w9y JNlabopaTopwija 3a dpu3mKy
Ny : MHCTUTYT 3a Hyk/ieapHe Hayke “BunHya”

YTuuaj uMnaaHTauuje joHa BOA0HUKA
Ha CBOJCTBA CTAK/1ACTOr YI/beHUKA

3opaH JosaHosuh

DIjZPAHTMAN ZA FI.EIH_ZU 05.03.2015
Prirodno-matematicki fakultet Novi Sad

'g;- ;-.M{
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CTakn1acTu yr/beHuK (KapboH)

[TpyUpoAHN U CMHTETUYKM MATepUjaIn KOjuU Ce cacToje Yr1aBHOM OA

aTOMa YI/beHNKA N UMAjy Y OCHOBMU CTPYKTYpPY rpaduTa, nam ce bap
cacToje o4 ABOAMMEH3MOHANHO ypeheHnx ciojeBa Yr/beHUKOBUX

aTOMa Ha3nBaMo kapboHuma

deHon-bopmangexnaHa TpudeHnnmeTaHcKa
c:v\ona ctpyktypa (T~150 °C)

Kap6okm3auuja, T>450 °C / -

Carboxyl Lactone Lactone  Phenol  Anhydride
(SA) (LC) (LD) (PH) (CA)
0 @ 0.0

— 0

C atomu BehuHcku Pyrone
sp2 xMbpuna030BaHM

0 0 Ether O
Carbonyl Quinone



CTpyKTYypa CTaKNACTOr YI/beHUKA

0.335 nm

Typ6ocTpaTnuHu
yI/beHMK

lleHKMHCOB Moaen

\

LLinpmawwimnjes mogen

Y

CTraknactu yr/beHuK



CBojcTBa

* CrabunaH Ha BUCOKMUM TemnepaTypama (Y MHTEPHO]
aTmocdepu u Bakyymy, 3000 °C)

* OTnopaH Ha Kopo3unjy

* HeI'IpOI'IYCTaH 3d fracoBe U TeHHOCTU

’ -
* HeKBall/bMB OA4 CTpaHe pacTona

* WN3oTponaH -

* Mana ryctmHa

* OTnopaH Ha TepMO-LLUOK

e BuoKomnatmbwunaH



MiMnnaHTayuja jJoHa BOAOHUMKA

*360r BUCOKO-TeMNepaTypcke CTabUAHOCTU , XEMUjCKE MHEPTHOCTU
O3paynBatbe jOHCKMM CHOMOM MpejCcTaB/ba NOro4aH HauMH Moagndukaymje
0COBMHA CTaKNACTOr YI/bEHUKA

*MMMJIAaHTauUMja joHa omoryhaBa yHoleHne xeTepo-aToMa Y CTPYKTYpY
MaTepujana, WTO y3 pasimumty AybmMHCKY pacnogeny ytuye Ha Mmogmudukaumjy
ocobuHa

* 0cobMHE Yr/bEeHNYHUX MAaTepPMjaa y MHOFOMe 3aBUCe 04 OAHOCa sp?/sp?
xmbpmngmnsobaHux C-atoma

* BOZOHUK MMa HajAPaCcTUYHUN|U YTULLE] Ha 04HOC sp2/sp3? xnbpuamnsosaHux C-
aTOMa




MHTepakyuja joHa ca MaTepujasiom
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loss gain

JOH = npojekTun
MaTepujan =2 meTa

BpcTe nHTepakumja:

* HykneapHo pacejame

* EnekTpoHCKO pacejare
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* HykneapHe peakuuje

l

o

o
reflected ion

sputtered
atom

Q00
Q00
Q00
Q00
Q00
000
000
%gb
Q00
Q00

%

— jon beam

o

&

¢

l

o/

0000000000
ooo@qpoooo
0000000000
000000000
0000000000
000000000
000000
00090000
©
© 0°00,000°0 00
0000000000
0000000000



Energija jona (logaritamska skala) =->»

et st

l Bethe-Bloch

Niske energije I Sredr;je energije region P;-strip
Elektronsko | '
Nuklearno : ——. zaustavljanje

zaustavljanje

i Potpuno jonizovan
projektil

Zaustavna mo¢
(logaritamska skala)

& e b e iy

I A
Projektil  ,” Ny

H 7 —

0000 0000 000000000000 0000000GHNO0000
©_00 © 00 0000QPOOVOO0 000000 8006000
00Q0 0000 00QPODQPO000 00QO 000000000 .
~ eV 0666 0000 000000500000 00000 QO0000O lon Beam anaIyS|s
0000 000 0000000 00000 D0LOO0OO
. 0000 QPO O 000000 0O0CDO 00000000
Ozradivanjem 0005 35000 03b0ge 0000000 604000 RBS, ERDA, PIXE, PIGE,
y 0000 0000 ©O0OCO 000DO O 000000
olakSana 003000000000 Qoeag)cooom%cmo NRA. SIMS
. . 0000Q, Q00000 000000 0000000 ’
migracija 000000000000 600000 00000
000000000000 0000000 000000
~ 10 eV cccoo00006000 0cooooe o0dbooo
000000000000 0000000 000000
o 000000000000 000O0TRO QT0000
Formiranje 000000000000 0000000000000
oo 0000000000000
tackastih 000000 ODOOOOCO

0000 000000000
00000 QOODO0O0
000 00000000
dbo 00000000

defekata o
o0
(oo
QOOCLOO0C0 COoOO0OULOo
0
OO
OO

~ keV

Formiranje ocbo O 0QQ00O0

COQLOCOCTOOOD
kaSkade OO0 O0OOC0O0O0
ostecenja ~ MeV

Formiranje
traga




[lpogupame joHa y MmaTepuja

| (@) My <M, f (b) M, > M,
X

S 3

)

s "

-, =)

S e

£ ARp

o -
DUBINA DUBINA
_ dE dE dE

* Rp npojekTtoBaHu gomeT — = ()n+t)e

dx dx’™  “dx
e ARp nonywvpwuHa pacnogene

+ 200 A

] | 1
Depth vs. Y-Axis ION RANGES

I o lon Range = 147 A Shewness =0.3478
Sl Straggle = AT A Kurtosis = 50354
= 1x10 %
e
= gx10°
- 6x10°
o ax10®
e || =
= |e .
= = 2x10°
= le
= =

1

400 A 0A - Target Depth - - 400 A




O JOHCKOj MMAAHTALUMN|U

OCHOBHU eNeMeHTM CBAKOI CMCTEMA 33 JOHCKY MMnJiataumjy cy:
® JOHCKMW N3BOP

» ybp3aBajyha konoHa
* cenapaTop Maca

¢ KOMOpPa 3a O3pavnBarbe METE

MawwnHa M2, noctpojere "OAMA”
JTabopatopwuja 3a dpumsmky, MHH “"BruHua”




LLITa Hac uHTepecyje’

MexXaHM3aM nHTepakumje n n3gBajarba BOAOHMKA U3 CTak1acTor
YIr/b€HMKA 03payvyeHor NPOToOHMMA

[pouec xemucopnuuje BOAOHMKA (HA aTOMCKOM H1BOY)

YyTULAj UMNJIAHTUPAHUX jOHA BOAOHMKA HA CTPYKTYPHE,
MOBPLUMHCKE U eNleKTpPOXeMmjcke 0cobrHe CTakIacTor yr/beHMnKa

Aa Ce NCNUTAjy efleKTPOXeMM|CKa CBOjCTBA cUCTeMa AobujeHor
AEeno3nLMjOM MaaTUHEe Ha MOBPLUMHY CTAaK/IACTOr Yr/beHMKa
ANPEKTHUM O3payunBareM YBpTOr Pt-npekypcopa CHOMOM jOHa
BOZAOHMKA



Jecopnumnja BOAOHMKA U3 CTakNacTor
YIr/beHMKA 03PayYeHOr NPOTOHCKMM CHOMOM

KapboHu3sauuja

”—p ki 08 @%Q T>450 °C

1M/ cnekTpu cy
CHUMJ/bEHM
HenocpeAHo nocae
(S1) n jepan (S2),
yetmpm (S3) n 30
AaHa (S4) HakoH
O3pauMBama U
ynopeheHu cy ca
HeTpeTUPAHUM
CTaKNACTUM
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Aecopnumja H,O
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Parcijalni pritisak H, / torr g'1
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[Mopekno H2, Hn H20?
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[Mopekno H2, Hn H20?
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TepmanHa gecopnuuja aTOMCKor
BOAOHMKA

E .=1.11 eV (ekcn. BpegHoOCT)
Eye=1.14 eV (andy3sunja, DFT)
Eges= 1.05—1.20 eV (aupeKTHa
necopnumnja, DFT)

Tabela 3. Energija veze atomskog vodonika u razli¢itim konfiguracijama na bazalnoj

ravni 1 odgovarajuce pozicije pikova termalno desorbovanog molekulskog vodonika.

Pozicija pika,

Energija veze (eV)

Konfiguracija T, (K) Eksperiment Eksperiment Teorija
" (ovaj rad) (Literatura) (Literatura)
- 1.25[189]?
Para dimer 420 1.28 [2597" 1.40 [189]
Ortho dimer 560 1.58 [189] 1.63 [189]
Kovalentno vezan
H atom, C-H >1200 4,52 [113] 5.03 [174]

“desorpcija H; sa grafita
bdesorpcija H> sa ugljeni¢nih nanotuba



MogenoBarbe NpoLeca 03payumBatba
CTAK/ACTOr YI/beHMKA

e KBaHTO-XemMmnjcku onunc

o CeMu-eMNUPUjCKU METOA
(AM1)




MogaenoBame npoueca 03payunBarba
CTAKNACTOr YI/beHMKA

 DFT vs cemun-emnupunjcku metog (AMza)
AM1 nocebHO NapaMeTpU30BaH 3a YI/bOBOAOHMKE

* NaeHTndumkaumja oarosapajyhe monekyacke CTpykType
HaNK rpadeHy

o Kputepujymmn: eHeprumja xemmncopuje, ay>xxnHa C-H sese,
nsmewTaj C atoMa Ha KOMe ce gelwasBa xemucopnuymja H

dTOMa




Monekyncke cTpykType Haamk rpadeHy. OsHake (g6, g7, ...) ogHoCe ce Ha bpoj
LLeCTOU/IaHMX NPCTEHOBA KOju YMHe oarosapajyhy monekyncky cTpykTypy. LlpHum
KPYroM O3HayeHu Cy YI/beHMKOBM aTOMM Ha KOjuMa ce geluaBa agcopnumja H
atoma. EC o3HauaBa enemeHTapHy henvjy rae a npeacrassba ayxumHy C-C Bese.



Tabela 2. Adsorpcione energije monomera i dimera pri razli€itom stepenu relaksacije

Energija adsorpcije (eV)

Konfiguracija Izracunate vrednosti Literatura Reference
-0.59; -0.57 [179]

) -0.72 20.67  [190],[238]
Monomer 0.77° -0.71 [239]
-0.82* -0.82 [234]

' samo ciljani C atom je relaksiran

T ey . . . . . . IRvr . . .
“ciljani C atom i njegovi prvi najblizi susedi su relaksirani
“dozvoljena je relaksacija do drugih najblizih suseda
*dozvoljena je relaksacija do tre¢ih najblizih suseda

Apyru Hajoamxum
cyceau

. Tpehu Haj6AnxKK
cyceau




Xemucopnumja BOAOHUKA — AUHAMUYKM MPUCTY

ATOM BOZAOHMKA, yHanpe/ 3ajate KMHETUYKE eHepruje,

yCMepeH je Ka un/baHoM aTomy yrrbeHuka (T)

* HopmasnHo Ha cnoj, 90°, ctpennua 1
* OpTo npasay (O-T), 60°, ctpenunua 2
* Mapa npasay, (P-T), 60°, ctpennua 3

(dynamics.avi)

NpomeHa C-H pactojatba TOKOM BpeMeHa Y 3aBUCHOCTU Of,

noyeTHe KMHeTn4Ke eHepere H atoma.
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YTunuaj uMnaaHTayuje BOAOHMKAE Ha
dUN3NYKOXEMM|CKA CBOjCTBA

Pristine GC

1x10E16

Unip. NE

25x10E17

0)- NSy B8 B, Wm0 v Unin, NS,

[MoBpLIMHA CTAaKNACTOr YI/bEHMKA HAaKOH 03payunBatba H* joHnma npu pasnmumtum payeHcmma.
MpumerbeH GpayeHc je HasHaYeH y AOHEM AECHOM Yy y Aeny a, b u c.



JE18B ion/em™2

MwuKpocKkonuja aToMcKMx cuna o3padeHnx [2D(a2, b2, c2) n 3D (a3, b3, c3)] u
Heo3payeHux aenosa [2D (al, b1, c1)] noanpaHe NOBPLUMHE CTAKNACTOr YI/beHUKA.
MpuMmerseH PpayeHC je Ha3HAYeH y A0HEM 1EBOM YINy cermeHaTta a3, b3 un c3. YmeTHyTe
doTorpadmje npeactas/bajy Kanwuue Boae (8 ul) Ha NoBpLWIMHM CTaKNaCTor Yr/beHUKa.
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o3payeHor cHonom 15 keV H* joHa npu pasanumntum bayeHcuma.
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LiInknoBoATamorpamm HETPETUPAHOT @) U NPOTOHUMA O3PaY€EHOr CTaKIacTor
yr/beHuKa dayeHcuma b) 8x101° cm2, ¢) 5x107 cm2? n d) 2x10¥ cm2y
neaepucaHom 0.5 M pactsopy cymnopHe KucenuHe. bpojesu nopeps
BONTaMOrpama nokasyjy 6poj umknyca.



Jeno3nyuja naaTtuHe 13 YBPCTOT
npekypcopa nomohy cHona joHa BOAOHMKA

e [lnaTUHaA je Haj3acCTyN/beHNjN KaTaInM3aTop Yy HUCKO-
TemnepaTypckmum ropuBHum henmjama

* BucoKa ueHa =2 cmatberbe KoNMUYMHe nnatnHe u noseharbe
nckopuwhema

e 0.250 mg,, cm™ > 0.05 mg,, cm™

e EneKktpoaucnosunumja, cnatepoBaH€e, jJOHCKMM CHOMOM NMOMOTHYTa
neno3unumja (eng. IBAD)

e Y Hawem cnyyajy, UICMUTUBAHO je KaKo 03pavymBaH€ CHOMOM
peakTMBHUX BPCTa, H* 1 H°, yTuye Ha mopdonorujy u
eNleKTPoKaTa/IMTUYKa CBOjCTBa
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SEl  20kV WD11mm x20,000

CEM mukporpadumje nnaTMHCKMX geno3nTta AobunjeHnx HakoH peaykuuje y b) H, v c)
NaBH, n nocne o3paumBama ca d) H* n e) H™ joHuma. Mopdonoruja Pt npekypcopa
npe TpeTMaHa gaTa je y geny a).



SEl  20kV x15,000
UB-RGF

SEl  20kV S x15000 1pm_
UB-RGF

MuKporpaduje noBpLUNHE CTAKNACTOr YI/bEHUKA Npe (a) n nocne
o3paymBamba ca H* (b) n H joHnma (c, d). Ctaknactu yr/beHUK 03payeH je
dnyeHcom 5x10Y cm2.



j/mA cm

—o— GC/Pt-H'
—2— GC/Pt-NaBH, | ' —A— GC/Pt-NaBH,
< —o— GC/Pt-H -4 —o0— GC/Pt-H

= u T u T . T u T U T U T u T u T . T u T U T U T

0.0 0.2 0.4 0.6 0.8 1.0 1.2 0.0 0.2 0.4 0.6 0.8 1.0 1.2

E vs. RHE /V E vs. RHE /V

CtabunHu umknosontamorpamm GC/Pt enektpoaa y geaepucatHum (N,) pactsopuma a) 0.05 M
H,SO, 1 6) 0.1 M KOH; 6p3unHa ckeHnparsa 50 mV st

Tabela 4. Geometrijska povrSina platinskog depozita na staklastom ugljeniku (GP),
odgovarajuca koli¢ina platine, realna povrSina odredena ciklovoltametrijski (RP) 1 realna

povrSina Pt katalizatora po jedinici mase (RPM).

elektroda GP/cwm’ Koli¢ina Pt /mg cm™ RP /em®  RPM/nrg”

GC/Pt-H» 0.129 0.271 4.91 1.81
GC/Pt-H' 0.137 0.255 2.09 0.82
GC/Pt-NaBH4 0.132 0.265 20.83 7.86
GC/Pt-H 0.149 0.235 20.51 11.28

3 ) . . . -
normalizovano prema geometrijskoj povrini od lem®
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0.85 0.190 0.I95 1.110 ' 1.2)5 ' 1.110
Evs.RHE/V

AHoaHU ckeHoBM GC-Pt eneKkTpoaa y KnceoHnkom 3acmheHom pacrtsopy a) 0.05 M
H,SO, n b) 0.1 M KOH y o6nacTtu noTeHuUMjana KUHETUUYKM KOTPONMCAHE peayKumje

KMCEOHWKa; bp3nHa ckeHMparba 5 mV st

1.15



3aK/by4akK

Teopnja koja objawmwaBa dopmuparwe H, Ha camoj noBpwUHMK
MOHOKpWCTasia rpadura ycies Xemucoprnumje HUCKO-eHEePreTCkUX aToma
BogoHuka (0.2 eV), npumeH/bMBa je M Ha cnyvaj HeypeheHe CTPYKType
CTAKNACTOr YI/beHMKA M UMNAaHTauuje Bucoko-eHepreTckux H* joHa (15
keV) ayboko ncnoa nospLlivHe MaTepujana.

AMa metog, y okBupy HyperChem-a, omoryhaBa AMHaMM4KO MOZAeN0BakE
npoueca o3paymsarba. Pe3yntatm padyyHa AM1 nokasyjy ga xemucopnumja
aTOMCKOTI BOAOHMKA 3aBMUCU O, KNHETUYKE eHeprunje H aToma, ynagHor yria u
NpwWaa3HOr NpasLa

MocToju KpUTUYHKM ayeHc (2-5x1017 H*/cm?) npm koM pgonasm Ao
HajU3paXeHNjUX MpPoOMeHa  PU3NYKOXEMMUjCKMX OcCobMHa  CTaksaacTor
YI/beHUKA

O3paumBarbe H- joHMma npeacTtaB/ba HOB HAUYMH peayKuuje NAATUHCKOr
npekypcopa. llpeaHoCTU: BP/sI0 pasBMjeHa MNOBPLUMHA, OA/IMYHA aaxesuja.
MpumeHa: ropmsHe hennje, npunpema enekTpoKaTanmsaTopa ca YyATpa-
HUCKUM KOJIMYMHAMa NNATUHE U ApYyrnux meTana/nerypa
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