA— RN LT TRE= I I AT I T —OERS, I XF=y 7N REXy v
7 L —H%—[T. Okamoto, Appl. Phys. Lett. 2005], 4 J&7) / L > X[A. Ono, Phys. Rev.
Lett. 2005], I XE=vw 7 « AX<7 U7 NV&EHZLE[A Ishikawa, Phys. Rev. Lett.
2005]F 57 & =R &R T/ EOH T 2 RMEEZ MR LT 2 734 A
DIRBEEZHAT> T2,

FHBR L - N TAFGE 7L — 7 Tk, 22 MR A i 2 72 MR NS BE 0 - i BN R & LTl
Hiz, X% 1rh&Eic ks L —%—72 7 AKIE% YA (Chromophore—assisted laser
inactivation; ZYCALI) %% L7-[T. Tanabe, Nature Methods 2005], 7tk M J5ik
TiX, E& LTONARRNAZR E D Z — 7 MIAER T 5 7= O 22 o fifre 23 72 < . MR o Rl
T HMW D1 OMEE 2 BIRAITIEMHAL « RIEEILS L 2N TE RN o1, BRLULETFE
X, EREBRTH DI LN EEZ A ND Z LTk ZRITHMREENEF D 22 2
N[ = R

LLED X5z, S LM R OMEIC LV e MNTFH ) A5 — a8l T,
BoT, AlD, 7/ 74 b= AFMOHF LV a T FEREEL, IR TEB
L7,
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3. WrEAEA

KRBT, DT A A=Y TR I A—7 Mk - ITHgE 7 v — 7 ke
WEAEMBI I NV—T T~y «F )TN RARETN—T D ADDMRFET N—T %
WL, T —7Nn

T B AR TS =T

TR D MR - N TARSE S v — T

TOCRID  BSEEILE OB/~ s T TR AR T
DENENDOZT T “FEMET ) 74 b= A7 LI EEEF—TU— L L THI%EE
JEPH L., BEVEENICHEM LE 2 07 b TR A #iE L Cx 7z, ITICE 7 v— 7 ORf
ZETEAH & OMEERT,

A BIARA—VVITHRIN—T

RIRKRZ RFERLZEHER ICAYWEEER  (THR)

WFERMIER : M T ) 74 h=J AL DA A A=V T

RS . T8 e B & R iy ik 2 e LT dERIE ) 74 h=2 A& HWVWT1 o1
DD F e OEDOEOBLD FIELZMLT 5, M TFHREZHFES 20 apL—¥—
EHIRE L. RETEGMEIR AT 248E 70— 782 AV DS e S BEMBEIC &
0. IEIENFBRIC X DMy fRED R L, T/ B TON T &7+ b OIERIE
R BEAEHOMRIIZ LY | FERBS A A= 2 T OMERR) - (L FHIRE 21T O,
FRRETE : 7 4 b X Z OB Ko TERIITT 2720, RO 7R CII A EnmdD
EO74+ b2 BamDO A7 —/VIZALZOHZ LIXTERNSTZ, TOREDORELE 2 5
T =7 A= LT, BEOEBERZZHND 74+ hrD hrx Y o 7BG GEHY
JF) ZRIA L. ZHICEED 7 + b UIRERTR B 2 WIXIERIE 2205 T 5 M O I E
WA GERIE 0N 2MAEIELZ LT, I—Ro T ) Fa—T0%KEKT T 551
mE DR TIRE S/ - AT v RAabv—%2FEBT 5, 77X ERHEENREE
B35 7o —THREOER - SIS &nR/ 7 = & NP L —F—H 2 BREE L, ¢
ko7 a—T7BEBETIEERARARR T /P A = AR 6NN FT /77 /ey —0H
EE =

B. BeB{LESHBIIES v —T

TEMER BEMmES (BREH)

MIEFEMIER  FFRIET ) 7+ b =27 2D =D DRt EE M #

B : 2R EOIERIE I FER G 2 VT, HERRL A2 R Y ~— I8 A Lo #ne
PEPE RS R T EM LR L OV R A A Ok E &b I LT, o A
= TOMNT - Jopl & M § Bt 2 M9 %, -8R T K+ DR R EF - et 2 A
MLT R END~A 70 - T/ <= STtz L. < otk 2 5F M9
%o
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WFFEETE : S H & ORI X . MELOBEREME b E 08 LWEIBLR O R 4 L S
OO TEAWRRESEA A OKEZ G LTz BT Ot EBAE P I E AL,
2HFHEAICLDNERO%R, B ENZ SRR ~— & IcT /K2 EaKT 5
EWVWHIT TR —FERETDH, EHIT, MRS R EAM B E 2 6 T M
LTCEMK-MLT 5 HEZRABL, T0EHWkkx e/~ 0 7/ 7314 AR
EBLOZORMEEZRMNT 5, 2 FBRSEOIERIE I FBE 2 VT, HiEr T/ b+
BEMEHI L CTF 2 A7 — /L TOML » TR A M 38 2 feNr L, -8R T 2 R+ D §F
BIREA - EEFA L, B END~A 78 - F )~V T e REE T %,

C. TI/=vv «FI)TNAL ABEMETN—TF
BALEHER 7/ 74 b= AHREE  FHR)

WFRERSEE - 7/~ & F )T AR

BEE . 2ok R RS ORI F B G LrHg 72 H VT BEREMER M BT X L T
J A — )V TCOMTL - Bk & T iz T 5, 7/ A7 —LORREBRICEKT S
LT, MBI R OBEEMEICINZ T, S/ BERHET DTS EE bEEL LT
BT/ ~vy, FITAAAERT L L2l A Db,

WFFREE : 2% FRERSOEBRB LG L 7T X =7 A2 GBS 2 AV, 3
WILDNDT ) A — )V THM B E I LT 2 EIROfMNLE . T~y F ) T AR~
DISHZ BT, TxrN, TRETITRE-FABLTEL, A FHERICLDIRY v—
I8 - F ) EEETREN A BRI & U, Bic RER A OB T S A AT R~ D FE
BEML, MELE LTRBA A« P8RS 2kl 72 &% R—7 L7 ek 2 4
W5HZ LT, BRREERET LT T A, Bl R AR MR EEIC kDT
TRE= I TNRARAEFERT D, T/ A7 —1VOFREBBIZEKRT D2 LT, MEHA
R OBBEMEICIN X T, O/ BENRHE T 2 ES R, S HITIEEEENFHE T
LIEMIE N FNRAE CEE LTHET DT/ ~v v, T/ T, R E4 5 2 L2k A
b, Flo, WHO3WILET Y v 77 —% (CADZE) # AR EFERICHATES X9,
SWIHEENFHDIZOD Y 7 MU = 7 ORI b FHIITV, ZHERBEL DT ) T3 A
AR D T= D DB & WL T %

D. MR - MIAFFE SN —7
KERMERKRE EFREFEN (RREE)
WIFEFERE R : FERIE T/ 7+ b =2 12 X 2 M & oL

BEEL : Ot 2 v Tl 2 S8l CAE LSRRI L, M3 2802 M3 5, Mildd o
B - b5 - ERBOG. Bl AT, A F DR LR, o R M O L, BRENAE 5O
LiESRZ, 72 ML=V =LA LB L LVWFEICEY T/ 27—
Tho VBORMOMETHLNCT S, S 612, Bl bk, il r—r~&
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BWREDBIEZ I 5 2T 5,

RFFEEHTE : #5315 B & OMEEMEICIN 2 MELORSRENE © & 08 L W HELBIR O R 2 8L &
LD, NTHEAFRRESEA 4 Ok Z G LTz BT L b PEsIE I8 AL,
2HFHEAICLDNEROEL, RSN 3RERY ~— &P k2 AT 5
EWHT T —FERETDH, S HIT, WEEMET R EAM BN A 2 6T TAM B
LCHEM - MLT2HEEZRBEL, ThEHWitkxir T s~y 77 T34 ADEK
EBLOZORMEEZRMNT 5, 2 FBRSEOIERIE I FIE 2 VT, HiEr T/ b+
BEMBHIX LTFH 7 27— L TOIML - TR % fa 3 HIR 2 fesr U, 8K 7 k- 0 FF
BIpEA - S EFIH L, fER SN~ A7 - )~ v ST R EREE T 5,
ZE TOAE M NAERE S T O FIEIVE I, EICDNACRNAICAE M 9% 12 9 Z2 [l Ay R fE 8 72 <
kGl LB o /T C H B9 5  OBRE &2 B IRAIIE AL & 5 WIE AR R 5 2 & 11X
RE[RET & o T, I, &M o TR G T OFERE & RIEME LT 2 HIEN WG S iz,
FHOBEME S IR ROREE 2 EORBEIC LY H &L L T, 22T, bitbitld,
IERRIE 2 2 B U728 LW FIRIC L 0 | MR NESEE /> 7 OFSRERIE F L OB % B 18
T IHIT, B LEFEZHWT, ENSFOKEEZ T A7 — L Th oI U B OKIH
SREECTH O MNCT 5, T LT, 77 A7 — )L COMERIBEN, MRS ke, 2
DA S D ARCIRER I & D XD e B E 5 X D00 & W 6 02T D HERe b A MBI
TN —T DL ZHERLTT,
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A. BFA AV ITHEIN—F
KB AR K2R T2FER I EER (W HER)
R EER  ERET ) 74 b=T AL DGFA A=V T

(1) BIFFE N2 e OVl

BFFREE : 7 4 b I Z OWEMEIC Lo TRIFTT 272, fEKO N FE T Ennd 3
BOT74 b BamD A — VAL Z O L Z EIXTERPo272, 2TOWD W 5K DEE
A LT V=7 AN—EE LT, BEOEBERR Ao 7+ M ORIE GEEES
JF) b EEO T N UIRERRES D VX, Thb b, RICKT 2 WE OIERIE IR E
WEROFH GERIES T ZRELEEZED TE iz, ARSI LV—7TlE, Zhbil
PR E R AN L IERIE S R A A S, T X U EBEREMORE AT LS ) T —
TEREOERL - HIE N S ERAN T = A NP L — AT S5 2 LT =R
) TFa—TRERE R IR EOIRIE Sy FIREV S ) - AN e 2Aa b — &2 EB L,
WekD 7o —THEMBE CIIXERRAGERT /P ARV /T 7 /a2y —0H
a AL, UT., EiELERREICON T, NEBIUMREZER~D,

1. EEERCARSEME I L D20 FIREF /A A—V T

BRI 26 T DG M L O L IERELET. BLORS b, o Fa#ilTE 5
T UBELD KD 3 OFBMBEDE T, F I/ A—F—AT— IV TOG 1A A= T
FIEOHS R 72, 7~ CBELD G, S ED & SIS 2 8T %
e STOMMNEATSTED, CBEHREELHELZEENTEL, LLBERLL—W
—HAELVURETEXLTH, ZOAR Y M A XEEHFHBRBRICE > TL—F—kDE
DG FREEIZHIR S AL D 7o WK D T < ELBHMEE TI13 = O M S fRREN 7 I 7 1
VRETho, TOZEMAMREORS (BRI 1L, SEGEMEL AL Z LIk
STHADZENTED, Texid, BB LE-E&E o — 7RI ERN T 2 LT X
V., Ta— 7RO BRI REEMESG AR L, 7/ ORRE IR T b HikE
FUCHRERT TIRE L, COMRIFZRES T AT B THY . ZORFTERE T~ 8

@ (b) 3rd ord
i rd order
silver probe
molecules g 4 (CARS, THG, etc)
_ enhanced
" optical field
glass substrate ® ©_ A" e o
L ] ® &
c -
© \
' — S
diffraction-limited enhanced & st order
focal spot Raman scattering J

focused illumination X
1 (a) IS0 —712 L% 7~ U BELO /[PTEmE. (b) FER
TEh R D ihEL 2h =2 o J/[jfEAk.
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ILoESHEE L THWAZ T, Tu—7

b B 8 B O %2 T 43 MRS % ST X % M cans = 2a5-00

(R1a) ., —F. ShT@BRESLTEY R/ *{ -
WD GRS +5 8%, | 4 Craman || 2 mamactive level
Z oM EERFERE 1 F BRIk A : - ground

i ¥ 2 CARSIBFEOT /L ¥ —EBX
EHRSEEIC N T/hS T2 LN TED

(K1b) ., LER->T, &B 7 u— 7§t

XD RATES R & IEMIE RN R A MAB DT T ~ UL e A A T X AU,
HAZ 2R N E WS iREE & ERE 2R 0 T o TRE I 2 FF o TN KRB TE 5 & B 2 7=,

IOBZICHESNT, ZROFEHRFE T~ #iELD 1 > T H % CARS (coherent
anti-Stokes Raman scattering) %4 @7 1 — 7 ¥ES CRFTHEMT A2 F /A A —T L 7 H
fir. ITHEECARSEEARSE 2 $248 L 72, CARSTIX, J@H D 2 DD R HRENE (wm, w3 m > w)
ERioT 200 b —HF—NEFWEHIBHF L, 2n-mOREVE A -7 %@éﬁﬁﬁ%&ﬁﬁ%
FHET D, ZOREBEE n-w) N TR W) I —FT 5L XL, Z 2 23 JL 0 it
&7 0 FRVCARSEDN F S % . CARSZtiEIE, (DB ZIERBETHAIEETH D . (2)
FEENEEIbEICHEIND Z L3 < (wCARS>w1,w2) (3) =e—Lyv MNERTH
HIZOMUMET DR OND Z ENFFHMTH D, BHE O T~ U BELE RIS T IREBIOE #

N LILD D 2, mEERSEEBRTE D,

312, IEHESGCARSBHMBEOEEN 273 . EXKHELT, 28D0E—RKr v’
Ti:Sapphire L —H# — (VL ZIFE “5ps, A2 FLIE “4em-1, #0K LJERKEE 80 MHz)
ERWE, 2RO OV 2B 2 BRI R R X OVEMAIC E, JR 7 ) BEMEE (ARM) & #5348 L
TENTBRERICEA L, L AWNA = L4, R ICE D RBERmICEN LT, Tu—
TEEE LT ARMADO Y ) I v F LR R A 20 mEZEEE L LD EHA N, 7
F— A AW T v — 7 BREM b & i S W R PTHEI D CARS 3 iR 2 35k L . 2 DAL 2 >t
Lo RCTEDIENRET ANV F—bE /) /A —F—FB LT, ) a2 Si)TRT
YV ETF MEAFT = RUPDIZ LV FEHHE L, £, A"V Ay I—Z2BMEOF

metallized cantilever Jf’\FM head

sample 1‘, ~xy PZTstage S

coverslip
ﬁobjective lens
(NA=1.4, oil)

pulse BE
~ IND plcker ) Be
- P y excitation
or _ cut filter 1

\I .
“ND . DM : W o, monochromator
synchronized fffgge APB I

s Ti:sapphire lasers
: i time- gatedT i

counter
X3 UrESECARSTE RS O 4 &
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ATICECE L, 2L A OV LB %800 kHzIlZ Fifiz, Zhick v, FEHRELTE DL
REMFF LD OB T 0 — TR T A A=V Mz T, £, 7+ b By
VEHE—IINNVAE Yy =D EA I T TR — 2T 52 Ik BT OREL
R 2B L 72
AIELEEZHOTINAG ., BLXOI—FR T/ Fa—T7%2R EE LT, ThEh
IZFEA ORI T OEBEYCARSA A —2 7 % T o7z, DNAREITIZ, 77 =2 Q) &F
(1) D F % G EeDNASY T (poly (dA-dT)) & T A M ECTHct+F /) A— b LR E S8
HXE, 200 EOREEE . wl = 12710 ecm-1 (& = 786.77 nm) w2 = 11373
em-1 (879.25 mm) ICAbE., D

REYES (w1 -w2) & 1337 cn-112 [ #;’1“:;;52;?;‘;
E LT, Thix, 77 =V ITRH

78 7 ~ U IEMES FIRE) . AR
Vo770 =y 7E— ROEAR
REVBIC 8T 5, Z o5t
TTCA A=V T LIEtE, w22k w% m& m& m& ﬂ&
s, BOHEE LONTRD o R e
(2 0 L 72001278 em- 1A/ bt

7eo T ODNARELD A ¥ T ~ L
AT MV EKATIRT, (a)

= BRI HE S HHRCARS A A .
—Vr 7 L, RIBRET (l-v2 [ ”
= 1337cm-1) THLF L 72k #2 5
CARS# & | [AIRFHRAS L 72 AFMIG & %
nZM5 (), 5((b) 2T, X5 (a)
TiX. 100 nmf2JE D K & Z DDNA
7 AK—H, CARSHK THRIL T
7o, F7o. THRIC160 nofREEE IR
NTHITDH DD Y T AZ—R,
CARSH L CTZERIMIZ S T
5. T, fEKDOCARSEEILEE D
[E] H7 BR S CHiIlBR S 415 R 5 iR hE
R TBY, HF vy 7T HW
L CHffgEEB TR
ALTWD, K5(e)-(d) X, FEt
MBS S (wl-w2 = 1278 em—1) (2B W
TR TR D T L —
A=)V TRLIEHDTHDL, K

off-resonant
(1278 cm™)

=)
[wu] yblay

L= T & ]

[s10] Ayisusyug

[s10] Aususul
[s19] Ausuaju

[s10] Aisuayul

X5 (a) IAGSEM T (wl-w2 = 1337 cm—1) TH
ELTZDNAD 7 T A X — DT H5CARSE.  (b)
(a) & RIRFHLAS L72ARMER.  (c) R C35AT & 9k
OB St (wl-w2 = 1337 em—1) THIE L 7Z 08
BCARSIE. () ()& BT — A —LEIERL
THRRELTE. (o) Tu—T7 %5 ZHEL7-IREE
THE L7 7 —7 4 —/ RCARSHR  (FLIG 5%
TETF). 14579 100ms D #& KB T500nm
x 300nmD FPH A EL L=, wlEw2D i Se5R

FEIX., ZRLEN30NE G NE LT,
339



5(a) & HE LT, CARSHHREEIZBIMNIZ T e o7z, 2D Z &6 M5 (a) T B IVIZE A,
e K DIREN LKA T 28, TROLSFRENCHEB LG THD Z L 2 LT,
RTF v~ 7N K HCARSO IR L, B D LR TRIED o 72DNADCARSEh = L D tbfg 6| B
MEFEHZ Y Tl6DA—F—L BEL b, 72, K5() TiX, HEic—%T 2565
NERHICHEEN TS, 2o, K5 () THRBEOMRE CHlEIN, Y
BT EREEDOEST, FEOA A=V T EtTo A, BRBEIRIZIEER
Tho=(X5(e)), 2NHLDZ EME, ZOH BT T v —TEESIOEE - IT BT 5
AMLDIFEMIERELIZL D LDOTHDLEF XD,

I BT, KV AT LOZEM o fERe & IR 2303 2 72912, K0 Bl 22 i 4 Bl
L7z, fBtE LTI, DNAO Ry b — I EEA W, 7T =0 F I DR aEATE
DNA Z B MR FEA E 2N FRARREORIZ/R > T, #MARICBECH#ELLIZbDTH D, 3k
DAFME % X6 () IZ/R T, #EEOR SIL2.5 nmf2ETH Y . Z 1T —ARDODNA — IR FE i
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7 LT (6 (b)-(c)) ], DNAR » b T — 7 OFSAMAEERCARSH: TA A —V v 7T T,
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DT TIEHEE? S OEZ208F
EAERLNT Fy T EESTD
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WD NS D THD IS g 0% . : : . P 1337 cm!
= 0 200 400 600 800 1000 (without tip)
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Al REELIARM CLI BN 22 & 720 |6 (a) DNAR v b U — 27 3 REtOARME. (b)
ER I PR L | EBEOFE QMR MBS T (wl-w2 = 1337 cem—1) CHIE L 72 DNA
TInH RN, A7 < L 15nm S MU — 7 OEHESCARSE:.  (¢) [ UBAr
SRRRENDH DH H D L E X TN Z eSS (wl-w2 = 1337 cm—1) THIE L 7=
Do) o ZOFEBFERIT, FEHRED THEYCARSE:. () RHITCRLEZA D
Rl X pzEM RO £ (X 1b) CARSRE a7 7 A ). 155770 100msD &
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TAINAOKFEZ L FU v FL(= 1000 m®) DA — X — L RIELAZ LN TX 35, HBE
DODHERETTYH7ET R v hLVORESONAZBRHTAZ RN TELEEZ NS,

2. &RBF/RLTIZ X B BT HERCARS 4y ok

R OBFRICHNL - T, 2O PHER E LTERT / ki 112 X 2 RPTH 3R CARS % &
BRI LTz,

&g BRI & IR D Lok RIS RAE LRI AR S v, 2 0BG
IREZFMNT 22 THMBR I~ U BELEEHERT 52 LN TE D, ZNITREHERT ~
VHUEL (SERS) & LTIRK HWHATHEY | inHE T ~ U BELMEIO L L R 58l Th
Do ZOWFRTIE, FEMIEIR TH HCARSH BT /b F-Ic L > T END 2 & 25
RBTDHIEHEEMELTND, IHIC, @MEERTF 7 ootk LToSHE BT,

FEERCIE, EAK6ONmD MR T % T A KM FICISE LT B S 7 FIT, DNAKE K
D1IDOTHLTT =T OMHK(20nm) 2B Licb D&k LTHW, 2EAER
I DCARSTEMSEE CHIZE L=, 2 AKDE— Fu v 7 Ti:Sapphire L —H#— (7L ZiE: “5ps)
DREWEEET T = DFDOHEEREOY 77 ) =7 — K (1330 em )24 5
Lo L (A, (w): “785nm, Al,(w,): ~877nm)]. S/ X ZEEHCENR T, WL~
A (NA: 0. 65) TRUBF RICEEN Uiz, 3B & HGEL S AUV CARSYEIE . @M B & L 72 %t
LY A(NAD0.65)IC X VEDLIL, ~1M 7B LU X7 LA & ZRyok s (ICCD) = v 7o
%85 BRI L D CARSS & Bufs L 7=,

72, B 67230 mx X330 mDEE O FATH RCARSS: 2 /-9, REIT/R LIS WA
Ay M ATOIEZENZNANNL L2 B — SR 712 L > TRFTEE SN ZCARS K TH 5, &
PRL - D72 WG DT 7 =2 OCARSHEIREE & D g/ 6 H— &Mkl 712 L W i K T10°
X DHEBHENFONTZZ EEHR LT, EBI2, —HOoL—F—0FEK (v,) % ##
Bl 2 2 LT, JRAATHIRCARS A X7 R LA HUG Lz, K8IZ, KTOAA-CIZI T 2 KT
BHCARS A X7 RV EIRT, ZILHDCARSARY RVIFHIE T~ AT FUZ LS HIE L
TWd (%) . LEXY, &F7 / HEORFTEMIRICLY | 7/ 27— LEE D5y
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Raman spectrum
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1 T
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3. Fu-SFEOMEERICLD T~ AT NVELDBIER L AT NIVIRIT
7o — TR E W T~ S
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SRHECBNT, 7T=v3F0I7< ] | ‘
VE— I OIEBEN YT M T ER N
WP L7, 9 (a) i, DNAMEES 7 1o '
VDEDTHDITTF=vDF ) iggEsso  ](b) SERS

TERS 227 kL% md. #EHE, 75F= ﬁ?SSCm*‘»
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200 400 600 800 1000 1200 1400 1600 1800 2000
Raman shift [em™]

X9 77 = GG D (a) TERS A~ 7
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breathing mode (RBM) B L U1 BB D # S e Y
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TIE723 em AT Bl S 7.
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ABMA B ToHFHEENRETLR (DFERR) OMGITERST D52 Ennholz, @&
= T OAFER R EAER & 1F R EER OB GIZ L > Tl ERR I ShTnb &
Exond. ALFRRMEAFERNTIE, Fy 7 REOSBN S FIZEET L LITLV T
WEICEEZ 726 L, ZOMESFIREBT— FRELT 5. &I, 2B FHTE
gz URAY o , BWBEEZ N L CREMRLE T v VBELDIRLEZ S, Zhicky 7
~ UEELIREE N KT 5 (BRI IR) . 20 X 5 L FEZRIX, SERSIZEBWTH £z
TERSIZBW T HHEE Z 5. X9 (b) DSERSA X7 ML TORENE S 7 ML, Z OIS H
ERIZE>TELLELDOEEZLND. S DIZTERSIZE W TUX, (LFEMFEEERICM 2 T
NFENRBEERNEZ 5. F v 7 hm» b0 Fioxt LR BEIME v, &8 L o1
OEFENFHEIELS SIS LD S, ZHICX D 5 PERE L, Zhicfhnx
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FONFHBRMEERICE vl Shcb LHER SN D.

IEFEEB L OCHFENRREERICE D AT vy T W, 77 =0 EHRET (U EK)
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DI E O S FIE B ENEEE AV CEHEL, B b ka0 FRE T —
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LR —HEHTDH L.
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[E}\\N @ Ny EE 1 . e
(3) 23 th#ﬁff
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K10 (a) 7T =rmfoEEs&RT+0EFS. (b) dFRICHW =TT =0~
R ER OSSR IEE T L (Ad-N3H§IE) . (o) FHEIC K V15 6 7-RBMD R E)
B (v ER-EFRIE T OFEE T F VX —.

INHOTFy T OEESRIE, Ty TR AT DS 1, BR A
— O TIRATA e EIR CRELT 5. F v TSRO RIEES ORI RIAN Y & T 2
&, SN IVEBICH LA bNTEIRTHD. T70bb, 20Xk iR %
L THACTENE, ZMoMeEasm ETELEEZLNATWD. £z, ZZRSMEEDIM
FRiomx <, gLy oMzl LY, LFEEEGREZ ST LI035 2 LA ATHE
b, Lo koL, Fy 7 RoE#ENRIT, @RFy TEHWEST ) T~ 8
MEEOMERROM E2XL ET, BEERERLALLRINTNDIEZTVD.
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T BHIMS DI IZE D (AT R DE
FNZEALT 2B Z LU O TR LT,
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» RIVOAFMB %2 7R"9. Z DSWCNTR YV RL %
CRF T ERNWTF ) I~ A A=V T L
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O OREEIL, ERLRBBO[ARA, d= . (b) 195 cm , (c) 244
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nmis L ON0.85 nmiZ#iE S b, T bbb, 5 A 7= TERSHA.
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E11OHETIE, Ty 70 oI5 2 6

Intensity (arb. unit)

NLIEHE=ar 27 b E— FAFMIZ L Y — T il
oA 1f001é00140015001éoo1ﬁ00
ERTZN Tz, ZRICk L, Bns % Raman shift (cm-1)
BeR2.4 nNE CLL S BT L X, w1 AL BA12 FIANS ) 2 284k S 72 3 &
7 MVOIRER L ORI N E(LT 585 E L 72 SWONT /X > KL D TERS A X 7

AR CTER, ZOMREMI2a-cllRT. e

1500~1600 cm™ ' fEiEK D —#H D /X KX G-band & FEIEN D 28, G-band % # ik 3 2 K% H il o
E— 7 (MECB - 1 IREIE— F)2Y, RKTI8em' b7 hL, S HICE— 7 FRENK<
WIS okFRBIEINT. 2k L, @SEERRo e —7 @5 M ORE)E— F)IZ
FIFEAEBIEN AN o7z, BE—27 27 ME, F v 7R X 2850 OERIC
Fo T IRBET—RPEMLIZFICLDEBROND. £, E— 7 REDOHBOBRIL,
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RLNFVERFROEAD LY, EFHEENEILL, TORREZRXLEF =N RXy v TN
it L —HF — D= L F—CEIL HAIZY 7 FLIEZERERELTEZOND.

5. B—& I V6CODITER T~ AT MLV ORERZRIR

R— 4 I VGO T v VIHELIIEICB W T, Ty TOER E e — 4 I 665 T DIF
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A — b (BEE K8mm) LA AN—HTF7 R, mn—=FI 66 (X¥13) Dy ) —

VIR 2 mM) 2T - FR L2 b o & VT,

7o BhEdE & LT, BIREKZA488 nmdD T /L
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TIXERMEI A 2875 LT 7 ZA W& v
LT u—H I U66DENE T T
SH . ZOHEND T~ CPE DT
W LTz, £70, 2 O ITESHE B R
bET LI END RNV T $HSERS
REFET D, LB > TRERTIT,
R BREE & SR DWW 712 Kk 2 EIHHE
BN (4725, TERSESERS) 234U T
Wb, bBEAA, T ATV DERM IR
REA BT 501, 7/ BE TR
L N

Ry BREt B ST TR LT~ v
AT kL& K 14alloR T, dOEkF i A & B
LI E DT AT ML, Thbbil
H DOSERS A7 kL% K 14bIZ ff8 CToRd,
M 14a bl b% i 95 &, RV HERH D
Balcid, e COBL MR IC L
NI AT MLVBENPHEHRLTND Z
EWOND, ZOWKRIS TN, REH SR
BT OF40nmfE E O FEIN THE Sz T
~ UHWELANRZ ML THY | TERSARZ |
IWEMERDL D ThDH, KldablbDExE &
> 7eTERSA 2 kL Z ¥ 14ciZ”d, TERS
AR MVE—IRITWIC~ v B 7 LTk
REHITIZRT, B AT — 2 % 30nnH &
TEEREL, anbjHETOFZERIZBNWTT

U AR MVERS LT, KB THEE T REND AT FL-a,
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BLO-jiE, WIFRbBRE—D A7 FVBRKRE 5 2 REF 2 EHI TS 22 R RE THIlE
SAVDHSERSAN Y f b I —F Lz, —FH, P TKRKMTREND AT bb-e, —f
BXOgld, A7 hl-aZg P TR LNV RIZIA, MK SO T~ R R
DRI N TND,

K15 CRrL7zr—% I 660D
TERS A X7 R VIR AL D IR %
BHOMNZT DD, e—X I
66D T~ /N RITDNWT, B
PLBIEIEC X 2 LR BB R A 4T
W, IREIE— FERE L, BE
DTN RO & R 15 Uy
FBzLiroT, mEmEme 0 OO
BT AW EME R DN B
dedmE OMEERIZ W TEL LT, (b) TERS spectrum (Fig. 5-¢)

—W DI — 4 I L6GDTERS ALY b LD ) ' &
5T, SERSANY ML EFHPOBIRE 5 2 72 A
N7 D150 E D (X15-a) #[X16all, FF
BARTBIREZ R LA LD 1 D50E D (K
15-e) Z [X16bIZ7R"$, [K16adD ZA~<2Z7 L%
L CHRWEERN L D726 ARD /N RIZDOWT,
Z OIRBE A KPR T, £ 72, IS (i
PR 0 1064 nm) THOLNATZEBEF O T <~

(NRS: normal Raman scattering) A-XZ% kL

‘e] Aysuajuy uewey

(c) NRS spectrum
1 ex.=1064 nm

Raman intensity [a.u.]

1(d) calculated Raman spectrum
B3LYP/6-311++G**

(18c) L, HUERBHHE L0 E N |  scete fector = 0.9582

HET~ A7 FL (KH16d) 24T, FHE

TRLANT ]\/I/O)%\%v— }‘@'ﬂé@]i&@i\ %/,HIJ 400 661‘(‘) '26{;“'10100'1260'14100'16l00'1800
DNRSANZ M DZEHEFRELS em-1LAN T Raman shift [cm-1]

I~ L, T _XToORY FOEHET— FE2)F 416 (a) SERSA X7 kL & ¥ifl
Bd ol b TE I, KITIS, R D HFEA A DI %G 2 - B8 T~ =
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TRENE— &2 Rd, BREZR LTS T ~ v A

7 kv (c) BEDT < AN
7 kv, (d) BAHEFEEICK

NELNTET~ 2 AT ML,
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L — % — 3 (Pyrrometheneb97) & K — 7

L7z#F @M (BP 1) @ (110) & KE S 2,4000
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bhvbiid, R F 2 L 728 L FEIC K0 | AL N EE oy o s Re il )7 1
DBAFICIRY MATZ, LUF, i LIZAFZERREIC W T, NAB IO ZE~5,

1. ZHFCALIIEDBEF
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T H72DIIEXy y TREEEFHLT OMNERD Y TDOTOHNEF R EEFERHT
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376



56, X ?57),

BT, EGFPE B NRT — T2 FRIET 5 Z LI Lo THX ¥ v 7 i A OMEEN RNIEMHEL
THOANZ AL T D720, 7V =TV HNEERTHLI T LT M) 7 A8 X0
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WZPEE5 L7 (X 2 3) (IXI58),

/X 7 "E (monomeric red fluorescent protein.

Fo. aRXXTUULEGFP L TR AR H

mRFP) ICFt & &SN =F v v A

Z A CxECFP TR ONT-F v v THEE O RIEM

'ﬂﬁ mu&)gj’bfcﬁzhoﬁ_ (.04) z
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W, TNEDEIEH NI EIZOWT, 2HF RIS K D 0+ ARERIES, ED XDk
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ODEAEAE L LTHRASETEONEZ LD Th -7z, AMIEN TOE AL OEEMITIC
IR WD 72 9121%, 206 7-CALIAS 5t 2 Ml THBL L T\ 5 NEPEE A B OFERE A & FHLE
TEXHZENAEELRD, 2T, £ITFCALIIC X W WRPEE BE O RELE 23 il RE T
MaERRE LT,

BRI, RRRoE & RIS, BREEFOEMNEAE L LT, ¥x v 7 ia i
F ¥ FNVEHERTHaXF U EAEC) DO EDTHDHCx43Z VT2, £ v v THEAIL,
Biped 2 MRE = OCx 6RBAENFETEHZ LIk > TEREN S, Cx43-EGFPA3Cx 6E K
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