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Synchrotron Radiation X-ray Fluorescence Analysis of Inks of Ballpoint
Pens and Rollerball Pens for Criminal Investigation

AL FER e A Hke, Wl J7e, KFn G e, &l BUE
ﬁ%{?ﬁi—ﬁm T RR e, ARAF B2 e
Sadao Honda?, Takashi Hashimoto?, Yoshinori Nishiwaki®, Takuma Yamato®, Atunori Kaneda®,
Ryousuke Kondo®, Shinjiro Hayakawa®, Shigeru Kimura?

WA DR R TE | o & —, P @RI R, © IR R
@ JASRI, "Kochi University, “Hiroshima University

SCGEED DRHEICHWVW DN ETL RO A — D —4 8L EHET HR-AIZONTEL, —H %
UV ->TA %L, Mg ra~ ~7 77 ¢ —(TLC). @%7uv%777%§%ﬁ
(LCMS). BEf 7 — U = BRI  SEHEFH(FTIR), 7~ v N THMT 2 FES/IZE S T &
7o 3, 2000 G LARE IR 2 R D 72 W SR T FEN B & 72> TE TV B[],

BERRIDEBYD, RN AT DA—T1—4, WA EWET D20 DT —H ~— 2 EH
Z AL U CRIMNBEE emit & e L7225, A ENE[E CaEHZ W TR EEOE X BR(XRF)
ST % S L 7=,

F—U— R BlEid . SRR ORI, BUR YR X BT, R—Xu A v

TR LHEEEN

B8 TE O BBV TRIZIZOHT FIEDHEL SV TV RNV & LT, FiEIRE O SCER%E
Wwﬂﬁéﬁﬁﬁ%%wfiﬁht%@ﬁ@ﬁ CETLEEND T OND, EREOTTHAR—
NANRATEICHITZH Y LR — ISR T 5,

R—/L s DIE S AU, wm~wm$ﬁ A 7 AW E b ORI S AS E L L
TEED, BRICEZWROBNIKMEA V7 ZHWZ ORI, S DICIN6ORFTZ I
%4”) VA I ERAWELORBS L, BETIRERICRY 905D, EAHRICAS THhH

I, A v B LS e LY g A U BRI SN,
f~w«/@4/71\mﬁ BHEA] - ARBHE - IRINAIZE N GRR Y | A ERNITYEE EEHT
KEN2, ZhbDMABEDEIC LY ZRRFEEPMR ST T, BRI LD REDRNE

FHA 2 6 OO FEMIIAR SN TO R, TR RIZ I D OEEMORETH LN D 12D
MRy DFRIE T —RICHEECTH 525, ZARMEZ AT H7OICEmWEAIREA R IIRFTE 2,

LEICFRE S NIZAR =X A 7 OBESATZE L TR, AT7A4 R T AZBALTA 7
% XRF hrZ& 0 L= E 038 0 3], Hif CTlid LA-ICP-MS(Laser Ablation Inductively Coupled
Plasma Mass Spectrometry), LIBS (Laser-Induced Breakdown Spectroscopy). ToF-SIMS(Time-of-Flight
Secondary Ion Mass Spectrometry) . ICP-AES(Inductively Coupled Plasma Atomic Emission
Spectroscopy) S 12 & U BIALER A AT O /e WHT 3 #h SALTW D 23 [1]. £ 7e i il o il
O bOLHERIND,

AlaNE, #O FIZREHEE T2 R — v o U T IOV TG XRF 4T 2470, FEEE OB E I ik
TR DOT—2_X— 2 HiE LTz,

EER -
ﬁﬂi TRENTWVDER—=NARCEZEALIZHOT, NIZROEEBY TH D,
B [EN 54RO 62 FEGIME 20 fE, —~ /LY a3, YL 30 fE, KM 9 fE)
Rt [EN 6 st 1 (o 32 FEGIPE 12 FE, =~ vya v 1, Y ob 135, K6 Fl)
B EN 6 s 1 4ho 32 FEG M 12, =~ T a v 1, Yo b 13 R, KM 6 )
R [EN 440 6 FEGEME 1 FE, Y=V 4 FR, K1)

T, MR, Vb, KM, =Y a VORI, FRENICER SN TV AR X
W Tz, FTo. KET = VKM, NA TV y RV =MZEDT, ZHEHWT, — W
7ea vk RICER AR x, BEE Lz,

316


https://ja.wikipedia.org/wiki/%E3%82%A8%E3%83%9E%E3%83%AB%E3%82%B8%E3%83%A7%E3%83%B3

DOI: 10.18957/rr.7.2.316  SPring-8/SACLA FI Rk 24 Section C

FT. BER—AR A vy TR SN A — A2 TRV L — IR FE L, SPring-8 @
BLOSXU (Z#{E L7~ /LT E— Nt X SR @EIC K0 o L7 24, 7 4 7 —IChkT
% CaEDILHEN L BT S, A V7 HROICHEEFFET DONKNETH ST,

FZ T, ARAOHALETHWMELREmNOERILL, TV =0 LG TRV E —ITRFF L
¥ T —7IHED o1, WIEE T 72, HIESME, kO LB THD,

TARVF—HPH 20 keV
ARSI 300 pm HEHF AT KB X7 —HEHITE Y 1.2 um
ATy THAHETTANC 8 yum B E), 100 A7 7T 800 pm DFEIK % 7+ 200 PO A ¥ %

BRBIUVEE .

TP, BAaA T ICOVWTORETHDEN., 74 7 —ICHET D LHBrENT- Ca ZBiTIE.
B &N 7=t#FE L Cr. Mn., Fe, Co. Ni, Cu, Zn, Br, Pb THVY, ZHHDE—7Dh 7 MK
76 5~10, 10~40, 40~70, 70~100. 100 LL LoD 5 BRI LIZbDA2E 1 IR LT, 72
B, 7T AEHIOWTIEARBRETH o720, INOLOTLEEREAIN T RNEVNIERZOLOD
NEHBER T 7 7 X—L 5,

# 1. BOR— LA 7 OIS XRF 90T 3

¥ | @B Cr Mn Fe Co | Ni Cu|Zn Br Ph PN Cr Mn Fe (Co NI Cu Zn | Br Fb

A01 A5
A02 L ||
A04 /| W7 [ ]
#13 Ik [ ]
A4 419 ]
BO2 B0
BO3 B0
BO4 BO7

o B0 T iR B3
BI1 BI3
007 BIS
D03 B
D04 BIT
DO cO1 | |
DO 002
D07 005 T i
DI D01
E02 T i & D02
€03 | ] 008

Towan | G04 - 009
c06 K21 T #
403 §22
A0 123 []
406 T i & K24

gy, LA T i At | 808
408 BIB
409 010 [ ]
A10 T i E01
A1z £03 [ |

WPER O A~ 7 AL ST~ vy a D 13 3 B D Cry 10 3B 5 Mn, 17 3Bk
5 Fe, 4 B2 Co, 53EHN D Ni, 4 3EHD Cu, 27BN S Zn, 8#E S Pb M L7,
T D 2RE S Cr, 25 BN D Fe, 13BN D Co, 13UENND Cu, 1270EN DS Zn, 530k
5 Br, 1B S Pb 2/ Uiz, AMETIE 13BN S Cr. 2 30B225 Mn, 7 3B 5 Fe, 1
ARG Niy 13BN D Cu, 13BN S Br, 13ENS Pb 2 L7,

ATER[2] CERAAR — /L2 A 7 DIPE R R~ LY g » ORI ST Tlx, KES D5 A
FNRA F Ly FHED IR AT MRS L VERIT 2R Th o 7203, e XRF 08 o
RTIEZERMENRD B AL, @AIEES I3 BT 5 RS b,

B 27 OEE XRE AT X 25 BIRE) 2 M 2 7o OIS E BRNT OMERBI 7 T A X
—OHTHCAZEM L7 2 A, K 1 ISR LIEBTERZ ST, 728, BHItEIC X 28E% E
T 5728, HEERI% & LT canberra, BEEHITIEE U CReEHRBEHEZ W2, 22O P 2L
TERBHIA DS TR L2 7V — 2SI, £72 Cry Mn, Fe R L72iltEDZ% <1,

317



DOT: 10.18957/r.7.2.316  SPring-8/SACLA F| iR Z2 ik 24

HRELDOIRAR TR LI =TS TV 5,

|

o~ © - - -
=1 E - . = =]
@ = a = < =1

B 1. BEAR— R UBEE XRF 04T #E R K DR

ffffff
oooooo
coom=@

WIZ, FRER—NX A T OFERETRT, 74 7 —IZHKT 5 &H
Wr & 317z Ca kX, B &7z 7c#E 1L Cr. Mn, Fe. Co. Cu. Zn.

Br. Pb ThVH, 2NoDOE—2DH 7 FNEDS 1R
fii, 1~10, 10~60, 60~100, 100 LA LD 5 BRIz 45517
LicbDER 2R LTI, 2B, 8 BHI YW TIIA K
HThHo7,

HED S B 18 e S Cr, Mn, Fe, Co. Pb &
L7z, £V 055 33k G Fe, 1# K5 Cu, 4
#H_Ebs Br 2L, =<y g s Fe, Zn,
Br ZBHE L7, Yoo Tid, 7 &85 Fe, 2
kS Cu. 11 B S Br fH L7, AP
Tik, 4B S Br 2, 130226 Pb & L7,

ATRBIDREAR =L A 7 O, ==L g,

¥ VOIRINEE N HTRE R TIX, B DFRE O SN
RS0 e XRF 04T OfE R & Oz v o
AN FIREE B A bIvD, Flo, KETIEREIC A —T—
DOFREIN L W & D ZIUE ESRRMER L S0
Pb 2 EHT 5 gttD b DITERATH 5,

WIZ, FFER—N_X A 7 DFERETRT, T4 T—
WCHET 2 LW Sz Ca ZiTIiE, Sz o®E
/X Fe, Cu, Zn, Br THY, T b&xFK2 LRUCKAET
SEEBEICy T L b D EE 3R LT,

HED 1 EHZ O W TIEARE Th -T2, V=D
WL, 130T Fe, 33k Cu, 4385 Br &
B U7z, KMETIX, Fe. Cu. BrzfaH L7,

FEABIIZOWT, RS Cu l3i7 v 7 =
VICHKT A EBZBND,

HIR[2] TR R — L A 7 OME, T~y g
Vb KYED IR T CTld, & DFREE D ZERMEN
o2 H D00 st XRE 508 Tl nig KB

318

Section C

TRHETH ET—42%
Bx&L L. Ca RUERELE —
IDEEERITDH-D
4.5~15keV DEERFHTE
i

JRnY SV 588
Python DS54 S") scipy
KU matplotlib %
FREfERI S canberra

B 1 T I R A
B

R Pk

fk T va v

5o KM

F 2 ROAR—INAA AT
DY XRF 55 M7 hE 5

[ At ©r Mn Fe Co Cu Zn Br Pb

all
al3
b01
b13

cl3 T i W
<05 T
dll
d03 T i %
di5 T % &
£01 T i %
hoT B
hii3
JEEY cll
als ||
al?
aly
b3
b5
big
dzlb plD
b15
c08
dii?
o0
a1
d13 B
al? |
ald [
\ alb | ]
ME e TR
d15
201
# 3. AR =LA
D it St XRF S Mt 5=
iz SENa Fe Cu Zn Br
wrt 07 T & i
all
IR
I
b1z
c10
At a2l



DOI: 10.18957/rr.7.2.316  SPring-8/SACLA FI Rk 24 Section C

feTILR N,

WiZ, HOR—IL_ A 7 OFERE T, 74 T7—IC F 4 FEOR—NL_A LY

HSkT % &Ml STz Ca 2 BRI M S 726381 M., DI XRE 4575 5
Fe, Co, Cu, Zn, Br, PbTHY, “NH&E2, 3 L[ B @HN Mn Fe Co Cu Zn B Pb
UEHET 5 BRBICESIT LEEbDAEF 4 IR L, BB, 07
9REHZ S W TIE AR TH - 72, al4
IED 5 B 3 3RS Mn, 5 30k 5 Fe, 2 3EH» B e
Co. 6 5 Cu, 1#EINS Zn 2, 43825 Br, 2 o T A
WED Pb AR L, AU s LICOWTIARRIE e O s
Tholz, Pz /VIOWTIL, 28BS Fe, 53 END 404
Cu. 1B 5 Zn. 43065 Br 28 L7-, AMEICo a5
VT, 4 3B 5 Fe, 130025 Co, 2 3K 5 Cu % = B
235 Br, 130806 Pb ki L7z, ho4
£ OREERIDT. Cu BRIHSNER, 7 xasy o O T
T=VICHET LD LSS, all3
RIR[2) CHOR— LA 7 OE, =vYa - L
T x VD IRINEE N HT T D F Y SRS R S/ o b6 ]
725, UG XRE ST CII SN RO b, £, K e _
PECIIAIL A= —OREINE <, BF L bEREtEnRs | 7
N2V, Po a5 aT 5 gt b IR TH S, <03 F
d08
AN, B 7 ORABINFER SN TS i T
DT, Yl - EERR I O—E 55T D, 414
HME © 5~20 EE%OYRL, BlLTF ¥ H—RrT 2
T vy, RIFRHKRE OISR, 7Y L—% REE i
7YUER X L— N7 YVERL THny T =gk, s T
UL vER, 7o v ox BB, T2 U RUERR £0?

Bt —=x, = br VEE

Va)v i BeTH L IR T T I BIOEERERE, RONNIT Y L—F, REET Y
R, ¥ L— T YERL 7A4uT T = FE, N L BRONRY 2 UEE, TR R
VEEN 2 U RUgk el —% . RO= bo Y kA G e AR

A BAYE Y —Ff e —3, 7—FAfxTua—13, 7—KAfx=r—4, 7— KL v K 7,
7— KUl R 14, EI133, 7—=2 KOXIZT7— R7—3 ROXIE7— K7 v— 2, ptyekt
Ty Ry K18, Ly KR35l Ty RAL2 4, Ty RT7—93, Ty RT7)L—9,
Ty R7 =104 KONIET > RAAL ALy b 49 ZFEAHIBIAK 2 21 RRLoLEIChL S
IHRHONENBEHET T, AR EICE R S TWAEEZ b, SEEMEITZ Z Tk
TH LW S ND, B SN ENTNEITICHRT 2 O ERFET DI IR 72 K % 1k
W, AR EICL DI N—TTIIRETH D, BT RE ERZARH SN LR ED T
T RX—AEERT 5 LIk A—H MR AERRET D 2 3R L CREEZ: Z LTI
720,

S DEE -
IR 2 O" XRF O Hris R A2 MAG DT T — X 2 EH I LV EIE= ) 27— F_R—A
AR IUE, FRBBE DI EB ST D L E 2 b D,

BE -

[1] Matias Calcerrada, Carmen Garcia-Riz, Analyctica Chimica Acta, 853, 143 (2015).

21 K% &S th, SPring-8/SACLA FII/HIFILERLE, Early edition: January 30, 2019.

[3] Janina Zieba-Palus, Marcin Kunicki, Forensic Science International, 158, 164 (2006).

[4] Richard L. Brunelle, Kenneth R. Crawford, ‘Advances in the Forensic Analysis and Dating of Writing
Ink’, CHARLES C THOMAS PUBLISHER, LTD. (2003).

319



DOI: 10.18957/rr.7.2.316  SPring-8/SACLA FI Rk 24 Section C

(Received: March 28, 2019; Early edition: May 30,
Accepted: July 16, 2019; Published: August 29, 2019)

320



