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‘ Celldglue Overview

STAGE 1
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STAGE 4

PDMS mold Thermal NIL
--> - “ ANASN. -

Nanoimprinted
Particle Boards

Nanoimprint Lithography (NIL)

NC reinforced particle boards with
enhanced hydrophobic and antibacterial
properties




B Kuttapivn

Kuttapivn
»= To Mo apOovo PUCIKO TTOAUPEPEC

= Atyvokuttaptvouxa Blopala, HUKNTEC,
Baktnpla

= KUplo ouotatiko tng Atyvokuttaptvouxa
Blopalag

= b-1,4- yAuKo{ITIkoUug OopoUg

= BloamolkodounGLHo

Navokuttapivn

N ik
- g + Gellulosenanofibers
= Cellulose nanocrystals

High stiffness
Transparency

High tensile strength
High elastic modulus
Light weight

Low density

Hemicellulose

Plant cell wall Microfibril = Bacterial nanocellulose }
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‘ Napalafni kaBapnc kuttapivne e Bleaching

MeBodoAoyieg

= |NaCl0,/ CH,COOH

= NaOH/ H,0, - MeyaAeg moootnteg SlaAutwy, xpovoBopa peBodog
= HCOOH/CH;COOH - Avemtuxng amopdkpuveon Atyviving

NaClO,/CH,COOH

Bleaching Liquid

Bleached Kuttapivn
Avaktnon (a) wg mpog TNV
eme€epyaocpevn Biopala
a=99%

Ene€epyacpévn

Blopala 1h avtidpaong 3-4 h avtidpaong




‘ NapaAaBn kaBapnc kuttapivne He Bleaching

MapaAaBn kKuttapivng peta to bleaching

Organosolyv, 170 °C, 15 min, 220 °C. 15 mi 220 °C, 15 min + Organosolyv, 170 °C, 15 min, 220 °C. 15 mi 220 °C, 15 min +
190 °C,1h  0.25 % viv H,SO, C. 15 min  Extraction of surf. lig. 190 °C,1h  0.25 % viv H,SO, »15min - e traction of surf. lig.

s -

KAadépata

Lignocel AeUKag

Organosolv, 170 °C, 15 min, 550 9¢. 15 min 220 °C, 15 min + Organosolv, 170 °C,15min, 550 oc 15 min 220 °C, 15 min +
’ Extraction of surf. lig. 190 °C, 1h 0.25 % viv H,S0O, ’

Extraction of surf. lig.

Vo X

190 °C, 1h 0.25 % viv H,S0,

Axupa ZITapioy i




‘ Napalafni kaBapnc kuttapivne e Bleaching

Xapaktnpiopoi Kabapnc KpuotaAAikng Kuttapivng

v'MepibAaon Aktivwy X (XRD)
v ®acpatookotia YmepuBpou (FT-IR)
v @eppootaduikn Avaiuon (TGA)

v'HAektpovikn Mikpookotia Zapwong (SEM)

HO

OH

OH

HO

OH

OH

O_-




Intensity (a.u)

Intensity (a.u)

MNepiOAaon Aktivwv X (XRD)

NapaAaBn kafapng KpUoTaAAIKNG KUTTAPivNG amo tnv udpoBspuika eme€epyaopevn Biopyala (bleaching)
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‘ MNepiOAaon Aktivwv X (XRD)

NapaAaBn kabapnc KPUSTAAAIKAC KUTTAPIVNC Ao Thv udpoBepuikd emeEepyaocuevn Biouyala (bleaching)
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Intensity (a.u)
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‘ NepiBAaon Aktivwv X (XRD)

Intensity (a.u)

— Avicel

—— BHT65

—— BHT65_B

—— BHT65_0-B_11
—— BHT65_0-B_11 b
—— BHT65_0O_Bs_06
—— BHT65_0O_Bs_06_b

—— Lignocel /

10 20 30 40 50

2 theta (deg)

BHT65: Lignocel 170 °C, 0.25% v/v H2S0O,, 15 min

BHT65_B: Lignocel 220 °C,15 min_bleached cellulose
BHT65_0O_B_11: Lignocel 170,15_0.25% v/v H2S0,, Organosolv
BHT65_0O_B_11_b: Lignocel 170,15_0.25% v/v H2SO,,
Organosolv

BHT65_0O_Bs_06: Lignocel 170,15_0.25% w/v  H2S04,
Organosolv .25% v/v H250,

BHT65_0_Bs_06_b: Lignocel 170,15_0.25% w/v H2504,
Organosolv 0.25% v/v H2S0,

Lignocel

KAas. AsUuKkag
KAad. EALGG
AXupa oLTapLov

Kuttapivn Agiktng KpuotaAAkoTnTag (%)

84

Y5poBepuiki katepyaoia, H,0, 220 °C, 15 min

76.8
74.3
72.9
73.7

Y5poBeppikn katepyaoia, H,0, 220 °C, 15 min+ EkxUAion erid. Atyvivng
72.8
80.7
72.1
74.1

Lignocel

KAad. Asukag
KAas. EALGg
Axupa oLTopLou

Lignocel

KAad. AsuKag
KAas. EALGg
AXupa cltaplov

YSpoBeppiki Katepyaoia, 0.25%v/v H,S0,, 170 °C, 15 min
70.3
64.3
77.9
60.1
Organosolv, EtOH/H,0=60/40, 190 °C, 60 min

66.4
66.8
62.5
59.5

AuEnon kpuotaAAlkotntag HeTd Tto bleaching toco wg
TPOG TIG APXIKEG 000 WG Kal TPOG TIG EMEEEPYACHEVES
Blopadeg

Epgavifovtal OAeC Ol XAPAKTNPIOTIKEG KOPUWEG TNG
KUTTapivng

Emtuxng amopdkpuveon Atyvivng




‘ Paopatookonia untepuBpovu (FT-IR)

Before Bleaching After Bleaching

—— Lignocel_220,15_EtOH extr — L!gnuceLZZO,lSiEtOH extr_b 1 , ,
e s N — S Somemiasors v 1737 cm’i eAdTIWON  TNG  EVIAONG NG
—— Lignocel_org A - — Lignocel_org _| . | -
—— Lignocel 11 — Lignocel , , Ja e r
X amoppOPNGeNG-NUIKUTTAPIVNG OTO TEAIKO TPOIOV
= S v 1515 cm' kat 1240 cm' (mapoucia
bt 8 . . . .
g = NnUIKUTTApPivnG): peta to bleaching e€agavion
g £
‘g’ IS v v ’
: 2 TWV ATOPPOPNOEWY - EMITUXAG ATOPAKPUVON
- = Atyvivng amndé Blopala
v 1634 cm' -1640 cm'(OH opddeg 1NG
. Y B o s o e Kuttapivng): auvfnon NG €viaong Twv
j y y y y y ' 4000 3500 3000 2500 2000 1500 1000 500
4000 3500 3000 2500 2000 1500 1000 500 . . .
i amoppo cEWwv -aucno MEPLEXOUEV
Wavenumber (cm) Wavenumber (cm™) ppo®n gn n p HEVNG
KUTTapivng
~——— olive_220,15_EtOH extr
_— ol?ve_220,15 —— olive_220,15_EtOH extr_b
—— olive 170,15, 0.25% v/v H2S0O4 —— olive_220,15_b
——olive_org —— olive 170,15, 0.25% viv H2S04_b
— olive , —— Olive org_b
———OIiveI
g ~
I S
(]
§ g
2 5
[ o
'_
-OH 7 e VI
, HI S o T I T N I
4000 3500 3000 2500 2000 1500 1000 500

T T T T T T T T T T
4000 3500 3000 2500 2000 1500 1000 500
1
Wavenumber (cm™) Wavenumber (cm™)
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‘ Xapaktnplopog KpuotaAAikng Kuttapivng

TGA SEM

KAadépara EAGg

100 . 100
220 °C, 15 min + 170 °C, 15 min,

Extraction of surface lignin 0.25% vivH,S0,

~ 7
54 2 4
4
e

Organosolv

4

80

(o)}
o

|—— Avicel
—— Olive 220,15
——— Olive 220,15_b
—— Olive organosolv
Olive organosolv_b
—— Olive 170,15

Olive 170,15_b
—— Olive_220,15_EtOH extr.

Mass loss (%)
N
o

YSpoBepHIKA
KATEPYAOUEVA OTEPEA

20

0 —— Olive_220,15_EtOH extr_b »
00 200 300 T4c|>o 500 600 700 800 900 E"
emperature (°C) i !
* YOpoOepuiKa KAdopata: PHEYAAUTEPEG BEPUOKPAGIES
(8) évap&ng tng amolkodopunong Kat JEyaAUuTepo
TOGOO0TO UTIOAEIUHATIKAG HAlAg CUYKPLTIKA PE TNV v IVGONC Hop@oAoyia e TOA «Kabapéc-

Avicel , , .
EM@aveleg peta to bleaching-

* augnon tng 6 Twv UdPoBepUIKWY —> augnon Tng ’ ’
8 évapeng tng BepIKAC ATTOIKOSOUNGNG amopdakpuven Atyvivng

* MeyaAUtepn Bepuikni otabepotnta twv bleached

KUTTAPIVWV CUYKPLTIKA pe TtV Avicel

11



(EE1 1.3): Mapaywyn vavodopwy KUTTAPLVNC
KAl EMPAVELAKN TPOTOTTOLNoN



Mnxavikég HEBodol Tpog
mapaywyn vavoividiwyv
KUTTapivng

(Cellulose Nanofibers, CNFs)

J

AAeon og

oPalpOPUA0

Sonication
(NCS)

High shear
blender(NCB)

13



‘Mnxavmr'] NMPOKOTEPYOOLA TNG EMUMOPLKAG KPUOTOAALKNG KuTTAPivnG OE€

nAavnTiko cpatpOpuAo

JUVONRKEC aAeong DLS
—— Avicel_PMzh 0um
* 15 gr + 15 gr Avicel o€ 6Uo doxeia Twv 250 ml >EM — Aol e -
* 50 petaAAkég opaipeg os KABs doxeio
« 2h, 250 rpm pe 30 min pause k@B 1h
Katepyaoia aAeopévng kuttapivng o€ high shear blending, 15 min

Particle Size (um)

]

XRD
» Aev €0woe oTaBepd KOANOEIDEC alwpnpa —
, , , , —— Avicel
* Mapatnpnbnke peiwon tou peyEBoug Twv cwpatidiwy
» Apop@otoinon KUttapivng HETA TNV AAEoN 2
Eikéva 1.3-5: Eikéva SEM eputropikig HIKPOKPUGTAAAIKNG KUTTAPIVNG OAETPEVNG O€ TTAQVNTIKO ?
apaipépuho yia 2h g
o % % w0
2 theta (deg)




‘ Napaywyn vavoividiwv kuttapivng (CNFs) pe pnxavikec pebodoug

NapacKeun KOAAOEISWY AlWPNUATWY VAVOKUTTAPIVNC KAl HEAETN

NG EMdPACNC 0TN CUYKEVTPWON Kdl 6To HEyeBocg twv NCs Twv

€€NC MAPAYOVIWV:

v APXIKN CUYKEVTPWON alwpnpatog Kuttapivng (2% kat 5% w/v)
v Xpovog (30 min, 1h, 2h,3h, 4h)

v loxug katepyaoiag (30% Ampl, 50% Ampl, 80% Ampl)

v

Tumog katepyaoiag (Pulse, Continuous)

XapaKTnpIouoi:

v Particle Size Distribution (PSD), Zeta Potential
v~ XRD

v SEM

v TEM

5% wiv Avicel
suspension

1h Sonication,
Amplitude 50% , pulse
(250W)

10 min, 3000 rpm

NCS 1 % wliv NCS solids
40°C , 3 overnights

BEATioTEG oUVONKEG Mapaywyng Navoividiwy
kuttapivng (CNFs):

NCS13: 1h Sonication, 50% Ampl, 50% pulse

15




Transmittance (%)

— NCS
— Avicel

65 um
0.16 ym

0.01 0.1 1 10 100 1000
Particle size diameter (um)

100 o
80 o
60 -
1640 cm™
40 4
‘.\2900 cm?
204 Avicel : 1060 cm™}
—_— AViICe :
I
3300 cﬁf — NCS i !
0

4000 3500 3000 2500 2000 1500 1000 500
Wavenumber (cm™)

Zeta potential distribution [mV]

50

— NCS
Avicel
22.5°
— /
=
©
N—r
>
=
n
c
(]
d—
=
10 20 30 40
2 theta (degq)
354 ——NCS
o 19.5mV
< 3.01
> 254
(8]
g
$ 201
o
2 15-
T
& 10+
0.5 1
0.0
-200 0 200
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5% wlv Avicel
suspension

15 min Blending
(1200W)

10 min, 3000 rpm

NCB 1 % wiv NCB solids
40°C , 3 overnights

‘ Napaywyn vavoividiwv kuttapivnc (CNFs) pe pnxavikec pedodouc

Xapaktnplouoi:

v" Particle Size Distribution (PSD)
v' Zeta Potential

v~ XRD

v SEM

v TEM

17



Transmittance (%)

Avicel
—— NCB
/ 0.16 pm 65 pm
0.01 0.1 1 10 100 1000

Particle size diameter (um)

100
80 +

60 -

/

1640 cm™
40 4

204

>
0

3300 cm™*

1060 cm™

4000 3500 3000 2500 2000 1500
Wavenumber (cm™)

1000 500

Intensity (a.u)

Relative frequency [%]

— NCB
— Avicel
10 20 30 40 50
2 theta (deg)

354 ——NCB

3.0 4

2.5+

2.0 4

15+

1.0+

0.5+

0.0 4

a—-20mV

-200

0
Zeta potential (mV)

200
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‘ MNapaywyn vavokpuotaAAknc kuttapivng (CNCs) pe o&ivn udpoAuon

S 45°C, 1 —
“ode Vigorous ‘
Acid Hydrolysis of Avicel, H,SO, 64 % 1h of reaction End of hydrolysis 8000 rpm/ 5 min

wt 1:20 (mass: acid) 2 washes with DW

30 min sonication,

50% Ampl, 50 % o

Sediment dried at 60 °C, 2 = ;ulseprate 0 Dialysis for
overnights 4 days until
C— neutral pH

Centr 3000 rpm, 10 min icati
CNCs P Before sonication

suspension
1.4% w/v

19



Transmittance (%)

1640 cm™

2900 cm™*

1370 cm’/

3300 om®

1060 cmi*  -C-O

4000 3500 3000 2500 2000 1500 1000 500

Wavenumber (cm™)

10 20 30 40
2 theta (deg)

50

Relative frequency [%]

—_——

65 ym
/p

0.01 0.1

1 10

Particle Size Diameter (um)

35

——CNCs
3.0 4

2.5+

2.0+

15+

10+

0.5+

0.0 o

-35 mV

-200

0
Zeta potential (mV)

200

-
|

Nanowhiskers
Length: 100-500 nm
= Width: 20- 50 nm
Successful production of

cellulose nanocrystals

Weight loss (%)

200 400 600 800

Temperature (°C)
v'NCS,NCB: Similar degradation I

I temperature with microcrystalline I
I cellulose

v'CNCs: lower thermal stability due to I
I surface sulfate groups but higher I

| biochar yield

20



Napaywyn CNFs kot CNCs amno tnv kuttapivn ntov nopaAndOnke ano

TLC OLYPOTLKEC BLopalec

Navoividia Kuttapivne (CNFs)

Sonication 1h, 50% Ampl , 50% pulse rate

I

NCS-O_Bs (amo Beechwood)
NCS-O_Pops (amo Poplar)
NCS-O_Ws ( amo wheat straw)
NCS-O_Os (amo olive)

A W N =

NavokpuotaAAol Kuttapivne (CNCs)

'0&ivn udpoAuon pe 64% wt H,S0,

CNCGCs CNCGCs
Avicel Lignocel

21



Napaywyn CNFs kot CNCs amno tnv kuttapivn ntov nopaAndOnke ano

TLC OLYPOTLKEC BLopalec

XapaKtnpiouoi

v FT-IR

v" XRD

v" Particle Size Distribution (PSD)
v" Zeta Potential

Transmittance (%)

FT-IR

100

80 =

60 =

40 =

—— CNCs_O_Bs
2091 —— CNCs_O_Os
—— CNCs_O_Pops

—— CNCs_O_Ws
0 L] L] L] L] L] L] L]
4000 3500 3000 2500 2000 1500 1000 500

Wavenumber (cm™)

v' 'OAEC OL XOPOKTNPLOTIKEC
anoppodAOELC TNG KUTTAPLVNC-
Slatripnon doung

Intensity (a.u)

XRD

4 —— CNCs_O_Bs
—— CNCs_O_Pops
—— CNCs_0O-Ws
| — CNCs_0O_Os

10 20 30

2 theta (deg)

v' 'O\EC OL XOPOAKTNPLOTIKEC
KPUOTOAALKEC KOPUEC TNC

KUTTOPLVNG
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‘ Napaywyn CNFs kot CNCs amno tnv kuttapivn nov mapaAndOnke amno
TLC OLYPOTLKEC BLopalec

PSD

—— CNCs_OPops
4 ——CNCs_0_0s
—— CNCs_O_Ws
—— CNCs_OBs

N
ol

N
o
L

—— NCS_OBs

—— NCS_Pops

T——NCs_ows
—— NCS_O_Os

0.01 0.1 1
Particle Size (um)
4.0 —— CNCs_OBs
J . —— CNCs_O_Os -23mv
—— CNCs_O_Ws

0.1 1 10 3.5 4 —— CNCs_Pops

——
BE———
Intensity (a.u)
S &

-45 mV

Particle Size (um)

3.0 4 -73mv

-84 mv
2.5+

2.0 +

154

Relative frequency [%)]

1.0 4

0.5 +

0.0+ e

-200 0 200
Zeta potential (mV)
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‘ Emwdpaveiakn Tponomnoinon

CH3CH,0_
A) Emupavelakn Tpomomoinon Ye clAavia: CH;,,CHEO—/Si NH,
1. 3-(Aminopropyl)triethoxysilane (APTES) (otig pntiveg UF) CH3CH,0

{3-Aminopropyi)triethoxy silane

2. 1H,1H,2H,2H-perfluorooctyltriethoxy silane (oti¢ pntiveg MF)

3. (Pentafluorophenyl)triethoxy silane-to be done (oTIc pntiveg MF)
CH3CH20\ F_F

CH3CH20—SiQF

. . . 7
B) XapaKtnplopol TPOTOTTOLNUEVNC KUTTAPLVNG CH3CH,O F F
1 FT-IR (Pentafluorophenyl)triethoxy silane

2. Elemental Analysis
3. SEM/EDS FF FF FF FF
4

\ .W/\K
XRD GH3CH20 ﬁl F

(1H, 1H,2H, 2H-Perfluorooctyl)triethoxy silane
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‘ Emwdpaveiakn Tpononoinon pe APTES

1. EtOH/H,0 80:20

2. Microcrystalline
Cellulose :APTES (1:4)

3. CH;COOH péxpt pH=4

75°C, 7h

Ai®non Buchner

MAUosIg e
ATIOVICHEVO VEPO

MNapaAaBn
TPOMOTOINHEVNG
kuttapivng (MCC:APTES)
peTA amd Enpavon o€ RT
yla72 h
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‘ Emupaveiakn Tpornonoinon pe APTES

100 4 ! ! I- P B Spectrum 7 —— MCC-APTES
|1 - W&k o
90 + I T\l 10— 0 536 03
(| i C 451 03
—~ 801 I 1 - 13 04 >
8\01 70 I I I - 00 0.0 =
8 i i I . Powered by Tru-Q® g
c 60+ Pl - o)
@ I >
E 5. L = =
5 1 - S
@ ] 2
8 40 1100 cm't L z =
= I -
301 N .
20 4 [ -
Avicel / I = R v
10 - MCC_APTES 1_4 1055 Cm_1 | | I .-ll LN I I I I I I | -| LI I IR I I I I I | -]|. LI I I I I B | -I (IR I I I I B B -I I I I I B B I-_ I . . . . . . . .
——r——r—Tr——Tr—Tr—TrTrTrTrTrTr = = = 5 10 15 20 25 30 35 40 45 50
17001600150014001300120011001000 900 800 700 600 500 2 theta (deg)
Wavenumber (cm'l) S
v Epgdvion véag kopupng ota 1055 cm-' - N-H Elemental AnaIyS]S M

bending vibration of primary amine
bending

40.533 5.719 53.607

MCC1_A4PTES 094 0.3 42.025 6.322 0 51.354

v\ Ztevotepn Katavopn ota ~3500 cm - Atyotepeg
eAeVOepeg -OH opdadeg PETA TNV TPpOTOTOINGNH
v AU€non évtaong amoppdwnong ota 1100 cm,

XapaktnpLotiki Twv Si-O-CH; opdadwyv
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III 2 UUTIEPQOLOTA i

v Emtuxng amopovwon Kat mapaAaBn Kadbaprig KpUoTAaAALKNG KUTTApivnG atmo 4 SlapOopETIKEC
mnNYEC Blopadeg(o€la, AsUKka, eAld, Axupo) EMELTA amo BeATiotomoinon

v BeATloTOTOINGN KAl TTAPAYWYN VAvolvIdiwy KUTTAPivNG HE XAPUNAOU KOGTOUC PNXAVIKES
pebodoug (ultrasonication, high shear blender)

v BeATloTOTOINON KAl TTAPAYWYN VAVoIVIOIwY Kal VAVOKPUOTAAAWY KUTTAPIVNG ATIO EUTTOPLKEC

KAl QyPOTIKEC TTNYEC HE UTTOOXOHEVEG (PUCLKOXNHIKEG LIOLOTNTEC

v EMTUXNG TPOTIOTOINGN TNG KUTTAPIVNG KAl TWV TApAywywV tTnS HE clAavia




H epyaocia uvlomoteital oto mAaiowo tg Apdong «EWOIKEC ApAoelg «YOATOKAANLEPYELEGY - «Blopnxavikd YAWKG» - «Avolxtn
Kawotopia otov MoAwcopd» mou ocvyxpnuatodoteital and to Eupwnaikd Tapeio Nepipepetaknc Avamtuéne (ETMA) tng
Evpwnaikig Evwong Katl €Bvikoug mopous péow tou E.M. Avtaywviotikotnta, Enyelpnuatkotnta & Kawotopia (EMAVEK 2014-
2020) (kwdwog epyou: T6YBM-00341)

)

enavek 201200 =2 EXMA

| )
EAAHNIKH AHMOKPATIA ‘ RIpERS ENIXEIPHEIAKO MPOMPAMMA
ANANTYZHE RAI ENENAYEEQN  TENIKH TPAMMATEIA ANTAFQNIETIKOTHTA = 2014-2020
EIAIKH FPAMMATEIA AIAXEIPIZHE EPEYNAI KAI KAINOTOMIAL EMNIXEIPHMATIKOTHTA = . :
Evpwnaikn Evwon Evﬁ 292?9%;\',\&1':%; &STAFO‘LE#KO%’H'IAE KAINOTOMIA

Eupwnaiké Tapeio
Nepwpeperakic Avantuéng

Me tn cuyxpnpatodotnon tng EAAGdag kat tng Eupwnaikng Evwong

Group Collaborators

» Dr. Antigoni Margellou , L
- Dr. Dimitrios Gkiliopoulos E. Athanasiadou, E. Karagiannidis
« Dr. Dimitrios Giannakoudakis (CHIMAR)

» Dr. Sophia Tsoumachidou N. Kehagias (Nanotypos)

« Xristina Pappa, PhD student D. Bikiaris (AUTH)

» Kyriazis Rekos, PhD student

* Soultana loannidou, PhD student

» Eleni Salonikidou, PhD student

* Georgios lakovou, PhD student

» Zoi-Lina Koutsogianni, PhD student
» Stylianos Torofias, MSc

* Petros Soldatos, PhD student

» Alexandros loannis Karras, MSc

» Athanasia Kotsaridou, PhD student

A. Koutinas (AUA)

Thank you for your attention!



