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Abstract: An issue in engineered wood products, like oriented strand lumber (OSL), is the low
thermal conductivity coefficient of raw material, preventing the fast transfer of heat into the core
of composite mats. The aim of this paper is to investigate the effect of sepiolite at nanoscale with
aspect ratio of 1:15, in mixture with urea-formaldehyde resin (UF), and its effect on thermal
conductivity coefficient of the final panel. Sepiolite was mixed with UF resin for 20 min prior to
being sprayed onto wood strips in a rotary drum. Ten percent of sepiolite was mixed with the
resin, based on the dry weight of UF resin. OSL panels with two resin contents, namely 8% and
10%, were manufactured. Temperature was measured at the core section of the mat at 5-second
intervals, using a digital thermometer. The thermal conductivity coefficient of OSL specimens was
calculated based on Fourier’s Law for heat conduction. With regard to the fact that an improved
thermal conductivity would ultimately be translated into a more effective polymerization of the
resin, hardness of the panel was measured, at different depths of penetration of the Janka ball, to
find out how the improved conductivity affected the hardness of the produced composite panels.
The measurement of core temperature in OSL panels revealed that sepiolite-treated panels with
10% resin content had a higher core temperature in comparison to the ones containing 8% resin.
Furthermore, it was revealed that the addition of sepiolite increased thermal conductivity in OSL
panels made with 8% and 10% resin contents, by 36% and 40%, respectively. The addition of
sepiolite significantly increased hardness values in all penetration depths. Hardness increased as
sepiolite content increased. Considering the fact that the amount of sepiolite content was very low,
and therefore it could not physically impact hardness increase, the significant increase in hardness
values was attributed to the improvement in the thermal conductivity of panels and subsequent,
more complete, curing of resin.

Keywords: composite panels; mineral materials; oriented strand lumber (OSL); sepiolite; thermal
conductivity coefficient
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1. Introduction

Oriented strand lumber (OSL) is a widely studied engineered wood to satisfy the demand for
structural wood products [1-3]. A wide variety of wood species have been applied to produce OSB
and OSL panels with a high quality, including pine, spruce, rubberwood, and poplar [2,4-5]. One
constant problem in engineered wood and wood-composite manufacturing factories is the low
thermal conductivity coefficient of wood, preventing the fast transfer of heat into the core of
composite mats [6-8]. A lengthy heat transfer to the inner parts prolongs the resin-curing process,
which is vital for a fast and effective production line. Increasing the water content of composite
mats cannot be considered practical due to the consequent problems, like the occurrence of blows in
panels.

Nanotechnology has been reported to improve the properties and eliminate some drawbacks
in many composites and materials [9-13], although changes can occur in the material properties
when the size range is reduced to nanometer scale [14]. For wood and wood-composites, different
nanomaterials were utilized to further improve fire retardancy, biological resistance, water
repellency, and mechanical properties [15-23]. Recently, nanowollastonite was applied with urea
formaldehyde resin, which improved the thermal conductivity coefficient and, consequently, the
mechanical and physical properties of OSL [12]. It was reported that that the fortification of UF
resin with 10% nanowollastonite was considered as an optimum level. The mechanism involved in
the fortification of UF resin with nanowollastonite was attributed mainly to the following: (i)
nanowollastonite compounds made active bonds with the cellulose hydroxyl groups, putting them
out of reach for the water molecules to make bonds with and (ii) the high thermal conductivity
coefficient of wollastonite improved the transfer of heat to different layers of the OSL mat,
facilitating better and more complete resin curing.

The approach of the present work is to look at ways of improving the thermal conductivity
coefficient of OSL. Particularly, the scope of this study is to investigate the effect of using sepiolite
at nanoscale, in a mixture with urea-formaldehyde resin (UF), and to study its effect on the thermal
conductivity coefficient of the final panel. Sepiolite was selected because its fibrous-like structure is
believed to be more easily dispersed in the polymer matrix compared to platelet-like minerals, like
montmorillonites (MMT) [24]. Furthermore, sepiolite may prevent flocculation if it is distributed
within the network matrix of the polymer and may also reduce filler agglomeration [25]. With
regard to the fact that an improved thermal conductivity would ultimately be translated into a
more effective polymerization of the resin, the hardness of the panel is measured to find out how
the improved conductivity affects the hardening of the resin.

Sepiolite is a common hydrated magnesium silicate with half unite-cell formula
MgiSicO15(OH)2.6H20. The structure of sepiolite is composed of two bands of silica tetrahedrons
linked by magnesium ions in octahedral coordination, and the silica tetrahedrons extend as a
continuous layer with an inversion of the apical ends every six units [26-28]. Sepiolite has
nanometer tunnel structure, which shows a micro-fibrous morphology with a particle size in the 2—
10 pm length range [29], while its specific surface area has a value close to 320 m?/g [30]. Sepiolite is
mainly used as a reinforcement to enhance polymer properties because of its large surface area [31-
34], while studies using sepiolite as a filler on formaldehyde-based resins are limited. In a recent
study, various proportions of sepiolite were applied to substitute wheat flour as a resin filler, in the
plywood manufacture [35]. The results revealed that the sepiolite with the cured resin made a
tough surface which resulted in a maximum improvement in wet shear strength by 31.4%. After an
exhaustive search in the related literature, we were not able to find a study in which sepiolite is
applied in a mixture with UF resin directly to wood raw material. Therefore, the aim of this paper is
to investigate the effect of sepiolite at nanoscale with an aspect ratio of 1:15, in a mixture with urea-
formaldehyde resin (UF), and its potential effect on the thermal conductivity coefficient of the final
panel.

2. Materials and Methods
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2.1. Nano-Sepiolite Application

Sepiolite stone was taken from Tanbo village located in the Senderk region, south of Minab city
(Minab, Iran). In this region, sepiolite rocks were cropped out in the most western part of Makran
Ophiolite zone where it joined Zagros Fold Belt. The results of XRF analysis demonstrated the
chemical composition of the sepiolite (Table 1). The XRF analyses were performed by Philips
PW1410 apparatus (CAE, Austin, TX, USA). The X-ray fluorescence analyzer used for this study
was available from Beam Gostar Taban Laboratories (BGTL, Tehran, Iran). The identified fibrous
minerals occurred within the Miocene harzborgite conglomerate. The length of macro-fibers
derived from sepiolite stone reached 60 cm and the slender ratio (length to width) was more than
1200 [36]. The loss on ignition (L.O.1.) after 10 h heating at 900 °C was 18.88 %. It is hypothesized
that the fibrous shape with a rather high aspect ratio can act more efficiently as a reinforcing filler in
resin. However, a comparison study focused on only the different aspect and slender ratios of a
material should be carried out to conclude this point.

Sepiolite was mixed with UF resin for 20 min, using a magnetic stirrer, to make sure that
sepiolite nanostrands were evenly mixed with the resin. Once resin and nano-sepiolite were mixed,
the mixture was sprayed onto wood strips in a rotary drum. Ten percent of sepiolite was mixed
with the resin, based on the dry weight of the UF resin. The flow diagram of this experimental
design is presented in Figure 1.

UF resin Sepiolite Mixture of UF resin & Sepiolite

200-400cP in viscosity 10% of sepiolite based on the

47 seconds of gel time dry weight of UF resin

1.277 gfem®in density 20 minutes stirming time

62% solid content

Figure 1. Flow diagram of resin-sepiolite mixture preparation.

Table 1. XRF analysis of sepiolite from Tanbo region in Iran.

Sepiolite compounds Content by mass (wt. %)

SiO2 484
AlOs 1.3
Fex0s 5.9
MgO 15.4

SOs 0.6
CaO 8.0
Na20 0

K0 0.2
MnO 0.2

SrO 0.1
ZnO 0.2
BaO 0.5

L.O.I* 18.88
Total (wt. %) 99.68

*Loss on Ignition.
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2.2. SEM Imaging

Scanning Electron Microscope (SEM) imaging was carried out at Beam Gostar Taban
Laboratories, Tehran. A completely new field emission scanning electron microscope (FE-SEM),
TESCAN-MIRA III model was used for imaging, made in Czech Republic. Samples were first gold-
coated for a thickness of 10 nm, before FE-SEM imaging.

2.3. Temperature Measurement at the Core Section of the Mat

The temperature at the core section of the mat was measured, with 0.1 °C precision, with a
digital thermometer with a temperature sensor probe at 5 s intervals (Figure 2). The probe was
inserted, in the horizontal direction, for approximately 50 mm into the core of the mat. Temperature
measurement was begun immediately after the hot plates reached the stop-bars. This procedure
was also applied by other researchers [37-39].

Figure 2. Measurement of temperature at the core of a mat during hot-press using a digital
thermometer with 0.1 °C precision; the sensor probe is inserted into the core of the oriented-strand
lumber mat.

2.4. Thermal Conductivity Measurement

Thermal conductivity coefficient was calculated based on Fourier’s Law for heat conduction,
using an apparatus by Iranian Precise System Co. (IPS) (Figure 3). Cylindrical samples were cut
with 30 mm in diameter and 16 mm in length; in order to achieve better insulation, the
circumferential area of the samples was covered with silicone adhesive. The thermal conductivity of
wood and wood composites is strongly influenced by their moisture content. Therefore, all
specimens were conditioned (25 + 2 °C, and 65% * 3% relative humidity) for a month to reach to a
final moisture content of 7.5% at the time of measurement. Samples were radially positioned in an
annular Teflon holder to minimize the radial heat conduction, and afterwards were axially placed
between the heating and absorbing brass rods, which themselves were also radially covered by
Teflon insulations; the whole system was enclosed inside a thick layer of glass wool to ensure that
the heat conduction is axial and one-dimensional within engineering accuracy. The heating brass
bar heated the specimen from one side at 130 °C (Figure 3), while the other face of the cylindrical
sample was touched by the absorbing brass bar connected to a heat sink. Temperature of the
absorbing brass bar was 30 + 2 °C during the test for all specimens. Each specimen was left in the
system for an approximate time of half an hour until all the thermistors read a constant
temperature, which meant the heat flux was truly constant and at steady state, and consequently
could be well represented by Fourier's Law (Equation 1). In order to measure the rate of heat-
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transferring, temperatures at the two ends of each sample were read and registered. Thermal
conductivity was then calculated using Equation 2

Q=kA L-n 1)
_ OxL
T kAT @

where: k = coefficient of thermal conductivity (W-m1-K-1); Q = heat flux (W); A = cross-section area
of specimens (m?); AT = temperature difference (T1-T2) (K); Ax = thickness of specimens (m); L =
specimen thickness (m).

Waterhose Waterhose
Output || H Input

Lﬂ HH Teflen Insulation

Abgorbing brass bar

Heating brass bar

Spring to
hold specimen

Thermistor

Specimen

Temp. Temp.

Figure 3. Schematic representation of the apparatus used for the measurement of thermal
conductivity [40].

2.5. Specimen Preparation

Poplar wood with a density of 0.42 g/cm?® was used in the present study. Logs were peeled and
dried to a moisture content of 6%, before stripping the veneers. The strips were 150 x 20 X 1 mm in
dimension; their length was aligned in the longitudinal direction of the logs. Strips were dried for
48 h at 50 °C and then kept in plastic bags. Urea—formaldehyde resin (UF), with 200-400 m Pa s in
viscosity, 47 s of gel time, and 1.277 g/cm?® in density, was purchased from Iran Choob Co.
(Ghazvin, Iran); the UF resin contained 62% solids. As a hardener, 2% ammonium chloride was
added to resin. Ammonium chloride was purchased from Galaxy Chemistry Co. (Tehran, Iran).
OSL panels with two resin contents, namely 8% and 10% were manufactured. The mixture of resin
and hardener was sprayed on the strips in a rotary drum. Afterwards, the strips were manually
arranged in a forming to be hot-pressed for 8 min at 170 °C. The final thickness of panels was 16
mm and target panel density was 0.7 g/cm?. Five replicates were produced for each of the four
treatments; totally, 20 panels were produced. The produced panels were edge-trimmed to produce
a 450 x 450 mm? final panel dimension. After the hot-press, the produced panels were conditioned
(25 £ 2 °C, and 65 * 3% relative humidity) for a month, before being cut and tested. The flow
diagram of this experimental procedure is presented in Figure 4.
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Figure 4. Flow diagram of the experimental procedure.

2.6. Hardness Measurement

Hardness tests were done using the methodology stipulated in the Iranian Standard ISIRI 9044
PB Type P2 with a Janka ball (compatible with the American ASTM D1037-99 standard
specifications). However, as the aim of the present project was mainly focused on how sepiolite
would affect thermal conductivity and the possible alteration in the curing of resin that would be
affected by the addition of sepiolite, hardness was measured at different depths of immersion of the
Janka ball. This modification to the standard was made in this project to give a better
understanding of how hardness could be altered at different depths, so that any alterations in the
treatments studied here can be compared and analyzed.

The diameter of the ball was 11.28 mm (projected area of 100 mm?). The dimensions of the
specimens were 75 X 150 mm?2 Two specimens were bound together to reach the minimum
thickness of 25 mm; two penetrations were made on each specimen. A loading test was uniformly
applied at a rate of 4 mm/min. Hardness was measured at five consecutive penetration depths of
the modified Janka ball; that is, hardness loading was measured at 1, 2, 3, 4, and 5 mm of the
penetration of the ball into the OSL specimens.

2.7. Statistical Analysis

SAS software program was used to carry out statistical analysis in the present study (version
9.2; 2010). To discern significant differences among different treatments and produced panels, one-
way analysis of variance was performed at a 95% level of confidence. Then, Duncan’s multiple
range test (DMRT) was done for the grouping among treatments for each property. In order to find
degrees of similarities among different treatments based on the all properties studied here,
hierarchical cluster analysis from SPSS/18 (2010) software was used. For graphical statistics (fitted-
line, contour, and surface plots), Minitab software was utilized (version 16.2.2; 2010).

3. Results and Discussion
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SEM imaging of sepiolite showed sepiolite nanostrands with a mean aspect ratio of 1:15
(Figure 5). The results of the thermal conductivity coefficient measurement revealed that the highest
and lowest values were observed in Adhl0-NS and Adh8 panels, respectively (Figure 6). The
addition of sepiolite increased thermal conductivity in panels with 8% and 10% adhesive contents
by 36% and 40%, respectively. The increase in thermal conductivity was mainly attributed to two
basic reasons. Firstly, the addition of sepiolite with a mineral nature and high hardness acted as an
effective resin filler. Similarly, the improving effect of other minerals (nano-wollastonite) was
previously reported to increase the mechanical performance in composite panels, and also to
improve the shear strength of UF resin [41]. The addition of sepiolite was also reported to increase
thermal conductivity in polypropylene-based wood-plastic composites, though the thermal
conductivity of sepiolite itself is not very high [42]. The thermal conductivity of sepiolite was
measured in the present study to be 3.90 + 0.31 (W-m™K™) using the same procedure and
apparatus. The thermal conductivity of sepiolite is much higher than wood, which is reported to be
0.16 and 0.12 (W-m1-K-") for hardwoods and softwoods, respectively [43]. The thermal stability of
polylactide/sepiolite nanocomposites was also improved by introducing sepiolite into the
composite [25]. These increases were attributed to sepiolite acting as a cross-linking agent in the
composite polymer matrix, ultimately improving the overall integrity of the whole composite. In
the present study, the improved integrity in the whole OSL composite eventually resulted in an
improvement in thermal conductivity (Figure 6). Similar improvements in integrity and mechanical
strengths of composites and resins were previously reported to be achieved by the addition of
different minerals at nano- and microscales [36,38,44]. Wollastonite was also reported to improve
thermal conductivity in medium-density fiberboard and OSL panels, through which physical and
mechanical properties were eventually improved [14,38,44]. Wollastonite also improved the shear
strength of polyvinyl acetate resin, as a popular resin in the wood-working industry [41]. The cited
authors attributed the improvement to the wollastonite nano-fibers, acting as a hard filler and
supporting the whole resin and composite matrix as a strong scaffold. With regard to the fact that
the addition of any materials may change the chemical behavior and curing time of a resin, further
studies should be carried out to chemically investigate the effects of addition of nano-sepiolite at
different content levels on the curing time of UF resin.
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Figure 5. SEM image showing sepiolite nanostrands.

Secondly, wood is, in principal, considered a thermal insulator with a very low thermal
conductivity; therefore, the addition of a SiO»-based material improved the overall thermal
conductivity of the whole composite materials. The improved conductivity, in turn, increased the
integrity of the whole composite, ultimately facilitating the transfer of heat throughout the OSL-
composite mat.

The measurement of core temperature in panels showed a general increasing trend in all
treatments (Figure 7). Both sepiolite-treated panels showed a significantly higher core temperature
for the second half of hot-press time (from 200 s onward). This was attributed to the high thermal
conductivity coefficient of sepiolite [36]. Wollastonite, another mineral material with a higher
thermal conductivity than wood, was previously reported to have an increasing trend in the core
temperature of the MDF mat [37]. Sepiolite-treated panels with 10% of adhesive content had a
higher core-temperature in comparison to sepiolite-treated panels, containing 8% adhesive (Figure
7). This was consistent with the higher thermal conductivity of the same panels. For the first 2-3
min, temperature increase was slower in sepiolite-treated panels compared with the control panels,
and the increase in core temperature started later. The improved thermal conductivity also
facilitated the evaporation of water content in wood strips, a process that, in turn, decreased
temperature. It was hypothesized that the evaporation of water took place close to the surface in an
earlier stage of heating and/or a larger volume and that evaporation deferred the increase in the
temperature of the core. Also, from Figure 7 it can be seen that, for the non-treated material, the
temperature reached a plateau at 100 °C, when water began to evaporate. This deviation was less
pronounced for the sepiolite-treated material. In these cases, the change into a plateau-like
behaviour happened at a higher temperature. It might be that the free water/vapour bounded to
sepiolite and higher temperatures were necessary for the phase transition. The improved thermal
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conductivity also facilitated the evaporation of water content in wood strips, a process that, in turn,
decreased temperature. However, as the hot-press continued and from around 200-230 s onward,
most of the water content in wood strips and adhesive was evaporated. This was ultimately
translated to the significant difference between the core temperatures of sepiolite-treated panels
and control panels.

0.16
z 0.14 T I
> : i E
P Ooli [
TEU 3 0.08
] 0.06 i
= 0.04

0.02

0 L - - i - - L 4 i - .
Control NS-treated Control NS-treated
Adhesive 8% Adhesive 10%

Figure 6. Mean thermal conductivity coefficients (W-m™K™) for the four treatments (NS = nano-
sepiolite).

With regard to the fact that an improved thermal conductivity in a thermo-set resin such as UF
would ultimately be translated into a more effective polymerization of the resin, the hardness of the
panel was measured at different depths of penetration. The measurement of hardness in the present
study was slightly modified in a way that hardness was measured at different depths of penetration
of Janka ball. This modification to the standard procedure was done to find out how the improved
conductivity could affect hardness at different layers and depths of penetration of the ball. A
comparison of values at similar depths of immersion of Janka ball would provide a better
understanding of the effects of the improved thermal conductivity on hardness, as a mechanical

property.
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Figure 7. Mean core temperature (°C) at 5 s intervals for the four treatments studied.
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Measurement of hardness did not show significant difference between the control panels with
8% and 10% of adhesive contents (Figure 8). In some cases, hardness in Adh8% panels was even
higher, though not statistically significant. This indicated that the increase in resin content from 8%
to 10% did not have a significant effect on the hardness property. Similar results were reported in
OSL panels containing wollastonite [45]. The cited authors expressed compactness as the decisive
factor on the mechanical properties of OSL panels, rather than adhesive content. However, the
addition of sepiolite significantly increased hardness values in all penetration depths. Hardness
slightly increased as sepiolite content increased. Considering the fact that the amount of sepiolite
used in panels was very small, and therefore it could not physically have an impact on the hardness
increase, the increase in hardness was attributed to the improvement in the thermal conductivity of
the panels. This improvement, in turn, may have facilitated the resin-curing process, eventually
increasing the hardness. However, further studies should be carried out in future on resin-curing to
have a better understanding on how sepiolite chemically affects UF-resin. Chemical studies like
resin-curing and FTIR would possibly explain why the increases in hardness values were so low,
contrary to some previous studies demonstrating the high impact of low amounts of nanofillers on
different properties of resins and adhesives [46-49].

5000 - -
W Penetration 1 mm
4500

M Penetration 2 mm
4000 - wpenetration 3 mm
3500 - ™Penetration4mm |
W Penetration 5 mm

—_—

£
g 3000

Control NS-treated Control NS-treated

Adhesive 8% Adhesive 10%

Figure 8. Hardness values (MPa) for the four treatments studied; for each treatment, five hardness
values represent for five depths of penetration (NS = nano-sepiolite).

Regression analysis among different properties showed the high and significant R-square
values between all of them. The highest regression value (R-square of 94.8%) was observed between
the final core temperature of panels after hot-press time (8 min) versus hardness values at a 5-mm
depth of penetration (Figure 9). The high regression indicated that as the heat-transfer process into
the core of composite mats was enhanced, properties were improved as a result of facilitated resin-
curing. Moreover, the surface and contour analysis of the three properties of thermal conductivity
coefficient, the final core temperature of mats, and the hardness values clearly demonstrated a
smooth mutual direct relationship among all properties (Figure 10).
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Figure 10. Surface analysis (A) and contour plot (B) among hardness (at 5 mm depth of penetration),
versus final core temperature (at 480 s) and thermal conductivity coefficient.

Cluster analysis of the four treatments based on the thermal conductivity coefficient, final
temperature measured at the core of mat during hot-pressing, and hardness values demonstrated a
clear distinction between the two control treatments and the sepiolite-treated panels (Figure 11).
This indicated high similarity of panels produced with 8% and 10% UF-adhesive. Therefore, it can
be concluded that for OSL panels without sepiolite content, 8% adhesive content would be enough
to acquire the same hardness and thermal conductivity as can be acquired when 10% adhesive is
used. Sepiolite-treated panels with 8% and 10% adhesive contents showed a slight difference with
each other. This indicated that these two treatments have significant differences with regard to their
hardness and conductivity properties. Therefore, panels with a higher adhesive content of 10%
would be recommended for the end-users for whom hardness is of vital importance. However, for
end-users to whom insulation of coldness and warmth is important, panels with lower adhesive
and sepiolite contents are more recommended.

CASE 0 5 10 15 20 25
Label Num +----——---- o o +-——————— +———————— +
Control;Adh8% 1 T
Control;2dhl0% 2 —

Adh8%;NS-treated 3
Adhl0%;NS- treated 4 %

Figure 11. Cluster analysis of the four treatments based on thermal conductivity coefficient, final
temperature, and hardness values (Adh = adhesive content; NS = nano-sepiolite).

4. Conclusions

Oriented strand lumber is an engineered wood-based material that has been studied rather
vastly in recent past decades. The present project was primarily carried out to examine the potential
impact of sepiolite at nanoscale on the thermal conductivity coefficient of OSL panels. Sepiolite was
mixed with UF resin for 20 min prior to being sprayed onto wood strips in a rotary drum. Ten
percent of sepiolite was mixed with the resin. Hardness values at five penetration depths were
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measured to check the effect of improved thermal conductivity on at least one mechanical property.
The measurement of core temperature in OSL panels revealed that sepiolite-treated panels with
10% resin content had a higher core temperature in comparison to the ones containing 8% resin.
Results showed significant increases in the thermal conductivity coefficient of sepiolite-treated
panels. The increased thermal conductivity was translated into the facilitated heat transfer to the
core section of mats, ultimately increasing hardness values. Considering the fact that the amount of
sepiolite used in panels was very low, and therefore it could not physically have an impact on the
hardness increase, the significant increase in hardness was attributed to the improvement in
thermal conductivity and consequent more complete curing of resin. However, further specific
studies on resin curing should be carried out to clarify why the impact of sepiolite on hardness
values is not comparable to other nanofillers. A significant positive direct relationship was found
between accelerated heat-transfer versus hardness values at higher penetration depths. As the
results indicated that adhesive contents of 8% and 10% did not have a significant positive effect on
hardness in control OSL panels (panels with no sepiolite content), a lower adhesive content of 8% is
recommended for the industry to save resin and offer a more competitive price. However, in
sepiolite-treated panels, a higher sepiolite content is recommended to achieve maximum hardness
values.
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