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i) OTEFl 2R, A& LR THREICE VTRV —(EBENRYF X7 T
o =V AT, A F 2 Ny 7o TR S S R R FEN R S b T
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E— 7 BN O X)X —EEICBIT S OH 7V LD GEOEREZFHH TS5 Z &2k
L7, UL, SRR K OB fRAERFE CH 5 OH 7 2 v, KFnEI2B L Cix
1eV/nm 725 700 eV/nm D JAVN LET i CHEBREZ FHH 5 2 L TE 7225, Ha0, D G E
IZES U C LET 28200 eV/nm ## 2 AMEEIC TV R 2 L—3 3 U O FHERE BRI 2R 5 & 2
RAMEAE R L2, ZDOARA—IE Geantd-DNA I CELEA A L7 ot A&2EE L T
WZ IR LTWS EE X,

W2 ECIIH IS EA A AL, WEYLE. LT av R EBR L. JLiEERE
L T Geant4-DNA version 10.07.p01 IZAHAIAR G H Z 1T o T2, ZEHA A b7 v R EEE
TAHZET, TNFETHIHRTE R ->72 LET 2 200 eV/nm % # 2 5 (8B 1T 5 HO0, D
GHEDEBREAFHRTHZ LIRS LIz, £ 2EA A b7 u v R E2EZETHZ LT,
28R G E IR VIKIZRB W TS R RIS X 0 Ak U2 AL 2 R/ £ O RS D B B3R N R RL,
ENDZENHERTE, AT TRHEINTWE [T v 7 NBRERGL & BT D4
ERFoNT,
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70H-C3CA 7-hydroxyl-coumarin-3-carboxylic acid

C3CA Coumarin-3-carboxylic acid

DNA Deoxyribonucleic acid

Geant4 GEometry ANd Tracking

LET Linear energy transfer

PTSim Particle Therapy Simulation Framework
QOL Quality of life

RBE Relative biological effectiveness
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1.1. &=

EEEAS AT, VX — EFEER EOREWSIFTHERAIATWS, [ER
B CIE, DS AR A& RN F T X R BRI T S T O S D, RS ERE
BMlesbans . EEEREMEERO 2 EOERMIE O <, EEERITWEM 2
LOTHY ., ERSTEEOA A AL ET IR L > THRENEZ 5, —J7, HEER
TIXEER TR DK DA AL EFIEN S 7 ) —F D HANRFEL, ZHNERS T
ERIGT D ETHENEZ 5, EEP TR DEERS FHEEBIIDNA (FA4F VU R
fg) TRV, ZIULDNA OB ZFERT 5, 7 U —F VAL EITKES T DRSS
EIZHELTRY, RUSERE W ERHLN TS, FRlCE Rr¥F v Z U HL (OH 7V
J1V) 13 DNA O— RGO 65% 2B 53 % & D (Nikjoo et al., 1997), KD FxGHHR Sy
RO — IR A X 1-1 12T, AKOBEBR MRS, BRI EZ S 2 A
v ZIHEITT Do 2 DO MES RS R EOSE R IR B FERIC ko THEE TH v | [ ELERR )
(P bl |, e | OKRE L 32D HF A AAT —VI2551) B (Henglein, 1991;
Morawetz, 1987; Muroya, 2017),

Time [sec.] H,0 —\Wy | Ionization

Physical process Excitation /\
10-15 H,O0* H,0" e
Physicochemical H.0 H.0
process 2 _ 2
10-12 H+-OH -OH +H,0" €y
o~
Chemical
process
v 4447 \ 4

107 H, -OH H,0, H,0* OH- H" ¢,

aq

Reaction with solute

1-1 : KDOFEHR iR A F— L OBEZEX] (Muroya, 2017)
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B 1 7 = 5 MR (~10°F) ICTEBESR O = R L — 3% CH 57K I R
ENd, ZOFEEICEEITEZ DRUNT HEEERE ] EMEER D, BECRES RT3
NX—DEN, Ky TOEFPENOESEZHEWDDOIZ+H5TH LA, Ko TILEH
L. “IREFPBEHIND, BIIGEINTZZ RV —D&DA A b x L F— X
0 H/NSWIGEITAKSF OS5,

H,O — H, O+ ¢
H,O — H,O"

AZ 1 Ea LN (~10128) o TEMbaEfe ) 2T, REE R HONZE DKy
T LERBIIKS L, B Fe=y A 4y (H;0) & OH 7V H/v («OH) 2T 5, [Ffk
(IR B DK T b REE L. KFEF AL (H) & OH 7V WL R T 5,

H,O" + H,O — H;O0*" + «OH

H,O" — H* + «OH
Fo, BEEC X > TRAE LB WVIEE = 2L X —%2 o " REHIZBEM (7.3eV) LIFIZA
5 E TS+ L OMEER CE = L X =2k, RN TAT RLF—CETLHZ L
TAYENEZ D, 22T, Ao RV F—EnldR LY~ T ks (8.617x105eV/K) & fakt
BET (298K) 705 En=ksT TR I, £ 25°CIZB W TiX 25meV TH D, Bz
BT ARERIRIEBFREEZ R CTKME T (ea) ICW2D, T 2 F TORFMMEL CRAEL
To HEENERE (H30, eaq, HY, *OH) (FZEIAIC = R VX —FF 550085 (<10 nm) ([ZRFEL
TA/X—=%TERT % (Muroya, 2017),

BR#B%Eaho 1l ~vA 7 m i (~10°F) £ T HMEFmE] Tk, AN—HITA
AL 72 R TEMEREIL 7 T 0 VIEENC Ko TR L DD AWICKIET 5 (A= « ZA/R—
MRG) o A/ S—JEHA OGS BFE OIS & [X] 1-2 12789, — S OIEMERL, IR THER S
T OIEMERE L ST 5 2 L7, BB SN RETIZoBT 5, NDODOKRIZED Z
CANAEDACFFE (eaq, H, *OH) 1TVHE L, 0 FHEO(LFERE (Hy, Ho02) DEKIINLD,
%~ A 7 o E TIET R TOFENEERIZE 2T 5 L2127, AR—
FOSIIA T35, 2 2 F TOMSRy AR LA R ICET 2D, NEIIHMLOR B L %
TFIZKWEFZ DM, ZNbIZ8bE 52 5 EK & U CTEMMS RO LET 8 X OREOR
B ERZEToN5,

Formation of “Spurs” Diffusion of “Spurs”

Low-LET Intra-spur reaction

Inter-spur reaction
High-LET

1-2 © AR—HEB R DO BERS X



LET & X TR R & (X)) OERWE DB BNOZITI D T RVX—] EEER I,
HAE S dx, fH5=x% VX —dE ZfWTCLET = -dE/dx & L CERINS, LET ILER
DOFRIEFE L R4 = &3 Tx . Bethe-Bloch DUz L > T FO L HlcEHEEIN S,

1dE—DZ21 | 2mc? 32 , .
i PatpE\"ia-m| P 2 (-0
e'n A

=L, B= %, D= —=~ 0.3071 [MeV cm?/g], n=p (%) Na [1/cm3]TH 5,

amedmc?p Z
ZITp HERME DR, Z TN DIRFE S, A IENOE R, Nald7 R Fei
Th b, FrEbR T ORGEICED LET T2 ICHIIN L, REBEOKIMIZITT I v 77— 7 BNE
XD, LET OKR/NIIERME TG SN D =R VX —EEICKHET D, BB TRk
A AU R W TR FRRIR I I WD CIIE P & TR B WV 0L X — 5 5588 & FF
DT T v T =7 ONEEEBICEDES 2L THRENMTDN D, KRR IBR O X %
X 1-3 18T, WERTORBFOZ L% T v 7 o, @& LET R IE &= 3L ¥ —f}
HBIEENE W=D, 8T v 7 BRI A A= TELRVHGFEKRE RS, itk ->T
AN—RIER L VL Z D L2122 b (M1-2), D=, LET IHbEfe ~pg
BREBERIITERERTHDHEER D, — . ME R IZX > THIbFRmn R 5,
72L& Z[A U LET CTHEA A UBRIFEETRLX—8 # (K LET) OFAEMENRE W=D,
bt N7 v 7 BN T~ 7 T SRR CIE LET ORISR NBND X 212725, (b
BRSO R IFFHRMESISIZ KV FAET DT U h i E ORI EITEE RITT,

LET Bragg peak

o-ray

Ion : Track

1

o-ray Tumor tissue

%] 1-3 : KL F-HRIERE ORI
6



W R L0 AT D EALFREDOILEL G E & FKig S, HALIE Species/100eV <2
mol/J WHWBH D, ABFIETIX G ED AT Species/100eV & N5, KRS 1% t £
BB T 2L X OREX] EEB SN VX —E 2 HW\ T, GEiE G(X) & Fit &
I, EIHPICERE SN2 100 eV ORI F—T LIRS D 0T ERT,

G.(X) = 100 x % [Species/100eV] (1-2)

A R—FERREIE R A R — YOS T L W o TR E DB 1T 5 GEIX, =hEhA =
TV G (AN—EAER) &7 T4~ GIE (A= T#%) LT 5, LET
ROME DIEIT SRR L0 AT 2 KL F O GEICRE g5 525, — 5T,
LET CHVE OEWIT L 2 b Fm iR~ OB TBIRF S CTIE O TRV, EHA A
TREIF DL B A A L ARITEE D BER AR 72 SR LET BEHRICIZ R O N WBRIVR SN TR

V. WFRICE I EHEEFR O LET « #VEII KD BRSO EERNNT A—ZTh D,

— PN X ARD K 9 72K LET AR DA | AW RIS O I 3 1 3 AR T a5 DK
R RS D Z & TARSND 7 VI NMCERT 2HBEATHY ., ZDIFEALEIT
IO THEIZCOH T INC LD 6D THD, —H T, KiA#o X 9 72 E LET ikt
BROEAIL, LET O BRI THIRRE IS B B BEEA O F G513 LT, EK
DAFFFR I L OVAERZ @l OB ITEB = 1L X — N @0 720 LET MK < R 18
FIZOH Z YV ANPRIAET HI-OMBAERPEZ 5, Lol REBIKLFOEB) = R /L¥
—ME T 52 & TLETIIE K L IR OIS EICRET DHICT T v 7 B — 7 R,
ERERIC X 2MIRREN LR L 725, 1TV 28 LET RO IRFEA 4 U RRIZB VT
t OH 7 VB /W K DRIBERIKAR L L CTHER S, 77 v 7 E—7 BB THH
N s~ DREEAE I O %5 5130k K 50%F2 B AFAE L TV 5 (Hirayama et al., 2009), € D728,
IRFEA A RO XD 7208 LET B IZ 3 L Ch KO BRI fR CARR T 2L FREIZ L -
THHE SN OMEEHICL 2 DNABEO T 52T 20 ERHDH LB 2 T,

IR, BEZNENICE DY REHB 2R 5 LT, £ T ey Ialb—v s
YERWEIREE® Y 7 N 27 7Y r—3 3 > PTSim (Particle Therapy Simulation
Framework) 725 —#BOERRMEES TERM S, EM DA E > TS (Akagietal., 2011), Ziuid
NIK72 EOEHERTR T OMEDM 2 IEF ITHBELLSFHET L2 2 ENAHRETH D, —FH T,
By I 2 b—a VOREZITESTWRWED, KOMFHROSBERE CTCHD TV
N PIL X > THEHREIND DNA BEOFHIXZB TE v, K H-HIBFEICE T 5 4EW
B2 WOl A 722X, BT A a sy I alb—y g AW TEIRESREOHE
ERAEREBEOTMNLETH D, TOEDITIE., KFR N7 v 71> TEEICEK S
D IKDIEFHRIIRERFE (T H 72 ) PRIFRIBRICB W TR TH&E & 20t
72 AT = X LM L2 i iuide b ey, FrICHEEIERIZ L 5 DNA 5O IE & HHE
D% OH 7 VAN D GEILERANFHET 2 LERH 5,

AT AT —ADFET eI 2l — g Y —/L%¥ v b Geantd-DNA
Z 5, Geantd-DNA 1, HHRDIRIC L 0 A U 26 FEOMER, ML, (LR
BEHETLIZENARETH D, & 1 B CTILEA A (*He?, 12C) RE FIZH 1T KD
BN R ab—ar2FE L, R PIEFICEERT 7y 7=V O RV
F—Hlk (<6 MeV/u) (28125 OH 7 VL d G EE7HE L7,

7



1.2. 5k

1.2.1. Geant4-DNA V' I = L —2 g

Geant4 (GEometry ANd Tracking) (Agostinelli et al., 2003; Allison et al., 2016, 2006)/34— 7
VY= ADEUTANAY I alb—aryY—Fy NThHY, AT V=T MERT RS
F IV EE CHTHEINTVD, Geantd |[IME & @il T 2R FOEA > I = L— |k
THZEMAREETH Y, ZOICHSIITET R —WS Ihdgs, EY. RIKpEs
2 EZIET D=5, Geantd IZIZZ L O T A LB EENTEBY . 2o OBEEE, 1%
7R ER, e N av R k2 A4 T OB EEH O ENETH 5,
Fo. BRx oo, AR, M 7 TSN 2EMER S I 2L —3 a0 UF AR
T IWULT HEER B D, S HIZ (kmMDNM&mMmM2m5Mwmaﬂﬂm%Jm%,
201)ZHIT DR R L F —DWERE T L Tlk, BRE 2 M8 AR 240 L CRERECRhE 238
ZHRPOEMEBIRO T v 7 HEEDET VTR TH D, WZT BEAF D BRE
TN EMBEDE TERT 2EFET ARSI NTEY . KOBHBHENBET 51
FREOER, Y. BL, BROBBEOET VU 7R TH D,

Geant4-DNA Tk, BT, Bf. THARRTF, 77 7R+ & ZNOMERE @;ﬁjﬁé
K (4He, “He', “He™) . A A (L3, 9Bet, IBSH, 1206+, 14NT+, 1608+, 28Gjl4+ S6Fe26+) |
WK DOEHBSRO N T v 7 #EEEZ Y I 2 L— M T&E 5, KBRS \ﬁﬁh@%fjﬁpﬁ

B AHEERZERTHEOYE T 2R/ HESNTEREY . HEEEEL, B, Hhii
TRV ARENEEND, INOOHME T o AFEAETTVEAFHT L2 L CHEN
BECTHD, FEALEOYIET o ATE, W OORBEETAVEFIHAFRETHY ., Zh
SDOERERDICT HT-OMEET NV EYE T o X (I A T 7 ZITHAIAEN
TR, REMNYE =2 XA T 7 % L LT, G4EmDNAPhysics option2,
G4EmDNAPhysics_option4, G4EmDNAPhysics_option6, G4AEmDNAPhysics _option8 72 & A3
5% (Bordage et al., 2016; Bordes et al., 2017; Incerti et al., 2018; Kyriakou et al., 2015, 2016;
%madzm%o:h%@4o@%ﬁ3VXF§7§i EIHAEAOYI 2L — 3

NCER DT LV EMHH L TS, G4EmDNAPhysics option2 Tl & 1 D IEHEH A
EM % Emfietzoglou dielectric model, #f4:+H A {FHIL Partial wave model (ZE-SW T\ %
(Incerti etal.,2010b), F7=, FEllNH5 DT E - ORBIE S 11572 £ ORI 7 7
T A HE EN TV D, G4EmDNAPhysics optiond Tk, & 1 O IEHIEM A E M X
Emfietzoglou-Kyriakoudielectric model, ##M4:AH A{EH L Uehara screened Rutherford model (2
HDUW TV 5D (Kyriakou et al., 2015), GAEmDNAPhysics option6 (3, CPA100 track structure code
DA HAEH W f8 2 Geantd-DNA ~FE 2 L 724 @ TH % (Bordage et al., 2016),
G4EmDNAPhysics option4 33 1 (8 G4EmDNAPhysics option6 (2138 1 D IRE I 0 1-F1
& 78 E ORI 7 v A 1LE £ TV 72V, GAEmDNAPhysics_option8 Bl A N 7 &
[ZDW T ORI FLH T D



1.2.2. KSR R 55 fif A2 Rl R D G B D IRERE K A7

Geant4-DNA version 10.05.p01 (24 > A h—/L Z 3TV % G4EmDNAPhysics_option8 % X
— A& LB a2 NT 7 Z &M L7, G4EmDNAPhysics option8 (3 |
G4EmDNAPhysics option2 & [F] UFEMMEMHAEEAET L &, MMEMEEEHET L E LT
CPA100ElasticModel (Mott and Massey, 1965; Peudon et al., 2006) (11 eV-255 keV) &
ChampionElasticModel (Champion et al., 2009) (255 keV—1 MeV) ZHHAGHOHE TS, 5

[ZAHFSE TlL, G4EmDNAPhysics option8 (Z Melton data (4eV-13eV) (DO E DT
H%@ i 7" 1 & A (Melton, 2003) &, Sanche data (2 eV-100 eV) (253 < fRENfhiEE
(Michaud et al., 2003)Z N2 CTHEHA L7z, ALY A N7 2 ICEENLIME T =
TR EYHET VAR 1-1 1ITRT, BRI T, EEEE 723 S ks %75%#
HiE L AT D BN B RAE R DS S VD, T OWFFE TR LT EA F— 2% 3 1-2
TR, IR LRI X AT ZE DA &2 2 f L T S (Shinetal., 2019), b2 FE CTid. Smoluchowski
£ 7 /L (Karamitros et al., 2014)ZfEfl L T, {bLFfED 7 7 7 BE BefERY 72 Step-By-Step

(SBS) 7 7' —F THHH L T < (Karamitros et al., 2011, 2014), #EYLEB LM% 7 0
TRIMEFEI AN T ZICEETHZ E T ALFHONELZHET A Z ENARETH D,
AMWFZETIL, G4AEmDNAChemistry &#X— A & L7zfbFa A N7 7 % i,

Fl-l: R T a2 LT L

Physical process

Model

Excitation
Ionization
Dissociate attachment
Vibrational excitation

Elastic scattering

Generic 1on ionization

G4DNABornExcitationModel
G4DNABornlonizationModel
G4DNAMeltonAttachmentModel
G4DNASancheExcitationModel
G4DNACPA100ElasticModel
G4DNAChampionElasticModel
G4DNARuddlonizationExtendedModel

6 1-2 1 4yt

Electronic state of water

Dissociation channels Probability
molecule

All single ionization H;0" + «OH 1.0
o *OH + H" 0.65

Excitation state: A1B1
H,O + AE 0.35
H30+ + ‘OH + eaq- 0.55
Excitation state: BIA1 *OH + *OH + H» 0.15
H>O + AE 0.3
Excitation state H30" + «OH + e 0.5
Rydberg, diffusion bands H>O + AE 0.5
Dissociate attachment *OH + OH + H» 1.0

9



Dalb—varyUF A MVEENEZHEEZR L, ZEXOEENRVKONHIK
10x10x10 mm® THERL L7, %, KOBEHBRS RS X 2 L—3 a3 Tl #8807 5 R
THRREBEO NI v 7% Iab—T572012, WE NI v 7 BIKO/NS T A K
DOHRPMEREND, BEHMEFONER GEILZ N T v 77 A O IERER Y IC L - TX
s, ZOHRBIZE > TRESEEINRNT &EBH 5TV % (Pimblott and
LaVerne, 1998), A% Tld, fiDE T H A E Y — LT 5 v 7 ZHIRT 2729
IR END/NSRAEARY 2— 20DV IZ, —WRFOZRAF—FMEHIBRL, +
DRI DA R FET I 2 b— 152 L2 L7 (Shinetal, 2019), ZFD7=s, —RKKIF7H3
10keV L EO= R VX —% KRoToth, —WhL 1 DIBBNIE L ALFEREDOY I 2L — 3
VBT E R, . —WRRIF2Y 101 keV LU ED = RV X —F o BRI, (LB
DY alb—ra s fTbd, FREZII -7, 2F0, YIab—FEINTAX b
DT L F—ZFEIL 10 keV 705 10.1 keV ORNCHIB STV D, R fRAE ORI
B 2 IR O KR I ST 2 RO ATV 2 7 b L TET ML E N, SRR
lEamnhs 1~ 7 ehEcolbFlEfEr s I b— L7,

ANHA T DX F—=DB3IZmGES (Bl 21X, TH 100 MeV, *He?* 25 MeV/u, 12C**
400 MeV/u) . Fif1EZ 10mm OE X DK TR ZRFEGICHB TE 5, £ 9 ThWEE, AS
AT AAIKSLFETERIEIET D, 2O L5 RGE. ARA A O F—Taslc
Kboiv, 77 v 77— TERVWERAVX —FEEENFFCE5, 2F 0., KOS
MRS A A2 T v 712> TEEICERSND ATREENR D 5, BEOHFIE TIL,
ey E = p L —fEI (> 10 MeV/u) (28T, Geant4-DNA Z#fEH L7z I 2L — 9
URERITFERER & BT D 2 LSRR S ATV S (Peukert et al., 2019; Shin et al., 2019), L
N, BRI EEERFFCE 57 7 v 7 — 7 FEI O3 VX —fEkic BT
2% KBRS BRFE D G B IL 2 E TRl S TV 720y,

7Ty =7 FHOT VX IR T, SRR R A RN B R S B T2
O, T HAN-T N LV IEMIZY I 2 — T AMENDH D, £ 2 TRIFIE T,
Geant4-DNA version 10.05.p01 I[ZIZARFZETH > 7oL FFE (0™, 02, 027, HOy', HOy) % iEHN
ERLTUFEY I 2 b—r a3 VTHAIAALT, o OfbFfITR %, E15F%k. &
THEFE, 77 T AT VAR H &, B, B X OMEBIRE A B E L CERES T,
B L EE I NTALFREOILEIR 2 R 1-3 1T, IEBIREE G4AEmDNAChemistry @ %
DxEEHL TS, L, Buxton b DFEATHIE B M L T % (Buxtonetal., 1988), 7=
721, KFET (eag) BELNO™, 02 0,7, HOY', HOy DYLHARELIZ Frongillo & D & D % 2
L T\ % (Frongillo et al., 1998), A#FFLIZFV T Geantd-DNA |Z L > THULEE I Db i
DY AN EF 14T, FOSEE ERNI LRI OMIET — % 7> 5 2 M L 7= (Hatano et al., 2011;
Plante, 2011),

AWFFE Tl Geantd-DNA Z W T, B L < & L7LFFE (07,0207, HOy', HOy) DX
HEZBE LV Iab—rvaraEML, B A8 (He?, 2C) 07 F v 7 e — 7 JEi0
DT FLF—FEIK (<6MeV/u) (2815 OH 7 ¥ H O G EORKFIEZFHHE ., T
— & L LTz,
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1.2.3. /KRR fif A R FE D GAE D LET #1744

B 22 K OB 3 R A2 SR («OH, eaq, HoO2) @ LET (KfFMEAZ I = L— F L, FEllT
— 2 LT % Z LT Geantd-DNA (21T 5 T VANV ERREDRREZ1T > 72, HY, *He*,
12C6F, S6Fe26t A A L #t & FHVWC LET % 1 eV/nm 7> 5 700 eV/nm F TOHiFH T S H7-, G
fED LET {EAFHEIZ DWW TIX, Maeyama © I K-> THUSG 47z ZER 7 — & (Maeyama et al.,
2011), Yamashita &2 & > CTHUS S 72 52887 — 4 (Yamashita et al., 2008), Ludwig 512X -
THS SN 7= 3287 — ¥ (Ludwig, 2018; Ludwig et al., 2018) Zf#i f L CLbik 217> 7=,

# 13 RUSHEO Y A | & YREARE (Buxton et al., 1988; Frongillo et al., 1998)

Molecular species Diffusion coefficient (10 m?s!)
€aq 4.9
*OH 2.8
H 7.0
H30" 9.0
H2 5.0
OH" 5.0
H>O» 1.4
()} 2.4
02" 1.75
HOy 2.3
HO>" 1.4
(O 2.0
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7 14 AL & ROGH# E E H(Hatano et al., 2011; Plante, 2011)

Reaction rate

Reaction rate

Reaction Reaction

(dm3*mol's) (dm*mol's)
H +H — H> 5.03x10° H>O02 + €4 — OH + «OH 1.1x1010
H" + *OH — No product 1.55x101° H>0, + OH— HO» 1.27x101°
H + H,O0; — «OH 3.5x107 H>0; + O — HO>' + OH" 5.55x108
H +eaq —H,+ OH 2.5x101° €aq T €aq”— OH + OH + H» 5.0x10°
H +OH —eqq” 2.51x107 €aq” T H3O" > H' 2.11x10'°
H + O, — HOY' 2.1x1010 €aq~+ 02" — HxO2 + 20H" 1.3x1010
H' +HO;" — H0, 1.0x1010 €aq”+ HO2 — O™+ OH" 3.51x10°
H + 02" — HOy 1.0x1010 €aqg T 02— O2" 1.74x10'0
*OH + *OH — H>,0> 5.5x10° €aq” + HO2" — HO>" 1.28x10'0
*OH + H,0, — HOy' 2.87x107 H;O0" + Oy — HOy 4.78x10'0
‘OH+H, —» H 3.28x107 H3;0" + OH" — No product 1.13x10"
*OH + ey~ — OH 2.95x10'0 H;O0" + HO» — H0» 5.0x10'°
*OH + OH — O~ 6.3x10° HO;" + 02" — O2 + HOy 9.7x107
*OH + HO" — O2 7.9x10° HO;"+ HO2" — Oz + H202 8.3x10°
*OH + 02" — OH + O2 1.07x10' O "+ HxO — «OH + OH" 1.36x10° (s1)
*OH + HO>" — OH" + HOY' 8.32x10° HO> + H,O — H>O, + OH" 1.36x10° (s1)
*OH + O™ — HOy 1.0x10°

12



1.2.4. HIET—X#

W TR ST OH 7 VNV ORHEE LT, 7 e —7Thbsr o~V -3-74
JVAR B (Coumarin-3-carboxylic acid: C3CA) ZFI ] L7 F{EDE 5 40TV 5 (Ludwig, 2018;
Ludwig et al., 2018; Maeyama et al., 2011; Taguchi and Kojima, 2007; Yamashita et al., 2008), ¥
WRIZEBEA DR S D & KOBHBIFRIZE > T OH 7V INABERIND, 2
UL C3CA ERRMICRIE L, ZORIBICE > TORERENLEFW THD 7-8 Ra X
V-7 =V 3- 7 )VAR B (7-hydroxyl-coumarin-3-carboxylic acid: 7OH-C3CA) (ZE 5, £ D
%, M HPLC 7 u~ k77 7 4 —IZ X - T TOH-C3CA O IRENHIE SN D, HEHA
FEIE 7TOH-C3CA JRFEEIZIEBIT D72, a5 TOH-C3CA DIREZ EmikT 5 2
ENTFRETH D, S HIT, pH6.8 DIEHKT T S 4172 OH 7 ¥ 1 /ViE, & D 4.7%7)5 TOH-
C3CA LD Z LMo TCnNAH T2, TOH-C3CA IEENS OH 7 VI IVIEE 2 HEET 5
ZENTE D, £/, OH 7V WD GEOR#FEIL, OH 7 ¥ /v & ST % C3CA R
FEAREZ DT LY MBENICENFRETH D, CICARENEL DHIEE, OH T VH
VDN C3CA & XV HLS IS D E 912725, b ORFMMKAFMEIZ, C3CA IRE DB &
LCHRESIND, LTEER-> T, FFEDRED CICA ITHERDOIEANIE - T, FHRR T
BBICOH T VAN ERNT D EEZXDZ LN TED, 2 2Tk XSG E 4 (k=6.8x10°
Mlsh) THY | [C3CANUTEIEH D C3CA JREE[mol/L] Th 5.

1
T =icacai (1-3)
C3CA 1 IIAFRE D 0.5g/100 g (2.6x102mol/dm?) & HLERHImE Z & 2B P SUG R A
TNV ERT I RETRELSTELLEWVIHIFER D D, EBRITR 1-5 IT77 C3CA JRETHE
i S, A B R FHERNIE 7ns—1500 ns DO#PH T & % (Ludwig, 2018; Ludwig et al., 2018),

AWML TIE, 77 v =V FEI O VX —EK (< 6.0 MeV/u) (28175 OH 7 V7
LD GIEORHET —4 & LT Ludwig 5 D7 — # (Ludwig, 2018; Ludwig et al., 2018) 2 & L
77

7% 1-5 1 C3CA JBJE & e OGS FEH O BAftR

Concentration of C3CA [mol/L] Time [ns]
2x1072 7
8x1073 18
2x1073 71
5%104 294
1x104 1470
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1.3. fE5

1.3.1. KRR fif A Rl Rl D G AE D IRERE K A7

1-4 12 400 MeV/u 2CO" A F U #RIBE: 1 v 1 ~A 7 o B TOKBE IR fRIZ
Ko TERS NI SO ZEE 2/~ BEH 1 EafhTcid, 2COA 4 b T v 7 Ii2iho
TKDOEEFFRRAERENESBE AL TWD Z DR TE D, R REFLE
JEBIC HALFFEOR A TR TEX D08, 2COAM A N T v 7 EOFRLD @EBEICREL
TWDH I ENbMND, ZOtk, FRREE & I LFRITREE P 258 L T & A%
1 Bl 23R Tl — I o e R T SR T E B,

Y axis [pm]

- € *0”
E ! E * 'OH * HO,'
= = *H * HO,
% + .
2o 5 b o-
OH" — Ion trajectory
H,0,

1-4 : 400 MeV/u2Co" A AU #IRH1R 1| €D | v A 7 afbE TO/LFERO R R

1-5 (MBI 70 K U R 3 R ZE BCRE. (OH, eag, H202) D G E DMK A EZ T, (a),
(b), (e)iE 1 MeV E &2 R LIZGAORRETH Y. (d),(e), (DT 400 MeV/u 12C 1 A ##
ERE LG AEORECTH D, AR THIZIZEBM L5 (07,02, 02, HOY, HOY) @
RISZZEELEY I 2b—va UVBREIFOVERTRIN, BELTWVWRVWEES

(G4EmDNAChemistry) @ b DITRVER TRINTWD, D=, SETHF5E0 52
R X OFHEMEZ B VWA T e v b LTV 5 (Bartels et al., 2000; Jay-Gerin et al., 2000;
LaVerne, 2000; LaVerne and Pimblott, 1991; Pastina and LaVerne, 1999; Pimblott and LaVerne,
1997; Sumiyoshi and Katayama, 1982; Tomita et al., 1997),

Geant4-DNA Z JHWZFHELRE R 1T 1 MeV EF#1, 400 MeV/u 12CO' A A it & IS L7235
BIZBNT, WTFhOEHE B FITHIREORE L L < —BLTWD, HicllBn Lo k57
(0™, 02,02, HOy', HOy) DS % B JE L CTEHAE Zi7z+OH @ G ffiiX G4AEmDNAChemistry
ZEALIZGE L0 SO TR 2o TR Y | BINESNIZIED G EDRFZEIZ/EH
LTWBZEERELTVD, el GIEIZ2 DDV I 2 b— 3 VORBIZK I Z2E WA
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SR o T2, HaOx 13K DR FRIC L » CESEAR SN D DT TR, 7V DIVE
+ORIE (72 Z1E, *OH+«0OH — H)02) (ZX - TAEKESND, HizlZBmL i b#fE L
DRIEHEZEBLIEBEDY I 21— 3 2B 0T H0, D G fllZ. FRbNR0WES X
D bHEWTZD, FTITEM L7AEFFRE (07,02, 027, HOy', HOY) BRI THENEETH D
Koliclbhnsg, 72770, EBRERIZIZIES SR H D720, HilzlaBsn-{b5mE s
DR )GEZEB LTBAEDO Y I 2 L— g UREYINE D D Eikm T 20X LV, AH A
F DTN F =N H43105E < LET BMEWGE . Fic B E i b5 e ORIEZBE
L2 bick D GEOBEERETA SN (X1-5), LinL, 77 v 7 E—7JE00
TRVF—FIK (<6.0MeV/u) (X LET A< = F—fFHEENFE WD, A5 8T
> Z NI o KR R AR S B E AR S I, T T IN—F VI VRIG B IR 2
HEZEZBND, DI, KGR RARFED GEZBEYICY I 2 L— h T 57201
E. BB SN AL FREN R T REINEE L AR D ATREEN D D,

1 MeV electron 400 MeV/u 12C6+ ion

6 e — 6 —rr
L]
LR 1T ) @] @ |
2 A %
S 4r S 41
= 8] =
3 = 8 3t
-5 3| Exp. Bartels etal. (2000) L] B A &@Ax A 4 g 3
o Exp. Jay-Gerin and Ferradini (2000) 4 A4 5]
(2‘ 2 It Exp. LaVerne (2000) A mp‘ 2 [t Exp. Yamashita et al. (2008a) v )
— Sim. LaVerne and Pimblott (1991) O — Exp. Baldacchino et al. (2009) o ° %0 %9
) Sim. Tomita et al. (1997) L4 ] Exp. Maeyama et al. (2011) v
1l GAEmDNAChemistry o 1 I GAEmDNAChemistry e
This work — This work —
0 ==ttt 0 [==t=t=t—t—t—ti
5 @ x4 (b) 5
— . —
% 4F if Y %
(= S
= ° 2
Z 3 8 * 3
] 8 2
3] L 3]
2 , Exp. Sumiyoshi and Katayama (1982) * 5]
& | sim. Laverne and Pimblott (1991) O o
— Sim. Tomita et al. (1997) L —
O | |t Sim. Pimblott and LaVerne (1997) ~ © i O | Exp. Yamashita et al. (2008a) v
G4EmDNAChemistry — G4EmDNAChemistry I
This work - This work -
0 1 HHHHHH— 0 e -
1 [t Exp. Pastina and LaVerne (1999) A (C) b 1 [f Exp. Yamashita et al. (2008a) v (f) 1
— Sim. LaVerne and Pimblott (1991) o —_ G4EmDNA Chemistry —
> Sim. Tomita et al. (1997) L4 > This work —
g 0.8 [ Sim. Pimblott and LaVerne (1997) < g 0.8
S G4EmDNAChemistry I B g A S
:w 0.6 This work - ALHE E 0.6
g 8
8 8
. 041 Q041
2 2
O o2f © 02
§ Troo® e vt e i i AT R R T R T T S W R T T R A W R T A A WA T
907 107 107! 10° 10" 102 10° 907 10 107! 10° 10' 10 10°

Time [ns] Time [ns]

4 1-5: 1 MeV E 1A B L7256 () *OH (b) ey () H202 D G ED MK AFIESS
F TV 400 MeV/u 12CO' A A U E BRI LT25B D (d) *OH (e) e () Ha02 D G EDKFH
RAEVE, BB L b FEORIEAZE L I 2 b—va VR (B0ER) &
JELTWRWES GROVERR), BT ZRMERS X OHAEEITREVNWSR T ey L
(Bartels et al., 2000; Jay-Gerin et al., 2000; LaVerne, 2000; LaVerne and Pimblott, 1991; Pastina and
LaVerne, 1999; Pimblott and LaVerne, 1997; Sumiyoshi and Katayama, 1982; Tomita et al., 1997),
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7Ty 77 FNOTRUX K (<6.0 MeV/iu) TIXAFA A3 FEBREKABDOHF T
FERIEILT S, ERFMEZEUNCEEB L CGHEAHRAET D, T2 —a Tk
SEFHRZ I Lo, HEEHRE OB A X 1-6 1277,

X 1-7 1%, (a) *He* A A > & (b) 2COA AL HE LG0T 2 A X —5H7-0 124
SN 50H DA £, T Z TIEREE 7, 16, 63, 251, 1000 T/ B2 I 1T 5+0H D%
ZEFR LTS, BN S=EER (7,16, 63,251, 1000 F / B)) (3FEBRIZEIT D C3CA DA
IR TR EZEBE L TCRE L, Y Ia2b—ya 20T, ANA A owiix
FILX—% 005 2MeViu OFPHTEINZEN 025 MeViu DT RVFX— AT v 7 T L IZEk
SH, NI A E5HZ 0 ICAERSNS0H BERET 5, TNETEOTRLY
—7/ 5 0 MeV/u £ THREDT D Z & TARA A O R LX—H7- 0 1Ak & 5 +0H
BEHE L, UL ASA 4 DEREROP CReIEIET 5855812317 5+0H
DGEEYI 2L —yaryTHETDHZENAETH S,

X 1-8 1R RV F—FEA A e LT (a)0.75 MeV/u*He?* 1 4> & (b) 0.83 MeV/u '2C°*
A F B L7256 D-0H O G EDORFMKFMEEZ R LTV 5, AWML THZIZEBEMN L
{bFE (O, Oz, 027, HOY', HOY) O MA 7562 FDOEB, M Tz nWigs
(G4EmDNAChemistry) Z7ROFEH TR L, FERIEZ B [ THR T (Ludwig, 2018), H72iZ
BIML7ZAEFFE (O™, Oz, 027, HO2', HOy) DG ZZFH[E L7eWE . «OH @ G EIXFEHIE
DRI 2 EDEE o7, — 5, BIMESNIALFREICEET I EEZER LTV I 2 b—
3 URERTIEL, FEHME & OEFIIRIBISNS 2D 2 &R I,

LET =-dE/dx

i dE | dE | dE
Initial Energy| : : : :

Ey

i dN { dN § dN |

V
Noa 0f "OH

1-6 : 23 I ORI



ion ion
g -2 o 3
X T T T T T T T T T X T T T T T

&g 2x10 & 4x10
Z H[7msiy=67x107%"9  — A Z Tns:y=3.5x107%"P  — f
~ 2x107 [ 16ns :y=47x10"x"7¢  —— 1T % 3x107 16ns y=26x107%15  —— ]
a 63ns:y= 2.9x1073x! 86 - T R x 63ns:y= 1731073163 I
& 1x1072[f251ns y=2.1x107%"Y  — {1 B 251ns:y=13x10"%16  —— i
5 1000 sy = 16x10°% —— 1 8 2x1073 [ 1000ms:y=11x107x1 67 — 4
—_ ) : E o i .
s 1x10 1S L |
E a0 @ 1 & 203} (B) ]
bt - - = - -
2 gx10°3f &, 3
jas) = an) 2x107° -
O 6x107°F o 1 10_3'

L <103k f
B 4x107f 5 L ]
— - - 4
Q 3 Q 5x107° )
S 2x10° 1 ° I ]
§ Oxloo- L L L 1 1 L 1 L 1 L L I E’ 0)(100 N N i | | { {

0 02 04 06 08 1 12 14 16 0 0.2 0.4 0.6 0.8 1

Initial energy [MeV/u] Initial energy [MeV/u]

1-7 : (a) *He*" 1 A > B L ON(b) 2CO 1 A > # G L2580l = x L X —5H7- 0 124
% XA B4 7, 16, 63, 251, 1000 7=/ #07% D «OH D3,

4 + . + .
He2 ion 12C6 ion
0.8 T — T 0.8 — T — T
- Exp. Ludwig N. (2018) —A— o Exp. Ludwig N. (2018) ——
07F (@) G4EmDNAChemistry ~ —&— 07+ (b) GAEmDNAChemistry ~ —©—
L This work —h— - This work ——
L ' 1 oeh u
= 0.6] 1 o6f i
[ (5]
Sosf 1 Sosf 3 1
3 - - g - 4
Soar 1 Bo4f ™ 1
Q L . Q L 4
& a """ (R @ ereeeeseeaensennenen @
v 031 1 @031 i
© 021 1 © 0.2 b
L J L > J
0.11 1 0.1F ]
- A - L .
10° 10! 10 10° 10° 10! 10 10°
Time [ns] Time [ns]

% 1-8 : (a) 0.75 MeV/u *He*'1( A4 > % RS L7258 D+0H O G EOFRFRMEIFENE, (b) 0.83
MeV/u 2Co A 7> Z MRS U 72356 D«0H O G EDREHK A, Friz 2B L7 AL O K
JIEEZBE LI I ab—ra URER (F0VER) EEBEL TORWES GROWER), 1T
FFEDERMEIZ RV SR TF e > b L7z(Ludwig, 2018),
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1.3.2. KRR fiE A TR D GAE D LET A7

[X] 1-9 |Z 'HY, *He?", 12C6*, S9Fe?0" A A L RES 12 100 T/ #0442 12381F 5 +0H, eaq, H20, D G
fED LET K72~ d, AFFETHTZITEM L2 bFHE (07, 0z, 027, HO', HOy) DX i
EEBLIZVIalb—ya U ERET T v /e — 7 B O R VX—Hg A & T AV LET
i (1eV/nm—700eV/nm) THEBRFERE L -T2 2 LM TE 5, *OH, e ® G fH
I% LET ORI T 5 2 LR Sz, —J. H0, D G fEIX LET O
& & HITHFNTHEM Lo, LET 3% LWE S *OH & e lT K D BEWA A0 Z U L7
G EIZEL 220 | HoO, TIHE VWA AL 2B L2 F) G EITEL 25, ZORERIT
LET 28 GEZ LR T A 72O DB/ /RT A —F L LTI ZENTE NN Z %
LTS,

SRt A A Ut A B L7238 D«OH O G HITERAE R LV & KIEITKS o Tno Z
ENFERTE D, FEBRTIX SFeX A A L BRD ANF T %L X — % iH5E 5 72 DI KA Dk
HWIKEFHLCND, TDD, 777 AT —3 3 025 » T Fe A 42 L0 Hikn
AFUPERLTOWDAREER S D, 7T T AT —va Nl > TERISNDIRA 4
IF3Fe" 4 A X0 b LET MRV, ZTNODORELZERE T H L GHEIZX Y mVMEEL &
LI DT EMTIEENS, Geantd-DNA version 10.05.p01 TIX 7 F7 7 AT — a v
DOEEBIIZFBINTVRWNWED, BIIEDOY I 2 b—ya URERIIFEROKER LV L G AR
KL<FHM SNz EZOND, 7T AT —a Allo TERSNDEA 4 D
. AMBICB T AMEBEHO G5 2®UICy I 2 b— M 572 OIZEHE TH 5 (Hirano etal.,
2018), 77 U AT —va O BOBEITRIT XEEROPED 1 > Th D,

X 1-10 (ZHREHE 1 <A 7 BT E1T D +OH, eug, H202 D G fED LET K73, FhEk
D=, FATHIED > I = L —3 3 ik B (Meesungnoen and Jay-Gerin, 2005a) & SE5k % £
(Appleby and Schwarz, 1969; Burns and Sims, 1981; LaVerne et al., 2000; Laverne and Yoshida,
1993; Pastina and LaVerne, 1999; Sims et al., 1998) %, 7' 7 > k L7z, +OH ® G fi® LET {K1F#ME
IZOWTIE, BIEDOY I 2 b—ra URERIT, BRI I 2 b—3a VR (B3 B X
OEBRERE (BAaoils) Lrh<{—HLTW%, SEDOYI 2l — 3T, H-iE
MENT-KEZEEE LT & TOH O G EIZOWTIAV LET #iPH CEBREE R 2 HHT 5
ZENTEZ, LML, ¥ab—ra UFEREERGER L OAR—ZUI LET 2% 200 eV/nm
PLEDOFIRIZE T D H0: O G ETHERIND, ZOR—HOBRBIXZEAS 4 1LIZ LD
WETHDL EEZ BN D, Meesunguonen & Jay-Gerin DJCATHIIE NG, L EHA 4 L ALITH
A F AT AR TRABE TR NS OO, FFIZE LET 3858 T H202 38 LT HO' & 0D
EICA 595 2 EDVUREIN TV B (Meesungnoen and Jay-Gerin, 2005a), Geant4-DNA % fifi
LEBIEDOY I 2L —yva Tk, AL VBRICOWTIEHEA b7 et 2ADANEE
ENTW5, LHEA T ADREBENTOARWEREDS I 2L —2 3 Tl 0, D G i
IX LET O¥INE & HICHFRHINT 5, ZEHA A 1bE2ZET 52 LT H0: D G flIE
LET 7% 100 eV/nm (2725 L THINL, £O1% LET O¥INE & HIE T2 LIRS
(Meesungnoen and Jay-Gerin, 2005a), H20: 1% 2 2®«OH O#E & )i (¢«OH++OH — H20,)
Ko THIZEMK NS, L, ZEHAL AT o REZETDLEA L NT v V7 ED
TR TN OB N5 ZHB SN 3P LEIREOMBER T OCP)NAERIND EE XD

18



5. *0H X OCP) & ST 52 & TCHOY Z4ERKT 572, «OH DiEE 7 u& A & LT («OH
++OH — H,0;) & & (sOH + OCP) —» HOY) KILWBiAaTHZ & T, Z#HA A b7
T AN LT D LET S8 TIE H20: D GEME T 5 & TSI D,

—Ji T, OH R e ® G HIFZEA A MEDOEELIZLEAEZITRNEINTND
(Gervais et al., 2006; Meesungnoen and Jay-Gerin, 2005a), *OH & e, Z{HE T 5 EE 7 ntk
AD1DELTENLDORIE (*OH+ey — OH) NEETF B D, ZORIGIE, e DIHE T
BEALELTegd O°L DG (e +0"— H02+20H) LA TAH7nvATHD, L
22U, 1 LET 83 CIIK OSBRI KL 2 —RAERD TH 50H & e ldA A T v
7 FIZEEEIAAET D720, LV REFEMIC ((OH+ ey —» OH) RISEEZT L DI D
(Boscoloetal.,2020), DF VD, *OH X e D GHIZZEHA A MLOEELEZIFIZSWEE X
L7280, Ry alb—varyTEEALT AT a2 AEEE I TWHARNA, «OH BLW
eag D GIEITFERFER & L — BT HMRDBLZENTELLLEEZLND,

X 1-11 1%, 2Co*A A # D LET % 10 eV/nm 7> 5 700 eV/nm O#iJH TEL SH7= & & D
«OH (BT B KGO RGE 2R LTS, ZORKIGEITREE 1 Eapnrb 1 ~A 70
BETORBETH L, FiclTBMENTBIEOH T, (¢(OH+OH — 0" +H,0) 73+0OH O
HE 7oA RKRELSFELTWDL I ERbND, 2O LMD, 77 v 7 E—7FEUD
T )L FX—FEE (<6.0MeV/u) (281F 50H O G % FHLT 25 72 DITIIANFZE THrz 1218
MU fE (0™, 02, 027, HOY', HOy) OEFIZEZE T HZ ENBHEETHDH LEnIT,
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4 I LILLLLLLL | LA | LU u T ™1 T rrrt l | B
Exp. Maeyama et al. (2011) : H X
= a) Exp. Maeyama et al. (2011) : ‘gt W
— 3.5 ( Exp. Maeyama et al. (2011) : 12C6+ ®
% 3 | X Exp. Maeyama et al. (2011) Fe26" :
;’Zil Exp. Ludwig N. (2018)
8 alks %ﬂ} Exp. Ludwig N. (2018): ! 6+ ]
— 25 B This work : 'H' —X—
E u This work : “He?" =
) 2F This work : 12C®* —o—
D P This work : *°Fe?"
o = X i
a 1.5 a®,
y e A
hed 1 | -@@ > i
@) M oA,
(52}
05F E%B‘B; @ I
——HHHH [ NN ——HH L II%I Ll L Ll
O I ERE]] T T T 1T
b Exp. Yamashita et al. (2008) : He6+ D
B Exp. Yamashita et al. (2008) :
; 3 ( ) '9]6-*_ ¥ " Exp. Yamashlta et al. (2008) : 56F626+ A
B This work H ——
P 25 B O % This work *He?" —=-
8 This work : 2% —o—
— A %% This work : *°Fe?®"
~
7]
)
'8 l 5 | &E] -
O .
2 oy,
—_— 1 B Egé) AA ]
¢ A
©) o5k @ e, I
[ AT L1 1 111l [ AT i L
O T | B | T T IIlllIl | LILLLLLLL | LA | UL
Exp. Yamashita et al. (2008) : He O
13 Exp. Yamashita et al. (2008) : c** ©) 7
— Exp. Yamas{nta et al. (2008) : 56Fe26+ A
—X— A
T L2 e = Iy
This work : "*C®* —S— H A i
2 1.1 This work : >°Fe?®" [gﬂ ) o A
~
w - m —
g l© R
Q » i
9 0.9 O g A
m 08F @) -
© 071 $‘,§< e I
06_1 ] lulr*jeu;k [N ] 1|||11||2 1 ||||1|1|3 ] |111||.|-
107 10 10! 10 10 10
LET [eV/nm]

1-9 : TH*, “He?", 12C6*, S6Fe?" A A > U1 100 7~/ 12 12F61F % «OH, euq’, H202 D G fEHD

LET (K171
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3 I LILLLLLLL | LA T B e | T ™1 T rrrt T | B
Exp. Burns W.G. and Sims H.E. (1981) g
8 '*‘* ¥ Sim. Meesungoen J. (2005) : w/o multiple ionization =~ """
— 25 B ““u.‘x_ Sim. Meesungoen J. (2005) : w/ multiple ionization —
> (a) ’B’E'B} This work : 'H" —X—
O EE‘ This work : *He?" —=-
8 2 * This work : 12C%* —o-
— % This work : *°He?®"
~ .
7 Yot
815t
Q
(0]
oy 1F 4
7))
e
L L1
0 T —T1 F—F—F—FFFFr
25 ¥ - 'H", Sims H.E. (1998) X
. % :“He*", Appleby A. (1969)
4y 2+
— :"He”", LaVerne J.A. (1999) @
> i (b) Exp: *He?" , LaVerne JA. (1993) ¥
[ 2 This work : 'H" X
8 This work : “He?" —=—
This work : '2C%" —5—
: - @@9 This work : *°Fe2¢*
> 1.5 ~
9 »
2 s
(o8 1 B ~ @@‘ i}
O o5F x Y uig e ee o -
rd ®e
v
L1111 L1111 L ® o ot L1t
O T | B | T e e 1R L] | LILLLLLLL | LA | UL
Exp:'H", Barbara P. (1999) —%— $ i
1.1 Exp : “He’", Barbara P. (1999) —#—
— Exp : 12c®* ; Barbara P. (1999) —o— ¢¢
> This work : 'H" X qa ®
O 1 [f This work : ‘He?* —E— 43 .
8 This work : 2C®" —o— [*
— This work : ~°Fe2®" EF
\ - —
s 0.9
5 (c)
3 3
M " |
v ) >’<
e
1 llll—JélllQF L1l A AR L1 11t L1111l

0-007 10° 10! 10 10° 104

LET [eV/nm]

1-10 : 'H', *He?", 12CO", SFe?0" 1 A L WS4 | ~ A 7 m B 12I281T 5 +0H, euq, H202 D G il
@ LET A5
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2.5 T | | T I | | LI L} | I } ) LI
N H,0, +e,, —» OH +*OH ——
[ *OH + *OH — H,0, —
— 2 .'OH+eaq'—>OH' — -
g “OH + HO, — HO," + OH" ——
= *OH+ 0" — HO,’ —
3 *OH+OH — 0" + H,0
o 1.5[0"+H,0--0H+O0H i
a
]
2]
=
o i i
Q
<
O
S
ks
= 05T 7
O
E

/
z
O—lllll 1 | | I N I N . . | 1 | IIIlIl_
1 2 3
10 10 10

LET [eV/nm]

1-11 : 2Co" A A > ® LET % 10 eV/nm 7>5 700 eV/nm O#JH T W7~ L = D«0H [T
BEE T D KIS D S, ZOMISEITREZ 1 s 1~ 7 e E ToREHE,
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1.4, EZ%

LET 7% LW A, HY, *He?', 12C6, SFe20" 1 4 U ARIBES FIZH 1T 5«0H @ G filiix, XY
BNA A EARE LIESRED T NENA A 2R LB E L0 bIRVWERZ RS, T
BNA T DOEENENA A OHELD GBEWED, A3 T v 7 BICX ) &EER
TRNAX—FENRZDZET, BEECTIANNBEL, 7V INVRALO/BA KGN
PR ICHET, = & TOH NHE SND T TH D, [FEROMHNIL eag B LT H02 I A B
Do DFEV | KDOBHIR I RAERFED GEIZA A2 b T v 7 EEORBEZ 1T TEY  LET
I TEAFT T v 7 EEICERT 2MFmBEOREL THT 22N TERVWEFR
Do

LET (2B /XT A —H L LT (Zew/B)> ZHV, X 1-12 |12 'HY, *He?, 12C%*, SFe?o* A A
VIR 1 ~ A 7 m BRI T HeOH, eag, H202 D G ED(Zew/B)? A7 Z 7' 1~ N LIE L
Too TIT, Zew & BITENENRE A A OFEMN L IFEEFONETERLINTZA
WAF L OFETHD, K 1-12 1FK 1-10 Lt LT, B2 5 14 4 U fREHo x5 25
WS TeoTHEY, IFPOEBRTRTLIIICIFEALEDY I 2 b—r 3 UREREH—1Y
IZRTZEDTETND, 2O 06, ABFETHES L7 LET 25 1eV/nm 225 700 eV/nm
DHIPAIZIBN T, ZewB? 1FAF 2 T v 7 EEDOHEZRELT H LT LET KV#EL TH
0. KOS REAERRFED GEZK—MICRT Z N TEHRBEENRH H, T, A
A URDO TRV X =B RO BISHERIY Ze? (BT D720 Zf 1TA A N T v 712 o T2
BT D= RV X — (T BB RENCRE L, A F VRIS L D= Ff X —(F B2 X 0%
ELTEZRETFORRTRNANX =X BICHAIT LD, BPIFAA S NT v ZICEERRES
WO TR FX— A EE IR EDICHIET D E AT 2 ENHEKD 5 TH H(Maeyama
etal., 2011; Yamashita et al., 2008), > F V. LET 231 A4 I T 5RO —RITAI 72 = R /L F—
fHEZRLTWDLDIZH L, (Ze/B)? 1L —RITTH R RNF—ffHEZRLTNDHEBEZXDH T
ENTEDLID, A4 N7 v 7 EEDOREL ST 5 KRR fRARRFED G E% A 4
FICE ST —MICET ETEZAPPITLET K VE L TWDH EEZHND,
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I ULBLLLRLLL I LA | LLLLRLLL | I T == T LB e
This work : 'H" —_—

This work : “He?"  —E—
— 2 5r This work : 12c®*  —©—
> (a) This work : *°Fe?®"
S
o 2 - -
—
~~
7] | -
L 1.5
]
O
o 1F i
N
e
& @
L1 1 k411 e L1 rrrn [ AR 1 11111
O T T T T T T T Tt 11+
2 5 - R This work : 'H" —K—
: This work : ‘He?"  —H—
\ This work : '2C%* —o—
2 | (b) This work : °Fe?¢*

G [Species/100eV]
— W

S
(%)}
T

L1 111y L ++HHH L1 11
This work : 'H" —K—
This work : ‘He?"  —E—

This work : 12C%* —o—
This work : >°Fe26*

(c)

)

[u—
[a—

[U—

G [Species/100eV]
o o
oo O

4
3
T

090 10! 10° 2103 10* 10°
(Zeff/ B)

112 : TH', %He?", 126", SR A L BASHE | ~ A 7 0 Fb#I0351F 2 +OH, eag', HaO2 O G fi

D(Zete/ B)* AT
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1.5. /g

% 1 FEClX. Geant4-DNA % T 'HY, “He?!, '2CO*, S6Fe20 1 A L FREF T2 5 AL
PR IK R 5 %ém%(%,OHm@)@G1%1ammm6ﬂmammif@rmLm
IT#%Lt@77/ﬁt 7 JED DT 3L X—FEIIZ 1T H0H O GE% EMEIZ S
2 L— N5 72 DICARIFE TIIKR DI R L » TAR SN DLFRE (07, 02, 027,

HO,', HOy) DRI H 2eMm L7z,

Geant4-DNA version 10.05.p01 [ZFEHE SN TV W I b O(LFRZBML, 2523
3 bR BINT 252 LT, 1 eViam 05 700 eVinm £TO T Z v 7 ¥ — 7 B0
TRLF—fER A G LET & T I 2L —a v biGbni Gl FERMHEE X
—HT D ERMERINTZ, UL, YFeo A AU FTCldv I = b—va v LR
EOB TAR—ENBHR I, ZOAR L, Geantd-DNA (ZFEESI N T\ W7 F 7 X
T g VDRI LD AERENTZBA T DOFELEICEIDLOTHDIEEZ LN D,

fB5#FE (O™, O, 027, HOy', HOy) D& EIZ B L7254 TH, H0: @ G fiElE 100 eV/nm
ZHZ DB CERGRE B Lo, T, AfFECHW Y I a2 —3 3T

ZEA T MO BFEENREREIN TN RWEZDTHD, LVBEFENRY I 2L —2 3 VLT
INZIE, ZEA A7 7' X% Geantd-DNA ([ZIBINT D MEENR H 5,

25



2. RIFRDLEA A AT v 2D RIFHEE

2.1. =

R ARG RIT, AW FHIADME (RBE) 2AE <. BRREELL (OER) BMEWZ &5
TRV —X BRSO FRRAR & g LT, R IR R RS IR R TH
% (Alper, 1956; Scifoni et al., 2013), RBE & OER (3T kL ¥ —F(F5 (LET) (290 < RIFE L
TW%, RBE 3% DED EWIE EAEWERIARVED VY, OER 132 DEDMEVIE &R
FEDORENDIRN L 2R L TR, @, OERIZ 1L EOfEL D (>1), 2C A A4
MOY;E . RBE OfEIL LET 2% 140 eV/nm Tl KME L 72V . Z D% LET O & KT
% (Furusawa et al., 2000), '2C%" A 4 %2 OER /X LET ik THI 3 TH V. LET 0N &
EBICHFHTHA L, 200eVinm B2 5 E1FIE 1 &7 D, HEA A #R1T RBE 23E < OER
RN | IRERR IS I L TAZhE SITW A A, MR EEE 1% 2 5 Ol R
REDOFBITMKINE LTI 5 Z L I1XTE 72 (Ando et al., 1999; Hirayama et al., 2013),
HA A A OGRS BRI IRE (FLASH) 128\ T b BGOSR
IREEDZALIE FLASH R & L THIBNDRRRBBDORA N = A LEFICEHETH D, 157
FCE DR IR Z ML D72 0I2iE, TEG OMEFRIRE OB L IEMEICEE T 5 LE)
& % (Kusumoto et al., 2020; Lai et al., 2021; Pratx and Kapp, 2019),

—MRI, AREEFE SR T TlL DNA 5 L o MilsEnifl s s Z &idk<msinTtn
%A, & LET fEf{Tlx OER DAY 1 120T-3< 72 ORI E RS T H MM Z %5, LET
DEIMZ £ %D OER DD A T = X BFIRTERHB CTH D, bo &b H LWFERDO—D2 & L
T, IKROFSBR S fRA R O BAERIZ & - TRFTIZEERE 3 F AT 5 [T v
7 WEEFZIG] D3RR S LTV 5 (Meesungnoen et al., 2003), —f%AIIZ, KO iR £
RFRITA A N T v 7 BIZERIEDO A R—E L THEMR SIS A, LET OHNNZ RN A S—(X
AF 2 b Ty 7 BICHEBINTER SN D £ 912725, LET 3200 eVinm Z# 2 2 X 5 7205
LET fE Tl i) 72 R O 2 S =8B S dv, 7K OB R 3 fifAR i [F] 4= D BOGRIZ &
VSR T DNRFTENC AT H 2 L C OER O 5 & T v 7 NEEEGL TIEE
ZHNTWD,

WEDORFEN S KO bR oy iR A BRRE IR+ O KOS & D EER 4y DHHR I, Koy T
O 1ZEA A0 PG LTEY, ZEA T AUIZE > THOYE Oy BAERT 2 Z &3
7~ S 41TV D (Meesungnoen et al., 2003; Meesungnoen and Jay-Gerin, 2005a), £ 72, & LET 78
WIZE T D H0: D G EZ EFEICTHET 2720 b L HA A AL ORBEBET L0 ERH
% (Gervais et al., 2006; Meesungnoen et al., 2003; Meesungnoen and Jay-Gerin, 2005a),

% 1 ETIL, Geantd-DNA [ZEES BT AV a v I ab—ra VEFEHAL, 77 v 7Y
— 7 JED O T 3L X —fHlk A E e KUy LET #GPH CHIME 22K O B # oy g A= i («OH,
eaq, H202) O GIEZMFEL 72, L7>L. LET 2 100 eV/nm % #8 % % 81 T H,0, D G fHD
VIialb—ya UREREERREROMICA B R INTZ, T, 2EAF T8
TRAEEBEL TN ENFRRKRTH D EE 2 5D (Baba et al, 2021b), & 2 TH 2 FE T
%, HY, *He*, RCO A A IR T2 D ZE A T AL D KK 53 fif AL A~ oD 522
ERALMNITHZEEBIET, ZHEA A b7 v AL Geantd version 10.07.p01 (21X 523k
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SNTWieWed, a7 I v EE CHE RV, JEHERE S LTS EA A Loy
Fatv AR, WEYLFE T et R AL a RAOBRBETo, SEA AL T X%
Geant4-DNA (ZHHZ0iAZL, THY, *He?', 2CO'A A VMRS FiZH1T % Ha02 & HOY + 02D G
fifi % NV LET %P (2 eV/inm 205 700 eV/inm) TZEESE T I 2 b—v a3 U2, £
FER LT 5 2 & TREEEZITV. S EHA A AL DK BRI A R~ D B DN T
BT,
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22. ik

22.1. ZEA A AT mt ADFELE

Geant4-DNA version 10.07.p01 T 'H", *He?", 2CO' A A4 U T TOLEA 4 b7 v
TRAEZREMEL TR, s 7 I TERE CHEHW, RS L TKOLEA 4
b (ZHEA A fbe = A A 1b) o7 e x, HEfbF 7ot b5 a2 %
BIZ LTz, ZHEA A4 b7 v AL, Geantd-DNA version 10.07.p01 (24 > A h—/L & i T
V% G4DNARuddlonisationExtendedModel 27 7 A & X— & & L TR L 7=,

BUR, KOZHB IO =FA 4 AWimfEICBEE T 2 AFAREEREHRILN R VRS TH
% (Champion, 2003; Meesungnoen and Jay-Gerin, 2005a), D 7= " HA 4 ALWriEfE (o4)
IZ Rudd D HiA A AbWriEfE (os) 2> HHEE L7=(Cobut et al., 1998; Rudd, 1990), Z ALIZiZ,
Meesungnoen & Jay-Gerin (2 8 > TIRE STz, §A A AbWrimfg i3 2 8 A A4 Akl
mAED L (o= oa/os) Zf#H L 7=(Meesungnoen and Jay-Gerin, 2005a), [X] 2-1 |ZHiA F A1l
Wrm Ao x5 " HA A ALBrmiE DO owlos R T, AU, ZEA T L ALORE LR
<ZIF% HOYy + 0D G EZHIHT LD OFIERIEE/R /N T A —F L L THDLINL TIN5
(Meesungnoen et al., 2003; Meesungnoen and Jay-Gerin, 2005a, 2005b, 2009), 64i/csi DAE X Eion/Z
DM E & HIZHRED LTV D, 22T Bl 3T H) DA A XX —THY |
ZITWHA T OBEMKETH D, Tk, ZHA A MO ED LET OHME & HIZH
FNHINT D EE2BRLTWD, —BEA 4 ALWmEE (on) X BEA 4 ALKmiE (oa)
X0 B9 1 #7K < 72 D (Champion, 2003), < D7-®, H,0, & HOx' + 02D G EIZHOTH L
DEFEG LRV, RIFETIE, 2EA A A7 rE AL LT EA AL ZEHA 4 1bD
HEE L, WEA 4 AbOFEIIIEL L 7= (Meesungnoen et al., 2003; Meesungnoen and Jay-
Gerin, 2005a), AAFZE TGS L7z LET #FHICR VT, =8 A 4 AW fEiE ou = o?os & L
TRIE LT,

M7 e AT, R EIZA T ALS TR T, TV A F L T
78 EOLFRIC Y BET D, # 2-1 BEOE 222 1%, WELE T vt R8T DT v %
L& FD o3Ik A 7R LT D (Gervais et al., 2006; Shin et al., 2019),

b5 7" 1 A CTid,G4EmDNAChemistry & X— A & L7fbFa A T 7 X 2 LT,
(EEARO E S EER DY A N %23 2-3 15T, MidEEEIL T n bR LT
V% (Hatano et al., 2011; Plante, 2011), AL TRHMlik4: ToH 5 HO & O 1%, KDL EA
F AL B EIT 3P FEEIRAE TR S V2R 1 OCP) & 1 L TR & 41 % (Meesungnoen
and Jay-Gerin, 2005a), OCP)YD %< 1T P A NEENIEFITEm A T2 b T v 7 NTHID
OCP)%H L < 1F+OH & )it~ 5 (Meesungnoen and Jay-Gerin, 20052, 2009), =D 7=, 3+ 2-3 %
1 ETHWALFLOS Y A ML FORG (R1,R2,R3) ZH721ZBM L TEE ST
% (Baba et al., 2021a),

«OH + OCP) — HO» 2.02x10'° [dm3 mol' s (R1)
OCP) + O(’P) — 0> 2.2x10" [dm? mol' s™'] (R2)
HO:' + OCP) — 0 + *OH 2.02x10'° [dm> mol ™' s7'] (R3)
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= Top N -
N N

= N\ -
SRR |
Champion, C. (2003) e 1
Meesungnoen, J. (2005), gt e -

Meesungnoen, J. (2005), ‘et —-—-

Meesungnoen, J. (2005), 2¢6r —--

1 0-3 N ; [ N T I B 1 1 1
107! 10°

E..n/Z [MeV/nucleon]

[X] 2-1 : Meesungnoen (Z & > THE 72 THY GRVAHR) o *He?™ (Rrmifg) | 2C (F
W HBR) A A D ZEHA T AW E R — A A oAb A O b (oailosi)
(Meesungnoen and Jay-Gerin, 2005a), t#ED 72, Champion |2 K> THE SN 372
A F D oglos DIEH T (BWEHF) (Champion, 2003),
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7% 2-1 : YLD Y X 2 b— 3 T S fRBET v RV D43 b (Shin et al.,
2019),

Single ionization state: H,O" —  H3O"++<OH 100%
Excitation state: A1B1 — OH+H 65%
—  HO+AE 35%
Excitation state: B1A1 —  H30" +«OH + eaq” 55%
—  *OH ++OH + H» 15%
—  HO+AE 30%
Excitation state: —  H30" +«OH + eaq” 50%
Rydberg, diffusion bands —  HO+AE 50%
Dissociate attachment — *OH+OH +H; 100%

# 22 WEAL RIS COLEA A L AbA R MBI DEEET v v Dok, 7
Z T A NEOEEER T ) A — L TR (Gervais et al., 2006),

Double ionization state: H"+H"+

O™ = oep) — 2H;0" + O(P) 55%  do-s=1.20
— H'+OH'  — 2H;0"+O0(P) 29%  diom= 1.20
& H'+H'+0" — 2H:;0"+H +<0H+OCP) 16% duso:=1.20
du—o+=0.80
Triple ionization state: 100
H“(‘;f tonizatio — H'+H'+0' — 3H;0"++0H+OCP) y  dorm=120
2 0
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% 2-3 ALFIS & BOSHEEER, 245 OffEI Hatano © D7 — # (Hatano et al., 2011) &
Plante @7 — # (Plante, 2011)IZF&SW\ T\ 5,

Reaction rate

Reaction rate

Reaction Reaction

(dm*mol's) (dm*mol's)
H +H — H> 5.03x10° H>O02 + eaq” — OH + «OH 1.1x1010
H" +*OH — No product 1.55x101° H>0, + OH— HO» 4.75x108
H + H>O0; — «OH 3.5x107 H>0; + O — HO>' + OH" 5.55x10%
H +eaq —H2+ OH 2.5x101° €aq” T €aq” — 20H + H; 5.0x10°
H +OH —eaq” 2.51x107 €aq” T H3O0" > H’ 2.11x10'°
H + O, — HOY' 2.1x1010 €aq”+ 02" — H2O2 + 20H" 1.3x1010
H' +HO;" — H0, 1.0x1010 €aq” + HO2 — O™+ OH" 3.51x10°
H + 02" — HOy 1.0x1010 €aqg T 02— O2" 1.74x10'0
*OH + *OH — H>0 5.5x10° €aq” + HO2" — HO>" 1.28x10'0
*OH + H,0, — HOy' 2.87x107 H;O0" + Oy — HOy 4.78x10'0
*OH+H; - H 3.28x107 H30" + OH- — No product 1.12x10"
*OH +e.” — OH 2.95x10'0 H;O0" + HO» — H20» 5.0x10'°
*OH + OH — O~ 6.3x10° HO>" + 02" — Oz + HOy 9.7x107
*OH + HO" — O2 7.9x10° HO;"+ HO2" — Oz + H202 8.3x10°
*OH + 02" — OH + O2 1.07x10' HOy" + O(°P) — O, + *OH 2.02x10'0
-OH + HOy — OH" + HOy' 8.32x10° O(P) + OCP) — 05 2.2x1010
«OH + 0~ — HO> 1.0x10° 0"~ +H;0 — *OH + OH 1.36x106 (s
-OH + O(P) — HO»" 2.02x101 HO» + H20 — H20; + OH- 1.36x106 (s
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2.2.2. KRR iR A R FE D GAE D LET A7

Geant4-DNA version 10.07.p01(Agostinelli et al., 2003; Allison et al., 2006, 2016; Bernal et al.,
2015; Incerti et al., 2010b, 2010a, 2018)% JAVN/= 3 2 = L—3 3 U h B K D R o5 iR A Rl f
D GEEHET 5, b I 2 b —3 3 T Step-By-Step (SBS) 77 71— F(Karamitros
etal., 2014, 2011) % A=, G EIFAKBRIZ X » TR S35 BAL = L — (HAAG2 %
100eV) H7- VIR ETITHE SN DILFFEOIRTH 5,

WHELEFREDFHE D 7=  GAEmDNAPhysics option8 &_X—RZ & L7z a L A NT 7 X %
5/ L7z, G4AEmDNAPhysics option8 Tlx, &1, . THAKIREAFBILONY U LR+
D 3 OO EIRIE (*He', “He™, *He™) OFMEREL, 1 A Ak, it 7 rE ANEBE D,
F BRI a R E UTE ORI & 0 1155, 38 L OVERMRH T a2 2351,
HHARE T, BLORENY VLRS- TEEIND, HA A (LY, °Be, 1B, 12C*,
N+, 160Q8*, 28Gj14* S0Fe20t) TldA A b7 1 A HEE X115 (Bernal et al., 2015; Incerti et
al.,2010b, 2010a,2018), Geant4-DNA O 2 2L — g U EHAWT, KPIZBIT A 4
VRO N T I REEEHRE Ln, RIS 10keV ALEDO TR X—E I o2, — AL
FOBEPNIEIE UL I ab—a U BT E T, £, B8 10.1 keV L ED
TRAXF—FRoTFBIIZ AbFE Y I a2 Lb—2 g T h T, HEA T bY o7, oF 0,
VIalb— FENTARNY ORI —FFEIL 10 keV 205 10.1 keV OIZHIR S 41
TW5, YIalb—rarVFA MEENRFEELZBEL, 2205 ENROKDOL IR
10x10x10 mm® THERL L 7=, AAFIETIL, 25°C OHFVE pH 5504 FCA A VIR #% 1 Eaf)
o1~ 7abEHFErIab—rara2iTolz,

ZEA A AL AEEE LT HY, ‘He?, 2CO A A UM L DIKD KRR X =
L—va b, H0r & HOY + 0D G ED LET (K74 % Z 11241 LET 4P 2 eV/nm 7>
5 700 eV/nm F CTiHHE L7,
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2.3, fEH

2.3.1. KRR iR A TR D GAED LET A7

ZHEA A AT v A& BRE LT HY, He?, 2CO A A4 RIS T3t 2 KOy
ff I 2l —ya U EER L H0:D G fEE HOY' + 0D G fEdD LET A7 & FHRE LT,
X 2-2 ICHRSIE | ~ A 7 m R TO Ho02 D G HD LET K2 R4, ¥ Ialb—bh&h
7= G i & O el 0 72 9 525 B2 (Anderson and Hart, 1961; Appleby and Schwarz, 1969; Burns
and Sims, 1981; LaVerne et al., 2000; Pastina and LaVerne, 1999; Wasselin-Trupin et al., 2002) % &
AORTTmy FLTWD, EfE SHRITEN LI Geantd-DNA W TELEA 4 1AL
RERAEEFLIEHEGLEEL TN RVWEEOYIalb—va VR TH D,

H A A UBE TICBOW TR, ZEA T AR BREIN TV LI5E L BB L TRV
AL TH0: D GIEICHE 72751372 < . LET O8N & IZHGRICHM L=, "H A A 2o
3 2 b— h ENT2 H0: @ G fEIE Wasselin-Trupin 512 L > TH LIV EEBRE P &b &K
<—F, LTz, £, H' A A UBBS TIZHBWTH, LET OENE 2 H0, @ G BT
AN LTS, ZEA A AbZBE LTI E. LET 23 50 eVinm 282 % & G HOHEN
XN S D ER T D3RS ST 4 Her A A U DT X 2 b— F S 72 Ho0: @ G fE X Pastina
& LaVerne |2 & 5 Z2BR i (Pastina and LaVerne, 1999), Burns & Sims (2 & % S5 fE (Burns and
Sims, 1981), Anderson & Hart (Z & % F25Rff(Anderson and Hart, 1961) & —E L 7=,

RCOA A U TIZBW T ZEHA A b7 m X 2B E L TV D546 () \H0;
? GEIZ LET 23 200 eV/nm (ZHE % £ TEIHFFIC EF- L. £ D% LET OHINTHEWED L
7z. LET 7% 200 eV/nm % 2 7258 T, 2COA AU MBH TIZHBIT 5 GEDY I 2 L—
3 VG RIL, Pastina & LaVerne (2 & o T S 4172 F25R 7S R (Pastina and LaVerne, 1999) & ¥
HRIEICNEL 2o TVD, ERIZBNWT, 77 v 7 E— 7 EiD0OT 3L F —F7IH D A5
A A ATREAE T THRAF T D720, BEENT TARA T oz F =B LW
LET (3 RIEICZEAT D, ZORf, KOBHBRDRAEREOLE NI, A A2 bT v 7 EITHE
B LT AERMEOREDIC L > THEE SN D, —MIZ, BB RA AR DB N 1T AT A A
DAF =RV —Ey & & HITHFAIH T % (Taguchi and Kojima, 2007), 7 7 v 7 &— 7 Ji
WO F—FRICE T 5 FEREREZ [T L72D, A4 8T v 7 RIZAERT 5 H0;,
DN & A A A = F VX —E) T L THE LN GIEZ T > 7 LET O &

LT7my b7, M7 v 7E LET X, LET = 1/E, fOEO(dE/dx) & L TEF S5 (Pastina

and LaVerne, 1999), '2Co*A 4 L MIREMER T I 5 RIFI2B 1T 5 H0: D G E %X 2-2
IC— MR TR T, EBREMEBETHZ & T, LET 25200 eV/inm 2 2 H2FIHK TH &
22—y arEHOCTERMEREZFHT I LN TE R, “HEHA A ALWmEIT LET O
M (DFV, AoTL DA F L DOZRAXT—DWD) & EbicimL, £&EA 4 {bick
T 3P REREOIFERT OCP)REEBEICIEA I NS, . H0, IE0H [FlLD &k
(*OH + *OH — H20,) (T L > THEKSIND, 7272 L, & LET 8l TIiL-OH I£ OCP) & & X
Jix (*OH+ O3P) » HOy) T2 L9272V HO Z BT 5, 200 eV/nm Z#8 % 5 LET #8
WCTIXZINDDORIGEREE L TOH NHEIND 72D H0, D GIENME T L7,
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1_2 I I Frrrrea | I LA

Exp : Anderson, A.R. (1961), 'H" +
Exp : Anderson, A.R. (1961), ‘He X
Exp : Appleby, A. (1969), “He*" *
Exp : Burns, W.G. (1981), 'H" o
1.1 [| Exp : Bums, W.G. (1981), *He*" .
Exp : Pastina, B. (1999), 'H" —B-
Exp : Pastina, B. (1999), ‘et
Exp : Pastina, B. (1999), '2c®" —A—
1 Exp : LaVerne, J.A. (2000), ‘ge?* o v
\Y%
v
——
—o—
—A—

Exp : Wasselin-Trupin, V. (2002), gt
Exp : Wasselin-Trupin, V. (2002), 126+
Geantd-DNA : 'H

Geant4-DNA : “He*"
Geantd-DNA : '2C®*

G-value (full stop condition) : 2¢

S
N

6+

G [Species/100eV]
=
(0 o]

o
~
T

1 1111 1 1 L1 11111 1 1 11 11111 1 1 11 1 1111
T 10" 10 10°
LET [eV/nm]

222: ZHEAANMT RV ARDL5E (FER) EEEAA AT BB ARRVEES (R
B O HT GROIUA) | He (kM) BEONRCY (FW=MAF) OA 4 U HICE D H0:
DOIH%E 1~ A 7 v IZBIT D GED LET (kffth, ZEA A b7 v X &5 2C0 A
T OEREIESFMIZ L D Ha0, D G EHIR, — S8R OKGOMR T RIND, LD
72 ¥ EER A% B (Anderson and Hart, 1961; Appleby and Schwarz, 1969; Burns and Sims, 1981;
LaVerne et al., 2000; Pastina and LaVerne, 1999; Wasselin-Trupin et al., 2002) H BED ST 2 »
FL T3,
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X 2-3 (\ZHEB . 1 ~ A 7 v L8 5 HOY + 027D G fED LET (Kt 2 R d, FEHL
RRITZENZEI Geantd-DNA Z#HWTEZEA A b7 rEAEZBELIZLEG EBEL TV
BRWGHEDY I ab—ra UERTH D, ERERIIAKE O ST ry hEh TV D
(G Baldacchino et al., 1998; G. Baldacchino et al., 1998), Jsifig & S8 ITZNENLEA 4
b % EJE L 7= Meesungnoen & Jay-Gerin D I = L — 3 3 Vi B (Meesungnoen and Jay-
Gerin, 2005a) &, Gervais H D I = L—1 3 UfE B (Gervaisetal., 2006)% & L T\ 5, 2
2 L— R &N HOY +02~D G Ei%., LET OHIINE & & 2B L, LET 2% 200 eV/nm
EHZ D E X EEITHEINT 5,

AMFETT I 2 b— b L7 HA F RS T2 5 HOY + O G BIXSEATHFZED
Vialb—va UREROBIIAET D, Fz, He?t e 2COA A MR TIZEB T 5 HOY +
0? GEIZIFI U LET ICB T HEITHFIED Y I 2 —a URER LD HEL 2> TWn 5,
[ U LET Tl¥, X 0#W\A 4 BT LD HO + 0D GIENEWA AU IC KD GEX
DHEL o TS, ZiUE, BONA AL OEENENA A OFE LD LBV, 8]
WAFNCRSTAFT L N7 v 7 RIZK Y @EERT VT —(TEREIRFTE, mEEI
FELET VANELORIGIZE Y HO + O N EE I S5 728 T d 5 (Kusumoto et
al., 2016; Waligorski et al., 1986), Z AL & [AERIZ, 2COA AU ROV I 2 bL— g3 URERIT
S LN OAMS A A E— A TOERER LV bR R TND, ZHUTARIEIZB W
TR LY I 2L —ya VORBHEMEZ TR L TV D,
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Exp : Baldacchino, G. (1998), 36s'¢*

Exp : Baldacchino, G. (1998), “Ar'®"

Sim : Meesungnoen, J. (2005), w/ multiple ionization
Sim : Gervais, B. (2006), w/ multiple ionization
Geant4-DNA : 'H

Geant4-DNA : “He?"

Geant4-DNA : 12C6Jr

o
[U—

o
)
&

G [Species/100eV]
() )
2 3

0 1 1111 1 1 L1 11111 1 1 11 11111 1 1 11 1 1111
10 10" 10 10°
LET [eV/nm]

23 ZEA A AT v AL EEBR LILGEO H ROIUMA) . *He* (FkDHM) B X
O 2C (FW=MATE) OA F LRI E D HOY + O DK% | ~1 7 v ICBIT 5 GED
LET A7, BV AR E ASEITENENZEA 4 L% 8 L 72 Meesungnoen & Jay-
Gerin D ¥ X = L— 1 3 Ui B (Meesungnoen and Jay-Gerin, 2005a) &, Gervais 5D I = L
— 3 3 UG R(Gervais et al., 2006)% EHLZE 417 LTV 5, Baldacchino (2 & > TR I L7
ERFERIIAKE O ST 2 v b Z TV 5 (G Baldacchino et al., 1998; G. Baldacchino et
al., 1998).
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2.4, E52

2-4 13 CHA A UMBHR 1 ~ A 7 upTOZES A AT v AE2BE LGS
(EH) EEZBLTWARWES G5R) I2BIF 20 S0 0fbZE (R1, R2, R3, R4, R5,
R6,R7,R8,R9) DL D LET IAFIEZ R L TW5D, T ORIGEIZHEE 1 it 1
~A 7 uETORBETH D,

«OH + *OH — H>0» 5.5x10° [dm> mol™' '] (R4)
HO," + *OH — 0>+ H,0 7.9x10° [dm> mol™' '] (R5)
«OH + eag - OH- 2.95%10' [dm? mol! s7'] (R6)
HaO2 + € o — OH' + *OH 1.1x10'° [dm? mol' 5] (R7)
H +0, ~ HOy' 2.1x10' [dm’ mol' s7'] (R8)
eag + 02 — 0y~ 1.74x10'[dm? mol ! s (R9)

B12-4 775, HiO2 IZEIC RE ISIC K o TAF > M T w7 iiho TS D, BEA A
VHRIZEBWT, OCPIUIA A b T v 7 BICIA S I72-0H &ZhHEMIC Rl KSE k232
LT, AR E I HOy DB E D, 0213 HO2' & *OH & @ RS JUSIZ L » TAERE R
%o ZHA A ALEFERE L= Z & TLET 7 200 eV/nm LA ORI T R4 i & A LT RI
B & RS BOSEEZ 5 Z & T Ha02 D G X L, & LET S8 T S 415 HO2 + 0y
"D GENHIINT Do £72. eag & *OH D R6 FEE LT eag & Ha02 D R7 JEDS HaO2 DIk
PICHEGTHZ LRI, R6 USDF G513 LET O E & b2 2558, 2
ITMD T HN—-T P HNEE BlZiE, H +«0OH - H0 72 &) BNEINT57-0Th D,
SZEAAACEBETHE R6 JUGEDHFHITZEA A ALEBE L WGEE LY bK< 72
Lo ZHUIZEA A ALEZE L2 £ TOH 2 OCP)E RL ST D K510 o7=2 LA
JRR7Z L mme S5, £7-. LET 038075 & R7 RIGDOF 52350 L Ho02 B335 2
MR SN0 T O THET L2 FUS O T, R7 BUSIE, HaOy & DE RSO H Thy
KOS EER 1.1x1010dm3mol s #Hf»> T\ b, LEA A bE2EBEB LI-HASD RT X
JEDHHIL, ZEA A AEEZBRLZVGALD BTN 25, 7272 L, H0.D G
A% 200 eV/nm 2 2 2 LD LIgH 572, RT OGO AT EITKIRE LTEHETH D L&
ZHid, Fio, ZEA T AT BE AN OCP)DAER A E LT HO ¥ LT O DIEALIC
HHEREFZRIZLTWDLZEEFALNTHL, EHIZEZEA A LT BB TIE 02 1%
RS G LRI D K 5 72 “IREISICE > THE SN Z ENv I ab—ra b
T,
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; 016 L I T rrrert I | ;
3 (a)R1 3
S 012 S
> %
g oo £
3 004 2
= =
5 0.015 I~y
> (b) R2 >
S S
= 001 =
w2 w2
g a
2 0.005 g
= op —— =
5 0.006 [ (c) R3 2
S S
= =
= 0.004 [ =
= (=}
.8 .8
: 0.002 :
= oF 1 =
S 17f =
S 1ef@OR4 3
o (w]
= 15F =
2 14f 2
2 ;b 2
S 12 8
=R T =
S 016
E (e)R5
S oazf
9 B
g oos
9 004
&
— 0 [~ | 1 1111l | 1 1 11110

10! 10 10°

LET [eV/nm]

=

14_ 1 | | I |
13F(@HR6
12F
1.1

09T
081

0T F—+—H
034

032

03[
028
0.26 -
0.24  — -

0.15[ (h) R8

0.05

0.03T

0.021

001

orc 1 11 1111l 1 1111111
10" 10 10
LET [eV/nm]

w/o multiple ionization processes

w/ multiple ionization processes

X 2-4 : PCOA A UREHFE | ~ A 7 e TOLEA L T n A Z2BE LA (£
B EEBEL TWARWES (B 1B 20 < ODOLZERGED RS5O LET K17,
CORISEIIRE % 1 Eaflnd 1 ~v4 7 afbE TORMEE,
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2S5 VIZEA A AT v A EEE LIZHAD 12 MeV 2C A 4 UM FIZBIT 5
IR FR B AR FE D G DO FFRHEEMEZ R LTV D, eag, H3OT, «OH O G i I X ETR%
L HICHIICHAT 5, HO GRS & & BIcd L, 2D B © G T
Whnds, i, H+H - H) FOSMSERLTWD, O, OFFAKILE LET fEIl TO k
TV NIGIZE > THERTE 5, B 17/ BEEICH (H+0:->HO) BXWey

(€ag + 02— 027) DIIKIZEY 02D GEIFHADZMHO 5, ZHHDOKIGIE, HOB LW
Oy DRI EH LG T D, HaOp 13207/ B CHEERGE & L BT L, DB H00
RT3 %5, OHD GEIXRAIZEML, 1 F /7 BE#x 5 L13E &L, OCP)D G1E
RO, DAL O YA B Tk SURFf & & B2 95, Ziud 0. OFERICE
HLTW5,

4 CTTTIm T T T TP T T T T 1 T 1.2 T TTIm T rom T TTmr T T T T T T T T
3.5 Nyt @ @

e Qo
AN 00 =

Species/100eV]
=

G [Species/100eV]

G [Species/100eV]

0.07
0.06
0.05
0.04
0.03
0.02

[Species/100eV]

G [Species/100eV] G [Species/100eV]

G
=
<
=

0 CTLUI T LU LT TN i

2
O T O 11 N (8 1 1 1 1 AT

HO,

3 -3

102 100 10° 100 102 10° 10° 102 100 10° 100 10> 10
Time [ns] Time [ns]

10

2-5: 2 HEA A NMT BB RAEEE LIZGEITBIT S 12MeV 2CO A 4 U HIRE 1% 1 B o
B 1 ~A 7 albE TORBEHRMEFED G it o By 7
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2.5. /NFE

Geant4-DNA version 10.07.p01 T 'H", *He?", 2CO' A A4 U T TOLEA 4 b7 v
AR L TRV, I T, eI I ERE CHE AW, JEEMREE L TKDOE
HA T AL (ZHA A AL E ZFA A1) OB T o R BT ow X, (b
ot A&ZBFE LT,

HY, *He?!, 2CO'A A U MR K DKROBHB IR I 2L —a b, ZEA LT
2 ZADRKOHR R AERRED GEICKIZTHELZOA =L EPTHE L, I
L— bk &372 Ho02 @ G ffi%. LET 23200 eV/nm (23T 5 £ THFRIZEM L, ZORIEKT
Lo ZEAFTUALEEBL TRV S 2 L—y g U EEROBIZIIR—EN R OND
DB EA T ALEBINT D Z L TERBERO A E L —&T DL o125, -,
LEAAT AT BB RAEEETHZLICLY, HOY + 07D GO ERFERZHELT 5 Z
EMTET, ZTNOORERIT. & LET EHA 4 VRS T TOKOBERR GBI 5L HE
A A AL D EEM:Z AT TV D,

ZHEA A AL o TER SN OCP)IL, OH & KL< KIS L HO %2R T 5 («OH +
O(P) — HOy'), *OH IZ OCP)7Z1F T2 < HO' & b IS LR %+ %5 («OH + HOY'
— On). ZHUT. KD fRA R FE R+ O HAEIC X - CTRFTHICER R 4 F AN ERK
T2 [ hT v 7 NBEZEEGL & T 5, OCP)B LW HOy & DKIGHIZ L H0H DIHE N
OH [l LD ISIZ L 5D Ha0 DAER EFEAT D Z & T, LET 23 200 eV/nm % #8 % 5 8k T
DO H0,D GEIZIE T L, HO+02D GEIZEMT A Z ENBHL N E o7, S5, %
HAA AT BB ATHELE O IF IRINZ L > THEE IND Z LB fER S,

AR R SR RRE R (FLASH) & R A IR IE Tk IS O R R IR E 02k HS FLASH
HMEL L CHLNAERABHEO A=A LIEEL TS LEINTWNE, O,
FLASH ZhJRD A B = X L% L ZEAT 21213, 02 OIHEE~D KD Hht 53 il A il Fl
DRI-FHREBENEECTHD LRIBIND,
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3. MR X O

Geant4-DNA version 10.05.p01 TiIARFEHE TH -7 (07,02, 0,7, HO,', HOy) DIt % 5
B L7=Z & T, HHY, ‘He?, 12CH, SFe20 o1 A 2 MREF IR 2 U 7 A i Ry iR A=
%4 (sOH, eaq, H202) O GEZEEFHMIL, TNETHEATLIZENEHE LT T
v 7 — 7 JEN O 3 )L X —fHig & G de )iV LET i (1 eV/nm 705 700 eV/nm) T
OH & e, DEBRFERAZFHILT 5 Z LTI LT,

Geant4-DNA Z V72 2 2 L—3 3 Tl Ho0: D GEIZ LET O E & & IZHFH
[ZEIIN 523, FEHITIX LET 28 200 eV/nm % #8 2 5 581 T G HAN A 3 A 73R &
NTEY, ZOR—EHIX Geantd-DNA ([ZITEEIN TV LWL EA 4 MO ETH
HéEz-, 2T, ZEAS AT o ALYLEMRE L L CHICB% L. Geantd-
DNA version 10.07.p01 ZH\\ /=3 = bL—3 3 VEHEICHAIAT Z & T, LET 2% 200
eV/nm % 8 2 5 EIE THERE S L5 Ha02 D GEDE &, HOY + 02D G {EDFAZE 721
MEFBST 52 ETEh L,

LEA T AT O RAEEE L KOBEHRSEY I 2L —arnth, ZRE2E8F
P2\ D TGRS R K 2 SRR oy i AL R [R] = O AR ELAE F 0 & JRIFTIIZ B E 70 1 O
DIAETHZENHERSI N, 2L TN T v 7 ARG 2V AR — b T 5RTH
50

H B RO T HHRFIZ, H & eugld 02 & Ut LIREER OREZ 2 S5 =
EMRERR STz, Zaud, WEER 2 ONCWD SR SRR E R BRIAPEE (FLASH) @
KR 22 BET B Tdh D FLASH RV B D A 1 = X L Z i % LT KOBE RS iR &
AR LT AL PN EE R REZ R L TVWDHZEE2RR LTV,

MHERICH G T 50H O GEIZ N T v 7 HEOREEZ T 5720, BHETL M4
PRI D35 81372 2 Z LET 8% L < & B[R UEICIEAR 5720, LET 25 /37 X
— X E LT ZefB ZHNDZ & T B2 DA F U BFITHT 22BN NE 7o T
BY ., KAWL THET L7Z LET 28 1eV/am 7> 5 700 eV/nm O IZ 350 T(Zew/B)? 1A A
VN T RSO A RBTH ETLET XD#E L TEY, «OH O G lEZ#H—aIcE
5 AREMEA R STz,
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e

K I BT DM FRLUIME b 2 < O RO R 2 52 T TEE o7, dLifE K7 R F P
PREER A ZERE « IR AR T 700 A)INEM Z2d2I213 8 x O ZTHE 2 W2, 2l
IRIFEEEEZ L W lEW e 2 E 2L I W LET, AJIIEM BiZ 0BT T, %
e AL - LR 6 EMIERICRE LIMRAE L XL N TEE LT,

FROSCEVEIZH T 0 | B FRFEINT I IR R R AF5E R & R NI S
BTGB 2 X LD & L TR R ZH Wl EE L, TZIEHOEEZRL
£, AWTEOMRER L 72 % Geantd-DNA (ZFH L TEZL O ZHE « THREZWZIZE L
B TRV — NIRRT e [ RS Bh3BUT O L 0 SN L E T

AW CTEBRT —Z it L T E S WE L, E TR B A B #ET
W7 N—"T T N—"7Y —2— JNEE #F5E A | Institut Pluridisciplinaire Hubert Curien (IPHC)
Rémi Barillon ##%. Quentin Raffy #£#d%. Nicolas Ludwig #f%EE . Catherine Galindo %%
B, Philippe Peaupardin #FFEEIZZ Z TR DOEZRK L 7,

Fo. RECODREDDFAAEE LKA RE TR TWEREWEREIZ, 200 L
TR VH#HLE L BT E T,

&I, THIWTETEEE LT R TOERICE G LET,

42



51 FH SCHR

Agostinelli, S., Allison, J., Amako, K., Apostolakis, J., Araujo, H., Arce, P., Asai, M., Axen, D.,
Banerjee, S., Barrand, G., et al., 2003. Geant4—a simulation toolkit. Nucl. Instruments Methods Phys.
Res. Sect. A Accel. Spectrometers, Detect. Assoc. Equip. 506, 250-303.

Akagi, T., Aso, T., Faddegon, B., Kimura, A., Matsufuji, N., Nishio, T., Omachi, C., Paganetti, H.,
Perl, J., Sasaki, T., et al., 2011. The PTSim and TOPAS Projects, Bringing Geant4 to the Particle
Therapy Clinic. Prog. Nucl. Sci. Technol. 2, 912-917.

Allison, J., Amako, K., Apostolakis, J., Araujo, H., Arce Dubois, P., Asai, M., Barrand, G., Capra,
R., Chauvie, S., Chytracek, R., et al., 2006. Geant4 developments and applications. IEEE Trans. Nucl.
Sci. 53, 270-278.

Allison, J., Amako, K., Apostolakis, J., Arce, P., Asai, M., Aso, T., Bagli, E., Bagulya, A., Banerjee,
S., Barrand, G., et al., 2016. Recent developments in Geant4. Nucl. Instruments Methods Phys. Res.
Sect. A Accel. Spectrometers, Detect. Assoc. Equip. 835, 186-225.

Alper, T., 1956. The Modification of Damage Caused by Primary Ionization of Biological Targets.
Radiat. Res. 5, 573.

Anderson, A.R., Hart, E.J., 1961. Molecular Product and Free Radical Yields in the Decomposition
of Water by Protons , Deuterons , and Helium Ions1 704, 689—704.

Ando, K., Koike, S., Ohira, C., Chen, Y.J., Nojima, K., Ando, S., Ohbuchi, T., Kobayashi, N.,
Shimizu, W., Urano, M., 1999. Accelerated reoxygenation of a murine fibrosarcoma after carbon-ion
radiation. Int. J. Radiat. Biol. 75, 505-512.

Appleby, A., Schwarz, H.A., 1969. Radical and molecular yields in water irradiated by .gamma.-rays
and heavy ions. J. Phys. Chem. 73, 1937-1941.

Baba, K., Kusumoto, T., Okada, S., Ishikawa, M., 2021a. A simulation-based study on water
radiolysis species for IH+4He2+, and 12C6+ ion beams with multiple ionization using Geant4-DNA.
J. Appl. Phys. 129.

Baba, K., Kusumoto, T., Okada, S., Ogawara, R., Kodaira, S., Raffy, Q., Barillon, R., Ludwig, N.,
Galindo, C., Peaupardin, P., et al., 2021b. Quantitative estimation of track segment yields of water
radiolysis species under heavy ions around Bragg peak energies using Geant4-DNA. Sci. Rep. 11, 1—
1.

Baldacchino, G, Bouffard, S., Balanzat, E., Gardés-Albert, M., Abedinzadeh, Z., Jore, D., Deycard,
S., Hickel, B., 1998. Direct time-resolved measurement of radical species formed in water by heavy

ions irradiation. Nucl. Instruments Methods Phys. Res. Sect. B Beam Interact. with Mater. Atoms
146, 528-532.

Baldacchino, G., Le Parc, D., Hickel, B., Gardes-Albert, M., Abedinzadeh, Z., Jore, D., Deycard, S.,
Bouffard, S., Mouton, V., Balanzat, E., 1998. Direct observation of HO2/0O2- free radicals generated
in water by a high-linear energy transfer pulsed heavy-ion beam. Radiat. Res. 149, 128-133.

43



Bartels, D.M., Andrew R. Cook, Mohan Mudaliar, A., Jonah, C.D., 2000. Spur Decay of the Solvated

Electron in Picosecond Radiolysis Measured with Time-Correlated Absorption Spectroscopy.

Bernal, M.A., Bordage, M.C., Brown, J.M.C., Davidkova, M., Delage, E., El Bitar, Z., Enger, S.A.,
Francis, Z., Guatelli, S., Ivanchenko, V.N., et al., 2015. Track structure modeling in liquid water: A

review of the Geant4-DNA very low energy extension of the Geant4 Monte Carlo simulation toolkit.
Phys. Medica 31, 861-874.

Bordage, M.C., Bordes, J., Edel, S., Terrissol, M., Franceries, X., Bardi¢s, M., Lampe, N., Incerti, S.,
2016. Implementation of new physics models for low energy electrons in liquid water in Geant4-
DNA. Phys. Medica 32, 1833—-1840.

Bordes, J., Incerti, S., Lampe, N., Bardi¢s, M., Bordage, M.-C., 2017. Low-energy electron dose-
point kernel simulations using new physics models implemented in Geant4-DNA. Nucl. Instruments
Methods Phys. Res. Sect. B Beam Interact. with Mater. Atoms 398, 13-20.

Boscolo, D., Krdmer, M., Fuss, M.C., Durante, M., Scifoni, E., 2020. Impact of target oxygenation

on the chemical track evolution of ion and electron radiation. Int. J. Mol. Sci. 21.

Burns, W.G., Sims, H.E., 1981. Effect of radiation type in water radiolysis. J. Chem. Soc. Faraday
Trans. 1 Phys. Chem. Condens. Phases 77, 2803-2813.

Buxton, G. V., Greenstock, C.L., Helman, W.P., Ross, A.B., 1988. Critical Review of rate constants

for reactions of hydrated electrons, hydrogen atoms and hydroxyl radicals (-:OH/-O ~ in Aqueous
Solution. J. Phys. Chem. Ref. Data 17, 513-886.

Champion, C., 2003. Multiple ionization of water by heavy ions: A Monte Carlo approach. Nucl.
Instruments Methods Phys. Res. Sect. B Beam Interact. with Mater. Atoms 205, 671-676.

Champion, C., Incerti, S., Aouchiche, H., Oubaziz, D., 2009. A free-parameter theoretical model for
describing the electron elastic scattering in water in the Geant4 toolkit. Radiat. Phys. Chem. 78, 745—
750.

Cobut, V., Frongillo, Y., Patau, J.P., Goulet, T., Fraser, M.-J., Jay-Gerin, J.-P., 1998. Monte Carlo
simulation of fast electron and proton tracks in liquid water - I. Physical and physicochemical aspects.
Radiat. Phys. Chem. 51, 229-243.

Frongillo, Y., Goulet, T., Fraser, M.J., Cobut, V., Patau, J.P., Jay-Gerin, J.P., 1998. Monte carlo
simulation of fast electron and proton tracks in liquid water - II. Nonhomogeneous chemistry. Radiat.
Phys. Chem. 51, 245-254.

Furusawa, Y., Fukutsu, K., Aoki, M., Itsukaichi, H., Eguchi-Kasai, K., Ohara, H., Yatagai, F., Kanai,
T., Ando, K., 2000. Inactivation of aerobic and hypoxic cells from three different cell lines by
accelerated (3)He-, (12)C- and (20)Ne-ion beams. Radiat. Res. 154.

Gervais, B., Beuve, M., Olivera, G.H., Galassi, M.E., 2006. Numerical simulation of multiple
ionization and high LET effects in liquid water radiolysis. Radiat. Phys. Chem. 75, 493-513.
Hatano, Y., Katsumura, Y., Mozumder, A., 2011. Charged particle and photon interactions with

44



matter : recent advances, applications, and interfaces. CRC Press.

Henglein, A., 1991. J. W. T. Spinks. R. J. Woods: An Introduction to Radiation Chemistry, Third
Edition, John-Wiley and Sons, Inc., New York, Toronto 1990. ISBN 0-471-61403-3. 574 Seiten,
Preis: DM 91, 45. Berichte der Bunsengesellschaft fiir Phys. Chemie 95, 451-451.

Hirano, Y., Kodaira, S., Souda, H., Matsumura, A., Torikoshi, M., 2018. Linear energy transfer (LET)
spectra and survival fraction distribution based on the CR-39 plastic charged-particle detector in a
spread-out Bragg peak irradiation by a 12C beam. Phys. Med. Biol. 63.

Hirayama, R., Ito, A., Tomita, M., Tsukada, T., Yatagai, F., Noguchi, M., Matsumoto, Y., Kase, Y.,
Ando, K., Okayasu, R., et al., 2009. Contributions of Direct and Indirect Actions in Cell Killing by
High-LET Radiations. Radiat. Res. 171, 212-218.

Hirayama, R., Uzawa, A., Takase, N., Matsumoto, Y., Noguchi, M., Koda, K., Ozaki, M., Yamashita,
K., Li, H., Kase, Y., et al., 2013. Evaluation of SCCVII tumor cell survival in clamped and non-
clamped solid tumors exposed to carbon-ion beams in comparison to X-rays. Mutat. Res. - Genet.
Toxicol. Environ. Mutagen. 756, 146—151.

Incerti, S., Baldacchino, G., Bernal, M., Capra, R., Champion, C., Francis, Z., GuEye, P., Mantero,
A., Mascialino, B., Moretto, P., et al., 2010a. THE Geant4-DNA project. Int. J. Model. Simulation,
Sci. Comput. 1, 157-178.

Incerti, S., Ivanchenko, A., Karamitros, M., Mantero, A., Moretto, P., Tran, H.N., Mascialino, B.,
Champion, C., Ivanchenko, V.N., Bernal, M.A., et al., 2010b. Comparison of GEANT4 very low
energy cross section models with experimental data in water. Med. Phys. 37, 4692—-4708.

Incerti, S., Kyriakou, 1., Bernal, M.A., Bordage, M.C., Francis, Z., Guatelli, S., Ivanchenko, V.,
Karamitros, M., Lampe, N., Lee, S.B., et al., 2018. Geant4-DNA example applications for track
structure simulations in liquid water: A report from the Geant4-DNA Project. Med. Phys. 45, e722—
e739.

Jay-Gerin, J.-P., Ferradini, C., Jay-Gerin, J.-P., Ferradini, C., 2000. A new estimate of the radical
yield at early times in the radiolysis of liquid water. Chem. Phys. Lett. 317, 388-391.

Karamitros, M., Luan, S., Bernal, M.A., Allison, J., Baldacchino, G., Davidkova, M., Francis, Z.,
Friedland, W., Ivantchenko, V., Ivantchenko, A., et al., 2014. Diffusion-controlled reactions
modeling in Geant4-DNA. J. Comput. Phys. 274, 841-882.

Karamitros, M., Mantero, A., Incerti, S., Friedland, W., Baldacchino, G., Barberet, P., Bernal, M.,
Capra, R., Champion, C., El Bitar, Z., et al., 2011. Modeling Radiation Chemistry in the Geant4
Toolkit, Progress in Nuclear Science and Technology.

Kusumoto, T., Kitamura, H., Hojo, S., Konishi, T., Kodaira, S., 2020. Significant changes in yields
of 7-hydroxy-coumarin-3-carboxylic acid produced under FLASH radiotherapy conditions. RSC Adv.
10, 38709-38714.

Kusumoto, T., Mori, Y., Kanasaki, M., Ikenaga, R., Oda, K., Kodaira, S., Kitamura, H., Barillon, R.,

45



Yamauchi, T., 2016. Radiation chemical yields for the losses of typical functional groups in PADC
films for high energy protons registered as unetchable tracks. Radiat. Meas. 87, 35-42.

Kyriakou, I., Incerti, S., Francis, Z., 2015. Technical Note: Improvements in geant 4 energy-loss
model and the effect on low-energy electron transport in liquid water. Med. Phys. 42, 3870-3876.

Kyriakou, I., Sefl, M., Nourry, V., Incerti, S., 2016. The impact of new Geant4-DNA cross section
models on electron track structure simulations in liquid water. J. Appl. Phys. 119, 194902.

Lai, Y., Jia, X., Chi, Y., 2021. Modeling the effect of oxygen on the chemical stage of water radiolysis
using GPU-based microscopic Monte Carlo simulations, with an application in FLASH radiotherapy.
Phys. Med. Biol. 66, 025004.

LaVerne, J.A., 2000. OH Radicals and Oxidizing Products in the Gamma Radiolysis of Water. Radiat.
Res.

LaVerne, J.A., Moriarty, M., Mothersill, C., Seymour, C., Edington, M., Ward, J.F., Fry, R.J.M., Eds.,
2000. In. Radiat. Res. Proc. 11th Int. Congr. Radiat. Res. Dublin, Ireland, July 18- 23, 1999, Vol. 2;
Allen Press Lawrence, KS,.

LaVerne, J.A., Pimblott, S.M., 1991. Scavenger and time dependences of radicals and molecular
products in the electron radiolysis of water: examination of experiments and models. J. Phys. Chem.
95, 3196-3206.

Laverne, J.A., Yoshida, H., 1993. Production of the Hydrated Electron in the Radiolysis of Water
with Helium Ions, J. Phys. Chem.

Ludwig, N., 2018. Modification d > acides aminés et de faisceau d ’ ions.

Ludwig, N., Kusumoto, T., Galindo, C., Peaupardin, P., Pin, S., Renault, J.-P., Muller, D., Yamauchi,
T., Kodaira, S., Barillon, R., et al., 2018. Radiolysis of phenylalanine in solution with Bragg-Peak
energy protons. Radiat. Meas. 116, 55-59.

Maeyama, T., Yamashita, S., Baldacchino, G., Taguchi, M., Kimura, A., Murakami, T., Katsumura,
Y., 2011. Production of a fluorescence probe in ion-beam radiolysis of aqueous coumarin-3-
carboxylic acid solution-1: Beam quality and concentration dependences. Radiat. Phys. Chem. 80,
535-539.

Meesungnoen, J., Filali-Mouhim, A., Ayudhya, N.S.N., Mankhetkorn, S., Jay-Gerin, J.-P., 2003.
Multiple ionization effects on the yields of HO2/02— and H202 produced in the radiolysis of liquid
water with high-LET 12C6+ ions: a Monte-Carlo simulation study. Chem. Phys. Lett. 377, 419-425.

Meesungnoen, J., Jay-Gerin, J.P., 2009. High-let ion radiolysis of water: Oxygen production in tracks.
Radiat. Res. 171, 379-386.

Meesungnoen, J., Jay-Gerin, J.P., 2005a. High-LET radiolysis of liquid water withlH+, 4He2+,
12C6+, and 20Ne9+ ions: Effects of multiple ionization. J. Phys. Chem. A 109, 6406—6419.

Meesungnoen, J., Jay-Gerin, J.P., 2005b. Effect of multiple ionization on the yield of H202 produced
in the radiolysis of aqueous 0.4 M H2SO4 solutions by high-LET 12C6+ and 20Ne 9+ ions. Radiat.

46



Res. 164, 688—694.

Melton, C.E., 2003. Cross Sections and Interpretation of Dissociative Attachment Reactions
Producing OH-, O-, and H- in H20, THE JOURNAL OF CHEMICAL PHYSICS.

Michaud, M., Wen, A., Sanche, L., 2003. Cross Sections for Low-Energy (1-100 eV) Electron Elastic
and Inelastic Scattering in Amorphous Ice. https://doi.org/10.1667/0033-
7587(2003)159[0003:CSFLEE]2.0.CO;2 159, 3-22.

Morawetz, H., 1987. Radiation chemistry-principles and applications, Farhataziz and Michael A. J.
Rodgers, Eds. VCH, New York and Germany, 1987, 641 pp. Price: J. Polym. Sci. Part C Polym. Lett.
25, 510-510.

Mott, N.F., Massey, H.S.W., 1965. The theory of Atomic Collisions Clarendon Press, Oxford, 1965),
Vol. 35.

Muroya, Y., 2017. 5 Radiation Chemistry of Water and Aqueous Solutions. Radioisotopes 66, 425—
435.

Nikjoo, H., O’Neill, P., Goodhead, D.T., Terrissol, M., 1997. Computational modelling of low-energy
electron-induced DNA damage by early physical and chemical events. Int. J. Radiat. Biol. 71, 467—
83.

Pastina, B., LaVerne, J.A., 1999. Hydrogen peroxide production in the radiolysis of water with heavy
ions. J. Phys. Chem. A 103, 1592-1597.

Peudon, A., Edel, S., Terrissol, M., 2006. Molecular basic data calculation for radiation transport in
chromatin. Radiat. Prot. Dosimetry 122, 128-135.

Peukert, D., Incerti, S., Kempson, 1., Douglass, M., Karamitros, M., Baldacchino, G., Bezak, E., 2019.
Validation and investigation of reactive species yields of Geant4-DNA chemistry models. Med. Phys.
46, 983-998.

Pimblott, S.M., LaVerne, J.A., 1998. Effect of Electron Energy on the Radiation Chemistry of Liquid
Water. Radiat. Res. 150, 159.

Pimblott, S.M., LaVerne, J.A., 1997. Stochastic Simulation of the Electron Radiolysis of Water and
Aqueous Solutions.

Plante, 1., 2011. A Monte-Carlo step-by-step simulation code of the non-homogeneous chemistry of
the radiolysis of water and aqueous solutions. Part I: Theoretical framework and implementation.
Radiat. Environ. Biophys. 50, 389—403.

Pratx, G., Kapp, D.S., 2019. A computational model of radiolytic oxygen depletion during FLASH

irradiation and its effect on the oxygen enhancement ratio. Phys. Med. Biol. 64.

Rudd, M.E., 1990. Cross Sections for Production of Secondary Electrons by Charged Particles. Radiat.
Prot. Dosimetry 31, 17-22.

Scifoni, E., Tinganelli, W., Weyrather, W.K., Durante, M., Maier, A., Krdmer, M., 2013. Including

47



oxygen enhancement ratio in ion beam treatment planning: model implementation and experimental
verification. Phys. Med. Biol. 58, 3871-3895.

Shin, W.G., Ramos-Mendez, J., Faddegon, B., Tran, H.N., Villagrasa, C., Perrot, Y., Okada, S.,
Karamitros, M., Emfietzoglou, D., Kyriakou, L., et al., 2019. Evaluation of the influence of physical

and chemical parameters on water radiolysis simulations under MeV electron irradiation using
Geant4-DNA. J. Appl. Phys. 126.

Sims, H.E., Ashmore, C.B., Tait, P.K., Walters, W.S., 1998. Yields of water radiolysis products from
proton irradiated water. 1998 JAIF Int. Conf. water Chem. Nucl. power plants, Proc. p 894.

Sumiyoshi, T., Katayama, M., 1982. THE YIELD OF HYDRATED ELECTRONS AT 30
PICOSECONDS. Chem. Lett. 11, 1887-1890.

Taguchi, M., Kojima, T., 2007. Yield of OH radicals in water under heavy ion irradiation.

Dependence on mass, specific energy, and elapsed time. Nucl. Sci. Tech. 18, 35-38.

Tomita, H., Kai, M., Kusama, T., Ito, A., 1997. Monte Carlo simulation of physicochemical processes

of liquid water radiolysis. Radiat. Environ. Biophys. 36, 105-116.

Waligorski, M.P.R., Hamm, R.N., Katz, R., 1986. The radial distribution of dose around the path of
a heavy ion in liquid water. Int. J. Radiat. Appl. Instrumentation. Part 11, 309-319.

Wasselin-Trupin, V., Baldacchino, G., Bouffard, S., Hickel, B., 2002. Hydrogen peroxide yields in
water radiolysis by high-energy ion beams at constant LET. Radiat. Phys. Chem. 65, 53-61.

Yamashita, S., Katsumura, Y., Lin, M., Muroya, Y., Maeyama, T., Murakami, T., 2008. Water
radiolysis with heavy ions of energies up to 28 GeV-2: Extension of primary yield measurements to
very high LET values. Radiat. Phys. Chem. 77, 1224-1229.

48



