Znritsu

310D I mICEDIERIVURRELENAEE ALV

ARG LERHT

#EE K5 Taisuke Ochi, #2 HHA#  Tomohiro Matsui

(# FH]

F TR T~ BGEL(SERS) 13 2R 2 1 & OFE AAEH T /3 T D7 < HEELDY 103-106 52 HE RS DI
G, NEPSEDORIE SN EITZDFHEELTHEHEZED QD Bx i, 79720 DV 77 (22)
UHZETDRRETDIIECERL, TOREETICEDT~ U HELE R ROV TRAEL T, zz Wiz & e
A alRDITT7 2 (ZGNME AR EL Tr—#3 6GR6G) DT~ ELATH~-L25, zGNM T
13757 2 DEFED/ NEWVICH D LT, RINTOZT7 2 X0V~ BEBmARE 2 R
7oo ZHUL 2z MHIZED T~ U HGELASTRSIE RS NAD Z LA RIB L CVD, SHIZ RE6G B EK TS R6G 77 1+
1 zz SRR E 52 8bbh oT, 22T, BoNdT v AT I L DY — I &R D7),
ZOATIZITER DI VI TH D, AL TIEASAREZ O TAXXI VO — 7 fET 21T -T2,

1 I XCHIZ

R T E Y T, ZONO—EHIWENORET %
Fhi 32728, BIEEE O = R X —2 1 E ML LA L
Haid, INET VU BELEES, 2oL, R iREio = 1L
F—13 0 7 R T ORESCWE OIS Lo TR EDTD, AR
KA T DT v BELE OB R AR (T~ v TN hbZ 0
BERFEELIZOEELZ MLV T 228N TED, ZET~ 5y
JEEE D, ZHUT, TR R SR IETIEEATADILND,
LT ARG B, R, KXC-BREFHAIZRE, S
FR B COIGANERESNTWD V9, LL T~ BELR O
FEITIEE S, IRBBE A bRV L AU — Lt L DL
10-6 FREELNRNTe®D, MUNED Sy FORE IR EETH -T2, £
NERTHHHEOOESEL TR YR T ~ kL (Surface
Enhanced Raman Scattering: SERS)Y d23 51T b, 24
FEREDF EAEMZ N L TRAE D+ DT~ HELAS 103-108 %
IZHEBRE DL DT, MBS DT~ 53 N ATREIL 72D,

T IEIFCD LT DI AT IV OREFTIZIY, e/ 3R
BIZED =TT 40T A T NISANB D3, AT OE —
IREEDEMEL GG I, BN RICEHS DY, A X%
=L CGHliLZ0 080 TR STz, ZH LT R E
FIRT 2 HELLT, FRNCRELIZEENORIET —# % It
WOFEREHETE T B, _ARDEIUNTE SV T IE (AR
B OREHTHD,

AW TIITT7 2o DY 7Y 7 (zigzag: z2) 0\ FiA O RTEE
TARRE DB LT T~ B IR R OV T, KRFET
FX~<xTyF 7 (Hydrogen Plasma Etching: HPE)?~13{ZJ»
TIMISNY T YT FF7 2 ) ) Ay a(zigzag Graphene

T UYF 7 =%/ No.99 Mar. 2024

Nano-Mesh: zGNM)12: Wz et L C— i en — &I
6G(R6G) ) -5 W AESHE, ZDOT~U ATV EREL &
25, zz % CTld R6G 73 F D7~ EELSIETRENLDZE, R6G 47
T zz WHICEIRANTIR G T DN D ole, ZORE, T~ 47
HANRT MV DTN TAA R EE AT,

AT, 2GNMICLDT~ AAELIE R R LIS, A XEE
N AT MVIRHT FIEIC O W TH BT 2%, BLFICARE O
FREIR D, 5 1 B CIET v HGELE E O ATRR IS D Wl
o, # 2 BT SERS OAN=AAITONWT, # 3 BT
zGNM TOT~ U BEBETRB RN T, ZLTE 4 BT
Y% AT IVIRIT IO W TR 5,

2 REE®RS T EEL(SERS)

2.1 SERS

FEEDEMR ETHFIT@EF LV EmEnI v BElaiiEZ
T 9, ZIUTSF LB EDOM BEAEREN LTI~ BELD IR
SHTzBTHY SERS LFFTAL TS, F7- SERS Al Z 9 Hdk
% SERS SR EIT5, ZOHIRAI =X LELTIELL T O oA
EIN TN,

1. BRI (Electro-magnetic Mechanism: EM)19
2. /b # 1% (Chemical Mechanism: CM)16)

1. EM 3R EORE ST AT %, 2. CM IZHEREWHE ST
MOBEMBEEZ L7~ BELOWTR TH D, IO T3
NHIZOWTHBAT 2,

22 BHKFHIHEEM)

EM (3/R7ER 77 A€ (Localized Surface Plasmon: LSP)
B LT T~ O HGELIE A T oD, B 1 1IcF DR Z R, 7
FRE LIZEET OB FOLMNRIREI THY, EARKEICHR

37 (1) V77 =0 DVIYIIRI L DHRT ~ B L~ REE WA VT



NDTFRE B RFICR AT TAEEMES, ZORE T TAES
IERmOT /HEEIZRTETDHIENMBIN TS, 4Bz m (FFl
RA-OHLNRT) ISR A28 LSP Mk Ii, Adaedt
WTHIETASNKD 102-10% {56 KRELRNELHBEHND, Zh
(ZRO T~ BELDE EDBE RSN D, MAT, T~ #EL
# LSP LB IVIHTRENDD T, T~ BELIT ST, #GEL
HDW S THRE D, FFIZ, @RT RO nm ORET
IEFER TRV IR Z D2 LRGN TEY Ry hAR YN, %
MUZED T~ HELOBIREE X 109 12HD1E5 9,

Raman Incident Ilght
scattered light

"-~: ;’ & Metal nano-particle
; $
- C—

« €— Target molecule

1 @B Ri+0 LSP IZX DT MELEHEIRSh ThD
B, SO REND S, RO REDT~ AT, Wik
D4 8T SR LKL A OBRE T RO R MEIR A & D,

EM (23£-3< SERS HE:MEL TR DT Jhr T2 HEGED
TR ANDNDTENZL, I 105-108 DHEFREEAGS
N5, ZIUTFRERHTT N TOZFICKH L TEHKD T, oFFEICk
SIS IFIS LD, UL, ZORTEE LAY ARy M
KAFT 551, LSP LOIEMBIZ LV RERFEENE E D720, HAR
BEALLIZY, WEX RO T REELTZ0 T2 RN DD,
Te MR — AR TIRN DTy F 3B EAZE DI AE T D7
DPLIRNRE, FELE - B — M AR A MRS O R EE
ZTND 17,

2.3 1EZERIHEHE(CM)
CM (3t -2 I TR & D Bm A B3k
NTOT< HELTIER 2(@) iRt il
5 F D e b A 4y B (Highest Occupied Molecular
Orbital: HOMO)DE 1A A IS Lo TIARR BB IS it S iz
%, @QOERELL TT~ U BEDEEZ BT L T HREV R E D S
NIRIBITERB T2, 2O MK O =30 F —73 10 HOMO
LRARIE S A 2y FE LUMOLowest Unoccupied Molecular
Orbital) D= R/ X —ZE LU NGA IR T < U BELEFR R
A, RSN E - DMARIRRE TITR< ER OB IREBIC i S
NBZEMND, LN T~ U fELAEES (B 2(b) ., —77, AdHkt
(ZEo THMRDE T 233 7O LUMO (TS, 7~ fEltz

LRI LA RTH D, 1l
, ODOEfFELELT

T UYF 7 =%/ No.99 Mar. 2024

38 (2) /T77zrOVTY IR

B U TRB R B CER T 20N EBEMBIIIERIC LT~
LA THY (B 2(c)), SERS ® CM Thd, 7=, 113
RN T D2 LR TRIEFEZESND 5 T DO R0kt
CM O—REZEZ BTN 2,

(b) Resonance
Raman scattering

(a) Raman scattering

4  Molecule LUMO Molecule LUMO
Imaginary state Incident
3| Incident -----@)-::E;;an light Rarrt1tan o
2 1 light ) scattered li
il R W ORI scattered light | /. .
Excited state
HOMO HOMO
(c) Charge transfer resonance
A Substrate Molecule
. ) LUMO
| Incident light
>
2 Raman
Wl Fermilevel| ©~ ./ scattered light
HOMO

2 () BHOTUMELIBE, (b) EBTv U HELBE, () BB
B LT~ WELB RO AK,
24 SERSEW{RELTDIZ 7z
SERS OJHAN =X MT—fEAICIL EM & CM ENEAEL T
WD, CM 2 DWW TCORFRIZZNETHEV RSN TR T,
ZAUT EM ICEDHRATRA TH L LITIMA T, CM DA HE
3< SERS MR, 3725 LSP MRS /27— LT
HREBREEDLODBE LN Tholz, LML, JTFAT—/L T
AR 2 IRTEWE T2 F7 = ORIV CM 123
S SERS BARBRIESN TN, EEE, 777 = 25 RkET 5T
ETr—43 6G(REG)® DA, 7Hry T = 80T IR L
T4Yy IXI8 20 L\ Te Sy - DT U AL IR S D EE T 03 e
RN TRY, IR OB TIREC A K DT RN F — KA
CM CitB CEHIERINoTND 2D, ZHLIZSTT7 2%
T U BELOBEBR EE 13 ~103 & EM I2£-3< SERS FpRiz b~
TNEWA, LSP IZEBRW D THRED LEIEAR V), E2F 1A
T VTR, S TR IR E LT WRE, e/
Wi112dD SERS A TW-REE R CEA I3 HD,

3 DUYTmICK BT UEELIE R
31 U370V umikeE

757 2243 (@) T IR RIFE - DUED = oD fRHE
JT-L sp? AT HIETHRATRDO = IEEEESTND, £
DOHEIEND, 777 2 OiEiEEL LT 2z LT — LT = TG

L DHRT ~ AELL A A RER N AT DU



EBADIENTED, 7772 OB IRIEL, B0 RNX—
SIS — (T AT 1) TRIODFHEEFR M (B 3(b) M),
2z S ClET AT 7 AT BOIRN (T Ty M) TR LF— /SR
MBS (B 3(0)FR#M) . ZAUE 2z BBV TI T T 2L D=
DRBMERBINDZ LTI DH DT, 22 W HELIZE TIRE (22
HIRAE) MBLINDZ LA/ RL TN D D9, BT TR~/ ko2 CM T
#3< SERS TR DOE FRENEE ThHD, 2z WHlTITES
NERLTOLHIEND, ZORIEEFEN LT~ BELH RO
ARSI RS ND,
(@) zigzag edge ()
B, O O

Zigzag edge state
Dirac point =,

abpa JleyouLe

3 () 797z 2o REEE, (b) 777 =0 OERIED
KX, TR T 7R EZ R L TD,
3.2 EBRAX
ZNETOMENSE & 1TKFET T ATy F 7 (HPE)P 13
Lo TIF7 20T zz S CHENTNAFEOT /By M ERIL
TR EDZENTED 1219, B 4 IR 720 F7 = Ff- 0D
JeFBEM % (B 4(a)) &R 7 T 77 B 14 8% (Atomic Force
Microscope: AFM) 14 (B 4(b)) o —fHlZz 4, /77 =%
SiOa/Si Fti Lo/ 77 7 ANEBEBIL TIBITZ 3 DI T 7 =
TL—0% R LT, ZO%E, IS 210 pm AF RGNS
B, KGOV IRNE-EIRT T7 2 BMF6ND, 777 2 %11
R 4 1RT I, OEODTL— 2 HNN T (pristine) i L
zGNM fEIRZERIL, 2D 572 > OEENGD T~ U #ELE —
DSy e~e e 7 TRIE LT, ZRUCKOHIEZ L oL — i
DEALRR, 7T7 2 REDHNRHEREDE R BEG LT
BRI T 2IENTED, 2z SIRREIZL DT~ BELOE iR
FhRER D201, PEHL —VFDAR Yy M~$500 nm)NIZ%
D zz WiEHFONDED, 2zGNM 1213564 K E~100 nm DA f
JF /e hAs 200 nm fIFE T E AR RIS BESML TV A,
4(b)?> zGNM FEHIRIZ R 2 2 ANAEDO RN HPE IZEk-> T/ 57 =
ANERILIZ AT /ey R THY, F /8y RN TIEFEMRD Si02
DBHL D, ZOEX, T I/E YNNI T7 2 0 2z Sk o
T3,
T BELOBEIEICIE 532 nm DL —HPICLDHL—F T~ 8H
W8 2% -, I CROITEAT MV E T 570, B

T UYF 7 =%/ No.99 Mar. 2024

B CRd I~ AT VY, TR T~950 em ! IZBINWD Si
B ROE — 758 THBLL CTD, ZHUCED A VSR 1T
R OBENIAFY -V OBELE 2 5L TED, SERS R4
FARDT =T L TUL, 2O BT R6G 5 1% H
Wz, JEEEAY 0.1, 1, 10, 100 pM2Y (3L% 0.05, 0.5, 5, 50 ppm
(ZHIE) O R6G BRI T 7 2 F/T AR T LT, R6G 1%
II7 2 BB A ST,

(@)

a
pristine zGN

(b)

electrode

4 MERL720 57 =2 1 Ola) JeFRMEHE L (b) J5 7B L.

33 ERBERLEE

5(a), (b)IZ#2SE 10 uM @ R6G &R CIEARL 7= pristine 7
77 =2, 2GNM TN ENO IR TRLNTIZT~ > 53 e AT bV
ZRT o IO G ONE R, ENERE TR T A X k%
o TE—I 3 RLIZbOREMEDERTHY, ZNHTRTO
U= RLADEELONBERTHD, WTIOLAEICH, 7
FT7 = ATHETD GBI D RO, R6G 4y TSk
%a —mOE—IINHINTND, 2055 G SV RIZT T 7o
DN=H DFEIEICHE R T 20T, ZOMEILTT7 2 OEFEIC
L, Ayt =ik zGNM Tl pristine 777 = OAID G
NURDPNSL 722 TNVD, —J7, D ASURIEASL—REELE WO R
APV BCELICEERIL, =0 S T oD RGO B2 L9~ 2 2 &
b, pristine 757 = Tt D /SURIZTK/NESWA, RN T L=
zGNM TiL D N RRBLANTND,

Si02 #ifi L CIET~ U BEELOBTRITIFL AL ST, R6G 47
FHROE—2ZIFBRIShRN, L2 T, WTFhoOER ETh
R6G 4y T-HROE—IREHIS/-Z 81T, pristine 777,
zGNM L2 R6G 70 F DT~ BEL AR T 2R N H o2 LaoR
LT\, @2 R6G 43 1-HROE —2D5h, ~1500 cm! |2
BD g LT —T (g BE—2)IZEBL, BE—7ED R6G
BB 6(a)loid, pristine 777 =2 ETOE 7
FE(P)% T, 2GNM HEMR - TOE—2 8 (M) % BA TR T,
RRFLI D701, H IR T iDL TS FEL TS,
R6G 73 DR LILITR,, Mgl I RE/eHTL, ZL T DR
JEIZBWTES Mg DJ5758 Py JOBREW, §70b5 2GNM Loy

39 (3) /T7= DI I L DRERT ~ AL~ AU A MR



3 pristine 777 = EXOHERS T~ BELS RS TWA T E
DG3%, Si02 FH Tl R6G 7 FHIROE —I/ MR FHNenie
wHE 2 %L, zGNM TIER6G 7+ DT~ BLHRICF 5305
WE D/ NIWNTH DL, RENTFT7 2 OERIOGFE T
EAE Y 720 DG BIRE P RENZEITHFEIMT L, 208X
zGNM (ZiEéH>C pristine 777 =232, F/E Y NEDO
2z Y CHRVN T~ BELIE TR R DD T LA RIRL TUD,

5 T T T T T T y T ¥ T

4 [ (a) pristine graphene ]
=y 3 A ]
C .
; ) ‘ h
2 1 " ]
S oS IINALI
%_1 | 1 1 | 1 |
c a b e f g h i1jk I m
2 D-band G-band
£5 T l\‘ T T T T | —
o 4 (b) zGNM ]
83 '
£ 2
g 1

0

_1 " 1 L 1 L 1 L 1 L 1
1200 1300 1400 1500 1600 1700
Raman shift (cm™)
5 (a) pristine 77 7= L, (b) zGNM L CHRIESHZHRE 10 uM
DREG 3T DT HART M, TT5T7 2K TDH G BX
D ANURE, RE6GIZHKTDa—m OE—7DHB0 g&—J%
BAHTL TS,

ZZT, zGNM L THRLNDE—T8ENT T7 2 ER M HD
FhE 2z WD DOHFRHE DR LAY THLERET D, ZDLX,
pristine 7’77 x>, zGNM D AN F G 4V DOE— 7KL 2
NZNP, M, zz MO BA RSB 70O — 7 ELE,, BALFHE T
HEREFICEENDT T7 2y OEif% T, 2z WD RSELETD

L,
M=r-P+L-E, (1)

ERED, LIZW- T, T tilliE AL g B — VR ER,,
Mgk, AFM&ILIRILT v, L 0D, 223 bDH G Egg 23R
He, 0 R6G WEKRFNEIR 6(b)DE127082, Egg IZHREN
10 uM LA FTIHIEE —E T, 100 uM TRELARDZEN DT,
U zz SRS L7 R6G 2 T OB R 0.1 uM ¢ Clofa
L TWDTZEAREL CND, §72105, RE6G 4313 zz il &R
HINZRAE LT 47T 7 = RIENTRAEL, IEE 10 pM A5 100 uM
DT, 28 B U EDOBAEDPIEES>TNDHEBZHND,

7YY TF =%/ No.99 Mar 2024

= o T 6
5 4}@ h P2 i"a))
£3 ¢ I 1sgsf
% 8,
an ni Ui 3,02_ [ { {
L $ 1
ol : : : 0 : : :
0.1 1 10 100 0.1 1 10 100
R6G concentration (uM)  R6G concentration (M)

6 (a) pristine 777 =21, 2GNM LTO g & — 2758 (P, My) &,
(b) g ¥ —212561F % 2z Bih b0 % 5-(Eog) O REG I EEIRAFIE,

4 RAZEERAWE=SIURHARY MIVENT
41 RA XL

DHAXTINVDIFEHT T, HDHTA—ZEvh 0 DEFOLE
BHE x = (%1, Xz, o0, %) KT DRET —Z y = (1, Y2 00 Vi)
%, BB f(x;0) 1L THLNAHEEM e THELTHZL%E
Rbd, COLEHETEE e &7 —F y LOFEEEEd LT 5L,

e=f(x0) )

y=e+d (3)
EETD, I TG NT ALY 0% RODIFIEELT, — %
FOIE, fe/NZ3RIE, il ZLTRARIEEN) 3 DD FED
HHN TS,

/N TIRETIFRESE d (DFSF) D3R/MNTe5 8512 0 3K
Wb, ZOEEXNTA=HEvE § NORDOLNDHEEM e 1372720
EOTHY, TNEWET —F y LOZESEFMT 5, TILUIXL
T, ABEERARE TR ZOEE LD TR @V | LV ) R
DOWEEEENT D, e LIETIL, #15E d BHDHMEF /I ITHED T
BEBET D, DT A—HEYR 0 B2 EEIC, WET —X
y B f(x;0) +d THONDHEE p(y]0) 252D, ZOMELI
KE7eD (b ELHLW) (T A—H vk § ZROD DO AIET
5D, ZZTp(|0) 1% 0 LWIEMED T Ty LWHEEZEHEZRT
HHDTI R EMER ) EIETNLD, DBICLoTIHRE BHLL
IR EE RIS LH IS, /s VB LR EVRITRAZE d AT
FTHEVDRTIIELTRY, EBE, f878 d BHVAGRIIEI LT D
L&, WHOMIT— 5D 29,

FHUCKH U TARARIETIE, "IA—Z 'y 0 ZMFEEHES
25, Trboh, FANZI0 13§ 2l L CoDIEHER £%EH O H
TAGHICHED 1ELTH 2, TNE TSN HEE BN E
T =2 E BB T OMENDARER DT A=y 0 ZHEH
LTV, SVRZ DL, ATTREIENORERE THIT DN ZFik
R BIEICH LT, A RIE TR EZ TSR O RAHEE L
TV, U 7T aER LRI EL WA, BRI TN T 0

40 (4) 757 = OV TP T L DRRT~ AL~ RUE =AY W



ZEND, BTE O3 B Th LTS,

FDTDONRARYETIIAZ —ReTp b/ T A=y k 0 OMEES;
i p(0) MBLET, ZNETFRIDA LS, ZIUCHIET — 2%
RS DL TRIA=F Y 0 DIRELGA ) 215D, Ffhir
ik, PIET —4 y DMELNTZ ETORT A=k 0 OERSy
i ThHLHDTHRMAEMHEE p(0ly) LRiLsh,

p(y10)p(6)
p(¥)

LREEND (RAXDER) , Z2THEO ply) HHET —4 y
MEZDIERTHY, 372 <TO 0 IZ OV TR LA

p(y) = f p(yI0)p(0)de ()

p@ly) = (4)

Thd, RIL, [HAWET —F y BELNT ETORTA—F
toh 8 ORISR p(8ly) 1X, PIET —% y BEIDHHER p(y)
EVIHIRHDL L, NTA=FEYN 0 BNEBILZ ETRIET % y
DEZDHEF (= p(y|0)p(0)) THDHIEWIZEEZRIL TS, b
RN, FRIDMMEL TR ME B R, BEDIHINE/RTA—
SHEETDOBEAIETHHEE 2D D,
42 <)L JEHEELTHILOMCMC)E

AT Il 72 LA RIETIER DI I > TELR A p(6]y)
EHET D, oL, FHI p(0) SRAE p(y|0) ILHEA
HICHA D03, ZNHDOEOFE s (U(B)) Thop(y) OFFAMIEE
BTV, T TEHEEE S22l —ar THE N ER
DELFERHY, TOOESLL T a7 BT T hle
(Markov Chain Monte-Carlo: MCMC){EAEIHN TS, 2
IR OHERSMNBEIDOEREITOFIET, | FHITERS
NBHEEL 6; NEDERNAERSINT 6;_ IO HEEINHEN)
< NaATZEHEOE R FE, EOEEARLOF RO E A
FTHELTHLRELNISEODFIEICESNTING 29,
MCMC JEICE» TSN NED/RTA—ZT Yk 0,,0,,...,0y
Zp(yI0)p(0) WCRATDHE, & 0 IZKLT p(y|0)p(8) DfEEFA
BOBEIE N3 0nD, IO, BT AN afEn LT 5 kI
Ko T p(y|0)p(6) OFEMELFH T HIENTED, ZDHE
B, K@Lv, EESMp@ly) 2BHENRTED, ZOLE
MCMC E&EMEDZET, FH I OMEEBREIRDNTA—H
Ty MEEHANICEDERIMTONLDT, ZhRRI 2l —
LA EATHIZENTED 29,
43 RAZXEERAWVZIIURHRARY MILVER

— NG FEANRT ML BRI DA KL D — L Y5 L,
FERT T OBIRBIZIILO LT DT X LR TV RSO ER

T UYF 7 =%/ No.99 Mar. 2024

BOHELTRITED, AIETIET v D HARI LT O
—U—2Za—L Y R ET T ABB DR LA THLEE T +— R
BIEV (x;0) 208 B 2 7=, ZDL%, T~V 7h x (em VIZBITLHT
VU GHASRTIVIRE IET —4) y 1%, MEOY—2, $72b
LMEDOEET +— 7 O TV (x; 0;) Lif7E d 7D

M

y=ZV(x;9i)+d=f(x;6)+d ©)
i=1

LEEXEREED, T BHOE—IDNRTA—L YN 6; I21F,
RIMVOYE —TBREE I, ©— L& py, PERE T, ALk
a; WEEND, TTRLR a 3T AEEED—L Y BB DORE
HCeHY, a=0 2537+ — 7 NI — L UV BBUS, a =
1 2251E T ABEUT 8%, £, 375 d 13 0, IRHERE o D
HAIAZNAEIBDET D,

ZOREDHE, LEp(y|0) TR AAip(0) %5 25, R(6) LY
WET =2 y 1TFIE f(x;0), FEHERZEE o DY A3AITHED
DT, LEE

z 1 i ir 9 2
p010) = [ [ = <—W> )
i=1

ERIND, —F, FH1IHAA p(0) 1T T X TD/NTA=FIZDONT
EBRELRSTUIRDR N, 22T, =25 E T T+ ks
B — 78R A #fioT0 < 1 < ADHPHO — B AR, AU A
al30 < a<1 DFPHO—HEGMELTe, T~ 3 HAST VR
R 28— 2L LT, R6G 43 7% Af-72 SERS DS THF5E 19
202905, a — m O 13 {HO—21Z, 'F7x2D G /N RED
WNUREMZIZEF 15 [HEE 2T, ZDOLX, TNHDOY —I( & u
(em=TIATAIZE 2D — i i (cm™)Z FEHIfEE T HHEUE
W7 5 (em DDOH TV AGATE LT, BRI, FEAME T (em )iX
ZHETORERND, ) 30 (em™), HHERFZE 10 (cmHDAY
A AiEUlc, ZbEELDDHE, FHRiiFA p(8) XL TFD XS
FiT5,

_ 1 (ﬂj—ﬁj)z
p(e)—n mexp(— =

1 < (1 - 30)2> 11
. exp| — 2
V2007
ML ETHERAISMELERRE ERTDHILNTEZDOT, Zhb
Z G MCMC HEIZE > THER O MEHEE LT, MCMC EDFELT
{21 Python ® MCMC 475U Gind PyMC (235N T%
No-U-Turn-Sampler Z{# L7,

41 (5) 777 = DV TR L DHIRT ~ L L~ AEE RN ART VT



p(ug) (1fem)

1530 0 01 02

1520

1510
1500

g (cm)

1490
1480

0 200 400 600 800 1000 O 50 100
MCMC sampleindex = Number of events
(x103)

7 (a) MCMC £ &035172 1,000 A5 Dugl, () ug DEARTZ
L (B) L2 DR OR) .

R 10 uM @ R6G 43 1 TEHL 72 2zGNM D7~ 53t A~
71V (B 5(b)) iz T MCMC #ickviE5Hh7= 100,000 &0
NIGA=LEyh 0 DD, g &= OV — i u, O RER 7 12
7Y, B 7(@)EZ055H0 1000 185 DOug T, 42 100,000
Gy DEANT T 0B T(DNZ BRI TRT, pgl THERANC S ES E2
& LDD, BLE—EOHPFANITIRL TWDIENF D,
7(b)DF# T3 F T3 4ip (ug) (0 1505 cm ™!, 0 = 5 (em™)
EAE)ITKIL T, FERT — & RS E T F 5504 TlE, s
IhELTRD, FOMESZE(LL TODERTF 235302,

ZDINARARIEILE ST, ERTA—HDFE A ERDDHT
LINTEDN, AT M B =3 FT 2120120, £D
G3 A D DD B 2 A BRI E AR TER DR, — RIS oA
DOIAEE THHR A F#H MR (Maximum a posterior: MAP)HE
TEAE L, F 8 A0 O B T b 5 W75 F %% T 3 (Expected a
posterior: EAPYHEEME AR S1LH03 25, AAfF70TIx EAP HE &
EAERAL,

4.4 FRUDHIRARY FILETOFHE

BB A BT o T A WUIRHT O 3224 % 245, B 8(a)
1B 5(b)&FHETHELbIc, B 8(b)icH /) TRIEIC LSS
e =2 R OFEREmd, — R, &/ TRIETHRIER K%
TAT AT TETVDIINCRRD, LIL, WO DE—I)
BRICFHBE TN, B LENRESBBL TV, HD
WEBABAR /A R e =2 LU CREIiL T2 LT D, — 5T
NRARIEICLDEHTTIL, 20572 L3R ETELT, Joiky)
O JEART IV BB E— I IR TETND,

T UYF 7 =%/ No.99 Mar. 2024

'_(a)'Bay'esia'n method ]

] . 1 R 1 . 1 ) 1 J

NWHEON=2O=2NDNWHAO

-

Normalized intensity (arb. unit)

-1 L L L " L
1200 1300 1400 1500 1600 1700
Raman shift (cm™)

8  zGNM JEH ETHONZILE 10 uM © R6G 4 F-DOF~ 43k
AR IV (IR R DY — 2 55 ff%(a) ARk, (b) i/ ZFRIEICE
DT ST R
FENT D224 MEIT pristine fEIKE zGNM f8IKk DT 7 = E 5>
DEELIZBET2BEZNOUIER TED, LRI T~
IHTHELND G ARV ROE—IIREITT T7 2  OEFEIZE B L
Z AT %, B 8 TRTHEIEICOWVT, T 11T pristine FEIHRE
zGNM FHID G N RREEHE O, ZL T AFM 4755 1]
L7z 2GNM (ZBITHHALRFEE Y72V D7 T7 =0 OEifEE7R
7, R6G 43 T- CIE#T i1 (w/o REGNTIE G /N RIREE b D A
L HND HFE T EREO+0.1 FLEOFPR I E > TND,
R6G 43 1Effitk (w/ R6GITHY T 7 = DN E DL/ UL,
G /SRR X RIAR FE O A LD L WIFES LD, FEEE, R6G (Eff
BAZA_RARIETHELNT G ASUNRE T RS- mfE e
ERICHETHD, —F, &/ RIETITRE T REEL,
Ay affiETHAHILT O zGNM D723 pristine fAILDH KX
72 G NURREZRTHRERDPBEONTND, ZOZENHY, D7
ELARMFEIZ BN T, B/ ZRIEIC KD 2 S T, X
AR L DIRITIE RN Z S THDHZEN DD,
£1 5L SITRT IV HAINUCEITD G AU NHEB L
OSRE L, ZOFEFIOWT AFM ICEDES - B R i

BHIVDTT7 = DOEE T,
Pristine .
G-band intensity graphene z((]?rwl\cli\l ( A;j;l;(?)
(P;)
w/o R6G 3.96 1.58 0.42
Bayesian | 550,063 | 1.78:0.41 | 0.59:0.19
method
w/ R6G

Least Squares
method 2.91 3.02 1.04

Graphene area ratio of zGNM 052

estimated from AFM images ’

42 (8) 777 = DV TR L DHIRT ~ L L~ AEE RN ART T



5 F&&

BB EN IS FERIFERE(CM)IZE% SERS 2 RICHERL,
U570 2z S RIELTZEB TR DT~ BEL ORI O
T~ 7z, AN T (pristine) D77 = k& zz a9 % zGNM
I R6G D FAEWESETIV L DA ERELIZEZA,
ED R6G BETH zGNM L THLND RE6G 431 DF~ U HIEL
SRIED TN pristine 777 = EXOH KEWZEN o7, T
1% zGNM @D zz il 8D, HRWT < U ELO IR E > TWHT
ERRBL TN, T BELTREICKI T2 2z WD F 5 AFHE T
%&, R6G 53 177 zz Sl SRR AE T DT b boh o7z,

ZoLE R6G 0 FIFMERPHANICZ O —2&E DD TAN
IV TR D/ “RIETIEL T LHETIIAS IR
NEE— IR HIENTER, £ CTARYFIE TS O
I CH LN DA R kA TR LT,

ABIOWFZEIZEY, 757 22D 2z SRKIEE AL TRV T~ )
ILOBRMNELNDZEN D 0T, RAFZETIL 2GNM 4L
7208, ZOWE T /Y MNIE T~ o BELIE TR R D72\ Si02 Feik
NEHLTEY, T~ BELERE LU TURE e EL TWD, 2
ZTCzGNM RN T.OYT7 = FICEiRESHZ N TEE, T
JEVENPDB T TT = AL DRI~ B NLD DT, T
~UBELIE IR R E L TR RERDREBELNDL THAD, IHIT
{bF72 FiETERIL I RRIRFE DY 77 =% zGNM TN LL,
FNETVLX VT NIRBNTAN L LOTT7 2 RS TENL,
K0 EAMRT~ HEIE R AR OGO N D EWIR S D,

Bl

AWFFEO—EINL, TR PR ~T VT VSR —F A 77 )
HI¥ (FREE S JPMXP1222UT1064, JPMXP1223UT1029)
DIFZT T, FTORKRY: RHESRAE 7Y — b — SN
THLS THEMSNELT,

SE X

1) A.F Chrimes et al, Chem. Soc. Rev. 42, 5880 (2013).

2) P. M. Pancorbo et al, EPL 136, 34001 (2021).

3) Y. Kitahama et al, Anal. Methods, 15, 1028 (2023).

4) M. Fleischmann et al, Chem. Phys. Lett. 26, 163 (1974).
5) J. Langer et al, ACS Nano 14, 28 (2020).

6) G.D’Agostini, Rep. Prog. Phys. 66, 1383 (2003).

7) M. Fujita et al, J. Phys. Soc. Jpn. 65, 1920 (1996).

T UYF 7 =%/ No.99 Mar. 2024

8) Y. Niimi et. al, Phys. Rev. B 73, 084521 (2006).

9) KA, TV T U= 96, 26 (2021).

10) A.E.B. Amend, et al, e-J. Surf. Sci. Nanotech. 16, 72 (2018).

11) T. Matsui et al, J. Phys. Chem. C 128, 22665 (2019).

12) BREHER et al, 72 VYT 7= 97, 28 (2022).

13) T. Ochi et al, Carbon 203, 727 (2023).

14) T. Yokosawa et al., e-J. Surf. Sci. Nanotechnol. 20, 139 (2022).

15) M. Moskovits, Rev. Mod. Phys. 57, 783 (1985).

16) J. R. Lombardi et al, J. Chem. Phys. 84, 4174 (1986).

17) C. Zong et al, Chem. Rev. 118, 4946 (2018).

18) X. Ling et al, Nano Lett. 10, 553 (2010).

19) Y. Wang et al,, Appl. Phys. Lett. 99, 233103 (2011).

20) X. Ling & J. Zhang, small 6, 2020 (2010).

21) X. Ling et al, Acc. Chem. Res. 48, 1862 (2015).

22) inVia Raman microscope, Renishaw plec.

23) M i mol/l ZE 9 5,

24) TEHBUH - AR, Bass &5 MCMC, akth (2020),

25) A EHEY), DT VR — 3B, A — ot
(2014),

26) JBRAFHH, B AL PR 34, 86 (1992),

27) A. M. Michaels et al, J. Am. Chem. Soc. 121, 9932 (1999).

28) H. Watanabe et al, J. Phys. Chem. B 109, 5012 (2005).

BEH

R K 58
Setin B AT FE AT
RIFHFE=

&

4h

Fax S A
St B A FE AT
SR

5>
by

43 (7) 777 = DV TR L DHRT ~ L L~ REE RN ART VT




<<
  /ASCII85EncodePages false
  /AllowTransparency false
  /AutoPositionEPSFiles true
  /AutoRotatePages /None
  /Binding /Left
  /CalGrayProfile (Dot Gain 20%)
  /CalRGBProfile (sRGB IEC61966-2.1)
  /CalCMYKProfile (U.S. Web Coated \050SWOP\051 v2)
  /sRGBProfile (sRGB IEC61966-2.1)
  /CannotEmbedFontPolicy /Error
  /CompatibilityLevel 1.4
  /CompressObjects /Tags
  /CompressPages true
  /ConvertImagesToIndexed true
  /PassThroughJPEGImages true
  /CreateJobTicket false
  /DefaultRenderingIntent /Default
  /DetectBlends true
  /DetectCurves 0.0000
  /ColorConversionStrategy /CMYK
  /DoThumbnails false
  /EmbedAllFonts true
  /EmbedOpenType false
  /ParseICCProfilesInComments true
  /EmbedJobOptions true
  /DSCReportingLevel 0
  /EmitDSCWarnings false
  /EndPage -1
  /ImageMemory 1048576
  /LockDistillerParams false
  /MaxSubsetPct 100
  /Optimize true
  /OPM 1
  /ParseDSCComments true
  /ParseDSCCommentsForDocInfo true
  /PreserveCopyPage true
  /PreserveDICMYKValues true
  /PreserveEPSInfo true
  /PreserveFlatness true
  /PreserveHalftoneInfo false
  /PreserveOPIComments true
  /PreserveOverprintSettings true
  /StartPage 1
  /SubsetFonts true
  /TransferFunctionInfo /Apply
  /UCRandBGInfo /Preserve
  /UsePrologue false
  /ColorSettingsFile ()
  /AlwaysEmbed [ true
  ]
  /NeverEmbed [ true
  ]
  /AntiAliasColorImages false
  /CropColorImages true
  /ColorImageMinResolution 300
  /ColorImageMinResolutionPolicy /OK
  /DownsampleColorImages true
  /ColorImageDownsampleType /Bicubic
  /ColorImageResolution 300
  /ColorImageDepth -1
  /ColorImageMinDownsampleDepth 1
  /ColorImageDownsampleThreshold 1.50000
  /EncodeColorImages true
  /ColorImageFilter /DCTEncode
  /AutoFilterColorImages true
  /ColorImageAutoFilterStrategy /JPEG
  /ColorACSImageDict <<
    /QFactor 0.15
    /HSamples [1 1 1 1] /VSamples [1 1 1 1]
  >>
  /ColorImageDict <<
    /QFactor 0.15
    /HSamples [1 1 1 1] /VSamples [1 1 1 1]
  >>
  /JPEG2000ColorACSImageDict <<
    /TileWidth 256
    /TileHeight 256
    /Quality 30
  >>
  /JPEG2000ColorImageDict <<
    /TileWidth 256
    /TileHeight 256
    /Quality 30
  >>
  /AntiAliasGrayImages false
  /CropGrayImages true
  /GrayImageMinResolution 300
  /GrayImageMinResolutionPolicy /OK
  /DownsampleGrayImages true
  /GrayImageDownsampleType /Bicubic
  /GrayImageResolution 300
  /GrayImageDepth -1
  /GrayImageMinDownsampleDepth 2
  /GrayImageDownsampleThreshold 1.50000
  /EncodeGrayImages true
  /GrayImageFilter /DCTEncode
  /AutoFilterGrayImages true
  /GrayImageAutoFilterStrategy /JPEG
  /GrayACSImageDict <<
    /QFactor 0.15
    /HSamples [1 1 1 1] /VSamples [1 1 1 1]
  >>
  /GrayImageDict <<
    /QFactor 0.15
    /HSamples [1 1 1 1] /VSamples [1 1 1 1]
  >>
  /JPEG2000GrayACSImageDict <<
    /TileWidth 256
    /TileHeight 256
    /Quality 30
  >>
  /JPEG2000GrayImageDict <<
    /TileWidth 256
    /TileHeight 256
    /Quality 30
  >>
  /AntiAliasMonoImages false
  /CropMonoImages true
  /MonoImageMinResolution 1200
  /MonoImageMinResolutionPolicy /OK
  /DownsampleMonoImages true
  /MonoImageDownsampleType /Bicubic
  /MonoImageResolution 1200
  /MonoImageDepth -1
  /MonoImageDownsampleThreshold 1.50000
  /EncodeMonoImages true
  /MonoImageFilter /CCITTFaxEncode
  /MonoImageDict <<
    /K -1
  >>
  /AllowPSXObjects false
  /CheckCompliance [
    /None
  ]
  /PDFX1aCheck false
  /PDFX3Check false
  /PDFXCompliantPDFOnly false
  /PDFXNoTrimBoxError true
  /PDFXTrimBoxToMediaBoxOffset [
    0.00000
    0.00000
    0.00000
    0.00000
  ]
  /PDFXSetBleedBoxToMediaBox true
  /PDFXBleedBoxToTrimBoxOffset [
    0.00000
    0.00000
    0.00000
    0.00000
  ]
  /PDFXOutputIntentProfile ()
  /PDFXOutputConditionIdentifier ()
  /PDFXOutputCondition ()
  /PDFXRegistryName ()
  /PDFXTrapped /False

  /CreateJDFFile false
  /Description <<

    /BGR <>
    /CHS <FEFF4f7f75288fd94e9b8bbe5b9a521b5efa7684002000410064006f006200650020005000440046002065876863900275284e8e9ad88d2891cf76845370524d53705237300260a853ef4ee54f7f75280020004100630072006f0062006100740020548c002000410064006f00620065002000520065006100640065007200200035002e003000204ee553ca66f49ad87248672c676562535f00521b5efa768400200050004400460020658768633002>
    /CHT <FEFF4f7f752890194e9b8a2d7f6e5efa7acb7684002000410064006f006200650020005000440046002065874ef69069752865bc9ad854c18cea76845370524d5370523786557406300260a853ef4ee54f7f75280020004100630072006f0062006100740020548c002000410064006f00620065002000520065006100640065007200200035002e003000204ee553ca66f49ad87248672c4f86958b555f5df25efa7acb76840020005000440046002065874ef63002>
    /CZE <>
    /DAN <>
    /DEU <>
    /ESP <>
    /ETI <>
    /FRA <>
    /GRE <>

    /HRV (Za stvaranje Adobe PDF dokumenata najpogodnijih za visokokvalitetni ispis prije tiskanja koristite ove postavke.  Stvoreni PDF dokumenti mogu se otvoriti Acrobat i Adobe Reader 5.0 i kasnijim verzijama.)
    /HUN <>
    /ITA <>
    /JPN <FEFF9ad854c18cea306a30d730ea30d730ec30b951fa529b7528002000410064006f0062006500200050004400460020658766f8306e4f5c6210306b4f7f75283057307e305930023053306e8a2d5b9a30674f5c62103055308c305f0020005000440046002030d530a130a430eb306f3001004100630072006f0062006100740020304a30883073002000410064006f00620065002000520065006100640065007200200035002e003000204ee5964d3067958b304f30533068304c3067304d307e305930023053306e8a2d5b9a306b306f30d530a930f330c8306e57cb30818fbc307f304c5fc59808306730593002>
    /KOR <FEFFc7740020c124c815c7440020c0acc6a9d558c5ec0020ace0d488c9c80020c2dcd5d80020c778c1c4c5d00020ac00c7a50020c801d569d55c002000410064006f0062006500200050004400460020bb38c11cb97c0020c791c131d569b2c8b2e4002e0020c774b807ac8c0020c791c131b41c00200050004400460020bb38c11cb2940020004100630072006f0062006100740020bc0f002000410064006f00620065002000520065006100640065007200200035002e00300020c774c0c1c5d0c11c0020c5f40020c2180020c788c2b5b2c8b2e4002e>
    /LTH <>
    /LVI <>
    /NLD (Gebruik deze instellingen om Adobe PDF-documenten te maken die zijn geoptimaliseerd voor prepress-afdrukken van hoge kwaliteit. De gemaakte PDF-documenten kunnen worden geopend met Acrobat en Adobe Reader 5.0 en hoger.)
    /NOR <>
    /POL <>
    /PTB <>
    /RUM <>
    /RUS <>
    /SKY <>
    /SLV <>
    /SUO <>
    /SVE <>
    /TUR <>
    /UKR <>
    /ENU (Use these settings to create Adobe PDF documents best suited for high-quality prepress printing.  Created PDF documents can be opened with Acrobat and Adobe Reader 5.0 and later.)
  >>
  /Namespace [
    (Adobe)
    (Common)
    (1.0)
  ]
  /OtherNamespaces [
    <<
      /AsReaderSpreads false
      /CropImagesToFrames true
      /ErrorControl /WarnAndContinue
      /FlattenerIgnoreSpreadOverrides false
      /IncludeGuidesGrids false
      /IncludeNonPrinting false
      /IncludeSlug false
      /Namespace [
        (Adobe)
        (InDesign)
        (4.0)
      ]
      /OmitPlacedBitmaps false
      /OmitPlacedEPS false
      /OmitPlacedPDF false
      /SimulateOverprint /Legacy
    >>
    <<
      /AddBleedMarks false
      /AddColorBars false
      /AddCropMarks false
      /AddPageInfo false
      /AddRegMarks false
      /ConvertColors /ConvertToCMYK
      /DestinationProfileName ()
      /DestinationProfileSelector /DocumentCMYK
      /Downsample16BitImages true
      /FlattenerPreset <<
        /PresetSelector /MediumResolution
      >>
      /FormElements false
      /GenerateStructure false
      /IncludeBookmarks false
      /IncludeHyperlinks false
      /IncludeInteractive false
      /IncludeLayers false
      /IncludeProfiles false
      /MultimediaHandling /UseObjectSettings
      /Namespace [
        (Adobe)
        (CreativeSuite)
        (2.0)
      ]
      /PDFXOutputIntentProfileSelector /DocumentCMYK
      /PreserveEditing true
      /UntaggedCMYKHandling /LeaveUntagged
      /UntaggedRGBHandling /UseDocumentProfile
      /UseDocumentBleed false
    >>
  ]
>> setdistillerparams
<<
  /HWResolution [2400 2400]
  /PageSize [612.000 792.000]
>> setpagedevice




