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PREFACE

In spite of, or maybe partly because of, all the fai1ures which have
occured, sealants have found an increasing use in building construc
tions. It has to some extent been a kind of trial-and-error usage.
Knowledge concerning some of the fundamental properties of sea1ants
has been defective.

This thesis is an attempt to c1ear the horizon to a certain extent re
garding ageing and deformation properties of the sea1ants. It is my
hope, that same of the resu1ts will be usefu1 when ehoosing a sea1ant
for examp1e, when needing material data, when working out appropriate
acce1erated ageing methods, and when manufactu"ring new products.

The first desideratums in the investigation came from the industries
which manufactured sea1ants in Sweden. The work was then carried out in
two different projects at the Division of Building Materials, Lund Insti
tute of Techno1ogy. The projects have in the majority been financed by
grants from the Swedish Board for Technica1 Development and the Swedish
Council for Building Research.

The au thor wou1d like to express his appreciation to the head of the
Division of Building Materials, Professor Arne Hillerborg, for his va1u
ab1e opinion and views.

Leif Erlandsson and Sture Sah1en have been of invaluab1e help during the
deve10pment of new equipment, the 1aboratory experiments and solving of
other problems.

Britt Andersson, Birgitta Hellström, Mona Hammar and Birgit Olsson have
been invo1ved with the production of this report and have all shown a
never fai1ing enthusiasm.

To all the above mentioned and to allothers who have taken part in the
projects I would like to extend my sincere gratitude.

Lund, April 1979

Per Gunnar Burström
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SUMMARY

This report dea1s with the ageing and deformation properties of building
joint sea1ants. In spite of the fact that they are two different processes
they are interre1ated, but main1y treated separately. The first major part
is concentrated upon the ageing and durability characteristics of sea1ants.
The second part dea1s with some important deformation properties of sea
lants.

In the first part of the report a short review is given of the literature
concerned with the ageing and durability of organic building materials, and
the main facto r causing durability problems are described. These factors
are heat, moisture, alkaline, UV radiation, ozone and some other gases. The
action and the effects of these factors on organic building materials are
described without any more explicit chemical exp1anations.

A brief survey is also given of the limited literature regarding the age
ing of sea1ants.

In the experimental part of this thesis the aim has been to try and c1ari
fy how the factors causing ageing affect sea1ant properties, and particu
1ar1y the deformation ones. The purpose has a1so been to draw up a line of
directions for acce1erated 1aboratory ageing methods and designing ru1es
for sea1ing joints.

The effects of thermal, moisture, a1ka1ine,UV radiation and ozone action
have been studied on eight different types of sealants. These were two
polysulfide based, two po1yurethane based, two acry1ic based (type solvent
release), one acry1ic based (water dispersed), and one oleo-resinous ba
sed sea1ant.

In view of the changes in the stress-strain curves, determined during
we11 contro11ed conditions, the effects of the ageing factors were evalu
ated for the different sea1ants. Determinations of the changes in hardness
in °Shore Awere carried out as a matter of routine. Measurements of changes
in weight and vo1ume were made after storage in different environments.
Photographing and Scanning E1ectron Microscopy have a1so been used as eva
1uation methods.
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The results of the laboratory investi,gations have been correlated to
the results obtained from specially built equipments, where the sea
lants were simultaneously exposed to climatic forces and varying joint
movements. Comparisons have also been made to practical experiences.

The temperature was the ageing influencing factor which was found to
have the greatest effect on the deformation properties of the sealants.
Heat ageing at +40 - +70 °c usually increased the deformation resistance
to a high extent. However. a polysulfide based sealant turned softer
after heat ageing at +70 °C!

In sealants where the effect of heat ageing clearly dominated the effects
of other factors, some connections were found between heat ageing and out
door exposure.

In the concluding chapter of the investigations regarding the ageing of
sealants same ways of estimating the durability of different groups of
sealants are discussed.

The second part of the thesis deals with the deformation properties of
sealants. A short review of the literature regarding joint movements is
given. Factors affecting the deformation properties of sealants are dis
cussed and examples are given for same sealants.

The last chapter discusses how the joint movements at a joint opening.
resting and closing affect the sealants. A probable destruction mecha
nism for sealants is suggested in this discussion. and some methods of
estimating the movement capability of sealants are also proposed. These
methods are exemplified for three different types of sealants.
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CONVERSION FACTORS

To convert

mi 11 imeter (mm)
centimeter (cm)
meter (m)
meter (m)
meter (m)
square centimeter (cm2)
square meter (m2)
square meter (m2)
cubic centimeter (cm3)
cubic meter (m3)
cubic meter (m3)
kil ogram (kg)
kilogram (kg)
newton (N)
newton (N)
density (kg/m3)

density (kg/m3)

newton per square meter
(N/m2)
ki10newton per square meter
(kN/m2)
pascal (Pa)

megapascal (MPa)

To

inch (in.)
inch (in.)
inch (in.)
foot (ft)
yard (yd)
square inch (sq in.)
square foot (sq f t)
square yard (sq yd)
cubic inch (cu in.)
cubic foot (cu f t)
cubic yard (cu yd)
pound (lb)
ton (ton)
one pound force (lbf)
one kilogram force (kgf)
pounds per cubic inch
(lb/in. 3)
pounds per cubic foot
(lb/ft3)
pounds per square foot
(psf)
pounds per square inch
(psi)
newton per square meter
(N/mZ)
pounds per square inch
(psi)

Divide by

25.40

2.540

0.0254

0.305

0.91

6.45

0.093

0.0836

16.4

0.028

0.765

0.453

907.2

4.45

9.81
2.77.104

16.018

47.9

6.9

1.00

0.0069

1 degree Fahrenheit (deg F) = ~ degree Celsius + 32





l. INTRODUCTION

Most sealants are used in external walls e.g. between concrete ele
ments, between the frame and the wall, in expansion joints, when gla
zing etc. This means that the sealants are exposed to great climatic
and mechanical stresses. First and foremost the efficiency of the one
step joint, which is very common in Scandinavia, is comp1etely depen
dent on the properties of the sea1ant, its ability to fo110w the joint
movement without any crackings or other fau1ts occurring and a1so to be
ab1e to maintain these properties in the surrounding environment.

The environment differs considerab1y from joint to joint even in the
same building. The amount and rate of joint movement depend on the
orientation of the facade, the material in theouter wall, the design
and the fixation of the different wall components etc.

The environment and the weather also differ a lot. The we11-known ele
ments of weather are thermal conditions, moisture, radiation and gases.
These elements a1so vary a great deal within the same building. E.g.
the therma1 conditions and radiation have a much more severe effect on
a joint facing southwards than on one f~cing northwards.

Because of the organic nature of the sealants, some changes in the ma
terial do occur with time, in other words the sea1ant ages. The extent
of the ageing depends on the above mentioned circumstances but the type
of sea1ant is a1so important as some polymers are more resistant than
others.

There is a wide range of sealants avai1able on the market. The chief
variable of the different products is the binder in the sealant. The
binder, which is always a type of polymer, determines the main proper
ties of the seaiant. However, where the same class of binder is con
cerned, great variations can occur in the final product.

In Scandinavia one normally differs between "elastic" and "plastic"
sealants. However, this basis of division causes large variations of
properties within each respective class. Furthermore, the limit between
these two groups is not defined c1early. In spite of this, these terms
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will be used here in some cases. But, when referring to elastic and
plastic sealants, definitions according to a proposal from a committee
of the International Organization for Standardization will be referred
to. These definitions are:

"Elastic sealant: A sealant which after application exhibits predo
minantly elastic behaviour, i .e. remaining stresses induced in the
sealant as a result of joint movement are almost proportional to the
strain".

"Plastic sealant: A sealant which after app"ication retains predomi
nantly plastic properties, i.e. the remaining stresses induced in
the sealant as a result of the joint movement are rapidly relieved".

At present, knowledge regarding sealant ageing and deformation proper
ties is very limited. This means that the material choice and the de
sign of the joint are often made at random. Therefore. after a relati
vely short time, one may be faced with difficult and expensive resea
lin9s.

The aim of this work has been to try and clarify how certain factors
which cause ageing affect sealant properties, and then mainly the de
formation properties. Furthermore the purpose has been to clarify those
variables which are most essential when characterizing the sealants
from a mechanical point of view. Finally the purpose has been to draw
up a line of directions for accelerating laboratory ageing methods and
designing rules for sealing joints.
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2. AGEING AND DURABIlITY OF ORGANIC BUILDING MATERIALS

2.1 Introduction

Natura11y the ageing and durability of organic materials used in buil
dings are of great interest to the architect, the bui1der, and the cus
tomer.

Organic materials used in bui1dings can be c1assified according to
their use. They inc1ude e.g. paints, p1astics, sea1ants, and roofing
materials. Normally organic materials contain inorganic compounds such
as pigments, but the basic properties of the mixture are derived from
the organic matrix.

Recently, a very comprehensive book is published regarding durability
of rubber and p1astics, Do1eze1 (1978). In this chapter a short sum
mary is given of the literature concerned with how the weathering
factor~ affect organic building materials. As previous1y mentioned
these factors are therma1 conditions, moisture, radiation and gases.

Very often these factors combine in the degradatian of an organic mate
rial. In many cases the total effect of these combinations may be
high1y en1arged (synergism).

The influence of the weathering factors on the po1ymeric materials can
be divided inta physica1 and chemical actions. Physica1 action means a
process which does not break the primary (cova1ent) bonds in the poly
mer. Consequent1y, chemica1 action means a process which breaks the
primary bonds. Of course, both these actions 1ead to effects of a phy
sical nature. e.g. disco10uring and increased brittleness.

2.2 The effect of therma1 action on organic building materials

The temperature may have both a physica1 and chemica1 action on organic
materials.

Physica1ly, heating of polymeric materials first resu1ts in a softe
ning of the material. This is due to the breaking of the weak secondary
bonds. During heating "for a short time the changes are mostly of a
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reversible nature but are of course depending on the temperature
reached. This is the case where thermoplastics are concerned. Materials
which are highly cross-linked, i .e.' the thermoset materials, usually
decompose before a great deal of softening has occurred.

Another physical action is that the plasticizer (softener) may vaporize
when there is an increase in tempera tu re. Many organic building mate
rials contain plasticizers. These are included in the composition of
the product in order to regulate the hardness of the material. These
plasticizers are chemically stable up to a certain temperature. If
these limits are exceeded vaporization may occur with several physical
effects as a result.

A decrease in temperature increases the hardness of organic building
materials. consequently making them more brittle. The material regains
its properties when the temperature returns to normal again. However,
increasing brittleness at low temperatures could be fatal if a ma
terial in this condition is exposed to great deformation. E.g. sealants
are required to elongate most when they are least able to, due to har
dening or stiffening.

When heated sufficiently there is a chemical action on rubber materials.
This normally leads to an increase in the hardness at the same time as .
the tensile strength decreases {Friberg (1970a)). According to
Schröderheim (1971) this may be due to a transformation within the
molecules. Fig. 1.1 shows how a few, long cro5s-1inks are transformed
into several short ones with an increased hardness as a result.

--y---r--
S S

I I
~

--

FIG. 1.1 Moleculartransformations in rubber due to thermal action
{Schröderheim (1971)).
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Temperature changes the rate of chemical reactions. According to the
general rule of thumb the reaction rate is roughly doubled when the
temperature rises 100 C. All chemical ageing processes depend on the
tempera ture. The durability under hot conditions depends on the strength
of the chemical bands, this means the dissociation energy necessary to
break up the chemical bonds. When the temperature has reached a cer
tain level the thermal decomposition starts.

Solar radiant energy is converted inta heat when it impinges upon and
is absorbed by a material. On reaching the earth, the infrared part
(wavelengths longer than 0.78 ~m) comprises about 53% of the total ra
diation. The temperatures of the outside surfaces of a building (roofs
and walls) depend to a great extent on the colour of the surface in
question. An example of this is shown in Fig. 1.2 according to Kunzel
(1969).

Block

/ \ Dark blu~

i I!~ \\ Brick red
!" '.~\

I ., '\\ IvorvI
fl 00I

\ .. \'i j ...-
Lithop-one

! I ..' r"'\,\
~ " i / .....~

Outdoor ailpr/ ~ ~\.

~n .~

~
(/ \--~~/-10

20

30

50

Temperature, °e
80

60

70

40

o
6 10 14 18 22 2 6

Time, hours

FIG. 1.2 Temperature curves, as a function of time. of differently
coloured outer surfaces (west walls), measured on a highly
radiating summer day (June). The walls are of identical struc
tural design, they differ only in outer-surface colour (KUn
zel (1969)).
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The design and form of the outer surfaces also affect the temperature
levels. Usually one can calculate with +700C for a dark surface, but
in some cases the levels ~re considerably higher, e.g. in solar collec
tors. Höglund (1974) describes a method of calculating extreme surface
temperatures.

2.3. The effect of moisture action on organic building materials

Humidity and moisture can also have a physical and chemical action on

organic materials. Very often moisture combines with other weathering
factors~ e.g. heat and radiation, cf. below.

Among the physical processes swelling and leaching are essential.
Water swells the hygroscopic substances in rubber and plastics. Ure
thane-rubber of the ester-type may showa reversible increased degree
of plasticity due to water absorption. This means that the water acts
as a plasticizer upon the rubber. After drying the rubber regains its

original properties {Friberg (1970a)).

The leaching of water-soluble substances may be both an advantage and
a disadvantage. The advantage being the leaching of formed oxidation
catalysers. The leaching of anti-oxidants and light stabilizers is na
turallya disadvantage (Saare (1960)).

The chemical action of moisture on organic materials is very complica
ted. Most degradation reactions are greatly accelerated in the presence
of water. This is_ e.g. due to an increased mobility of the reaction

products and an increased dissociation.

All organic materials which contain hydrolysable groups (hydrolysis

could be defined as a chemical reaction, where a molecule or an ian is
transformed inta two or more molecules or ions by reacting to water)
are affected by water. If these groups are in the side chains the mole
cular weight is barely affected and consequently neither is the
strength. But, if the hydrolysable groups are in the main chain, this
results in a chain-scission and a consequent loss of strength.

2.4 The effect of alkaline action on organic building materials

In many building materials there are free calcium compounds. Where wa

ter is concerned these compounds (mainly Ca(OH)2) form an alkaline
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environment for other building materials, e.g. sealants between facade
panels of concrete, glues on concrete floors.

Some binders in organic building materials are sensitive to this alka
line environment. The alkaline action is of chemical nature. In most ca
ses a water sensitive or a water soluble calcium-salt and an alcohol
are formed. The effect of this chemical reaction is analogous to the
hydro1ysis previously described.

2.5 Radiation action on organic building materials

Solar radiation is an e1ectrornagnetic radiation. It can be described
as the wavelength or the frequency of vibration. As the wavelength de
creases the frequency increases. The radiation consists of multiples
of a quantum, which is the smallest quantity of energy. The energy of
a quantum is proportional to the frequency of the radiation, i.e. the
shorter the wave1ength, the higher the energy content. Sometimes a
quantum is also ca11ed a photon.

One of the most important weathering elements is the part of the solar
radiation which lies in the u1traviolet range. U1travio1et (UV) is nor
ma11y defined as th~ e1ectromagnetic rad~ation of wave1engths between

4 and 400 nm (Rosato and Schwarz (1968)). According to Ashton (1970a)
the range is 10-400 nm. From practical point of view the actua1 range
is about 190-400 nm as the shorter waves are absorbed by ozone in the
atmosphere.

The energy of any radiation is equa11y as important, or more so, as its
total quantity. Many reactions are unab1e to take place un1ess a mini
mum energy, often ca11ed the activation energy, is reached. Consequent
ly, u1traviolet with its short wavelength has the·energy to initiate
reactions which wou1d either not occur or which wou1d occur at a very
10w rate. A1though it amounts to on1y 4% of the total radiation received
by the earthis surface, it is responsible for many of the changes which
occur when po1ymeric materials are exposed outdoors (Rosato and Schwartz
(1968)).

Organic building materials are composed of 10ng-chained mo1ecu1es.
These may be bound to each other by secondary forces or, depending on
the type of polymer, by chemica1 bonds as well. Because the primary
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bonds are chemica1 and their strength depends upon the elements invo1
ved, they can be broken by sources of energy that exceed the attrac
tive forces between the atoms, thus disrupting the mo1ecu1es. In Fig.
1.3 the energy per photon in sunlight is shown as a function of the

wavelength (Gjelsvik (1975)). The dissociation energy per bond for
some of the most common bonds in organic materials is also shown. As
can be seen there are severa1 types of bonds which can be broken by
the UV light.

Q2 0.4 0.6 Q.8 1.0 1.2 1.4 1.6 1.8 20 2.2

Wave le'ngthJ IJ.m

r--C=C

\
C-H

- N-H
- C-C

C-o
- C-C l

C-N

\

"~
'"~r----

10

9

~ 8en

~ 7

6

.~ S
Qj.n 4

3

2

1

O
O

FIG. 1.3 Energy per photon and examples of dissociation energy per
bond (Gjelsvik (1975)).

When a molecule absorbs radiation it is raised to an excited state,
usually at one particular atom; It may return to its ground state by
dissipating the energy by reradiation of fluorescence, phosphorescence
or heat. (The fluorescence finishes at the same time as the irradiation
ceases, while phosphorescence may last for a measurable time interval
after the exciting radiation is turned off). In such a case the mole
cule is unaffected .. This is what happens with longer-wave radiation
which is converted into heat. However, if the radiation contains
sufficient energy, it may cause a chemical reaction at the excited atom
and this frequently leads to degradation of the material.

According to Ashton (1969a), the degradation of organic building mate
rials attributable to UV can take two paths:
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l. In some materials the energy starts a process which is the reverse
of the polymerization reaction th~t produced the large molecules
(" unz ipping"). It is a chain reaction and it leads to catastrophic

fai1ure.

2. In the other degradation mechanism, the smaller mo1ecules produced
by chain scission frequent1y react across the chains. This resu1ts
in more cross-linking than was present originally.

The physical effects of these degradation mechanisms are, in the first
case, a loss of strength and, in the second case, an increased hardness

and brittleness.

In rubber materials sunlight causes oxidation in the outer layer, which
leads to an inelastic skin forming. The skin cracks in an irregu1ar
pattern, so-called crazing. When the amount of oxidation products in
creases, a further attack is prohibited and the oxidation decreases
(Friberg (197Qa». The crazing is asurface phenomenon and should not
be confused with ozone cracks, cf. Chapter 2.6.

Even though the polymer itself in an organic material may be resistant,
it is possible for.UV light to cause undesirab1e changes if the mate
rial is co1oured and the colorant, many of which are organic, is not
resistant. The previously mentioned photo chemical reaction can be ca
talysed by such coiorants.

The resistance to UV light by polymeric materials can be greatly im
proved. The most common procedure is to prevent the polymer from ab
sorbing the UV light. If it is not necessary for the material to be
transparent this can readi1y be accomplished by the incorporation of
pigments that ref1ect radiation or absorb it preferential1y. The few
compounds that do perform satisfactori1y are referred to as UV absor
bers or stabilizers. These act by absorbing energy and then transfor
ming it mainly into heat. However, these absorbers are rather specific
in their action; ~ven compounds that are close1y related chemica11y
may show large differences in effectiveness with different resins. It
must also be taken into consideration that the absorbers do not last
indefinitely, but are slow1y degraded, and consequently the absorption
they are supposed to prevent will ultimate1y occur (Ashton (1970b».
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2.6 The effect of ozone action on organic building materials

Ozone is a high1y reactive gas. The formation of ozone takes place in
the upper atmosphere. The uy radiation from the sun forms free oxygen
atoms dua to photochemica1 reactions. lhese atoms react with oxygen

molecu1es in the air forming ozone (03) (Friberg (1970b)).

This gas diffuses slowly on its way down to the earth where a fairly
rapid scattering takes place. As the concentration of ozone is very
low on the earth, the content is given in pphm = parts of ozone per
hundred million parts of air.

Usua11y the ozone content on the earth is be10w 10 pphm, norma11y about
1-3 pphm. The average ozone concentration iS usua1ly at its 10west in
the winter, increases in the spring and reaches its maximum in the ear
ly summer on1y to decrease again. Howeve~, in some areas, circumstances
may combine resu1~ing in very high ozone concentrations. E.g. in the
Los Angeles-area very high ozone-concentrations have been measured
(115 pphm). These are due to the smog, emanating from the combustion of
petroleum products, and a special topography (Friberg (1970b)).

In spite of the norma1ly 10w ozone content on the earth, this concen
tration is still sufficient to cause cracks in some rubber qua1ities.
The ozone attacks the double bonds in the unsaturated rubber mo1ecules
consequently causing a crack formation at right angles to the tensile
direction. However, these cracks only arise if the rubber is tensioned.
If the rubber is under compression the ozone resistance is considerably
greater.

Amongstotherthings, the crack formation rate depends on the amount of'
deformation, the ozone content, the temperature, and the intensity of
the sun light (Friberg (1970a)).

In order to protect rubber mixtures from ozone attack some means of
protection can be a~ded. The chemica1 compounds which protect against
ozone attack are called anti-ozonants. Many of these are a1so anti
oxidants, i.e. protect against oxidation.

Another type of protection against ozone is a wax-fi1m on the surface
of the rubber. Soluble wax is added to the rubber mixture and a film
is consequently formed on the surface which protects the rubber against
ozone.
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2.7 The effect of oxygen action on organic building materials

The atmospheric gas that causes the most damage to organic materials,
because of its high concentration and reactivity, is oxygen. Chemical
linkages that are not completely saturated (chemically called double
bonds) are particularly susceptible to oxidation (Ashton (1969)).

At normal temperatures plastics are usually oxidized very slowly. This
oxidation does not lead to any measurable changes. However, natural
rubber and many synthetic rubbers contain double bonds. These suscep
tible links allow oxygen to enter the molecule, thus leading to an in
crease in weight and eventually to a chain scission at the place of the
double bonds.

According to Ashton (1969~)unsaturation is not essential in order for
oxidation to occur. Polymers that cbntain reactive hydrogen atoms are
also attacked. Polystyrene and polyethylene are examples of such poly
mers. Because oxygen has to diffuse into the material in order to con
tinue the reaction, oxidation often occurs only at the surface unless
the material isin a thin film.

The effects of oxidation are e.g. discolouration, hardening, crazing
and finally cracking.

In order to protect polymeric materials against oxidation, chemical
compounds called antioxidants are added to the mixture. Some types of
antioxidants only proteet against one particular kind of degradation,
while others are also effective against other types of degradation.
Mixtures of antioxidants are frequently used. However, it is important
to remember that the antioxidants do notprevent oxidation, they only
delay it.

2.8 The effect of action of other gases on organic building materials

Due to the burning of sulphur-containing fuels we obtain an increased
content of sulphur dioxide in the atmosphere. This is especially pro

nounced in industrial atmospheres. The action of S02 is to form sulphu
ric acid. This may e.g. diffuse through organic coatings and attack

the underlying metal (Ashton (1969a».
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The action upon the polymeric materials themselves has only been dealt
with briefly in literature. Thiscould imply that this type of pollu
tion has not caused any problems yet.

2.9 The effect of synergistic action on organic building materials

The process of weathering is a combination of the factors mentioned
previously. The combination of the factors produces an effect greater
than the sum of the individual effects. This synergism, or reinforcing

action, has been demonstrated many times in studies regarding durabili
ty. Consequently, the combined actions as well as the individual pro
cesses'must be estimated. The latter is of course a necessary first
step and must be studied before the former can even be attempted.

In Ashton (1970b) there is a survey about radiation and its combination
with other weather factors. Radiation tends to be one of the most im

portant factors among the weather factors. In this case, some exam~les

regarding synergistic effects will be given.

2.9.1 Radiation and water

Most organic building materials are resistant to attacks by water at
normal temperatures. But, it is possible for radiation to raise the
temperature to a point where solution or hydrolysis occurs. Thus, some'
plasticizers may be removed if they are sufficiently soluble in water

at elevated temperatures.

The low-molecular fragments from scission after irradiation by UV light
could act as plasticizers, but they are removed if water is ·present.

The result is an increased brittleness, added to the brittleness caused

by cross-linking.

2.9.2 Radiation and heat

Degradation reactions that only proceed at temperature~ higher than
those reached when normally exposed may occur at much lower tempera
tures due to the influence of UV light.

2.9.3 Radiation and oxygen

A natural weathering combination that has a great effect is radiation
and oxygen, referred to technicaTIy as photo-oxidation. Polymeric
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materialssubjected to oxygen are degraded much faster in the presence
of radiation than in its absence and vice versa. Because of the syner
gistic action of radiation and oxygen, UV absorbers as well as anti
oxidants are generally added to polymeric materials designed for exter
nal use.

Apart from the above mentioned examples of synergism there are many
other possible combinations, e.g. heat, UV light and oxygen. All the
possible combinations of weathering factors contribute to making the
picture of degradation of organic building materials very complex.

2.10 Evaluation methods

It is difficult to choose a good method of evaluating changes in po1y
meric materials, especially as demands on these methods are known to
be great. E.g. such a method should be

- easy to carry out

- sensitive
(

- preferably non-destructive

- adaptable to all types of materials

As yet the method which can ful fil all these demands does not exist. In
literature one can find many methods used in different investigations
some of which are presented here.

Different types of evaluation methods are frequently used in the same
investigation. Naturally the reason for this is, as mentioned above,

the lack of one unique, and outstanding method. Frequent1y, the method
used also depends on the type of polymeric material. E.g. coatings,
thin films or plastics in bulk.

Many of the tests have been qualitative and not readi1y evaluated nu
merica1ly. Many attempts have been made to convert them intoinstrumen

tal versions so that some kind of readings could be obtained. E.g. the
use of Differential Thermal Ana1ysis (DTA) in eva1uating changes in
glass transition temperature (cf. below).
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Coatings, the oldest of the organic building materials, have long had
their physical properties described simply as flexibility, hardness,
and resistance to impact, scratching and abrasion. It was natural,
therefore, to try to predict durability by following up changes in

these properties (Ashton (1969b)).

Mechanical properties such as tensile strength, permanent strain after
rupture, work to break (toughness), yield strength, flexural strength,
creep, stress relaxation, and elastic modulus govern the ways a mate
rial responds to physical forces.

A bibliography regarding the long-term weather resistance of polymeric
materials of different kinds was published by Rilem Committee 8-SR
(1975). The bibliography covers,the years from about 1968 up to 1974,
and comprises more than one hundred works. In this, the most common

methods of evaluation are the determination of impact strength and
changes in colour. Other fairly common methods of evaluation in the
reviewed works are: Determination of elongation at rupture, tensile
or compressive strength, flexural strength, gloss, tensile stress-strain
behaviour, variations in dimension and weight.

In other works, e.g. Wright (1972), determination of a II modulus" is
carried out. The modulus may then be defined as the stress at diffe
rent elongations, 100, 200, and 300 per cent.

Apart from all these determinations which mainly concern mechanical
properties there are also methods for determining changes in the che
mical structure. In Binder/Sultan (1973) some methods of molecular
weight determinations of polyethylene are mentioned. These methods are
Gel Permeation Chromatography (GPC) and melt flow index.

During the last few years many works dealing with glass transition tem
peratures of aged polymeric materials have also been published. E.g. in

KUnzel et al (1975) Differential Thermal Analysis is used as a method,
of determining the glass transition temperature of sealants which were

aged in different ways. They found that the method was so important
that they stated that "the displacement of the glass transition tempe
rature should be measured in all ageing experiments, for example by
means of DTA. The measuring of the glass transition temperature and its
changing give an exact value about the ageing properties of the sealant".
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During recent years many research workers have a1so reported the use
of Scanning E1ectronMicroscopy (SEM) as a means of determining diffe
rent ageing phenomena in po1ymeric materials. For examp1e compare
B1aga and Yamasaki (1977), Bendel (1974).

In literature some attempts have a1so been made to obtain models for
ageing and for the correlation between natural and acce1erated ageing.
However, the difficulty in using mathematical models in this field is
that one model is often only valid for a certain property in a particular
material.
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3. LITERATURE SURVEY REGARDING AGEING OF SEALANTS

There is a great insufficiency of information in literature regarding
durability properties of sealants. The investigations reported chiefly

follow two directions. One deals with the examination of sealants in
joints in actual buildings, the other one deals with accelerated ageing
of sealants in the laboratory. Combinations of both these types of in
vestigations are rare.

The oldest investigation found in literature which deals with long-time
properties of sealants was carried out by Nylund (1964). This was in
the form of two field experiments comprising 25 sealants of various
kinds. The sealants were used in joints between concrete panels. The
joints and the sealants were inspected after about 12 and 28 months
respectively. Changes regarding adhesive and cohesive failure, wrink
ling, eraeking, and colour were noted.

At that time most of the sealants used had a polysulfide or an oleo-re
sinous binder. The indications of the results of these investigations
were not surprising bearing in mind today's experiences. This means
that most of the polysulfides worked satisfactorily while problems
arose regarding some of the oleo-resinous sealants. Another indication
was that if there were any problems with a sealant, these usually
appeared during the first observation period, i.e. 12 months.

Grunau (1968) treats sealants and problems connected to sealing of
joints in buildings in a very ambitious way. Amongst other things he
shows many pietures of sealants of various kinds and in various condi

tions. However, it is difficult to draw any general conclusions from'
this work regarding long-time properties of different kinds of sealants.
The conditions vary too much in the different cases for that.

McCarty (1972) gives results from a 4 1/2 year field test which dealt
with sealers for lOD9itudinal joints in pavements. The investigation
comprised both preformed sealers and liquid ones. Among the sealants,
a polyurethane sealant proved to have the best overall serviceable
life.
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Andersson and Hasselblad (1972) summarize the experiences gained regar
ding joints in a special prefabricated concrete panel system. About a

hundred buildings were examined regarding the function of the joints.

The sealants used were mainly oleo-resinous-, acrylic- or polysulfide
based.

The oleo-resinous sealants were found to produce a great scatter in

properties. In some cases this type performed well even after 12 years
in the joint, while in other joints the sealants had hardened and
failed cohesively.

The acrylic-based sealants indicated a plastic behaviour during the

various deformations. They were also sensitive to alkali influence, for
example from wet concrete.

An examination of the local deformations in a cross-section of the

palysulfide sealants showed a high degree of deformation at the edges,

especially at compression. In some cases these deformations caused
cohesive failure along the edges, Fig. 3.1. Some surface effects were

also reparted and were probably due to UV- and/or ozane-attack.

FIG. 3.1 Cohesive failure in a palysulfide
sealant in a joint between con
crete panels with pebble-dashed
surface. This type af failures
are due ta largelocal deforma
tions along the edges at a com
preSS1m Andersson et al (1972)).
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Grunau (1976) examined joints and sea1ants of various ages (from 1956

to 1975). A total of more than 2 600 000 meters of joints were exa
mined~ The type of joints examined were outer wall joints and window'

joints (top sea1ing and joints between the wall and frame). The fre
quency of damage in outer wall joints was 31% during 1958-1965 and
11% during 1970-1975. The sea1ants used in the various cases were po1y
3u1fides, butyls, si1icones, po1yurethanes and acry1ics.

The resu1ts of the findings from this investigation are summarized in
Table 3.1.

TABLE 3.1 The probable lifetime of different sea1ants (Grunau (1976)).

Type of Documented Expected A11owab1e deformation
sealant use 1ifetime

(years) (years) (% of joint width)

Polysu1fide 16 22 20

Silicone 8 15 20

Po lyurethane 7 10 5-10

Butyl 13 15 3

Acry1ic p1astic 13 15 5

Acrylicterpo1ymer 7 15 10

Some figures in the Table may be a slight1y surprlslng, e.g. the maxi
mum a110wable deformation. In Scandinavia we calculate with ± 25%
allowable deformation for po1ysu1fides, si1icones and po1yurethanes.

However, recent experience indicates lower va1ues, but not as low as
Table 3.1 indicates.

Karpati (1968) inc1udes some literature concerning weathering of sea
1ants. Among others the polysulfides are said to be resistant.to light,
oxygen and ozone. Furthermore the po1ysu1fides are sensitive to heat
and urethanes are sensitive to water. Si1icones are resistant to both
water and heat. These data are mainly from laboratory experiments.
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Another reference dealing with laboratory investigations regarding the
ageing properties of sealants is by Jagfeld (1968). Specimens of eight
different sealants were exposed to three different types of environments:
Normal climate +200 C/65% RH, Weather-Ometer, and an alternating climate
comprising heat, UV light, low temperature and alkaline water. Stress
strain curves were determined for the different specimens. All the
elastic sealants showed a decreased adhesion if they were exposed to
accelerated ageing. However, the sealant shape was very unsuitable for
tensile tests: The cross-section was 20 x 20 mm and the width 10 mm~ It
was difficult to make any general conclusions.

Lerchenthal and Rosenthal (1972) also reported results from accelerated
ageing tests. They worked with five brands of polysulfide-based sea
lants exposed to various kinds of accelerated tests. Comparison of the
physical characteristics of the sealants before and after ageing

showed that the changes observed were dissimilar and sometimes also
went in divergent directions.

In KUnzel et a"l (1975) resu1ts from both outdoor exposure and accelerated
ageing tests in laboratory were reported.

Three different sealants were investigated outdoors. One polysu1fide-,
one polyurethane- and one silicone-sealant. They were either protected
against sunlight, exposed to sunlight and at the same time either expo
sed to deformations or not deformed. It was decided that when testing
these sea1ants the most essential parameter is exposure to the sune
Consequently it is not necessary to expose the sealants to varying joint
movements at the same time.

From the accelerated ageing tests in the laboratory it was found that
heat had a great-effect on most of the sealants investigated.

More weathering tests of sealants are taking place in other p1aces.
E.g. Karpati et al (1977) describe a special weathering rack for sea

lants, where the sealant specimens are exposed both to normal climate
and to varying dimension changes.
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4. LABORATORY INVESTIGATIONS REGARDING AGEING OF SEALANTS

4.1 Eva1uation methods

The determination of the shape of the stress-strain curve according to

different forms of ageing has been used as the main method of evalua
tion. The specimens have been elongated at a rate of 1.5 mm/min and at
a temperature of +20C. At this temperature the e10ngation resistance
of the p1astic sea1ants increases especially after certain forms of
ageing.

The elongation rate 1.5 mm/min is much too high compared to those rates
which occur in most joints in the actual buildings (cf. Chapter B.2).
The rate great1y affects the form and level of the stress-strain curves.
The rate dependence is greatest where plastic sealants are concerned.
A completely elastic material is independent of the rate. However,

these matters are dealt with more thorough1y in Chapter B.3.3.

Consequently, the effects of the rate 1.5 mm/min on the resu1ts ob

tained are that the measured stresses are too high compared to cases
in real ity. Furthermore, a mainly plastic sealant may show too much of

an "elastic stress-strain curve", i.e. a curve without the characteris
tic maximum point typical for plastic sealants.

As the method has mostly been used for comparative determinations these

negative effects may be neg1ected. The positive effects are for example
more rapid tests and also a possibility of testing rather soft sealants.

When evaluated, all the specimens were extended 100%, which is less

than the permanent strain after rupture where the majority of the ma

terials are concerned. There are several reasons why deformation of up

to on1y 100% was chosen:

the length of the specimen has agreater effect on the test result

the greater the elongation

general ly, the adhesive stresses increase with increased elongation.

As the sealant is primari1y examined this can mean that adhesive
failure may occur and interfere with the comparisons
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100% e10ngation is very much on the safe s'!de compared to the defor
mation the materials are usually designed for.

When 100% elongation was reached the stress relaxation was registered
for about 10 minutes. One can suppose that a sealant which is mainly
plastic can show stress-strain curves up to 100% whith are similar to
those of an elastic sealant, cf. above. However, the determination of
the time dependence of the stress relaxation shows the difference be
tween an elastic and a plastic sealant.

The appearance and shape of the stress-strain curve supplies informa
tion regarding softening or hardening, brittleness, increased tempera
ture dependence etc. The test equipment used for this purpose is shown
i n Fi g. 4. 1a and b.

FIG. 4.1a Testing equipment for
sealants. C1imate
chamber closed. De
formation rate 0.001
-1.5 mm/min tension/
compression. Testing
temperature -25 - +70
°C.

Another way to evaluate changes in the sealants is to determine the
loss in volume and weight after different periods of time and kinds of
ageing. This determination of the loss in volume and weight supplies
information regarding the amount of volatile co~ponents, the thermo
stabil ity of the plasticizer, continued polymerization, de-polymerization,
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FIG. 4.1b Testing equipment for,sea1ants. Fixing of specimens.

and the changes in density. These determinations were made approximate
ly according to themethod NT Bui1d 015 "Determination of free shrink
age" (Gje1svik (1976)). The methodics are shown in Fig. 4.2.

FIG. ~.2 Measuring of weight loss and shrinkage.

One method, which is very simple to carry out, is the determination of
hardness by means of a Durometer. This method can be used for the main
ly elastic sealants. The more plastic ones are either too soft or show
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too high a degree of stress relaxation for the measurements to be impor
tant. Thus the instantaneous values in degrees Shore A have been deter
mined for all the mainly elastic sealants after different kinds of
ageing.

On data sheets from the different manufacturers of sealants the hard
ness values are very often given in terms of degree Shore A. As can be'
seen be1ow, the values found in this investigation frequently differ a
great deal from the values given by the manufacturers.

This may be due to at least three reasons. Firstly, there are many dif
ferent ways of determining this value. One can e.g. make the readings
instantaneously, after 15 seconds, after 1 minute etc. Because of the
stress relaxation and creep phenomenon in the sealants, these values
are completely different.

An example of how the Shore A-value depends upon the time factor is
shown in Fig.4.3when testing a couple of sealants (Andersson (1972)).
The time-dependence is naturally least for the most elastic sealant,
the silicone-based one.

·Shore A

30

2
25

20 3

4 ......
15

10
S 10 SO 100 200 300 500

Time, S Log scale

FIG. 4.3 Durometer characteristics for sealants at room temperature
after storing for six months at room temperature. The leve1
at which the curve is situated is a measure of the defor
mation resistance for loading times of different 1engths.
The inclination of the curve is a measure of the rate of
creep of the compound. The curves '/a re pract i ca 1'1 y stra i ght
l ines in this type of diagram •.
1= Po1ysulfide-based sealant type 1, 2= Po1ysu1fide-based
sea1ant type 2, 3= Silicone-based sealant, 4= Polyurethane
based sealant (Andersson et al (1972)).
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In Fig.4.4 the same relationship is shown for four other sealants in a
linear scale and with instantaneous readings. The curves are very simi
lar to the creep or stress-relaxation curves.

°Shore A

Silieone sealant

Polyurethane seatan1

Polysulfide sealant

Aeryl ie sealant

50 ~

\

~~------------J',.,-------------- -----

30

10
'-. -......... ...------.-._. ._.... -- ...- ... -",-",

10 30 SO 70 90

Time) seeonds

FIG. 4.4 Examples of Shore A-hardness as a function of time for four
different sealants. The sealants have been stored at +20 0C/
/50% RH five years before testing.

Secondly, the rate when setting the needle on the sealant gives diffe
rent values. Higher rates give higher values and vice versa, cf. above.
Thirdly, there is a trend among most of the manufacturers to give va
lues which are too low. These are looked upon as being better from a .
functional point of view. However, one cannot accuse the manufacturers
of not telling the truth, because sometimes the stated values are true~

However, if a Shore A-value is to be of any interest, the stated value
should be given according to a known test method, e.g. NT Build 005

(Gjelsvik (1976)).

Only an approximation of the changes can be obtained by photographing
the specimens before and after different periods of ageing. But, in
spite of this, this method has also been used to a certain extent.
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Scanning E1ectron Microscopy (SEM) photography has been used in some

experiments. These investigations were made at the Zoologica1 Institu
tion at Lund University.

4.2 Specimen size and shape

When examining the e1ongation resistance of sea1ants, discussions re
garding the appropriate shape of the specimens often occur. Where the
shape of the cross-section is concerned the width/depth relationship

should be as large as possible, in order to minimize the tensile stres
ses that occur and thereby the adhesion stresses. This is particular1y
true where main1y e1astic sealants are concerned. These matters have
been dealt with in a work by Tons (1962).

Where the length of the joint specimen is concerned, great strains on
a short joint will result in stresses, which are too small compared
with those they are exposed to in buildings.

Cook (1965) has dealt with these questions. Assuming the sealant is a
perfectly elastic material and with a square cross-section (l x l in.)
he found theoretically that, at an exten?ion of 100%, a specimen with
a length of 2 inche5 showed a principal stress 21.5% lower than the
infinite length specimen. The corresponding value for a specimen with

a length of 6 inches was about 10.5%.

In some experimental work he a1so determined the ultimate strain and
modulus of e1asticity. This work was carried out with 2-, 4-, and 6-in.
long specimens. Cross-section dimensions of the specimens were l 1/2
by 3/4 in. (probab1y width to depth). Exact1y how the modulus of elas
ticity was defined is not cleara In a book by Damusis (1967) Cook says
ilA tensile modu1us should be c1early defined. Classically, the modulus

of elasticity is' the value of stress at 100% strain. However, in elas
tomeric work, a 300% modu1us is often used ... ".

Judging the resu1ts, the modulus of e1asticity might have been defined
as the stress at 100% strain. Anyway, there was practica1ly no diffe

rence at all in the va1ues of modu1us for the different 1ength speci
mens tested.

At the time of the .investigations by Tons and Cook, other d.emands upon
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the ideal sealant were made as compared to nowadays. The sealants were

more rubber-like, showed a high degree of recovery and high stresse~

when extended. Many adhesion problems influenced the trend towards sof

ter sealants and a rather high degree of stress relaxation. For example

Tons (1962) made the assumption that the strain in the sealant along

the parabo1ic curve-in line is uniformly distributed. However, today
this assumption is probab1y not valid for many types of sea1ants. E.g.
the acry1ics do not ful fil this assumption and probab1y the soft po1y
su1fides do not either.

Tensile stress

Strain1%

FIG. 4.5 Princip1e stress-strain curve of a plastic sealant.

When the stress-strain curve is determined for a more p1astic sea1ant

one obtains a principal curve as shown in Fig. 4.5. Here the stress is

calculated in the usual way, i.e. by dividing the load by the origina~

cross-section. Where the more plastic sealant is concerned the elonga

tion is distributed unevenly a10ng the joint width (in the direction

of force). This means that most of the deformation takes place in the
weakest part of the cross-section. Consequent1y this part gradually

diminishes and thereby a1so the recorded 10ad. That is the reason why

the stress-strain curve produces a maximum point.

Because of the above mentioned change in philosophy when deve10ping

new sealants it was decided"to estab1ish the size effect on three com

mon sealants of different kinds. The estimation of the extent to which"
th~ specimen size affects occuring stresses was made on the fo110wing
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types of sealants:

l. One-component silicone sea1ant, 25-300 Shore A

2. Two-component po1ysu1fide sea1ant, approx 150 Shore A

3. One-component acry1ic sea1ant, solvent release

The cross-section was nomina11y 12 x 8 or 12 x 12 mm (width x depth).
The 1ength was 50, 80 or 150 mm. The specimens were stored at +200C/

/50% RH for 14 months before testing.

Before starting the testing, the true dimensions were measured. The
specimens were e10ngated at 1east 50% at +20 ~2 °c and at a rate of
1.5 mm/min. The e10ngation 50% instead of 100% was chosen in order to
reduce the adhesion problems and a1so the total forces occuring espe
cia1ly in the longer specimens. The resu1ts are shown in Figs. 4.6-4.9.
For the silicone sea1ant, which can be characterized as being e1astic,
the relative positions of the different specimens correspond we11 with
the positions expected, Fig. 4.6. For examp1e, in a case of 25% defor-

Tensile strctSS

MPa

0.4

0.3

0.2

al

Width- Depth - Length

12- 12 - 150
12- 12 - 80
12-12- 50
12- B- 150
12 - B-50
12 - 8 - 80

10 20 30 40 50

FIG. 4.6 The inf1uence of the specimen dimension on the stress-strain
curve for a silicone-based sealant of 14 months age.
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mation a specimen with a length of 50 mm shows about 7% less tensile
stress than one with a length of 150 mm. The difference will be some
what larger at 50% elongation.

Deformation speed: 1. S mm I min

Testing temperature: +20oC

Tensile stress

MPa

0.05

0.025

10 20 30

Widthx Depth. Length

12xlll' 50
12x 11)(80

{
12)t 7xSO
12" 7,,80

{
12 le 8,,150
12)(tl,,150

40 50
Strai n..o/o

Width x Depth x Length

FIG. 4.7 The influence of the specimen dimension on the stress-strain
curve for a polysulfide-based sealant of 14 months age.

Tensi le stress
MPa.----------------..,.-----,

Deformation speed: 1. S mm Imin

Testing temperature : + 20°C
0.05

0.025

10 20 30

12 )C 7 x 50
__-';;;;::~IIIII:==-.__ 12)( 8}{ 150

___. 1~12}{ 10 x 50
~ 12)( 8 x 80

\ 12" 10.5 x 80
12 )C 11 " 150

40 SO
Strain J

0/0

FIG. 4.8 The influence of the specimen dimension on the stress-strain
curve for an acrylic-based (solvent release) sealant of 14
months age.
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Where the more plastic polysulfide and acrylic sealants are concerned
the distribution of the results has produced a somewhat unexpected or
der in the curves, Figs.4.7-4.8. The distribution of the results domina
tes the effect of the specimen shape. E.g., for the acrylic sealant

the curve which was expected to be the highest was the lowest.

The results of this study were that the variation in specimen size was
of no significance for the measured stresses at deformations below
approximately 50% and for materials of a certain plasticity, i.e. for
most sealants.

For these reasons, the specimen size 12 x 12 x 50 mm was chosen. These
dimensions correspond well with the American, English, and German
standards. Asbestos cement, alternatively aluminium (grade SIS 41 04-6)
were used as block materials.

4.3 Sea1ants used in the investigation

When choosing between the different types of sea1ants to be inc1uded,
the purpose was to get as many types as possib1e represented, of those
which were used frequent1y when the investigations started. It was a1so

intended that these mat~rials which were comparatively unknownon the
market, but were expected to become increasingly used, shou1d be inc1u
ded. For example, two different types of po1yurethane based sealants
and one water dispersed acrylic sealant were inc1uded.

Furthermore, the purpose was a1so to make comparisons possib1e between
sealants of the same type (approximate1y the same polymer) but of diffe
rent formulations.

The final choice of materials was made together with the largest Swe
dish manufacturers of sea1ants. The choice is presented in Table 4.1.

Eight different materials of five different makes were used. The va
lues of the Shore A hardness have been taken from the information given
by the manufacturers. As can be seen no silicone sea1ant was included.
At that time (Autumn 1973) there were very few silicone sealants on the
market and the low-modulus ones had not yet been introduced.



30

TABLE 4.1 Different types of sealants in the investigation

Material Kind of binder Number of Note
No. components

1 Po1ysulfide 2 Hardness ......130 Shore A

2 Po1ysulfide 2 Hardness ~Oo Shore A

3 Polyurethane l Hardness ......250 Shore A

4 ...... Polyurethane 2 Hardness ......180 Shore A

5 Acry1ic 1 Solvent release

6 Acry1 i c l Solvent release

7 Acry1ic l Water dispersed
Hardness ......150 Shore A

8 Oleo-resinous 1

4.4 The effect of thermal action on sealants

4.4.1 Introduction

For several reasons a comparatively thorough study was carried out

concerning the temperature influence on the ageing and deformation
properties of the sealants; storing in heat, frequently at +700 C, is
used fairly often in laboratories in order to accelerate the ageing of
the sealants. This method is also very easy to carry out.

Three of the sealants were studied more thoroughly than, the others.
These were materials Nos. 1,3, and 6. From a hardening or curing point
of view these materials represent three different types of sealants:
2-component chemically curing, l-component chemically curing, and 1
component chemically curing/drying sealant respectively.

+200 C/50% RH was used as the standard climate. Heat ageing was carried

out at +400 C and +700 C. Heat storage normally started after 7 days in
the standard climate. However, in some cases the heat ageing also star~

ted after 21 days. Some undesirable effects can occur if the heat sto
rage is started too early. For examp1e, blisters may form in sealants

containing soivents (Bursträm (1977)).

Heat can affect sealants in many different ways, depending e.g. upon
the type of binder. Such effects are continued polymerization, de-poly-
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l
FIG. 4.9 SEM-photograph of the surface of a polysulfide-based sealant

stored at +20 0C/50% RH. Enlargement 600x. Photo: The Zoolo
gical Institution of Lund University.

merization, oxidation. Fig. 4.9shows the surface of a polysulfide sea
lant stored at +20oC/50% RH. If the same sealant is heat-aged at +70oC
for 21 days the material changes. The surface can be seen on Figure 4.10.

Obviously a chemical change has taken place in the sealant. In spite of
there not being any movements there are·a lot of cracks on the surface.
These cracks will induce stress-concentrations, where cohesive failure
may start when the sealant is elongated.

E
E

FIG. 4.10 SEM-photograph of the surface of a heat-aged (21 days at
+70 0C) polysulfide-based sealant. Enlargement 600x. Photo:
The Zoological Institution of Lund University.
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4.4.2 Results

The results for Material No. 1, a two-component polysulfide sealant~ are
summav-ized in Fig. 4.11. 650 is thetensile stress at 50;; elongation.
As can be seen there is a slight increase in the hardness of material
stored for an increasing length of time in a normal climate+200C/50%
RH. The sealant is unaffected by the heat-ageing at +400 C. However, heat
ageing at +70 0C made the material softer! This is very surprising as
so far, experience has shown that polysulfide sealants usually become
harder when heat aged.

(jso
MPa

=1: -o'. )(4._- .. - .- X-.A..;...._---Hor,...------o---,
~ 0'-·-·-><_·

x
-L. -' __

, -.-----1-:----- .---.--
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10 30 SO 70 90 110
Time l days

FIG. 4.11 Tensile stress at 50% elongation (= 050) for Material No. 1.
as a function of storing time at different temperatures.
Initial storing: 7 days at +20 °C/50% RH.

Fig. 4.12 shows the stress-strain curves after 7+56 days. The softening
after heat-ageing at +700C is fairly evident. In Fig. 4.13, showing the
stress-strain curves after almost three years at different temperatures,
the softening after heat-ageing at +400C is also evident.

The same pattern was repeated when heat-ageing was started after 21
days initial storage in the normal climate, i.e. the result is indepen
dent of when the accelerated ageing was started.
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FIG. 4.12 Stress-strain curves for Material No. 1 after heat-ageing
at different temperatures. Deformation speed: 1.5 mm/min.
Testing temperature: +2 °C.
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FIG. 4.13 Stress-strain curves for Material No. i after about three
years at different temperatures. Compare Fig. 4.121 Defor
mation speed: 1.5 mm/min. Testing temperature: +2 0C.

By means of determining the hardness in °Shore A it was almost impos
sible to detect the softening, Fig. 4.14. The distribution among the
readings when using this method was too great. Note also that the value

o .
of 13 Shore A as stated by the manufacturer does not correspond satis-
factorily with the measured values. A more accurate value is approxima
tely 250 Shore A.
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FIG. 4.14 Instantaneous Shore A-values for Material No. 1 as a function
of storing time at different temperatures.lnitial storing:
7 days at +20 0C/50% RH.
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FIG. 4.15 Stress-strain curves for Material No. 2 after heat-ageing at
different temperatures. Deformation speed: 1.5 mm/min. Tes
ting temperature: +2 0C.
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However, if by his statement the manufacturer refers to the value e.g.
after 15 seconds, his value might be reasonable. Anyhow, if a value is
to be of any use, the method should also be given.

The other polysulfide-sealant, Material No. 2, is formulated in another
way. The polymer content is higher compared to Material No. 1 and the
hardness is approximately 400 Shore A. The adhesion properties were
found to be very poor sometimes. This interfered with the comparisons.

Fig. 4.15 shows the effect of heat ageing. In this case there is also
a definite tendency to a decrease in the elongation resistance after
storage at +70 0C. With the aid of the Durometer this tendency was not
evident.

When tests were carried out after longer periods of heat ageing, there
were different results. Fig. 4.16 shows the stress at 50% elongation as
a function of time at different temperatures. The pattern is very irre
gular. There is a tendency to increased hardness due to continued
curing at +200C/50% RH. There is also a tendency to increased hardness
due to heat ageing, but the values after about 1000 days at +400C
derange the conclusion.

0.6

x

• 9

0.5 •

• o + ZO° e/50 %RH x
• x +40°C *

'---__-'-----I._--I.-_..L----...._-.....__+ 7.1.-

0

_°C--..I.-_'""""------" ~
9070503010 110 "'1000

Time) days

FIG. 4.16 Tensile stress at 50% elongation (= aSa) for Material No. 2
as a function of storing time at different temperatures. Ini
tial storing: 7 days at +20 0CjSO% RH.
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FIG. 4.17 Tensile stress at 50% elongation (= 050) for Material No. 3
as a function ofstoring time at different temperatures. Ini

ttial storing: 7 days at +20 0C/50% RH.

Fig. 4.17 summarizes the results of the heat ageing of Material No. 3,
the one-component polyurethane sealant. The sealant cures with the aid

of moisture .in the air. (The curing mechanism is e.g. described by
Evans and Greene (1976)).

The curing rate is very slow and it still continues after three years
in a climate of +200C/50% RH. If the temperatur.e is increased there is
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a remarkable increase in the hardness in Spit2 of the relative humidity
being very low at the higher temperatures. The ~~elative humidity is
about 10-15% at +40oC and about 3% at +700 C. The increase in hardness

is not linearly dependent upon the rise in temperature. But it is
possible to compare the increase in hardness after heat ageing at +400C
to the hardness after storing in a climate of +200C/50% RH. E.g., take
the value of 0.2 MPa. This value is reached after about 20 days at +400 C,
and after about 80 days at +200 C (besides the initial 7 days in a cli
mate of +200 C/50% RH). This relationship is valid almost throughout the

entire range of time studied. The factor 4 (= ~) agrees very well with
the one expected when using the rule of thumb: A temperature increase
of 10°C doubles the rate of a chemical reaction.

The results are the same whether the heat ageing is started after 7 or

21 days at +20 0C/50% RH.

Tens'lle stress
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FIG. 4.18 Stress-strain curves for Material No. 3 after heat-ageing at
different temperatures. Deformation s~eed: 1.5 mm/min. Tes
ting temperature: +2 0C.
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In Fig. 4.18 examp1es are given of the stress-strain curves after 56
days at different temperatures. The corresponding curves after about
three years at +20 or +400C are shown in Fig. 4.19. The sea1ant stored

at +700C during this period was very britt1e due to an increased cross
linking, and showed dis-colourationand a high degree of shrinkage. From
Fig. 4.19 it is evident that the sea1ant has become veryelastic and it
a1so shows a strain-hardening effect at higher e10ngation.
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FIG. 4.19 Stress-strain curves for Material No. 3 after about three
years at different temperatures. Compare Fig. 4.18! Deforma
tion speed: 1.5 mm/min. Testing temperature: +2 0C.

Material No. 4 is a two-component sea1ant based on a po1yurethane-po1y
epoxide co-po1ymer. Some resu1ts are shown in Fig. 4.20 after heat age
ing at different te~peratures. After storing in a climate of +200C/50%
RH the sealaht shows a small continued increase in hardness during a
long period of time. The heat ageing has a very slight effect on Mate
rial No. 4. But if the heat ageing continues "too long at +700C chemical
ly changes occur in the sealant. Thus, after almost three years at +700C
the sealant was reverted.
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FIG. 4.20 Tensile stress at 50% elongation (= 050) for Material No. 4
as a function of storing time at different temperatures. Ini
tial storing: 7 days at +20 °C/50% RH.

Stress-strain curves after heat ageing for 28 days at different tempe

ratures are shown in Fig. 4.21.

TensilQ stress °Shore A
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+40· C
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FIG. 4.21 Stress-strain curves for Material No. 4 after heat-ageing at
different temperatures. Deformation speed: 1.5 mm/min. Tes
ting temperature: +2 0C.
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Material Nos. 5 and 6 are both aerylie sealants, type solvent release.
However, the polymers differ greatly in strueture and properties. They
eure nr harden ehiefly beeåuse of the evaporation of their solvent eon
tent. This is partieularly true where Material No. 5 is eoneerned. For
Material No. 6 it is claimed that a portion of the eure is a result of
the ehemical reaction; a eontinued polymerization of the binder.

80th these sealants are thermoplastics. They beeome considerably harder
at low temperatures and reveal the typieal stress-strain eurve of a
plastie sealant. Fig. 4.22 shows this for Material No. 5. Naturally the
stress relaxation is also very pronouneed.

In this ease, the heat ageing started after 7 days at +20oC/50% RH. At
that time the material still eontained a large quantity of solvent, ef.
Chapter 4.9. When the heat ageing started, the solvent evaporated ra
pidly thus forming many large pores, ef. Fig. 4.23. This probably means
that the stress-strain eurve for the heat aged material in real ity is
higher than that shown in Fig. 4.22.
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FIG. 4.22 Stress-strain eurves for Material No. 5 after heat-ageing at
different temperatures. Deformation speed: 1.5 mm/min. Tes
ting temperature: +2 0C.
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~I
FIG. 4.23 Fracture surface of a specimen of Material No. 5 (acrylic

based, solvent release) heat aged 56 days at +70 °C. Initial
storing: 7 days at +20 °C/50% RH.
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FIG. 4.24 Tensile stress at 50% elongation (= (150) for Material No. 6
as a function of storing tim~ at different temperatures. Ini
tial storing: 7 or 21 days at +20 °C/50% RH.
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The other acrylic sealant, Material No. 6, also showed a considerable
increase in deformation resistance after heat ageing. Fig. 4.24 summa
rizes the results from the-stress-strain determinations. The tensile
stress at 50% elongation is plotted as a function of time in different
climates. At +200 C/50% RH there is a very slow increase in the elonga
tion resistance.

Heat ageing at +40 0 C increases the hardness to a certain extent, while
heat ageing at +70 0C has a considerable effect upon the tensile stress

at 50% elongation. However, there is a large scatter among the values.
This depends mainly on adhesive cracks and to some extent on cohesive
cracks which occurred after a long period of storage at +70 0C. These
types of cracks occurred when heat storage started after 7 and after 21
days at +20 0C/50% RH.

Fig. 4.25 shows stress-strain curves after 14 days of heat ageing and
after about three years in a climate of +20 0 C/50% RH. No stress-strain
curves are shown after 56 days of heat ageing at +70 0C. This is because
partial adhesive failure usually occurred after such a lengthy heat
ageing, irrespective of whether the heat ageing started after 7 days or
after 21 days in a normal climate.
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FIG. 4.25 Stress-strain curves for Material No. 6 after heat-ageing at
different temperatures. Deformation speed: 1.5 mm/min. Tes
ting-temperature: +2 0C.
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Comparing Fig. 4.25 to Fig. 4.22, it is obvious that the different bin
ders in the two aerylie-based sealants No. 5 and No. 6 also greatly
affeet the stress-strain properties of the sealants. Though both sea
lants can be eharaeterized as being plastie sealants (ef. Chapter 1),
Material No. 6 does not show sueh a large neeking as Material No. 5.
Furthermore, the stress-relaxation is great, but not as great as that
for Material No. 5.

Material No. 7, a water dispersed aerylie sealant, differs eonsiderably
from both of the solvent based sealants whieh were diseussed above. This
sealant has a pronouneed elastic behaviour, see Fig. 4.26. However, the
great relaxation also reveals a large plastie portion in the sealant.
The increase in hardness after storing for a long time in the normal
climate is probably due to loss of water and plastieizer, ef. Chapter
4.9~ This change is almost the same when the material is stored at +400 C.
But if the sealant is heat aged at +700C the elongation resistance is
almost doubled.
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FIG. 4.26 Stress-str~in curves for Material No. 7 after heat-ageing at
different temperatures. Deformation speed: 1.5 mm/min. Tes
ting temperature: +2 oC.
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A great many results from work carried out on this sealant were spoiled
due to poor adhesion properties. Particularly when aluminium was used
as a substrate.

However, this material is sufficiently elastic for the hardness values
in °Shore A to be important. At the same time one can avoid the adhesion
problems. Therefore, in Fig. 4.27 the Shore A values are shown after
different times in a variety of climates. When stored at +200 C/50% RH
the hardness of the sealant continues to increase as the water evapo
rates. This increase continues for a long period of time.

When the temperature is raised, the evaporation is naturally quicker.
Therefore the hardness is increased when the sealant is heat aged at
+40 0C or +70 0C. But, in the long run, an asymptotic value seems to have
been reached.
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FIG. 4.27 Instantaneous Shore A-value for Material No. 7 as a function

of storing time at different temperatures. Initial storing:
7 days at +20 °C/50% RH.

Material No. 8 is an oil based sealant. Most of its properties differ
considerably from those shown for the previous materials. For example
the c~ring time, the curing mechanism, the way in which the material
fulfills its·sealing function are different. These facts also mean that
it is rather a complicated matter to carry out laboratory tests with
this kind of sealant.

Af ter the application, oxidation starts on the surface and a somewhat
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ducti1e skin is formed. During varying joint movements the skin surface
becomes wrink1ed, and works like concertine bellows. The material func
tions we1l as long as this skin remains intact as it prevents continued
oxidation of the inner part of the sealant.

The effect of heat ageing is shown in Fig. 4.28. As the curing rate is
very slow, stress-strain curves after 91 days of heat ageing are shown.
The position of the stress peak has moved towards a somewhat lesser
elongation after heat ageing. This is due to the fact that the rise in
temperature increased the thickness of the skin at the same time as a
certain oxidation took place in the centre of the sealant. The skin
cracks at a certain elongation. This means that the continued elonga
tion of the joint width will take place in the part of the centre where
the surface crack entered. Furthermore, the heat ageing also caused oxi
dation to a certain extent in the centre. Therefore its ability to
distribute the elongation decreased.
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FIG. 4.28 Stress-strain curves for Material No. 8 after heat-ageing at
different temperatures. Deformation speed: 1.5 mm/min. Tes
ting temperature: +2 oC.

The ability of an oi1 based sealant to function is, apart from the duc
tility of the skin, also greatly dependent on the fact that the thick
ness of the surface skin does not increase too quickly.



46

The thickness of the skin was therefore determined at different times

and after storage in different climates. A scalpel cut was made through
the sealant. By using a magnifier the skin thickness was determined to
an accuracy of 0.05 mm.

Fig. 4.29 shows the skin thickness as a function of time. For material
stored at +200 C/50% RH the relation is approximately a straight line in
the log-log diagram. Empirically the equation of this line is
S ~ 0.03.tO.4B . The exponent agrees with the well-known relation x = c·{t
where c is a constant and t the time. This expression is approximately
valid for chemical attack, e.g. carbonatization of concrete.

When storing the sealant at an increased temperature oxidation naturally
takes place quicker. Consequently the thickness growth of the skin is
also quicker.

Skin thickness
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x +40°C

• +70°C

'V UV storing + 20°C
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Time, days
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t =29 d +20°C/50% RH

236 d +40°C
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s ~ 0.03 • t 0.48
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0.1

FIG. 4.29 Surface skin thickness as a function of storing time at +20 °C/
50% RH for Material No. B. Example of calculating the equiva
lent time at +20 °C/50% RH for materialstored at +40 °C. The
values of materialstored at +40 and +70 °c are calculated values
to equivalent times at +20 0C/50% RH according to the example in
the Figure.
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With the aid of the skin thickness, measured after storage at +40oC and
+700 C, the real storage times at respective temperatures were recalcula
ted to the equivalent times at +200 C/50% RH. The calculations are shown
in one example in the Figure. The point S = 0.85/t = 265 (29 days at
+20 0C/50% RH and 236 days at +400C) has, according to the Figure, an
equivalent hardeni~g time of about 850 days at +200 C/50% RH. Suppose
that the skin growth is x times quicker at +400 C than at +200C/50% RH,

then

29 + x·236 = 850
X R1 3.5

The average value for the corresponding calculations for a number of
other points was about 4. The calculations for specimens stored at +70oC
resulted in a growth factor of about 22.

The heat ageing of Material No. 8 causes an increased rate of oxidation.
As this is a chemical process, the values 4 and 22 could be compared to
those one obtains when using the thumb-rule: The reaction rate of many
chemical processes is doubled when the temperature is raised about 10°C.
Using this simple !ule one obtains a s~rprisingly good correlation as
the values are 4 and 32 respectively!

Having recalculated the actual times in the different climates to equi
valent times, the values of the heat aged specimens were plotted (x and
.) in the Figure.

Consequently it is possible to say that heat storage at +40 0 C results
in ageing which is 4 times faster. than storage at +20 0C/50% RH. The fac
tor 22 is valid for heat ageing at +700C. However., the time at +70 0C
must be 1imited· to approximately 100 days. Because in the long run, such
a high temperature will result in an oxidation and a considerable in
crease in the viscosityat the centre, regardless of the growth of the
thickness of the skin. This does not occur in a normal climate.

4.4.3 Discussion

As has been shown, all sealants, except Materials Nos. r and 2, showa
varying increase in the hardness after'different forms of heat ageing.
Usually, this effect is due to either a loss of plasticizer or a chemi
cal change of the binder (Chapter 2.2).
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Regarding Material No. 1 there is an evident decrease in the h~rdness.

This unexpected change is difficult to explain. Usually "Thikol LP-32 11

or "Thiokol LP-2" is used as a binder or sometimes a mixture of the two.
In previous investigations concerning polysulfide sealants from other
manufacturers it has been quite clear that heat ageing causes an in
crease in the hardness. Also in Peterson et al (1976) results with both
these polymers show an increase in the hardness.

For Material No. 1 there might have been ,a depolymerisation or another
chemical change of the binder. However, the re~son for this is diffi
cu1t to find without knowing the formu1ation of the sea1ant.

Material No. 2 is also based on a polysulfide binder. The polymer con
tent is higher compared to Material No. 1. The effect of heat ageing is
not quite c1ear, but the main conc1usion must be that this sealant is
almost complete1y·unaffected by heat ageing.

Material No. 3 showed a great increase in hardness after heat ageing.
This was to some extent probably due to an increased cross-linking of
the polymer. But other results also occur during the heat ageing. In
Chapter 4.9.2 a rather 1arge shrinkage is revealed. This cou1d be due
to a loss of solvent and/or a loss of p1asticizer.

Material No. 4 showed a moderate increase in the hardness. On examining
the curing as a function of time at +20oC/50% RH it was found that it
was not quite comp1eted after 28 days. Therefore, the increase in the
hardness after heat ageing cou1d be due to an accelerated curing.

Material No. 5 contains 14% sol~ents. In Chapter 4.9.2 it is shown that
this amount evaporates very slowly at +20oC/50% RH. Thus, the remaining
amount acts as a p1asticizer. That is why the sea1ant is so soft when
tested after storing in a normal climate.

It is the same where Material No. 6 is concerned. Apart from this, the
heat ageing may a1so have acce1erated the chemical curing of the sea1ant.

Where both these acrylic sealants are concerned, it must be pointed out
that the heat ageing ought not to start too early. 21 days at +200C/50%
RH is not sufficient. Maybe they should be stored for almost 56 days
in a normal climate before the heat ageing is started. The young sea-
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lant has too much solvent left and a low viscosity. This combination
may very easily result in cracks and "bubbles if the temperature is rai
sed. Therefore, these sealants should not be used in a soutern or wes
tern facade on a sunny summer day.

Material No. 7 hardens when the water evaporates. The equilibrium mois
ture ratio is naturally higher when the sealant is stored at +200C com
pared to +700 C. The water acts as a plasticizer after storing at the
lower temperature. Another mechanism is that at the higher temperature
a type of sintering of the polymer particles may occur forming a closer
structure of the sealant which to a certain extent also explains the
steep increase in the hardness after heat-ageing (Figs. 4.26 and 4.27).
A loss of plasticizer is a third explanation.

As has previously partly been discussed, where Material No. 8 is con
cerned, the rate of oxidation takes place more rapidly when the tempe
rature is increased. This oxidation forms a thicker and harder skin,
Fig. 4.29, which explains the higher levels of the heat-aged curves in
Fig. 4.28. The sealant contains vegetable oil as a binder and there
could also be some solvent in the material, (cf. Chapter 4.9.2). The
loss of solvent naturally contributes t6wards a harder material.

The use of heat storing as a means of accelerating the ageing of the
different sealants has proved to be useful in some cases. For example,
for Material Nos. 3 and 8 connections have been observed between natu
ral and accelerated ageing. However, there are some pitfalls present
(Material No. 1). These make general conclusions dangerous. Questions
regarding these matters are discussed in Chapter 7.

4.5 The effect of moisture and alkalineaction on sealants

4.5.1 Introduction

The action of moisture and alkali was studied by storing the specimens
at +200C on asponge saturated with de-ionized water or a Ca(OH)2 solu
tion. This procedure could, for example, be similar to when a back-up
material for some reason or other becomes saturated with water. The
alkalic environment could arise in practice if a joint is located
between concrete elements.

The pH-value of the de-ionized water was kept at 4-6 while the intended
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value of the alkalie solution was 11. Aeeording to Grunau (1968) this
eould be a reasonable value similar to that of a eonerete surfaee. How
ever, the value dropped a ~ittle during the experiments. On the average

the ph-value for the alkaline baths was 9-10.

The sealants were initially eured/hardened for 7 or 21 days at +200 C/50%
RH before storage in the baths started. Testing was earried out after

14, 28 and 56 days of storage.

4.5.2 Results

All sealants showed a varying degree of water absorption and swelling
during storage in the water or alkaline water environment. It was about
the same level in both eases, ef. Chapter 4.9.2. In some eases this
water absorption resulted in a softening of the sealant. The water ae
ted as a plastieizer.

However, for Material Nos. 1 and 2 there were no signifieant effeets of
water and alkali exposure. Fig. 4.30 shows the stress at 50% elongation
as a funetion of time in water or alkaline water for Material No. 1.
This Figure may be eompared to Fig. 4.11. It is obvious from the Figures
that there are no signifieant differenees in the results.

0'50

MPa

0.2

0.1
o Storing in water, +20oC
6 l, alkaline water

J
+ 20°C

SO40302010 60
Time; days

FIG. 4.30 Tensile stress at 50% elongation (= a50) for Material No. 1
as a funetion of storing time on water and alkaline water. Ini
tial storing: 7 days at +20 °C/50% RH.

Material No. 3 showed a large swelling eaused by water absorption (Chap
ter 4.9.2). This resulted in a softening of the sealant. If the material
had been allowed to dry out, the previous water and alkaline storage
would have resulted in a eonsiderably larger inerease in hardness than,
for example, heat ageing at +400 C, Fig. 4.31 eompared to Fig. 4.18.
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FIG. 4.31 Stress-strain curves for Material No. 3 after storing at +20 °C/
/50% RH, on water and alkaline water. Deformation speed: 1.5
mm/min. Testing temperature: +2 °C.

As Material No. 3 is cured by the air humidity it is natural that the

water storage decreases the curing time.
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For Material No. 4 storage in water and alkaline baths resulted in a
certain softening. This is shown in Fig. 4.32. It depends on the fact
that the material absorbs a certain. amount of water during storage, Chap
ter 4.9.2. When the sealant was allowed to dry out it regained its
lInormalII elongation resistance.

There are no stress-strain curved to be shown for Material No. 5. This
is due to the plasticity of the material and the fact that the material
produces such a small deformation resistance that any possible differen~

ces are difficult to evaluate in this way. In Chapter 4.9.2 a certain
amount of swelling is revealed when the sealant was stored in an alka
line bath.

Material No. 6 is also mainly plastic, but in Fig. 4.33 stress-strain
curves are shown after storage in water and alkaline. If the curves are
determined immediately after storage, it is obvious that the seålant
has softened. This depends on the water absorption. An ocular inspec
tion also showed that the joint profile had expanded and that the sur
face had started to break up. The latter was the case particularly
where alkaline storage was concerned. If the specimens were allowed to

Tensila stress
MPa

21 + 56 days

Storing in ai r + 20°C

II "water + 20
0e

II alkaline watflr + 20° C

\
"----------1 ..::::::::,. '-....----=-=-- .

",- - ----
/ ------.- .---- --- ---/./ .-- .-- ---- ---JI. . --....--l' .--.--.

f

0.1

75 100 2 4 6 8 10

Strain.l°/. Time) min

FIG. 4.33 Stress-strain curves for Material No. 6 after storing at +20 °C/
/50% RH, on water and alkaline water. The both upper curves are
valid for specimens which were allowed to dry three weeks after
the water and alkaline water storage. Deformation speed: 1.5
mm/min. Testing temperature: +2 °C.
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dry out, the result was an increase in hardness of the sealant instead
(Fig. 4.33).

Material Nos. 7 and 8 were both found to be very sensitive to storage
in water and alkaline water. They showed a very rapid water absorption,
cf. Chapter 4.9.2. Therefore there was no point in determining stress
strain curves for these materials.

4.5.3 Discussion

It is evident that water, the element which sealants are supposed to
protect us against, has a great effect on most sealants. Therefore, sea
lants must be protected against long-time contact with water. In the
design of a joint, back-up materials which might absorb water should be
avoided.

For many sealants contact with water led to a water absorption and a
softening which were reversible. However, Material Nos. 6-8 should not
be used even where there is a risk for just a short-time contact with
water, especially if there an alkaline influence is present.

Today, sealants similar to Material No. 7 are marketed as suitable for
most types of joints. As is the case where all building materials are
concerned, this universal use is not to be recommended.

4.6 The effect of radiation action on sealants

4.6.1 Introduction

When observing the effect of radiation, the purpose was to examine only
the effect of UV radiation on the sealants. However, most of the avai
lable UV sources had a large part of their energy outside the UV range.
Therefore a low effect lamp was chosen (type OSRAM HNS 15 W, ozone free).

Six of these light sources were placed in a cylinder where specimens
could be fixed on the inner wall. The temperature in the cylinder was
maintained constant;y at about +20oC.

Storage in UV light was started after 7 days initial curing/hardening
at +20oC/50% RH. For some of the sealants testing was carried out after
14,28 and 56 days in·UV light. Same sealants were also stored for a
longer period of time.
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4.6.2 Results

Generally speaking, the UV radiation only slightly affected the sealants.
For example, this was in the form of a change in colour, a dull surface,

wrinkling and in certain cases eraeking.

As an example of the latter, Fig. 4.34 shows a SEM photograph of a
polysulfide sealant exposed to UV radiation for 21 days. The eraeking

E
E
d

FIG. 4.34 SEM-photograph of the surface of a polysulfide-based sealant
UV-irradiated for 21 days. Enlargement 600x. Photo: The Zoolo
gical Institution of Lund University.

IG. 4. of a cut through a UV-irradiated polysulfide
to Fig. 4.34. Enlargement 120x. Photo: The

on of Lund University.
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appears to go deep into the sea1ant. A cut through the material, Fig.
4.35, shows that the effect of the UV radiation is of a very superficial
nature. However, it is both possible and probable that this effect con
tributes in the long run to an increased cracking when UV light is com
bined with varying joint movements, cf. Chapter 5.3.

Using the stress-strain curve as an evaluation method, it was not
possible to reveal any crackings. The cracks were probably too shallow
to be seen on the stress-strain curve.

However, an example of the results will be given. Fig. 4.36 shows the
stress at 50% elongation after different periods of UV light exposure.
This Figure should be compared to Fig. 4.11. There is no significant
difference between the measured stresses even after long periods of UV
exposure.

(150
MPar-------------------------..,
0.2 ~

-~-~----~--~-----~

0.1 ~

l , I I I I

10 50 100
Time, days

FIG. 4.36 Tensile stress at 50% elongation (= a50) for Material No. 1
as a function of storing time in UV-llght. Initial storing:
7 days at +20 °C/50% RH.

Ocularly, there were some surface changes on all sealants. These changes
are described in Table 4.2.

The sealant which showed the smallest changes due to the UV exposure
was Material No. 4. Therefore some SEMphotographs were. taken of the
surface of a specimen exposed to UV ra~iation during 28 days, see Fig
4.37. The sealant was tested, i.e. elongated to 100%, before the pic
ture was taken. There is an obvious crack pattern due to the uv expo-
sure.
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TABLE 4.2 The effect of UV radiation on the sealants

Material Surface change
No.

1 Dullness

2 Dullness

3 Dullness; eraeking visible with the naked eye

4 Dullness

5 Dullness; formation of a skin; small cracks

6 OJ II II II II Gt

7 Dul1ness; very small cracks

8 Oullness; formation of a wrinkled skin

FIG. 4.37 SEM-photograph of the surface of Material No. 4 after UV-ir
radiation for 28 days. Initial storing: 7 days at +20 DCI
150% RH. The specimen has been elongated 100% before photo
graphing. Enlargement 240x. Photo: The Zoological Institution
of Lund University.

4.6Q3 Discussion

As has been shown the effects of the UV irradiation itself are very
small, almost negligible: Hut, when ehoosing appropriate UV sources for
studying the effect of UV radiation,it is important to choose a reaso
nable UV source. Different types of materials absorb radiation of diffe-
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rent wavelengths. Therefore~ it is possible that an incorrectly chosen
UV source hits some types of material unnecessarily hard or, on the
other hand, favours some UV-sensitive materials~ Because of this, it
would be interesting to try other UV sources as well and furthermore,
also combine the UV light with e.g. water, cf. Chapter 4.8.

4.7 The effect of ozone action on sealants

4.7.1 Introduction

The effect of ozone has been studied on all the sealants shown in Table
4.1. In literature it has been pointed out that ozone cracking only
occurs if a rubber material is elongated, that is, it has an internal
tensile stress. Some'of the chose~ sealants wete regarded as being much
too plastic for the elongation to be of any value. For this reason, the
sealants were divided into two groups, according to Table 4.1:

Group I, comprising mainly elastic sealants, consisted of Materials Nos.
1-4 and Material No. 7.

Group II, comprising mainly plastic sealants consequently consisted of
Materials Nos. 5-6.and Material No. 8.

In spite of group II comprising sealants without tensile stresses it
was considered to be of interest to study if any other effects of ozone
might occur.

The other test conditions had to be adapted to the standards valid for
this range. These included e.g. ozone level, time and storage tempera
ture (+300C). The test plan for the effect of ozone is shown in Table
4.3.

The specimens which were to be stored under tensile stress were elonga
ted in the laboratory'before they were transporte~ to the rubber fac
tory where the ozone exposure was carried out. Where these specimens
~re concerned, it meant that the stress built up in the sealants .had
time to relax to a certain extent before the exposure began. In order
to estimate the amount of stress relaxation, dummy specimens elongated
25 or 50% were used.
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TABLE 4.3. Test of ozone resistance, experimental plan

VARIABLES LEVELS NOTE

J
Ozone content 50 pphm I

200 pphm

Age 35 days Half the number of specimens were
heataged 14 days at +70oC

Time 1x96 h

Deformation 0% Sealants in group No. I and II

25% Sealants in group No. I

50% Sealants in group No. I

After the exposure the specimens were inspected ocularly. Stress-strain
curves were determined and some SEM photographs were taken for a couple
of the sealants.

4.7.2 Results

Adhesive failure was frequent on specimens which were kept under elonga
tion during the exposure. This was especially the case for Material Nos.
1,2 and 7. Of these specimens,those which were heat aged in advance
usually showed better adhesion.

No effects of the ozone on materials that were not elongated were ob
served. Of the elongated specimens only both the polysulfide sealants
were affected by ozone, and the tendency was fairly evident: The "lar-·
gest cracks and the most frequent ones appeared in the harder sealant,
Material No. 2. Furthermore, the most severe effect occurred at 50%
elongation and at an ozone concentration of 200 pphm.

Fig 4.38 valid for specimens of Material No. 1 elongated 50% during the
ozone exposu're, shows a certain decrease in the deformation resistance
to the highest ozone content. The reason for this is shown in Fig 4.39.
The specimen shows typical ozone cracks oriented at right angles to the
direction of the elongation.

Fig. 4.40 shows that ozone cracks in Material No. 2 occurred both at
25 and 50% elongation at 200 pphm.
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FIG. 4.38 Stress-strain curves for Material No. 1 after storing at 50%
elongation and different ozone levels. Deformation speed:
1.5 mm/min. Testing temperature: +2 oC.

FIG. 4.39 Heat aged specimens of Material No. 1 after storing at an
ozone concentration of 200 pphm. The specimen to the left
elongated 25% and the specimen to the right 50% at the ozone
exposure.

FIG. 4.40 Heat aged specimens of Material No. 2 after storing at an
ozone concentration of 200 pphm. The specimen to the left
el ongated· 25% and the spec imen to the. ri ght 50% at the ozone
exposure.

~I
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Some SEM photographs were taken of a couple of sealants in order to see
if any changes in a micro scale c.ould be detected. As an example Fig.
4.41 shows the surface of Material: Ho. 4. The sealant was stored elonga
ted 50% at 200 pphm. After that the stress-strain curve was deterrnined
in the usual way, i.e. up to 100% elongation. Ocularly; the sealant did
not show any cracks or failures. Apparently some cracks did occur and
they passed between the small "mountains" as seen on the Figure. These
mountains consist of filler particles. The cracks are not caused by
ozone exposure, as corresponding photographs of specimens not exposed
to ozone showed the same crack pattern.

E
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FIG. 4.41 SEM~photograph of the surface of Material No. 4 after storing
at 50% elongation and an ozone concentration of 200 pphm.
The specimen has been elongated 100% before photographing.
Enlargement 600x. Photo: The Zoological Institution of Lund
University.

4.7.3 Discussion

The only sealantswhich were found to be affected by ozone exposure were
Material NoS. 1 and 2. These sealants both contain polysulfide as a
binder. In Damusis (1967) it is said i1that polysulfide,sealants have
excellent resistance to ozone, ageing, .• ~II. In spite of this, results
of ozone eXPQsure have been found here.

It iS,not impossible that the ozone exposure also affected other sea
lants. According to Dolezel (1978) a brittle surface layer forms on many
polymeric materials during ozone influence. This layer prohibits further
diffusion of the ozone into t~e material, and therefore the attack
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ceases. However, with the evaluation methods ~s~d here, the results have
not been possible to detect and are therefore negligible.

As has been shown, both the degree of elongation and the ozone concentra
tion as well as the type of polymer affect the results. The chosen le
vels of both can naturally be discussed. However,elongations of 25 and
50% are fairly reasonable and may occur in practice. An ozone content
of 50 pphm may also occur in practice, cf. Chapter 2.6.

It has been discussed in literature whether or not any threshold value
of the stress exists, i.e. the lowest value for cracks to occur. In
Dolezel (1978) such a value is given for one quality of rubber. However,
some people say that such a value does not exist. It is just a question
of time if the material has a molecular structure that is sensitive to
ozone attack. Generally speaking, the greater the amount of elongation
the shorter the time until ozone cracks occur. The ozone cracks occur
not only at static, but also at dynamical deformations. However, the
ozone crack formation is smaller under dynamical stresses compared to
equal large static ones.

The time required until the first crack occurs depends upon the ozone
concentration according to the connection (Dolezel (1978»

where L = time until the first crack occurs

C ozone concentration

k, a = coefficients

Examples of values of the coefficients are not given. The test m~terial

in this investigation is too small to be applied where this is concer
ned. But it should be possible to obtain such a connection for a poly
sulfide sealant in a morecomprehensive study.

Of the ozone sensitive sealants, Material No. 2 was found to be more
sensitive than Material No. 1. ihe explanation for this is that Material
No. 2 has a considerably higher polymer content and is also harder. If
the polymer itself is also sensitive to ozone attack, then both these
facts contribute to more ozone cracks: A higher polymer content gives more
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sensitive bonds per unit v01ume of the.sealant, and in a harder sealant
greater stresses occur compared to a sof~ sealant with the same defor
mation.

In Table 4.4 the stresses at 25 and 50% elongation are shown for the
elongated sealants. As can be seen the stresses are con~iderably greater
for Material No. 2 compared to Material No. 1, even after a long period
of stress relaxation. Material Nos. 3 and 4 did not appear to be sensi
tive to ozone in spite of greater stresses being built up during elon
gation and relaxation.

TABLE 4.4. Stress relaxation at +220C and different levels of deforma
tion and curing

Mate- C1 25MPa C150MPa %Remaining stress after·t hours
rial C125tMPa C150tMPa

No. +200C Heataged +200C Heataged 20/50 Heataged 20/50 Heataged50% RH at 70 C "5ö%RH at 70 C

1 adhesive 0.07 adhesive 0.10 - 46 - 52
failure failure (t=25) (t=65)

2 adhesive 0.34 adhesive 0.46 - 58 - cohesive
failure failure (t=46) failure

3 0.10 0.27 0.15 0.29 52 33 49(t=53) 41
(t=61) (t=17) 46(t=143) (t=42)

4 0.09 0.14 0.15 0.16 62 44 54(t=50) 52
(t=60) (t=20) 50(~=143) (t=43)

7 0.05 0.22 0.12 0.34 19 15 17(t=53) 16
(t=61) (t=17) 14(t=143) (t=42)

4.8 Synergistic effects on sealants

In practice the previously mentioned weathering factors cooperate in a
very complex pattern. The tot~l effect can be very difficult to estimate
as this cooperatiön may cause synergistic effects (Chapter 2.9).
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There is a lot of equipment available on the market for accelerated
ageing tests. A survey is given in Dolezel (1978). This equipment often
combines heat, radiation and moisture in certain programs.

In Gjelsvik (1975) the specially built equipment is described, where low
temperatures are also included in a certain cyclic program.

These types of apparatus often produce very valuable information, as
some synergistic effects may also be revealed. However, if the propor
tions or concentrations of the factors are chosen wrongly misleading
results may arise. Therefore, it should be interesting to know the ac
tion of the different factors sep~rately.

In this investigation the effects of one action of the different factors
have been studied. Just in a few cases combinations of different factors
have been used. E.g. mechanical stress and ozone, heat and ozone. Natu
rally outdoor exposure has also produced a combination of all the fac
tors in a slightly accelerated way, Chapter 5.

In spite of this, more combinations would be of interest and should be
examined. Such combinations are e.g. heat plus radiation, moisture plus
radiation. Due to lack of time it has not been possible to carry out
these studies.

4.9 Shrinkage and shrinkage stresses in sealants

4.9.1 Introduction

As previously mentioned (Chapter 4.1) the determination of weight- and
volume-loss was used as a method of evaluation when determining changes
in the sealants after different forms of ageing.

A large amount of shrinkage may affect the function of a sealant consi
derably. E.g. a large amount of shrinkage may be followed by a great in
crease in the hardness. Furthermore, in Agri et al (1973) it was pointed
out where water-dispersed acrylic sealants are concerned a large amount
of shrinkage causes tensile stresses in the joint. Whether or not this
is true, some sealants used in manufacturing of insulated glass revealed
very high tensile stresses due to shrinkage and curing. In some cases
these stresses were so high that the edges of the glass were also broken!
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In ordinary building joint sealants a moderate shrinkage may have a po
sitive effeet: From a movement eapability point of view the sealant has
a better profile, the bi-eoneave cross-seetion, ef. Fig. 4.42.

Sealant surface alter tooling_

~
Sealant surface after shrinka l

Back-UR material

FIG. 4.42 A certain amount of shrinkage gives a better profile from the
movement capability point of view.

The shrinkage and weight-loss were determined for all the sealants
according to Table 4.1. The different types of storage were:

- +20oC/50% RH

- +40oC

- +70oC

- wa ter +20oC

- alkaline water +20oC pH 9-11

- UV radiation +20oC

Storage in these" eonditions was usually started after storage for 7 da~s

at +20oC/50% RH. However, heat storage at +40oC and +70oC was also star
ted after 21 days in a normal climate, +20oC/50% RH.

The investigation was started in a Master thesis (Nimmermark et al
(1976» and was later completed by the author.

The measurements of shrinkage stresses that might occur were made in
the equipment according to Fig. 4.1 and in a specially built frame, Fig.
4.43. Measurements were carried out for Material Nos. 1,3,7 and 8.
The temperature was +22 ± 1°C.
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FIG. 4.43 Device for measuring of shrinkage stresses.

4.9.2 Resu1ts

Figs. 4.44-4.46, 4.48-4.52 show the resu1ts of the measurements of the
vo1ume loss for all sealants after storage in different c1imates. Each
point is the mean value of two specimens.

Volume loss, %
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FIG. 4.44 Shrinkage as a function of storing time in different environ
ments for Material No. 1.
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Fig. 4.44 gives the results for Material No. 1. In a normal climate
+200 C/50% RH there is a continued decrease in volume. Note the high
amount after three years! When comparing weight and volume loss it is
possible to calculate the density of the component of the sealant that
disappeared. This density was 130 kg/m3 and disagrees with the densities
of any volatile components, solvent and plasticizer, which may have dis
appeared. Evidently there must have been a chemical change in the sea
lant which caused a contraction of the bulk.

It appears from the Figure that the time'necessary to reach the volume
loss 7.5% is considerably shorter if the temperature is raised. This
level is reached after about one year if the temperature is +400C and
after about 42 days if the temperature is +70 0C. The well-known rule
of thumb, saying that a temperature increase of 100C doubles the rate
of a chemical reaction can be applied also in this case: A temperature
increase from +20, to +400C increases the reaction rate by a factor 4
(in this case 3) and an increase from +20 to +70 0C increases the rate
by a factor 32. The factor found here is about 3x365/42 ~ 26.

Thus, it should be possible to acce1erate this spontaneous curing and
shrinkage by means of a simple heat ageing of the sealant.

If the heat ageing continues for a long time there is a great loss of
p1asticizer. The shrinkage after about one year is 11.5%.

If the sea1ant is stored in water or alkaline water the 1iquid is ab
sorbed and the volume loss decreases.

The conclusions drawn for Material No. 1 are, with one exception, a1so
valid for Material No. 2, Fig. 4.45. The heat ageing at +700C does not
produce the same rapid vo1ume loss in this case. However, after one
year the levels are almost the same. This difference might be due to
the fact that the plasticizer is caught within adenser molecu1ar
structure in Material No. 2, and therefore it evaporates more slowly.

Fig. 4.46 shows the results for Material No. 3. There is a 1arge vo1ume
loss even when the sea1ant is stored in a normal climate, but most of
it is comp1eted already after 8 weeks. The rule of thumb regarding the
heat ageing is probably a1so valid in this case.
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FIG. 4.45 Shrinkage as a function of storing time in different environ
ments for Material No. 2.
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FIG. 4.46 Shrinkage a·s a function of storing time in different envi}'on
ments for Material No. 3.
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However, if heat storage at +700C is started later, there is an in
creased vo1ume loss. Considering the weight loss as a function of time,
Fig. 4.47, it is obvious that this is the same in the both cases. Evi
dent1y, there is a pore formation in the sea1ant due to rapid evapora
tion of the solvent if the heat ageing is started too early.

Weight loss
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FIG. 4.47 Weight loss as a function of storing time at different tem
peratures for Material No. 3.

When calculating the density of lost substance this is found to be about
910 kg/m3 in a nQrma1 c1imate. This corroborates with the density of sol
vent. If the heat ageing at +700C is started after 7 days the density
is 977 kg/m3 and after 21 days 896 kg/m3. The Iltrue shrinkage ll is evi
dently obtained in the latter case.

Storage in water and alkaliresults in considerable absorption of the
liquid. The degree is higher where storage in water is concerned.

Exposure to UV radiation caused a higher volume loss compared to storing
in a normal climate. The UV light made the surface brittle and cracks
occurred which might explain the greater amount of shrinkage.
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The results for Material No. 4 are shown in Fig. 4.48. The volume loss
in a normal climate is to a large extent completed within eight weeks.
When heat ageing at +700C the shrinkage increases very quickly and there
fore the rule of thumb is not valid in this case. This is due to the
shrinkage caused by the evaporation of a plasticizer and not a chemica1
reaction.

This sealant is sensitive to moisture storing as there is rather a 1arge
amount of water absorption.

Volume loss, %
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FIG. 4.48 Shrinkage as a function of storing time in different environ
ments for Material No. 4.

The results of Material No. 5 are shown in Fig. 4.49. The vo1ume loss
after storage at different temperatures depends on the solvent loss. If
the heat ageing at +700C is started too early one obtains a false vo1ume
loss due to the formation of pores within the sea1ant. The sealant ab

sorbs water during storage in alkaline water.

Almost the same conclusions are valid for Material No. 6, Fig. 4.50.
However, sensitivity to an early start of the heat ageing is more pro
nounced. Furthermore,there is more water absorption during storages in

water and alkaline water.
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Volume loss, %

Notations: See FIG.4.44~
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FIG. 4.49 Shrinkage as a function of storing time in different environ
ments for Material No. 5.

Material No. 7 is a water-dispersed acrylic sealant. The results are
shown in Fig. 4.51. The sealant hardens during the evaporation of water.
The water content is about 24% by volume. Most of it vanishes very quick
ly. There is a tendency to a formation of pores if the sealant is heat

agedtoo rapidly. This explains why the volume loss is higher if the
heat ageing is started after three weeks at +200C/50% RH compared to one

week in the same climate.
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Storage in water or alkaline water is fatal for the sealant. The mois
ture storage began after one week. Very shortly after that, the sealant

absorbed water and was destroyed.

Volume 1055,0/0
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FIG. 4.50 Shrinkage as a function of storing time in different environ
ments for Material No. 6.
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FIG. 4.51 Shrinkage as a function of storing time in different environ
ments for Material No. 7.

For Material No. 8 the results of the vo1ume loss as a function of time
are shown in Fig. 4.52. The shrinkage continues for a long period of
time in a normal climate. The processes going on are main1y the evapo
ration of the solvent and oxidation of the binder. The more the oxida
tion progresses the denser the sealant becomes and therefore the rate
of evaporation diminishes. An increase in the temperature speeds up
these processes. The rule of thumb previously mentioned applies quite
wel1 in this case.

As can be seen there is a 1arge amount of water absorption during the
moisture storage. This is surprising, as the binder is a vegetable oi1
which shou1d be hydrofob. Obvious1y, other components in the sealant
contribute to this sensitivity to water.
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FIG. 4.52 Shrinkage as a function of storing time in different environ
ments for Material No. 8.

The results of the measurements of the shrinkage stresses are summari
zed in Table 4_5_ .

TABLE 4.5_ Shrinkage stresses after different times of ageing

Material Age Shrinkage Measured Maximum error Maximum

No. days vol-% stress in measurements shrinkage stress
MPa MPa MPa

1 12 1 O 2-10-3 2-10-3

3 27 5_5 3-10-3 II 5.10-3

3 27 5_5 6-10-3 10-4 6.1-10-3

3 46 6.5 12-10-3 10-4 12.1-10-3

7 31 21 2-10-3 2-10-3 4-10-3

7 46 22 <5-10-3 10-4 5_1.10-3

8 46 10 O 10-4 0.1.10-3
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As it was a question of measuring very small stresses there was some
uncertainty regarding the measurements. The equipment according to Fig.
4.43 is sensitive to changes in temperature etc. Therefore an approx~

mation of the measuring accuracy was made. This resulted in a general
addition (=2.10-3 MPa) to the measured values.

Measurements were also made with the help of the equipment shown in Fig.
4.1. The measuring accuracy was then less than 10-4 MPa

Consequently the results obtained from the measurements showed that the
shrinkage stresses due to shrinkage are very small. The shrinkage stress
is greatest for Material No. 3. The va1ue 12.1.10-3 MPa could be com
pared with the tensile stresses occurring in the material at a very low
deformation (Fig. 4.18). At 1% deformation the tensile stress was about
the same as the shrinkage stresses that occurred.

Corresponding comparisons for the other sealants resu1ted in even sma1
ler deformations.

4.9.3 Discussion

All sealants showa considerable vo1ume loss even after storing in a
normal c1imate. The results are summarized in Table 4.6. The values gi
ven by the manufacturers are also shown. The differences are considerab
le in some cases.

TABLE 4.6. Weight and volume loss after 3 years at +200 C/50% RH

Material Weight loss Vo1ume loss Density of Vo1ume loss according
lost substance to the manufacturer

No. % % kg/m3

1 0.6 7.6 130 II neg1igib1e ll

2 0.9 6.8 200 "no shrinkage"

3 6.8 8.8 910 no information

4 3.7 6.0 730 117%11

5 9.8 15.2 870 "moderate"

6 11.1 17.2 910 1110%11

7 15.8 23.7 1000 no information

8 8.0 17.7 680 1115%11
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A rough approximation of the density of the lost substances is obtained
by means of the weight and vo1ume loss. The ca1cu1ated densities of the
lost substances agree wel1 with the anticipated va1ues. E.g. the value
for Material No. 5 is 870 kg/m3• The density of Toluol is 890 kg/m3 and
of Xylol 870 kg/m3. For Material No. 7 the lost substance is evidently
water. However, the densities of the lost substances of other sealants
are too low. This must be exp1ained by a contraction of the structure
due to a continued chemical curing. This is particularly true where
Material Nos. 1 and 2 are concerned. It is therefore possible to deter
mine such ~hanges by using this very simple method.

Furthermore, it is possib1e to accelerate the mechanism by heat ageing
the sea1ants. The processes concur fairly well the thumb of rule regar
ding the chemical reaction rate, i.e. heat ageing increases the changes
by a factor of about 2 for every increase in the temperature of 100 C.
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5. OUTDOOR EXPOSURE OF SEALANTS

5.1 Introduction

The purpose was to compare the results obtained from the accelerated
ageing in the laboratory with ageing results closer to real ity. This
can of course be done by comparing laboratory tests with tests on sea
lants used in buildings. However, problems arise regarding the evalua
tion of changes and the formulation of the sealants might also have
changed during the time when the tests were being carried out. It is
also important to carry out the outdoor tests during conditions which
can easily be controlled and at the same time as they accelerate the
degradation. But, the comparisons with buildings are both interesting
and important and must not be neglected.

In order to expose the sealants to almost natural weathering conditions
and at the same time as they were tensioned/compressed, special equipment
was built.

FIG. 5.1 A survey of the testing equipment for outdoor exposure of
specimens.
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5.2 Equipment for outdoor exposure of joint specimens

A survey of the equipment is shown in Fig. 5.1. The equipment consists
of an aerated concrete element (250 x 900 x 6000 mm) placed on one
fixed and one rolling bearing respectively. Two aluminium tubes, connec
ted with "rungs" of aluminium, are placed on this element. This "l adder"
is fixed to the aerated concrete at one end and to a roller bearing at
the other end.

Specimens can be fixed between this ladder and the aerated concrete
element. This means that the joint width of each specimen will change
according to the changes in the humidity and temperature of the white
painted element and the temperature of the black painted aluminium
ladder. The fixation of the specimens is made in such away that the
specimens are compressedwhen the temperature increases.

Assuming that

the variation in temperature of the aluminium ladder is within the
range -20 - +500 e

the variation in temperature of the aerated concrete is within the
range -20 - +350e

-6 o
- Claerated concrete ~ 8·10 m/m e

~ 24.10-6 m/moe

- the moisture depending movements of the aerated concrete could be
neglected

the maximum difference in length could be about 7.0 mm. This change in
dimension will decrease linearly towards zero, where the aluminium
ladder is fixed to the aerated eonerete.

Thermo couples were placed on the construction, which is located in a
north-south direction. Thermo couples were also placed in sealants of
different colours. The maximum difference in movement was measured by
means of an inductive deformation gauge. The light intensity, i.e. the
amount of sunshine, was measured with a photoelement. All measured va
lues were registered on a 12-channel point recorder.
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At least eight specimens of each sea1ant were exposed in the outdoor
equipment. Regard1ess of the curing or hardening mechanism each mate
rial was kept 7 days at +200C/50% RH before being app1ied. This meant
that the hardening of the chemica11y curing sea1ants and the water-dis
persed acry1ic sea1ant was fair1y advanced, even if these were far from
being fu11y cured, cf. Chapter 4.4.

Materials Nos. 5-6 and 8 were extremely p1astic when p1aced outdoors.

Ha1f the specimens had asbestos cement as a substrate and the other ha1f
aluminium. This was done in order to combine the c1ima~c inf1uence with
a certain alkaline inf1uence. The pH-va1ue of water pouring over the
asbestos cement was 9-10.

The specimens were applied at +5 - +100C in the autumn. With a supposed
maximum variation in temperature of -200C - +500C, this meant that the
specimens wou1d be compressed to agreater extent than elongated, which
was a1so the intention. There are indications which show that compressive
movements cause greater strain on a sealant than a corresponding e10nga

ting movement (Andersson and Hasselblad (1972), Hockman (1975)). This
depends on the fact that 1arge 10ca1 deformations occur during
compression and that stress relaxation is greater at higher temperatu
res (the temperature is often higher when a sea1ant is compressed).

Concerning the chemica11y curing e1astic sea1ants, Material Nos. 1-4,
another application of specimens was made during the spring and at a
temperature of about +120C.These specimens were cured longer before
installation: About 100 days in a normal c1imate and one week at +400C.

When choosing the position on the aluminium ladder, the basis used was
the movement capability stated by the manufacturers. From the 1argest
to the smallest joint movements, the order of the sea1ants was conse
quent1y: Material Nos. 4,6,3,8, 1,2,7, and 5.

Specimens of each sea1ant were a1so app1ied where they were exposed to
about half the maximum joint movement for the respective material used.



79

5.3 Results

Fig 5.2 shows examples of measured joint width variations on a sunny
day with great temperature variations. The joint movement noted is the
maximum joint width variation in the construction, i.e. at the end
where the aluminium ladder is placed on movable bearings.

On this day the joint width changed by 3.35 mm. The speed of the joint
movement according to the Figure is about 10-3-10-2 mm/min. During a
given time the joint width remained almost unchanged.

The change in temperature in the centre of the 250 mm thick aerated con
crete element was naturally slower. The maximum atmosphere temperature
in this case was around mid day while the highest temperature in the
aerated concrete occurred about 6 hours later. The gradually increasing
temperature inside the aerated concrete resulted in asubsequent change
in joint width in spite of the ladder temperature remaining at about the

same high level.
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FIG. 5.2 An example of a day (750809) with large measured temperature
variations and in connection to that joint movements in the
outdoor equipment for exposure of specimens.
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Fig. 5.3 shows a photograph of a chart from the point recorder. Nate the
partial drops during the intensity of the sunlight (channel 7). These
are due to clouds passing by. The clouds change the temperature of the
black alurdnium ladder immediately (channel 5). This is directly
followed by a change in the joint movement (channel 12), i.e. the sea
lants are exposed to rapid dimension changes.

FIG. 5.3 Photo of a chart from the point recorder.

The rapid changes in temperature measured in the aluminium construction
and the slow changes measured in the aerated concrete are very important
in practice. This means that sealants between aluminium constructions
will be exposed to a large number of joint width variations at a compa
rative high deformation rate. For example, the joint width will change
when the sun is temporarily hidden behind clouds. When sealants are
used between concrete or aerated concrete elements they will mainly be
exposed to a fairly regular, approximately sinusoidal joint movement,
varying over a period of 24 hours.

The variations of the maximum differences in length between the aerated
concrete and the aluminium ladder at the end of the construction are
shown in Fig. 5.4. The situation when the first series of specimens was
installed is considereå as origo. Length changes which cause elongation
of the sealants are considered as a positive movement.
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FIG. 5.4 The variations of the IIjoint ll movements at the end of the
outdoor equipment.

The deformation pattern can be described as a sine curve over a period
of one year. Comparing Fig. 5.4 to Fig. 5.2, it is obvious that a daily
dependent movement is superimposed on this season dependent movement.
The latter sometimes shows great amplitudes. This movement pattern coin
cides with the movements measured in real bui1dings, cf. Chapter 8.2.

Fig. 5.4 shows that the sea1ants were compressed to agreater extent
than they were e10ngated. This is particu1ar1y the case where the speci
mens in series A" are concerned.

The resu1ts of the observations for the different sea1ants after vary
ing times of outdoor exposure are summarized in Tab1es 5.1 - 5.8. lITes
ting" in these Tab1es indicates that the stress-strain curve was deter
mined.
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TABLE 5.1. Material No. 1 (soft, po1ysu1fide-based), resu1ts of outdoor exposure

Specimen Curing conditions Date of Time of Max. tens i on/ Observati ons

No. before fixation fixation exposure compress i on

months %

1261 7 days 20/50 751208 7 8.9/20.6 Surface cracks .
Compressed pro-
file. Testing

1262 7 days 20/50 751208 7 8.9/20.6 Surface cracks.
Start of adh.
fail ure

14 19.7/20.6 Surface cracks.
100 A. Com-
pressed profi l e

1263 8 days 20/50 751209 7 3.5/8.0 Surface cracks.
Compressed pro-
fi1e. Testing

1264 8 days 20/50 751209 7 3.5/8.0 Surface cracks

14 3.7/8.0 Surface cracks.
10 A

23 3.7/8.1 Surface cracks.
10 A

37 3.7/8.3 Surface cracks .
10 A

39 II Surface cracks .
40 A

1266 7 days 20/50 751208 7 8.9/20.6 Surface cracks .
Compressed pro-
fi1e. Testing

1267 8 days 20/50 751209 7 3.5/8.0 Surface cracks.
Compressed pro-
file. Testing

1268 8 days 20/50 751209 7 3.5/8.0 Surface cracks .

14 3.7/8.0 II

23 3.7/8.1 II 2 A

37 3.7/8.3 II 5 A

39 II II 50 A

12 1/6 9 108 days 20/50 770404 7 2.6/17.3 Surface cracks .

and 7 days +40 °c 5 A

12 1/6 10 21 11.2/18.2 Surface cracks .
100 A. Compr
profi l e. Cf.
Fig. 5.5

12 1/6 11 108 days 20/50 770404 7 1.0/6.7 Surface cracks .

and 7 days +40 °c
12 1/6 12 21 4.4/7.0 II

23 5.0/7.0 II Testing

Note: 100 A means 100% adhesive failure.
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The resu1ts of Material No. 1 are shown in Table 5.1. It is evident
that this po1ysu1fide-based sea1ant is sensitive to UV irradiation
especia11y in combination with joint movements. Surface cracks occurred
within 7 months of exposure. These cracks were frequent on1y on the sur
face facing the sune

Adhesive fai1ures, partlyor completely, were a1so very frequent in
spite of the maximum deformations being within the 33% deformation
allowed (according to the manufacturer). This might be due to the type
of movements the sealant was exposed to; more compressing than e1onga
ting movements. The common opinion was that the elongating movements are
more severe for the sealants. However, from Table 5.1 it is evident that
the compressing movements have caused plastic deformations of the sea
lant, thus forming a new stress-free profile. The fol1owing elongating
movement must now be taken by a narrower profile, Fig. 5.5. This 1eads
to a higher percentage of tension and consequently higher stresses and
possible cohesive or adhesive fai1ure (Cf. also Chapter 8). This mecha
nism has occurred in Material No. 1 both when the sealant was insta1led
rather fresh or when wel1 cured.

The results of the outdoor exposures thus indicated,that Material No. l
probably functions as a plastic sealant where seasonal movements are con
cerned and as a mainly elastic sealant where daily movements are concer
ned~ Anyway, this was true where the used distribution of movements, i.e.
more compressing than elongating movements,was concerned.

E
E
2

FIG. 5.5 Photo of specimen No. 12 1/6 10 after 21 months of outdoor
exposure. The specimen has been elongated 11.2% and compres
sed 18.2% (cf. Table 5.1).
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TABLE 5.2. Material No. 2 (hard, polysulfide-based), results of outdoor exposure

Specimen Curing conditions Date of Time of Max. tension/ Observations

No. before fixation fixation exposure compression

months %

2361 7 days 20/50 751208 7 8.3/19.2 Compressed pro-
file. 20 A.
Testing

2362 7 days 20/50 751208 7 8.3/19.2 Compressed pro-
file. 100 A

2363 8 days 20/50 751209 7 2.8/6.6 Compressed pro-
file. Testing

2364 8 days 20/50 751209 7 2.8/6.6

14 3.1/6.6 SOla 11 surface
cracks. 10 A

23 II II II

37 3.1/6.9 II II

39 II II II

Compr. prof. 50 A

2366 7 days 20/50 751208 7 8.3/19.2 Compressed pro-
file. 100 A

2367 8 days 20/50 751209 7 2.8/6.6 Compressed pro-
file. Testing

2368 8 days 20/50 751209 7 2.8/6.6

14 3.1/6.6 SOla 11 surface
cracks.

23 II SOla 11 surface
cracks. 2 A

37 3.1/6.9 SOla 11 surface
cracks. 5 A

39 II SOla 11 surface
cracks. 20 A

23 1/6 9 108 days 20/50 770404 7 2.4/16.2 SOla 11 surface

and 7 days +40 °c cracks. Compr.
profile. 100 A

23 1/6 10

23 1/6 11 108 days 20/50 770404 7 0.8/5.6 SOla11 surface

7 days +40 °c cracks

21 3.6/5.8 II

23 4.2/5.8 II Testing

23 1/6 12 108 days 20/50 770404 7 0.8/5.6 SOla 11 surface

7 days +40 or cracks

21 3.6/5.8 II l A

23 4.2/5.8 10 A

Nate: 20 A means 20X adhes i ve fa i l ure
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The corresponding results for Material No. 2 are shown in Table 5.2. Al
most the same conclusions as those for Material No. 1 are valid for this
sealant. But Material No. 2 has a better resistance against UV light. In
spite of smaller movements, adhesive failure was also more frequent. This
is naturally because higher stresses are induced in this sealant during

elongation.

Table 5.3 shows the results for Material No. 3. This sealant showed a
characteristic crack pattern on the surfaces after a relatively short
time of outdoor exposure. These cracks were rather difficult to see
with the naked eye at the beginning, but they gradually increased in
size, Fig. 5.6. They were present on all surfaces, and not only on the
one facing the sune Apparently, they are not the result of pure UV

irradiation.

After some time the surfaces started to chalk too. Therefore, degrada
tion must be taking place in the binder on the surfaces. This degrada
tion is probably the result of combined heat, water, radiation and move
ments.

This sealant was found to function mainly as an elastic material both
where seasonal and daily movements were concerned.

E
E

Q

FIG. 5.6 Photo of specimen No. 3268 after 39 months of outdoor expo
sure. The specimen has been elongated 5.7% and compressed
12.8% (cf. Table 5.3).
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TABLE 5.3. ~1ateria1 No. 3 (1-component po1yurethane-based), resu1ts of outdoor exposure

Specimen Curing conditions Date of Time of Max. tens i on/ Observations

No. before fi xa t i on fixation exposure compress i on

months %

3261 7 days 20/50 751203 7 10.1/23.4 Very small
surface cracks.
Testing

3262 7 days 20/50 751203 7 10.1/23.4 Very small
surface cracks

14 11.0/23.4 II

23 11.0/23.5 II 15 A
37 11.0/24.4 II 100 A

3263 8 days 20/50 751204 7 5.3/12.3 Very small sur-
face cracks.
Testing

3264 8 days 20/50 751204 7 5.3/12.3 Very small sur-
face cracks.

14 5.7/12.3 Very sma11 sur-
face cracks.

23 II Sma 11 surface
cracks. Cha1king.
5 A

37 5.7/12.8 Sma 11 surface
cracks. Cha1king.
Testing

3266 7 days 20/50 751203 7 10.1/23.4 Very small sur-
face cracks.
Testing

3267 8 days 20/50 751204 7 5.3/12.3 Very small sur-
face cracks.
Testing

3268 8 days 20/50 751204 7 5.3/12.3

14 5.7/12.3 Very small sur-
face cracks

23 II Very small sur-
face cracks.
Cha1king

37 5.7/12.8 Very small sur-
face cracks.
Cha1ki ng. 2 A

39 II Very small sur-
face cracks.
Cha1ki ng. 20 A
Cf. Fig. ,5.6.
Testing

32 1/6 9 105 days 20/50 770404 7 2.9/19.7 Slight cha1king

7 days +40oC 21 12.7/20.6 II 5 A

23 14.8/20.6 5 A

32 1/6 10 105 days 20/50 770404 7 2.9/19.7 Slight cha1king

7 days +40oC 21 12.7/20.6 Sma 11 surface
cracks. Testing

32 1/6 11 105 days 20/50 770404 7 1.5/10.4

7 days +40oC 21 6.7/10.8 Very small sur-
face cracks.
Testing

32 1/6 1~: 105. days 20/50 770404 7 1.5/10.4

7 days +40oC 21 6.7/10.8 Very sma 11 sur-
face cracks

23 7.7/10.8 Very small sur-
face cracks.
Cha1king. 25 A.
Testing

'~ote: 1 A l11eans 15 adhesive failure
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TABLE 5.4. Material No. 4 (polyurethane-po1yepoxide-based), resu1ts of outdoor exposure

5p~cimen Curing conditions D~t~ of Time of Mqx. tension/ Observations

No. befpre, fixqtiQn fixation exposur~ compres~ion

months %

5561 7 day~ 20/50 751216 11. 9/27.? Testing

556~ 7 d,PY& 2P/50 751216 1l.~/27.7

14 12.9/27.7

23 51 ight1y di rty ~ 5A

37 12.9/28~9 5A

3,9 5A

5563 7 qays 20/50 751216 6.5/15.' T~&tin9

5564 7 days 20/50 751216 6.5/15. 1

14 7.0/15. ·1

23 7.0/15.2 51 ight1y dirty ~ 2A

37 7.0/15.7 2A

39 2A

5566 7 days 20/50 751216 11.9/27.7 Testin9

5567 7 qays 20/50 75121() 6.5/15.1 Testing

5568 7 days 20/50 751216 6.5/15.1

14 7.0/15.1

23 7.0/15.2 51 ight1y dirty

37 7.0/15.7 Dirty

39 Pqrt1y dirty.
Fig. 5.7. Testing

55 1/6 9 108 days 20/50 770404 3A/23!3 51 ight1y dirty

7 qays +40 °c 21 15!O/24~4

23 17.4/24.4 Testing

55 1/6 10 108 days 20/50 770404 3.4/23.3 51 ight1y di rty. 50A

7 days +40oC 21 15.0/24.4 .50A

23 17.4/24.4 .100A

55 1/6 11 108 days 20/50 770404 1.9/12.7 Slight1y dirty

7 days +40oC 21 8.2/13.3

23 9.5/13.3

55 1/6 12 108 days 20/50 770404 1.9/12.7 51 ightly dirty.

7 days +40oC
100 A

Note: 5 A means 5% adhesive fai1 ure
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~1ateria1 No. 4, see Table 5.4, functioned rather well during the outdoor
exposure. In spite of being forced to accommodate the largest movements,
most of the specimens functioned well.

The se~lant showed a tendency to become dirty, partly because it was
pigmented white and part1y because the sealant remained slightly tacky
for a long time.

Material No. 4 also showed a certain sensitivity to UV radiation in sun
light, see Fig. 5.7. On1y the surface fa~ing the sun showed this pattern.
Fig 5.7 can be compared to Fig. 4.37 showing the same sealant when UV
irradiated in the laboratory. Almost the same type of crack pattern can
be seen in both cases.

This sealant proved to be extremely elastic both where seasonal and dai
ly joint width variations were concerned.

E
E
~

FIG. 5.7 Photo of specimen No. 5568 after 39 months of outdoor expo
sure. The specimen has been elongated 7.0% and compressed
15.7% (cf. Table 5.4).

The resu1ts of Material No. 5, one of the acrylic-based sealants of type
solvent release, are, shown in Table 5.5. The thermoplasticity of this
sealant was quite evident; the sealant became folded and very dirty.
However, there was no cohesive or adhesive failure in any of the cases.
As there was no information regarding movement capability from the manu
facturer, this sealant was placed where the smallest movement occurred.
But the sealant functioned well from the point of view of keeping the

joint tight.



89

TABLE 5.5. Material No. 5 (acrylic based, solvent release), results of

outdoor exposure

Specimen Curing conditions Date of Time of Max.tension/ Observations

No. before fixation fixation exposure compression

months %

6261 7 days 20/50 751120 7 7.2/16.6 Fo1ded. Dirty.
Testing

6262 7 days 20/50 751120 7 7.2/16.6 Fo1ded. Dirty.

14 7.8/16.6 II II

23 7.8/16.7 II II

I
37 7.8/17.3 II II

39 1\ II II

6263 7 days 20/50 751121 7 1.7/3.9 Fo1ded. Dirty.
Testing

6264 7 days 20/50 751121 7 1.7/3.9 Fo1ded. Dirty

14 1.8/3.9 II II

23 II II "

37 1.8/4.1 II "

39 II II II

--
6266 7 days 20/50 751120 7 7.2/16.6 Fo1ded. Dirty.

Testing

6267 7 days 20/50 751121 7 1.7/3.9 Fo1ded. Dirty

6268 7 days 20/50 751121 7 1.7/3.9 Fo1ded. Dirty

14 1.~/3.9
II 1\

23 Il II II

37 1.8/4.1 II 1\

39 Il Il Il

The resu1ts of Material No. 6 are shown in Table 5.6. This sea1ant was
forced to accomodate large movements. This was because the movement ca
pabi1ity was 50% according to the manufacturer. The sea1ant managed to
keep the joints tight but the profile became fo1ded during the varying
movements, Fig. 5.8. The surfaces also became rather dirty, but to a
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TABLE 5.6. Material No. 6 (acry1lc based, solvent release), resu1ts of
outdoor exposure

Specimen Curing cpnpitions Date of lime of Max.tension/ Observations
No. befQre fiXgtiQO fixation e~po§ure cQmpres,sion

months %

7561 7 ~p'Y§ 20/50 751124 1 lo~a/~5~O FQ1 ded. Oirty~

lesting

7562 7 g~ys 20/50 761124 7 lQ:13/?P.O pg1qeq. Dirty

14 11~7/~fLQ

23 11 ! 7/25. 1

37 11~7/26.0

39

7563 7 days 2Q/5Q '751126 7 5~9/13.8 Small fo1ds. Di rty.
les,ting

7564 7 days 20/~O 751126 7 &~9/13~8 Small fo1ds. Dirty

14 6.4/13!8

23 6.4/13.9 Fo1ds. Dirty

37 6.4/14!4

39 See Fig. 5.8

7566 7 days 20/50 751125 7 10.8/25.0 Fo1ded. Dirty.
lesting

7567 7 days 20/50 751126 7 5.9/13.8 Small fo1ds. Di rty.
lesting

7568 7 days 20/50 751126 7 5.9/13.8 Small fo1ds. Dirty

14 6.4/13.8

23 6.4/13.9 Fo1ds. Dirty

37 6~4/14.4

39
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lesser extentcompared to the relative, Material No. 5. It i Apparent
that the different types of acrylic polymer used in both these sealants

result in end products with different properties.

E
E
~

FIG. 5.8 Photo of specimen No. 7564 after 39 months of outdoor expo
sure. The specimen has been elongated 6.4% and compressed
14.4% (cf. Table 5.6).

The results of Material No. 7 are summarized in Table 5.7. The sealant

itself has functioned surprisingly well during exposure. Only a slight
brittleness of the surface facing the sun was detected. This is probably
due to UV irradiation. The surfaces also turned dirty to some extent.
However, there were adhesive problems regarding the very tight sub
strate, aluminium, while adhesion was better for asbestos cement. The
great amount of shrinkage of the sealant has probably contributed to a

reduction of adhesion problems.

In some cases the material showed small folds. Consequently, it worked

partlyas a plastic material where seasonal movements were concerned and
partlyas an elastic material where daily movements were concerned.

The results of the oleo-resinous sealant can be seen in Table 5.8. The

sealant was forced to accomodate very large movements and consequently
became folded. But the most important part of this type of sealant, the
surface skin, remained essentially intact.
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~ABLE 5.7. Material No. 7 (acrylic based, water-dispersed), results of
outdoor exposure

Specimen Curing conditions Date of Time of Max.tension/ Observations

No. before fixation fixation exposure compression
months %

8261 8 days 20/50 751204 7 7.7/17.8 Testing

8262 8 days 20i50 751204 7 7.7/17.8 10A

14 8.4/17.8 10A

23 8.4/17.9 Dirty. 10A

37 8.4/18.6 Dirty. 10A

39 II Slight1y dirty.
30A

8263 8 days 20/50 751204 7 2.3/5.2 Testing

8264 8 days 20/50 751204 7 2.3/5.2 Slight1y dirty

14 2.4/5.2 Dirty

23 II II

37 2.4/5.5 II

39 II Slightly dirty~

Testing

8266 17 days 20/50 751127 7 7.7/17.8 Slight1y folded.
Testing

8267 17 days 20/50 75·1127 7 2.3/5.2 Testing

8268 17 days 20/50 751127 7 2.3/5.2 Dirty

14 2.4/5.2 II

23 II II

37 2.4/5.5 II

39 II Slight1y dirty.
Testing

Nate: 10A means 10% adhesive fai1ure
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TABLE 5.8. Material No. 8 (oleo-resinous based), results of outdoor
exposure

Specimen Curing conditions Date of Time of Max.tension/ Observations

No. before fixation fixation exposure compression
months %

9561 11 days 20/50 751116 7 9.4/21.7 Fo1ded. Testing

9562 11 days 20/50 751116 7 9.3/21.5 Folded

14 10.1/21.5 Fo1ded. Small sur-
face crack

23 10.1/21.6 II :

37 II 1\ II

39 10.1/22.4 Fo1ded. Small sur-
face crack. Fig.5.9

9563 14 days 20/50 751119 7 4.1/9.4 Slight1y fo1ded.
Testing

9564 15 days 20/50 751120 7 4.1/9.4 Slight1y fo1ded

14 4.4/9.4 II

23 4.4/9.5 II

37 4.4/9.8 II

39 II Slight1y fo1ded.
Very small sur-
face cracks

9566 11 days 20/50 751116 7 9.2/21.3 Fo1ded. 5A. Testing

9567 14 days 20/50 751119 7 4.1/9.4 Slight1y fo1ded.
Testing

9568 14 days 20/50 751119 7 4.1/9.4 Slight1y fo1ded

14 4.4/9.4 II

I23 4.4/9.5 Slight1y fo1ded.
Very small sur-
face cracks

37 4.4/9.8 Slight1y folded.
Very small surface
cracks

I
39 II Slightly fo1ded.

Very small surface
cracks. Fig. 5.10

Note: 5A means 5~ adhesive failure
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FIG. 5.9 Photo of specimen No. 9562 after 39 months of outdoor expo
sure. The specimen has been elongated 10.1% and compressed
22.4% (cf. Table 5.8).

E
'E
9

FIG. 5.10 Photo of specimen No. 9568 after 39 months of outdoor expo
sure. The specimen has been elongated4.4%and compressed
9.8% (cf. Table 5.8).

5.4 Comparisons between accelerated ageing tests and results from

outdoor exposure

Where a coup1e of the sealants are concerned, adhesive failures made it

difficult to compare the stress-strain curves after acce1erated ageing
with those after outdoor exposure. However, it was possib1e to determine
the instantaneous values in Shore A with the restrictions previous1y men

tioned.

The values for the mainly elastic seolants are shown in Fig. 5.11. All

the sealants show an increase in hardness with an increasing time out-
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doors. Where a couple of sealants areconcerned some dots do not adhere
to the pattern. In the case of Material No. 3 t the one-component polyure
thane sealant, three dots after 21 and 23 months respectively are well
below the curve. These dots are valid for specimens which had been cured
longer when placed outdoors.

°Shore A

•

[J

/,~_------"""T"""--"""'----.•
X• >.-._................._._..-... ................. ,------ ·--·-x-· x

/. X X
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~ Material No. 1
- ..........- NO.2
..... ·x-· NO.3
······6····· No.'
--0..- No.?

2015105

........

35 40
Time, months

FIG. 5.1i Instantaneous Shore A-values for the mainly elastic sea-
lants as a function of time outdoors.

20

Where Material No. 7 is concerned three dots are also away from the
drawn curve. These are after 4 and 7 months and are valid for specimens
with asbestos cement as a substrate. Evidently there is an alkaline ac
tion where this water-dispersed acrylic sealant is concerned.

At least two sealants, Material Nos. 4 and 7, showa tendency to absorb
water during outdoor exposure (cf. Chapter 4.9, too). The water acts as
a plasticizer and consequently when these sealants were allowed to dry
out indoors the hardness increased about 3 degrees.

The values of Shore A under different conditions are given in Table 5.9.
It is apparent that the values given by the manufacturers are far too
low in comparison to those determined. On the other hand, the values
after about three years of outdoor exposure correspond surprisingly well
with those obtained after the same time in the normal climate ~20oC/50% RH~
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TABLE 5.9. Instantaneous Shore A-hardness under different conditions

Material According to +20oC/50% RH 7 days +20oC/50% RH +56 days at Outdoors
No. the manufac-

turer 63 days 3 years +40oC +70oC 3 years

! 1 13 26 26 28 25 30
I

I :

40 47 50 46
I

47 52

25 36 40 38 44 44

I 4 18 28 32 32 31 29

I 7 15 34 42 41 48 35

Where Material Nos. 1-3 are concerned there is on1y a slight increase in
the hardness after three years outdoors compared to the same time indoors.
The previous1y mentioned water absorption in Material Nos. 4 and 7 has
a1so shown a lower va1ue after outdoor exposure.

However, ocu1ar changes have been observed regarding some of the sea
lants. For examp1e a comprehensive eraeking of the surface of Material
No. l and a cracking and cha1king of the surface of Material No. 3. These
types of changes cannot be revealed by measuring the instantaneous hard
ness. By using the stress-strain curves there is a possibi1ity that such
changes might be detected.

For examp1e, in Fig. 5.12 the stress-strain curves for Material No. 1
are shown after varying times of outdoor exposure. The hatched surface
indicates the curves of a total of six specimens with exposure times
from seven to eleven months. According to Table 5.1 these specimens are
1261,1263, 1266, 1267 and two specimens from an ear1ier investigation.
In spite of the hardness in Shore Ahaving increased, Fig. 5.11, the
23 months of exposure caused the stress-strain curve to drop (12 1/6 11
and 12 1/6 12). This is due to UV action on the sea1ant. The UV irradia
tion has made the surface brittle. Together with varying joint movements
cracks have occurred (cf. Fig. 5.5). These cracks increase during e1on
gation, thus diminishing the registered force.
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In comparison to Fig. 4.12 the curve for storage in a normal climate
corresponds extremely we11 with the curves shown in Fig. 5.12 after
seven to eleven months of outdoor exposure. I.e. if there are on1y small
changes in the sea1ant due to UV irradiation, for examp1e, the deforma
tion properties of the sea1ant are about the same as when the sea1ant
is exposed outdoors or indoors.

Tensile stress

MPa
Q3

0.15

0.1

0.05

Outdoor ex posure months

Join1 be1ween aluminium prisms
asbQstos cemen t prisms

25 50 75 100 2 4 6 8 10

Time... min.

FIG. 5.12 Stress-strain curves for Material No. 1 after different
times of outdoor exposure. Deformation speed: 1.5 mm/min.
Testing temperature: +2 °C.

Fig. 5.13 shows the corresponding curves for Material No. 2. This sea
1ant was found to be less sensitive to UV attack than Material No. 1.
Therefore the lIexpectedll increase in hardness was found. In a case sueh
as this the e1ongation resistance, determined via the stress-strain
eurve, correlates very we1l with the hardness determined by a Durometer
(Fig. 5.11 and Table 5.9).

Material No. 3 showed a rather slow curing mechanism in the normal cl;
mate, ef. Fig. 4.17. The results of the determination of stress-strain
curves after different times of outdoor.exposure are shown in Fig. 5.14.
The hatched surface indicates the curves of four specimens (3261, 3263,
3266-7) with an exposure ti.me of seven months. Evidently, most of the
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FIG. 5.13 Stress-strain curves for Material No. 2 after different
times of outdoor exposure. Deformation speed: 1.5 mm/min.
Testing temperature: +2 0C.

curing have taken place within seven months, but there is still a,conti
nuing increase in hardness. The curve after 37 months of outdoor exposure
is higher and steeper in spite of the specimen having showed a partial
adhesive fai1ure (about 5%) and small cracks ön the surfaces before the
testing (specimen 3264).

The dotted line curve represents a specimen (32 1/6 11) which was we11
cured before being insta11ed outdoors. This softer material is a1so to
be found in Fig. 5.11. The final properties of the sealant, hardness
and e1ongation resistance, evident1y depend upon the curing climate. A
better cured sea1ant when placed outdöors resu1ts in a softer final pro
duct.In practice the sealänts natura11y cure outdoors, thus forming a
harder sealänt.
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FIG. 5.14 Stress-strain cUrves for Material No. 3 after different
times of outdoor exposure. Deformation speed: 1.5 mm/min.
Testing temperature: +2 0C.

When comparing the stress-strain curves after five and seven mönths of
outdoor exposure, it ;s apparent that a continuing increase in harde-
ning took place. However, Fig. 4.17 showed~ that this increase occurred
more quick1y when the sealant was heat aged at +70oC. The value of the
tensile stress at 50% elongation after seven mönths outdoors is about
0.375 MPa (= 0 50 MPa). This va1ue corresponds to about 10 days heat
ageing at +70oC (Fig. 4.17). This means that heat ageing at +70oC·for

about 1/21 (~= 21) of the time resu1ts in having about the same effect
on the deformation resistance as outdoor exposure.

Using this factor, a 37 months outdoor exposure period should correspond
to 372fO~ 53 days at +70oC. From Fig. 4.17 it can be seen that this re

su1ts in a 0 50 value of about 0.45 MPa. The obtained value in Fig. 5.14
is about 0.38 MPa. The difference may well re explained by the previous
ly mentioned partial adhesive failure and the present surface cracks.



100

Fig. 5.15 shows the stress-strain curves for Material No. 4. The hatched
surface indicates the stress-strain curves for 4 specimens (5561,5563,
5566-7 according to Table 5.4) with an exposure time of about 7 months
and with different degrees of deformation. The dispersion is very small.

After 39 months of outdoor exposure specimens Nos. 5564 and 5568 were
tested. These curves a1so fe11 within the hatched surface~ However,
the latter specimens showed less stress relaxation, i.e. the sea1ant
had became slight1y more elastic.

The dotted line curve represents a specimen (55 1/6 9) which was we11
cured before being p1aced outdoors. Therefore the curve is slight1y
steeper and the sea1ant shows less stress relaxation.

When comparing normal and heat stored specimens in Fig. 4.20 to the
va1ues from Fig. 5.15 it is evident that the outdoor exposed material
is considerab1y softer~ A reasonab1e exp1anation for this is that the
outdoor material absorbed small amounts of water. As previous1y men
tioned the water acts as a p1asticizer.

Tensile stress
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Outdoor exposure I months

23
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Joint between aluminium prisms
Joint between asbestos cement prisms

25 50 75 100 2 4 6 8 10

Strain, 0/0 Time, min

FIG. 5.15 Stress-strain curves for Material No. 4 after different
times of outdoor exposure. Deformation speed: 1.5 mm/min.
Testing temperature: +2 °C.

The stress-strain curves for Material No. 6 after varying times of

outddor exposure are shown in Fig. ~.16. Material Nos. 5 and 6 are
plastic sealants. However, as far as Material No. 6 is concerned, the
elastic properties increase slowly with time. The plastic behaviour
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has caused wrinkling in the joint profile. This made it difficult to
measure cross sections before stress-strain curves were determined and
therefore the results showed a great dispersion.

Tensile stress
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FIG. 5.16 Stress-strain curves for Material No. 6 after different
times of outdoor exposure. Deformation speed: 1.5 mm/min.
Testing temperature: +2 0C.

The comparisons with the results of heat ageing indicated that heat
ageing at +700C seemed to result in a rather hard ageing. Compare for
example Fig. 5.16 to Fig. 4.25. Just two weeks at +700C resulted in an
increase in hardness far greater than the one obtained after seven
months outdoors. However, a suitable 1ength and level of heat ageing
should be useful when making accelerated ageing tests on this type of
sealant.

Fig. 5.16 shows the difference between specimens with aluminium and
asbestos cement as substrates. In Chapter 4.5.2 the effect of the-alka
line action was also revealed. This effect was only apparent if the
sealant was allowed to dry after alkaline exposure. The great diffe
rence between the stress~strain curves after four and seven months of
outdoor exposure depends to a great extent upon the fact that the for
mer specimen was tested in the spring after a rainy period, while the
latter were tested during the summer.

The stress-strain curves for Material No. 7, after outdoor exposure,
are shown in Fig. 5.17. The figures indicate the specimen numbers.
One curve without such a number represents two specimens from a pre-
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vious investigation. With one exception, the curves only concern joints
between asbestos cement prisms. When using aluminium, most of the spe
cimens failed, showed adhesive failure during the test. On the other
hand, when asbestos cement waS used, the adhesion was excellent. The
water dispersed sealant obviously requires a fairly absorbant substrate
in order to obtain good adhesive capacity or alternatively, primer

treatment.
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FIG. 5.17 Stress-strain curves for Material No. 7 after different
times of outdoor exposure. Deformation speed: 1.5 mm/min.
Testing temperature: +2 °C.



103

At a first glance at Fig6 5.17, the tendency ;s very irregular. However!
after studying all the variables a little closer, two main conclusions
can be drawn:

Firstly, the properties of the sealant itself are dependent only tö a
small extent, on the time outdoors. The differences seen between the
curves depend mainly ön the water cöntent, i.e. the storing cönditions
befare testing. The highest turve represents two specimens which were
störed indöors for about fOur mönths befare testing. Specimen Nos.
8266 and 8267 were tested immediately, but the outdoor climate had
previous1y been rather warm and dry. 8268, 8265 and 8264 were taken
and tested in March after a cold and wet period.

Te nsile stress
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0.1

0.05

Outdoor ~~posurtJ months

-'"-"-- Joint between aluminium
prisms

- - - - Joint between asbestos
cement prisms

4-7
25 50 75 100 2 4 6 8 10

Time, min.

FIG. 5.18 Stress-strain curves for Material No. 8 after different
times of outdoor expösure. Deformation speed: 1.5 mm/min.
Testing temperature: +2 oC.

Secondly, there is an apparent tendency töwards an alkaline effect on
Material No. 7. Specimen Nos. 82~4 and 8268 differ önly where the sub
strate is concerned. The same tendency was found.when using the Duro
meter for all specimens (including the adhesively failed ones).

As there were only small surface changes of the sealant it should be
possible to obtain a connection between accelerated heat ageing and the
time of outdoor exposure. When comparing Fig. 4.26 to Fig. 5.17 it is
apparent that heat ageing for 56 days at +70oC results in agreater in
crease in the hardness than twelve months outdoors. However, the com
parison material is too small and the stress-strain curves after out
door exposure should be determined according to the same type of drying
which would make comparisons possible.
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Material No. 8 showed a p1astic behaviour and maintained a very soft
consistency for a long tim~. Therefore it was difficu1t to determine
the stress-strain curves with acceptable accuracy. However, Fig. 5.18
shows the stress-strain curves after varying degrees of outdoor exposure.
With an incr@ased 1ength of time outdoors, there was a tendency to a de
crease in thee10ngation at which the maximum stress occurs. This stress
occurs where the surface skin cracks. Fig. 4.28 together with other
resu1ts a1so showed a very c1ear tendency for the stress peak to move
to the 1eft after heat ageing. The stress 1eve1 is however considerab1y
higher after heat ageing according to Fig. 4.28 compared to the outdoor
specimens. But it should be possible to obtain a correlation between
outdoor exposure and simple heat ageing for this sea1ant as we11.

As previously discussed, in Chapter 4.4.2, the ability of an oi1 based
sealant to functi~n, apart from the ducti1ity of the skin, is also
great1y dependent on the growth of the surface skin. The skin thickness
as a function of time was found to fo110w a straight line in the 10g
log diagram (Fig. 4.29). If the corresponding values for material
stored outdoors (~) are plotted in this Figure, it is apparent that
the outdoor storage causes about the same thickness growth as the c1i
mate +200C/50% RH does. For example, one point relates to a sample from
an approximately eight year old joint (2920 days) between elements of
concrete, 2.7 m long. The joint faces southwest and is consequently
sometimes exposed to high temperatures. In spite of this, the point
falls just below the straight line.

Accordingto Figs. 4.28 and 5.18 the stress-strain curves and the stress
peaks are very similar regardless of whether the sealant is stored for
98 days in a c1imate of +20oC/50% RH or seven months outdoors. This
should indicate, together with Figure 4.29, that Material No. 8 ages
in the same way both indoors and outdoors! It is possible to accele
rate the ageing by means of heat storing. ~s pointed out in Chapter
4.4.2 heat ageing at+70oC resu1ts in a thickness growth which is 22
times faster than at +20oC/50% RH. It is therefore reasonab1e to use
this factor as an acce1erating factor for Material No. 8.

As in the case of Material Nos. 4 and 7, water absorption also takes
place during the outdoor exposure of Material No. 8.
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5.5 Discussion

There is a great variation of properties in the eight sealants inves
tigated. Therefore it is impossible to obtain a unique correlation bet p

ween laboratory accelerated ageing and the results from outdoor expo
sure. However, a ~orrelation was obtained for some essential properties
of a couple of the sealants. By means of a simple heat ageing it is
possible to obtain a fairly good correlation, for example, for Mate
rial Nos. 3 and 8.

From the comparisons of the resu1ts it is a1so apparent that some
effects which might occur in practice cannot be revealed in a labora
tory ageing test. For examp1e the cracks in the surfaces of Material
No. 1, and to some extent Material No. 2. These were found to be the
resu1t of a combined action of UV radiation and varying joint move
ments: The cracks were deeper and more common in the specimens of
Material Nos. 1 and 2 which were exposed to the 1argest movements.

Apart from adhesive or cohesive fai1ure, there was no c1ear connection
between the degradation of the sea1ant itse1f and the increasing joint
movements for the ~ther sea1ants. For examp1e in Tables 5.1-5.8, the
resu1ts cou1d be used to estimate the movementcapabi1ity of the diffe
rent sea1ants.
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6. ACCELERATED AGEING OF SEALANTS CaMPARED TO PRACTICAL EXPERIENCE

6.1 Intro4uc~ton

If an accelerated ageing and an estimation of the durability of sealants
is to be of any va1ue, the results shöu1d be compared to the experien
ces from the practical usa Of the sealants.

Some comparisons have been made in Chapter 5.4 between acce1erated
ageing in the laboratory and the results. from outdoor exposure of jöint
specimens during well registered conditions. then, the next step shou1d
be to compare these results with experiences of sealants in actual
buildings. Naturally problems arise concerning the fact that the for
mulations of the sealants may have changed, and the time of their prac·
tical use may be rather limited etc. etc. However, such comparisons
will be made in this Chapter.

6.2 Previous investigations

An interesting investigation made by Grunau (1976) was briefly reviewed
in Chapter 3, a1so compare Table 3.1. The po1ysulfides were found to
produce the longest expected lifetime (22 years) and the largest a11ow
able deformations (20%). Many examp1es from around 1960 were said to
have indicated these va1ues. These sealants contained a relatively
high content of binder, 40 to 50% by weight. Compared to the formula
tians of today they were harder (about 500 Shore A) and showed a high
recovery.

According to Grunau, the formulatiöns of today contain 30 to 40%· by
weight of polysulfide binder and these are said to be even better. Some
examp1es of outdoor exposed po1ysulfide sea1ants with binder content
from 19 to 35% by weight are shown. The one with the highest polymer
content showed the best resistance to exposure.

Theseresu1ts concur fair1y we11 with the resu1ts found in Chapter 5
regarding Material Nos. 1 and 2, both po1ysu1fi~e based sealants. The
polymer content is higher in Material No. 2. This sea1ant was consi
derably harder and also showed the greatest resistance to environmen-



tal conditions. However, Material No. 2 was so hard that adhesive pro
blems arose in many cases. The formu1ation of this sea1ant probab1y
corre1ates wel1 with those used in the 60's.

It is obvious that the formu1ation changes from a higher to a 10wer
polymer content also changed the nature of the problems which might
arise. The higher po1ysu1fide content resu1ted in a more durable sea
1ant but on the other hand, a1so caused more adhesive problems. Today,
the softer sea1ants give better protection against adhesive failure,
while the sea1ant itse1f shows a higher degree of degradation. These
contrasts natura11y constitute an optimization problem.

The maximum a110wable deformation was said to be 20% of the original
joint width for po1ysu1fide sea1ants. This seems to be a reasonable
va1ue if the joint is accurate1y designed and the sea1ant is app1ied
properly. However, limitations must be made regarding the distribution
of the joint movements. As discussed in Chapter 5.3 the stress relaxa
tion of the po1ysu1fides is very high at higher temperatures. As the
sea1ants are most1y compressed at these temperatures, this may lead to
large p1astic deformations if too high a part of thi~ 20% is compressed.
The results in Tab1es 5·.1-5.2 showed these indications very c1ear1y
where total deformations were concerned even less than 20%. However,
the cross-section of those specimens was rather unfavourab1e. Never
theless, a cau1king at a temperature of about +50C is not unusua1. In

some constructions this could cause an unfavourable distribution of
the movements leading to large plastic deformation during compression
and adhesive or cohesive fai1ure during the fo110wing e10ngation at a

10wer temperature.

Grunau is very positive regarding the polysulfides but at the same time
he is rather negative regarding other types of sea1ants, for example
all kinds of oi1 based products and a1so where the expected lifetime
and a11owab1e deform~tions of the polyurethanes are concerned. The
expected lifetime is about 10 years and the allowable deformations
5-10%.

The polyurethane sealants appeared in the late 60's. The previous for
mulations were insufficient. They showed a continuing increase in hard
ness and a poor climatic resistance. This may explain the low values
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given. However, there has been a very intensive development in this
field. New and better formulations have appeared.

The results shown in Chapter 5.3 for the two polyurethane sealants,
Material Nos. 3 and 4, indicated longer lifetime and also greater
allowable deformations than stated by Grunau (1976).

In the investigation carried out by Andersson and Hasselblad (1972),
mentioned in Chapter 3, valuable information is given regarding the
practical use and experiences of different sealants especial1y those
concerning facade panels of concrete.

The most frequent problems were cohesive fai1ure followed by adhesive
failure. Cracking was a1so rather common. The frequency of the damages
was greatly dependent upon the geographic orientation. The joints fa
cing south-west showed the most common damages. Naturally this cou1d be
explained by the great effect of the sunlight and the heavy rain in the
area investigated.

Surface cracking on po1ysulfide seq1ants was rather frequent. These
cracks were usua1ly located in a direction para11e1 to the joint. These
must be due to the varying joint movements together with the attack by
UV and/or ozone·on the surface. The same pattern was found on the
polysulfide specimens according to Chapter 5.3. This type of cracking
is very common on the softer polysu1fide sealants which are used today.
These crackings occur rather early. For examp1e compare with Fig. 6.1
showing a soft polysulfide sealant two years after application. Note
the difference in UV action. The upper part of the joint is mostly
shaded by part of the wall.

In one case a very strong and deep type of cracking was reported. It
was thought that this might'be due to the effect of snow on the sealant.
However, large cracks can also qccur in a polysulfide sealant without
any special environmental action. In Fig. 6.2 a 12 year old joint with
a polysulfide sealant (about 500 Shore A) is shown. The joint is located
indoors at a constant temperature of about +220C~ There must have been
some chemical processes continuing within the sealant, thus forming a
shrinkage and eventually cracks.
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FIG. 6.1

IG. 6.2 Deep cracks in a 12 year old polysulfide-based sealant (50
0

Shore A). The joint is located indoors at a constant tempe~

rature of about +22 oC.
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The acrylic sealants reportedby Andersson and Hasselblad (1972) na
tura11y showed wrink1ed surfaces 'after 1arge movements. In some cases
an alkaline action was found to destroy the acry1ic sea1ants (cf.
Chapter 4.5). The formation of pores and bubbles shown in Fig. 4.23
was also found in one case.

The alec resinous sealants whieh were used showed a great variation in
properties. One sea1ant between room sized conerete panels was in
excellent condition after twelveyears. On the other hand, some sea
1ants were in very poor condition after on1y a few years. Material No.
8 was also used in a couple of bui1dings with good results (ef. Chapter
5.3).

It was also supposed that most sea1ants in the long run cannot withstand
a deformation of ±25% of the original joint width. This va1ue has been
used for a long time where so-ea11ed elastic sealants are coneerned.
This assumption a1so agrees very well with the resu1ts in Chapter 5.3.

Material Nos. 2 and 8 were ine1uded in the previously mentioned work
by Nylund (1964), Chapter 3, together with 23 other sealants. The ob
servations made and reported after about 28 months also agree well with
the findings according to Chapter 5.3. For examp1e, Material No. 2
showed small craekings. It is of course plausible that changes in the
formulations have been made since then but the main formulation should
still remain.

The previously mentioned tendencies regarding different kind of sea-
lants were eonfirmed in an investigation by Stridh and östlund (1974).

6.3 Discussion

It has been shown above, that there are great similarities between the
practical experienees of different kinds of sea1ants and the results
which can be obtaineå by rather simple laboratory tests in combination
with equipment for outdoor exposure, for example, aceording to Chapter
5.2.
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The tendencies and the results of the outdoor exposure can be obtained
within a rather short time. Within less than a year there are prelimi
nary results which are usua11y on1y reinforced after a longer period
of time, cf. Tab1es 5.1-5.8.

This should mean that, when introducing a new sea1ant on the market, a
good estimation of the long-time properties of the sea1ant could be made
before it is used in buildings. Today, some manufacturers recommend
their prod~ts too early and before any outdoor testing has been
carried out.

Today, we recommend the elastic sea1ants for maximum joint movements of
±25%, cf. for example HusAMA (1972). The results from Chapter 5.3 and
the resu1ts from practical experlence discussed in Chapter 6.2 clearly
indicate that the given value is far too high. 'The reason being that
in spite of the fact that most sealants work well, the joint movements
in practice were less than those calculated. When failures occur, the
movements may have reached the estimated va1ue~
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7. NAVS OF ESTIV~TING THE DURABllITV OF SEAlANTS

7.1 Introduction

The u1timate aim of testing ageing properties of building materials is
of course to obtain a method for estimating the durability of the mate
rials in different environments.

As far as the group of the sealants is concerned this group is not
homogenous and it is therefore necessary' to make a sub-division.

In this concluding chapter concerning the ageing of sealants, some
attempts will be made to draw up lines of direction for making esti
mattons of the durability of different groups of sealants possible.
These lines will be put together with the sealants used according to
Chapter 4.3.

The ageing of the sealants, i.e. the changes in the materials due to
environmental influence, naturally depends to some extent upon the
amount of varying joint movements taking place at the same time, cf.
Chapter 5.3-5.4. The question regarding the movement capability of sea
lants however is treated in Chapter 9.3.

When dea1ing with the question regarding the estimation of the durabi
lity of different sealants, it will therefore be assumed that the sea
1ants are only exposed to "norma1 11 amounts of varying joint movements.
In other words the movements which each respective sea1ant is designed
to be able to accomodate, cf. Chapter 9.

7.2 Different types of curingjhardening systems

All building joint sea1ants can rough1y be divided into three different
groups according to their way of curingjhardening. These groups are:

1. Chemica1ly curing sea1ants for which the curing mechanism enables a
material to retain the same properties throughout the whole cross
section. Oxidation is excluded.

This group may comprise sea1ants which are 1-, 2-, or multi-compo
nent. The binder could for example be si1icone, po1yurethane or
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polysulfide. Among those sealants in Table 4.1 Material Nos. 1-4
should belong to this group.

2. Sealants which to a major extent harden by vaporizationof a compo
nent in the fresh, liquid sealant. During this hardening the sealant
gains the same properties throughout the whole cross-section.

The function of the volatile component is to give the sealant a
gunnab1e viscosity. This component is normal ly a type of solvent or
water. Examples of sea1ants belonging to this group are Material
Nos. 5-7 according to Table 4.1. The non-drying sealants, for example
some butyls, should a1so be10ng to this group.

3. This group comprises sea1ants which are cured by oxidation of the
binder, which is normal ly a vegetab1e oi1 or a mineraloil.

The oxidation starts from the surface of the sea1ant. Therefore a
surface skin may deve10p, which proteets the inner part of the sea
1ant from oxidation. In that case the cured sea1ant consists of two
parts, a ducti1e surface 1ayer and a viscous semi-1iquid inner part.

Sealing materia1s known as "mastics" and "putties" shou1d a1so be10ng
to this group, in spite of usual1y being oxidized almost equa1ly
through the who1e cross-section.

Material No. 8 in Table 4.1 should belong to this group of sealants.

7.3 Chemica11y curing sealants

With the results of the investigations above, described in Chapter 4-6,
and bearing in mind the assumption in Chapter 7.1, it should be possib1e
to try to draw up a line of directions for estimating the durability of
sealants belonging to the·group of "chemically curing seaIantsIl.

The first step is to expose the sealants to the isolated environmental
factors as shown in Chapter 4.4-4.7, 4.9. Any specific weakness of a
sealant may then be revealed.
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For example, Material Nos. 1-2 are sensitive to ozone attack. Material
No. 3 is sensitive to thermal action and shows a rather high degree of
water absorption. Material No. 4 also shows a rather high degree of.
water absorption.

These results could be used as advice against recommending the sea1ant
in question in a case where there is a great risk for a specific envi
ronmental factor.

Among the environmenta1 factors given in,Chapter 4.4-4.7, heat is
usua1ly found to have the greatest effect on t~e deformation properties
of chemical1y curing sea1ants. Of course there are exceptions, cf. for
examp1e Material No. 1, which showed a comp1ete1y unexpected response
to heat ageing.

But, if there is an evident therma1 action, it is a1so possible to ob
tain a fair1y good corre1ation between heat ageing and the effect of
storage in a normal climate, +200C/50% RH. By means of determining the
stress-strain curves for Material No. 3, it was shown in Chapter 4.4.2
that heat ageing at +400C re~u1ted in an increase in hardness four
times faster compared to the normal climate +200C/50% RH, i.e. an app
lication of the ru1e of thumb regarding temperature and reaction rate
was possib1e. To be ab1e to estimate this shou1d be the second step.

The third step should be to try to correlate outdoor exposure to heat
ageing in the laboratory. Once again, by means of determining the
stress-strain curves for Material No. 3, it was shown in Chapter 5.4
that heat ageing at +70oC accelerated the increase in hardness by fac
tor 21 compared to outdoor exposure.

With these comparisons available it is possible to estimate the effects
over a longer period of outdoor exposure where the deformation proper
ties are concerned.

It is possible to obtain connections similar to the above for all
chemical1y curing sealants, if the effect of thermal action c1ear1y
preponderates over the effects of other environmenta1 factors.
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But there are pitfalls of course. In many test methods some type of
heat ageing is used to accelerate the ageing of the sealant. And as
heat ageing and outdoor exposure are not the same thing the manufac
turer would be able to make a formulation suitable for the test method~

while practical experience could be completely different.

Material No. 1 showed an obvious decrease in hardness after heat ageing
while outdoor exposure showed a slight increase.

When determining the stress-strain curves after outdoor exposure it
must alsfr be observed that some sealants absorb" water during the expo
sure. Therefore, if comparisons are to be made, the specimens have to
be conditioned equally before testing.

Some kind of outdoor exposure is also recommended from another point of
view. The effect of UV irradiation in the laboratory is never the same
as the combined effect of UV irradiation from the sun and varying joint
movements, cf. for example the results of Material Nos. 1 and 2. Further
more, the preliminary results, which are also usually valid after longer
periods of time, are obt3ined within a rather short time.

7.4 The hardening of sealants by vaporization of volatile component~

The first step when estimating the durability of sealants belonging to
this group is the same as for the chemically curing sealants.

Material Nos. 5-7 were found to be very sensitive to thermal action,
and Material Nos. 6-7 were found to be sensitive to moisture and alka
line action.

Where thermal action is concerned it has quite a different effect. on
this group of sealants compared to the former group. Therefore, it is
not possible to obtain a simple connection between heat ageing and nor
mal ageing, either at +20oC/50% RH or outdoors. This is because heat
ageing does not mainly have a chemical action on this type of sealants.
During heat ageing the volatile components vanish rapidly, thus forming
a more porous structure compared to the one which is obtained during
slower evaporation. Heat ageing should therefore take place at a lower
temperature (+40oC). If a higher temperature is to be used, the sea
lants should be stored in a normal climate for almost 56 days before
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the heat storage starts (cf. Fig. 4.49-4.51).

The resu1ts of a step outdoors for this group of sealants are difficult
to evaluate. These sealants are usually fairly resistant to the weathe
ring factors. Stress-strain curves can be difficult to determine but
in spite of this outdoor exposure is recommended. In an~ case this will
give an estimation of the behaviour during varying joint movements.

As some sealants may reveal water absorption during exposure outdoors
one must be observant during the determination of stress-strain curves
for example. The specimens must be stored to equilibrium in the same
climate if comparisons are to be possible.

7.5 Oxidizing sealants

The investigation of the effect of the different weathering factors
used for the other sealants should also be carried out for this group
of sealants.

As an example, thermal action was found to have a great effect on
Material No. 8. The action of water and alkaline water caused swelling
and destruction, the UV irradiation caused wrinkling of the surface
skin.

Where the skin forming oxidizing sealants are concerned it is possible
to öbtain a correlation between the growth of the ,skin thickness and
the time at +20oC/50% RH. An example of this was shown for Material No.
8 in Fig. 4.29. There was also a connection between the growth and the
time if the temperature was raised to +40 or +70oC. One day at +40 or
+70oC corresponded to 4 and 22 days respectively at +20oC. Consequently,
the rule of thumb mentioned above can also be considered to be valid in
this case.

As the skin forming rate is a very essential property of this type of
sealant, this rate and its connection with heat ageing should be deter
mined.for all similar products. If these connections are outlined it is
possible to make rather definite extrapolations.

Another essential property of skin forming sealants is the ductili'ty
of the skin. If the skin cracks due to overload the oxfdation continues
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into the center after which the core becomes harder and looses its duc
tility. This mechanism is sho~n in Fig 7.1. The sealant contained a
small bubble through which oxygen was able to diffuse.

E
E
9

FIG. 7.1 Photo of a cut through a 9 year old specimen of Material
No. 8. The specimen contains a bubble, with an outer skin
which has been completely oxidized. Then the oxidation has
continued within the sealant.

It is therefore important to know the limit to which this surface skin
can be elongated. This limit determines the movement capability

of a skin forming sealant. This matter is therefore discussed in Chap
ter 9.

By carrying out outdoor exposure tests it is possible to correlate the
skin forming rate outdoors to the rate in a known climate. Where Mate
rial No. 8 was concerned it was found that this rate was almost the
same at +20oC/50% RH as outdoors!

Apart from that it is naturally possible to compare the movement capa
bil ity found outdoors to the that found during tensile tests.

In the case of oxidizing sealants which do not form an obvious surface
skin, for example a putty, it should be possible to use the correla
tions shown above. I.e. heat ageing at +40oC or +70oC cures the mate~

rial 4 respectively 22 times faster as compared to +20oC.
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8. DEFORMATION PROPERTlES OF SEALANTS

8.1 Introduction

ilA sealant is a material which is applied to a joint in an unformed
state and which constitutes a seal by adhering to appropriate surfaces
within the joint".

This definition according to the International Organization for Stan
dardization reveals some of the demands made upon a sealant: After
application, the sealant must immediately prevent the penetration of
moisture and/or draughts between the elements or components. The sea
lant must adhere to the surfaces during the changes in the joint width.

Consequently, the deformation characteristics of a sealant are a very
important property. It is not only the properties in ~he fully cured
state but also during the curing and in the aged state that are of im
portance.

These questions will be dealt with in this chapter. The effects of the
most essential factors affecting the deformation properties will be in
vestigated.

8.2 Joint movements

When referring to joint movements in connection with sealants there are
two particular aspects which are most important.

Firstly, the amp~itude of the movements, i.e. the maximum iricrease and
decrease in the joint width calculated at one particular time. This time
usually being the time of sealant application.

Secondly, the rate of the joint 'movements is of great importance.

With an increased knowledge of these matters it should be possible to
simulate in the laboratory the conditions to which sealants are subjected
in practice.
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There are many research workers, who have studied joint movements. The
first systematical approach was made by Nylund (1968). He introduced a
geometricaland mathematical ground for the division of the movements
of concrete elements. The movements were divided into one temperature
and one moisture-dependent part.

The temperature-dependent movement cou1Q be subdivided into one 10ng- and
one short-term movement. The first one was assumed to fol10w the year1y
variation of mean temperature in the air. The second one superimposed the
year1y movements and comprised movements because of the air temperature
deviates from the mean temperature and because of temperature variations
caused by radiation.

The moisture-dependent movements were caused by an irreversible shrinkage
of the concrete and a shrinkage/swel1ing between the limit curves. The
latter was due to the year1y variations in the relative humidity of the
air.

Taking these movements into consideration mathematica1 expressions were
formulated from which it was possible to ca1culate the movements.

Apart from the analytical descriptions of the movements, practical measure
ments of movements between concrete elements were also carried out.

Since then, a great deal of information has been published regarding mea
surements of joint movements in actual buildings. Compare for examp1e Ryder
and Baker (1970), Diergarten (1973), and Karpati and Sereda (1976 a and b).

However, the resu1 ts obta ined were. sometimes contradictory. Ryder and Baker
examined the extent of movements in three different types of buildings. One
building was a fifteen storey tower construction with aluminium and glass
c1adding. The second had reinforced concrete c1adding panels forming the
external wa1ls. The third building consisted of a concrete wa11-frame tower
block. The joints ·were open and drained.

The movements showed a diurnal pattern which was approximate1y sinusoidal,
Superimposed on this pattern was a seasona1 pattern of progressive opening
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of the joints during the autumn and winter and progressive closing
during the spring and summer.

In a case of joints between equal components not subjected to moisture
movements it might be expected that there would be a simular response
to the same changes in temperature. However, the results showed an app
reciable difference in diurnal movements and in the seasonal range for
joints which were apparently similar.

Comparisons with calculated unrestrained thermal movements showed that
the majority of measured movements did not exceed the calculated ones,
while the measured movements were appreciably greater for a few joints!
Bowing of the components could be a possible explanation for this.

Diergarten (1973)·measured the movements between four identical precast
concrete panels on a western facade. The amount of movement differed con
siderably from joint to joint. The corresponding measurements carried out
another year produced even more confusing results. A joint, which the
year before, had showed practically the largest movements did not show
any movement at all the following year! Measurements of movements in
another concrete panel construction showed no movements at all. The mois
ture-dependent movements were found to counteract the temperature-depen
dent movement completely.

Karpati and Sereda (1976 a) reported measurements of joint movements in
precast concrete panel cladding. They found that for most of the joints,
it was possible to calculate the movements by using the linear coefficient
of thermal expansion of concrete. However, in one case the movement was
about 20 %greater.

In another investigation dealing with expansion joints in two different
buildings, Karpati and Sereda (1976 b), it was found that the joint move
ments co~related well with the tempetature changes measured at the sur
face of the wall. However, the change in the width of the joints, mea-
sured at the top of two buildings, was about half that predicted from
the coefficient of thermal expansion. The movement was reduced to a neg
ligible size at the bottom, where the wall was restrained by the foundation.
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In Nylund (1975) a method was described for calculating the temperature
dependent movements of facade panels. He also claimed, that for preeast
concrete ~anel cladding the yearly dependent changes in length, caused
by shrinkage/swelling and temperature respectively, are roughly equal
and counteract each other. This applies where a normal yearly variation
of temperature and relative humidity in non-maritime or non-tropical cli
mate is concerned.

The same conclusion was arrived at by Beijer (1976) who.calculated the
moisture-dependent movements of facade panels of concrete with assumed
material characteristics.

Summing up the information from these practical measurements, the results
are to some extent confusing. Evidently, there are great variations regar
ding the mechanical restraints of the components. Sometimes the moisture
and temperature-dependent movements counteract each other completely. If
the irreversible shrinkage is negligible then a reasonable approx'imation
would be to design the joint only with respect to the short-time thermal
movements.

The other important. question of joint movements is the rate. Ryder and
Baker (1970) reported a step-like pattern of the movements. This could be
a so called slip-stick-movement, i.e. a movement which is restrained by
friction and then suddenly becomes free to move. These jerks could cause
a major disaster especial1y where plastic sealants are concerned.

However, Andersson and Hasselblad (1972) made some measurements in order
to detect these movements, but they were impossible to find. Instead it
has been suggested that the step-like pattern is due to the equipment
used. The measurements were made using potentiometers with wire diameters
of 0.025 mm. This dimension could possibly explain the pattern which was
found. Howeyer, Nylun~ (1975) also claimed the existence of these movements.

There are very few measurements of continous joint movements which have
been reported. Apart from these step-like movements Ryder and Baker also re
ported rates of movements lasting 12 minutes or longer (this is due to the
equipment). The maximum rate of the concrete cladding panel building was
about 2 · 10-2 mm/min.
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Fr'om a recorderchart, shown -in Andersson and Hasselblad, it was possible
to calculate the maximum rate of joint movement in a facade facing south
west. This rate was found to be about 2 • 10-3 mm/min. Consequently" most
joint ~ovement rates in concrete facades are rather slow.

8.3 Factors affecting· the deformation properties of sealants

8.3.1 Introduction

When a joint is closing due to increasing temperature the sealant is then
consequently compressed, Fig. 8.1. The deformation properties of the sea
lant at that movement are to a great extent dependent upon the amplitude
and the rate of the joint movement, the temperature, the duration of the
movement, the age of the sealant etc. There is a complex co-operation
between these variables. Stresses are induced within the sealant, and
stress relaxation occurs during a resting time.

-E

-(J

FIG. 8.1 Joint closing and a consequence of that compressive stres
ses in the sealant.

At a subsequent opening of the joint when the temperature drops, the sea
lant moves back to the original width and is later elongated to a certain
amplitude. Tensile stresses are induced in the sealant, Fig. 8.2.

Th i s pa ttern i s rep~a ted day af ter day. In some cases the seal ants are
not only exposed to these elongation/compression movements, but also to
shear deformations. The shear may occur along the joint or perpendicular
to the joint. It can easily be shown that a shear movement compared to an
equal percentage of elongation/compression movement causes a much lesser
strain on the sealant.
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Therefore, the tests carried out concerning defo5';.,ation properties of

sealants have been concentrated on pure elongation or compression.

In this chapter examples will be given of how some main variables affect
the deformation properties of different types of sealants.

C1

FIG. 8.2 Joint opening and tensile stresses are induced.

8.3.2 The effect of the temperature

From literature it is commonly known that the deformation resistance
of sealants generally increases in a decreasing temperature. However,

the temperature-dependence varies greatly between different materials.

For example, the silicone-based sealants are known to be practically
unaffected by changes in temperature in normal use. On the other hand,
acrylic-based sealants, type solvent release, are known to be thermo

plastics in behaviour, i.e. the hardness increases considerably at a
low temperature and softens when the temperature is raised.

In an investigation started by the author and later continued by
Blomsterberg and Holmberg (1974), amongst others, the remaining defor

mation after differeDt degrees of deformation at different temperatures

was examined. The tests were carried out on three different sealants,
one acrylic-based (solvent release), one polysulfide-based (25° Shore
A) and one silicone-based (200 Shore A). Specimens were elongated 10,

25,40 and.50% and compressed 10, 20, 25 and 30% at a rate of 0.001
mm/min. The temperature at the elongation was +23 °C, -5°C and -25 DC.

while at compression it was +23 °c and +55 °C. The recovery was meast!
red during one hour.



124

Figs. 8.3 - 8.5 summarize the results for the different sealants. It is
evident that the lower temperatures lessened the remaining deformations
for all the sealants, including the very plastic acrylic sealants.

In other words, the lower temperatures increase the elasticity of the
sealants at the same time as the adhesive stresses are increased. The
higher temperatures, on the other hand, increase the plastic deforma
tions even for the highly elastic silicone-based sealant.
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FIG. 8.3 Remaining deformations as a function of temperature for an
acrylic-based sealant (solvent release). Specimens have been
elongated 10%, 25%, 40% and 50% or compressed 10%, 20%, 25%
and 30% at a rate of 0.001 mm/min. 7 -+ 56 days at +20 °C/
/50% RH etc. indicates the curing conditions before testing.
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FIG. 8.4 Remaining deformations as a function of temperature for a
polysulfide-based sealant (250 Shore A). Compare Fig. 8.3!

8.3.3 The effect of the joint movement rate

Usually the rate of deformation has a great effect upon the deformation
properties of sealants. If the sealant is fairly elastic the stress
strain curve, for example, would be almost entirely independent of the,

deformation rate. But, because of the viscous elasticity of the polymers,
the deformation of a sealant is usually connected with a delayed elastic

and viscous deformation. The latter is sometimes explained by irrever
sible slidings between the molecular chains.

The extent of these irreversible deformations in a sealant is of great
importance for the function of the material during repeated movements.
It is essential to know this when testing the materials in the labora-
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FIG. 8.5 Remaining deformations as a function of temperature for a
silicone-based sealant (20 0 Shore A). Compare Fig. 8.3!

tory. If too high a deformation rate is used, then the viscous deforma
tion is not developed and a wrong picture of the sealant is obtained.
Therefore, one reason why such great efforts are made to determine real
joint movement rates (cf. Chapter 8.2) is to obtain as reasonable tes

ting rates as possible.

An example of. how the testing rate affects the result for an lI elastic",

polysulfide-based, sealant is shown in Fig. 8.6.
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FIG. 8.6 The effect of the deformation rate upon the stress-strain
curve of a polysulfide-based sealant, 220 Shore A. Testing
temperature: +20 °C.

The tensile stress åt 25% elongation (= 025) can be plotted as a func
tion of the deformation rate. This is shown in Fig. 8.7 for the poly
sulfide sealant according to Fig. 8.6. Apart from this, the correspon
ding values are also plotted for a silicone- and an acrylic-based sea
lant. The greatest effect of the deformation rate, as expected, is
found in the plastic acrylic-based sealant. At higher deformation rates,
about 400 mm/min, the curves in Fig. 8.7 seem to converge towards almost
the same tensile stress.

Several independ~nt investigations have shown that the joint movement
rate in actual buildings are mostly very slow, Chapter 8.2. However, it
is time-consuming and expensive to test sealants at these low rates in
the laboratory. With the help of curves, similar to those shown in Fig.
8.7, it should be possible to obtain an estimation of the fault, if a
tensile test is carried out at a higher rate. For example, consider the
stress at a deformation rate of 0.001 mm/min as the Iltrue stress ll

(= 0.036 MPa) for the polysulfide sealant. If the test is carried out
at 1 mm/min then the obtained stress is about 0.107 MPa, i.e. about
200% too high.
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FIG. 8.7 Tensile stress at 25% elongation (= 025) as a function of
deformation rate for three different types of sealants.

If a sealant is exposed to the so-called slip-stick movements (Chapter
8.2) very high instantaneous stresses are induced within the material.
An estimation of the amplitude of these jerks is made in Andersson et
al (1972). These were about 0.0025 mm.

Some slip-stick tests have been carried out where the amount of the
movement varied within 0.01 - 0.03 mm. These movements were obtained
by means of compressed air cylinders. As an example, for an acrylic
based sealant a tensile stress peak of 0.13 MPa was obtained at a
movement of 0.03 mm. These stresses are relaxed comparatively quickly,
but depending on the frequency of these kind of movements, the total
stress can of course sometimes reach high levels. In order only to
illustrate the level of the stress 0.13 MPa it can be compared to a
more lInormalII deformation rate. The same stress is obtained at about
40% elongation at a deformation rate of 100 mm/min.

Thus, a high frequency of this type of movements can build up high
stresses in a sealant. These may be dangerous both for the sealant it
self and for th~ adhesion of the sealant.
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The effect of the eyelic joint movements

Sealants are normally exposed to eyelic joint movements and usually at
a rather slow rate. The moving periods are interrupted by resting peri
ods when stress-relaxation may occur. It is important to be able to si
mulate these kinds of movements in the laboratory in order to get an
idea of the movement capability of the sealants.

Some attemps can be found in literature where these matters have been
handled, ef. for example Matsumoto et al (1978). However, in most eases
the deformation rates were too high. If the rates chosen are too high,
the viseous deformations may not be allowed to develop.

In Fig. 8.8 an example of a eyelie test on a polysulfide sealant is
shown. The rate is too high and therefore this kind of test is of no
real value.

Instead it should be possible to develop suitable testing methodies,
in whieh the joint movements are simulated and eombined with approp
riate temperatures. By using sueh a method it eould be possible to pre
diet the funetion of the sealant in praetiee.

Stress" MPa

Deformation".,.

-12

FIG. 8.8 The effect of cyelic joint movement on a polysulfide-based
sealant. Deformation rate: 10 mm/min. Testing temperature:
+20 0C.
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8.3.5 The effect of the sealant age

It has been shown previously, for example in Chapter 4.2.2, that the
curing or hardening of most.sealants continues for a long time. As får
as Material No. 3 was concerned there was still a continous curing
after three years in a climate of +20 °C/50% RH. This means that the
deformation properties of the sealant are changing at the same time.
Usua1ly the sea1ants grow more elastic during curing. Therefore, large
movements which arise when the sealant is young may cause large plastic
deformations which later on can be fatal for the sealant.

An example of a polysulfide sealant is given in Fig. 8.9. According to
the data sheet from the manufacturers, this type of sealant is usually
said to be fu1ly cured within a week. If the sealant is heat-aged, which
amongst others increases the curing of the sealant, then the p1astic de
formations are dramatically decreased when the material is elongated or
compressed. I.e. from this point of view the sealant becomes better after
a heat-ageing. Now the question arises, when should the sealant be tes
ted? Nevertheless, joint movements start as soon as the liquid sealant
is applied to the joint.

Remaining elongation
% ,..-------------,

Remaining compression
,..-------------.... %

b)

+20°C/So%RH +70°C
Storing climate

30

10

30 %

25 %

20%

10%
o--

+ 20 °e/50 % RH

10

a)

)GI""--------x

30

FIG. 8.9 Remaining deformation as a function of curing conditions for
a polysulfide-based sealant (250 Shore A). Specimens have been
elongated 10%, 25%,40% and 50% at a temperature of +23 0c (Fig.
8.ga) compressed 10%, 20%, 25% and 30% at a temperature of
+55 °c (Fig. 8.9b). The time at +20 0C/50% RH has been 63 days
while the time at +70 °c has been 56 days after 7 days at
+20 °C/50% RH. Deformation rate: 0.001 mm/min.
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Creep and stress relaxation properties of sealants

The phenomena of creep and stress relaxation in materials are interre
1ated and can therefore be treated together. Creep is the increasing
deformation at a constant load, while stress relaxation is the decrease
of stress at a constant deformation.

The amount of stress relaxation is important for a sea1ant. During res
ting periods of the joint movements, stress relaxation occurs and thus
causes p1astic deformations in the sea1ant.

Stress relaxation tests have been carried out by Nimmermark and Olsson
(1976). Three different sea1ants were investigated. These were Material
Nos. 1,3 and 4 according to Table 4.1. The sea1ants were cured för 7
days at +20 °C/50% RH and for 21 days at +70 °c before testing. The speci
mens were e10ngated 5, 10, 15 and 25% when the stress relaxation was
measured. The resu1ts are summarized in Table 8.1.

TABLE 8.1 01/00-va1ues * for Material Nos. 1,3 and 4

Deformation E10ngation rate 1.5 mm/min E10ngation rate = 0.001 mm/min

% Material Material Material Material Material Material
No. 1 No. 3 No. 4 No. 1 No. 3 No. 4

5 0.54 0.52 0.55 0.97 0.93 0.79
10 0.61 0.55 0.60 0.98 0.95 0.85
15 0.62 0.56 0.60 0.93 0.92 0.93
25 0.64 0.60 0.64 0.97 0.98 0.95

* 01 tensile stress after 1 hour of relaxation
00 tensile stress at the respective maximum deformation

Obvious1y, almost the same va1ues are arrived at independent of the maxi
mum deformation, i.e. up to 25% e10ngation at 1east the stress relaxation
is independent of the amount of elongation for these three types of sea
1ants. It is a1so found, that a considerab1e relaxation occurs a1ready
during the e10ngation if this takes place at a very low rate.

When examining the relaxation curves it was found, that about the same
absolute stress level was obtained after one hour of relaxation regard-
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less of whether the sealants were elongated at 1.5 mm/min or at 0.001
mm/min. Thus, an estimation of the absolute stress levels at a stress
relaxation can be obtained in a shorter time, if the sealants are elong

ated at a higher rate.

According to Cook (1967) the relaxation curve followed the expression
(J = (J exp (- !)

o T

where
(J = stress at any time

(Jo initial stress
t time
T = stress relaxation time

The stress relaxation time is defined as the time necessary for a
specimen to decay to ~ or 36.8% of its initial value.

When using the data found in Nimmermark and Olsson (1976) the stress
relaxation time for the polysulfide sealant (Material No. 1) is about
64 hours at a rate of 0.001 mm/min. Checking the equation above with
the experimental values results in the following:

8 hours:

24 hours:

(Jo = 25.9 kPa
8

(J = 25.9 exp(- 64) = 22.9
experimentally value found = 20.6

24
(J = 25.9 exp(- 64) = 17.8 kPa
experimentally value found 15.4 kPa

Thus, the given equation fairly accurately describes the stress relaxa
tion of this polysulfide sealant. The relaxation of the two other sea
lants after 64 hours was not sufficient for the stress relaxation time
to be reached. Therefore, it-was not possible to make the corresponding
calculations.

Evidently there are many factors affecting the relaxation properties of
sealants. For example, an increased deformation rate or an increased
temperature increases the stress relaxation, while the amount of defor
mation- up to at least 25% does not affect the amount of stress relaxa

tion.
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There are also other, specific properties, which affect the relaxation
properties. In an investigation of sealants for insulated glass manufac
turing the stress-strain and the stress relaxation behaviour were exa
mined. One sealant was softer and at t:le sa;ne time showed a "brittle"
behaviour and a quick stress-relaxation. A SEM-photograph of a fracture
surface, Fig 8.10, showed a lot of small pores within the sealant. Thus,
stress concentrations in these pores caused cohesive cracks in the sea
lant.

E
E

FIG. 8.10 SEM-photograph of a fracture surface of a polysulfide-based
sealant for insulated glass manufacturing. Note the high
amount of small pores within the sealant~ Enlargement 24x.
Photo: The Zoological Institution of Lund University.

Creep properties of sealant may be of interest when a sealant is forced
to accommodate a constant load. FOl~ example, some sealants have been
used as a glue where glass sheets are concerned. As many sealants are

rather soft for conventional creep experiments to be carried out, an
other method can be used.

In Nimmermark and Olsson (1976) stress-strain curves were determined
at various rates (from 0.2 - 400 mm/min). From these curves it is pos
sible to calculate the time necessary to reach a certain stress at a
certain rate. When plotting the times and the deformations connected
to these a creep curve is obtained for a certain stress. Examples of
such creep curves are shown in Fig. 8.11.
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0"=0.075 MPa
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Time, seconds

FIG. 8.11 IICreep curves ll of Material No. 1 after 7 days at +20 °C/50% RH
+ 21 days at +70 0C. A constant deformation rate is assumed
when calculating this type of creep curves. Testing tempera
ture: +20 °C.



135

9. ~4oVEr'1ENT (APABILITY OF SEALANTS

9.1 Introduction

Over the years the use of sealants in building constructions has led
to great failures in many cases. One reason for this is that the move
ment capability of the sealants has been overestimated. Therefore, in
spite of the progress in making new and better polymers and formula

tions, the permitted movements of the sealants have successively been
decreased. Naturally, the problem is to be able to make reasonable esti

mations of the movement capability of the sealants taking into conside
ration all the variables which affect the sealants: Type of polymer,
formulation, age, stress, temperature, environmental influence, joint

movement rate, joint movement pattern, etc. etc.

However, there are some factors which are more essential than others.
These are stress, deformation, time (= deformation rate) and tempera
ture. These factors must be considered independent of the age of the
sealant, the environmental influence and so on.

The factors depend on each other in one principal way as shown in Fig.
9.1. An increasing d&formation rate raises the curve, while an increa
sing temperature lowers the curve.

StresS I C1

T

DeformationI E

FIG. 9.1 Principal connection between stress (o), deformation (8), time
(= deformation rate, e) and temperature (T).
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9.2 What is happening in the joint?

As has been shown previously '(Chapter 8.2), the joint movements are
yearly and daily dependent. For hygroscopic materials the yearly mois
ture depending movements in some cases seem to nullify the temperature
depending movements. At that case, only daily temperature depending
movements should arise, while where other materials are concerned both
types of movements are apparent.

Joint movement

11111111111111111111111111111111

/1111111111 ef. FIG. 9.3

. ·.11111111111

Januari

IIIII111111

December

FIG. 9.2 Yearly and daily dependent movements in a joint.

In a case of both yearly and daily movements the picture could be the

same as in Fig. 9.2, where the vertical lines represent the daily move
ments. When looking at part of this Figure and at the same time concen
trating upon what happens in a predominantly elastic sealant this
could be visualised as in Fig. 9.3.

Stresses are built up in the sealant at an elongation, relaxation and
compression and. relaxation occur until the sealant is elongated once
aga in. These consecutive movements and relaxation periods successive
ly increase the plastic deformations of the sealant. The growth of
these deformations is particularly pronounced during the warmer ~ea

sons, as the amplitudes are greater and higher temperatures increase
the amount of stress relaxation.
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Stress

Deformation

FIG. 9.3 Principal connection between stresses induced in a sealant due
to daily and yearly movements. The vertical dashed lines indi
cate stress relaxation in the sealant.

When the temperature drops successively during autumn and winter, the
joint opens. The deformation now has to be accomodated by a narrower
sealant profile. This gives rise to higher stresses in the sealant. If
they are high enough the sealant will fail cohesively or adhesively.

If, during a joint opening period, the total of all increments of ten
sile stresses minus åll reductions of compressive stresses is formed
according to Fig. 9.3, then a resulting stress-strain curve is obtai
ned. If the stress relaxations are also summed up then a curve accor
di ng to Fi g. 9.4a can be drawn. If the sarne ca l cul at i ons are ma de
during a joint closing period, then the curve according to Fig. 9.4b
is arrived at.

Tensile stress

a)

Strain

Compression

~
1ii
~

·iii

l
Eo"""- ---'u

b)

FIG. 9.4 a) The total of all increments of'tensile stresses minus all
reductions of compressive stresses and the total of stress
relaxation according to Fig. 9.3 form a resultant stress
strain-relaxation~curve.

b) The same calculation as in 9.4a but during a joint closing
period.
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The discussion above can be ~xemplified in the following WijY:

* Take a joint where the yearly depending movements vary according
to Fig. 9.5. A sealant with a movement capability of ±25% is cho
sen and applied in the autumn, point A in Fig. 9.5. To simplify
matters, this point is supposed to be where equal movements occur
(25%).

During a decrease in temperature the joint opens to point Bwhere the
sealant is elongated 25% (calculated accord~ng to the original
sealant width = 20 mm). The joint width at this point is conse
quently 25 mm.

Joint movement

0/0 r-----------------------------...
+25

o

-25

July Jan July Jon

FIG. 9.5 Examples of yearly dependent joint movements. Cf. Fig. 9.6a
and b.

Where the "stress-strain-relaxation-curve" that has been formed
during the joint movement A-B is concerned, it can be seen in
Fig. 9.6a.

During an increase in temperature the joint starts to close and
the sealant starts to be compressed. At a certain level, e.g.
E = 10%, zero stress in the sealant is reached (the dotted line
in Fig. 9.6a).

Thus, a new sealant width is formed (= 20 + 2 22 mm). This
happens in point C in Figs.9.5 and 9.6a.
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FIG. 9.6 a) Tensile stresses induced in a sealant and remaining deforma
tions according to the example in Fig. 9.5.

b) Compressive stresses induced in a sealant and remaining defor
mations according to the example in Fig. 9.5.

The joint continues to close and reaches its narrowest value at

point D where the original joint width is compressed 25%. How
ever, the new sealant width will now be compressed 2 + 5 = 7 mm

and the percentage compression is consequently :2 · 100% = 32%.
The corresponding "stress-strain-relaxation-curve" can be seen in
Fig. 9.6b.

During the following opening of the joint the sealant is allowed
to elongate, but zero stress is reached at, e.g. 20% compression
(point E in Figs. 9.5 and 9.6b). Thus, the new sealant width is

20·22 ""now 22 - -roa- = 17.6 mm. Therefore, the elongatlon up to pOlnt

F in Fig. 9.5 is = (20 - 17.6) + 5 = 7.4.

Now, the sealant is forced to accommodate a percentage elongation

of 1~·.~ • 100% 42%, etc.

Practical experience shows that if failures occur in a sealant, these
will usually appear within about two years. This fact, together with
the example above, should indicate that the yearly depending movements

cause the greatest strain on a sealant.

Therefore, it should be valuable to try and simulate these kinds of
strain in a sealant.
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9.3 Methods of estimating the movement capability of sealants

As pointed out previously, the basis of this work was to examine the
ageing and deformation properties of the sealants themselves. The
adhesive problems were said to be managed by the manufacturers. How
ever, this investigation could illuminate the demands made on the ad
hesion of the sealants concerned.

Then, when estimating the movement capability of sealants, a crite
rion should first be stated. Such a criterion could be a tight joint.
This means that no cohesive failure would be allowed to occur, but

the sealant could become wrinkled. The latter is essential especi
ally for skin-forming oleo-resinous sealants.

It is also essential to make some kind of sub-division of the inhomo
genous group of sealants. Abasic could, in this ease, be the shape
of the stress-strain curve formed by the materials. Thus, one group
eonsists of sealants with a stress-strain curve showing a maximum
point of the stress, ef. Fig. 4.5. Consequently, the other group eon
sists of sealants whieh do not showa maximum point before failure.
This basis of division is roughly the same as that previously defined
for plastie and elastie sealants (Chapter 1).

However, the group of stress-peak-eurves should also be sub-divided
into two groups. Firstly, sealants whieh are inhomogenous through the
eross-seetion, for example skin-forming sealants. Secondly, sealants

whieh are homogenous through the eross-section.

Summing up, when making a simple estimation of the movement capability,

the sealants coul~ be divided irito three groups:

1 a. Sealants, whieh are inhomogenous through the eross-seetion and are
forming stress-strain eurves with a maximum point approximately

aeeording to Fig. 4.5. A typical example is a skin-forming oleo

resinous sealant.
b. Other types of sealants which are forming stress-strain eurves

with a maximum point approximately aeeording to Fig. 4.5. A typi

cal example is an aerylic-based sealant, type solvent release.

2. Sealants which are forming an ever increasing stress-strain eurve

until failure.
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As far as skinforming sealants are concerned, one critical point is
the permanent strain after rupture of the surface skin. The other
is the growth rate of the skin, but this can be checked according to

Chapter 4.4.2.

The permanent strain after rupture of the skin can be determined for
example by making specimens, according to Chapter 4.2. In order to
reduce the cross-sectional necking, it could be reasonable to make the
cross-section rectangular. For example 12 x 8 mm (width x depth). The
specimens are heat aged 56 days at +70 °C. The stress-strain curve is
determined at a reasonable rate and tempera~ure according to the prac
tical function. Appropriate levels are 0.001 mm/min respectively -5 °C.
If.the deformation rate is too high, the tensile strength of the skin
will be reached at a much lower elongation, cf. Chapter 9.4. The strain
at which the maximum point occurs on the curve could be called the per

manent strain after rupture of the skin.

For practical use, the total movement capability of this type of sea
lants (elongation and compression) is equal to the permanent strain

after rupture of the skin.

For the other groups of sealants showing a stress-strain curve accor

ding to Fig. 4.5, the movement capabilitycan bedetermined in a simi
lar way. These kinds of sealants are homogenous through the cross-sec
tion. Consequently, there is no need to determine any surface charac
teristics.

The stress-strain curve is determined on specimens according to Chap
ter 4.2. The specimens are stored in a climate of +23 °C/50% RH for

56 days followed by heat ageing at +70 °c for 56 days. The stress
strain curves are.determined at a rate of 0.001 mm/min and a tempera

ture of -5 °C. The strain where the maximum stress occurs is the move
ment capability of the sealant. Above this strain, large, local defor

mations willoccur.

These types of sealants showa high degree of stress relaxation. There

fore, when designing the joint width the movement capability of the
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sealant should be used from the narrowest calculated joint width,

i.e. the original joint width at application minus the calculated
closing movement. See the example in Chapter 9.4.

As discussed in Chapter 9.2 the critical mechanism of an elastic sea

lant is the stress relaxation periods which occur during the elonga
tions and compressions of the sealant. These relaxations cause perma
nent deformations of the cross-section. If a high movement capabili
ty of a sealant is to be obtained, then these permanent deformations
should be minimized.

An estimati~n of the amount of these deformations can be obtained by
simple elongation and compression tests to various degrees of defor

mation and at various temperatures. The remaining deformations are
then measured in each case. The sum of these deformations should not
exceed a certain level, say 15%. If this is not complied with, then

the elongations and compressions are decreased. A proposal for metho
dies is determined below.

Specimens are manufactured according to Chapter 4.2. These are cured

at +23 °C/50% RH for one week and then heat aged at +70 °c for 56 days.
Three specimens are elongated to 50% and three compressed to 30% at a
rate of 0.001 mm/min and a temperature of -5 °c respectively +55 °C.
The deformations are maintained for one hour during which the stress

relaxation is registered. Then the specimens are released and the re
maining deformations are determined after one hour. If the sum of
these deformations divided by three is less than 15% then the movement

capability of the sealant is ±15%. This value is obtained by comparing

laboratory values with practical experiences.

If the remaining deformations are greater than 15%, then the elongation

and compression values should be decreased to 40 respectively 20%. If
the sealant satisfy the demand in that case, then the movement capabili

ty is said to be ±10%. The testing values for a third group are 30%/10%
(elongation/compression) which should give ~5% movement capability.
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It should also be pdinted out that the tests could be carried out at
a higher rate. In that case the relaxation times are prolonged before
releasing the specimens. The stresses arising in the sealant in ques
tion at lower rates could then be estimated with the help of diagrams
as shown in Fig. 8.7.

9.4 Examples

Oleo-resinous sealant

Suppose the movement capability of the oleo-resinous sealant, Mate
rial No. 8 according to Table 4.1, is to be determined.

The growth of the skin thickness is found to be very low, cf. Fig.
4.2.9. The permanent strain after rupture of the skin is determined
according to Chapter 9.3. The results are shown in Fig. 9.7. The maxi
mum stress, the point where the skin cracks, occurs at a strain of
about 20%, which should be the movement capability of this sealant.
This movement should be calculated from the narrowest joint width, cf.
the example below!

The value agrees with. the results in Chapter 5.3 and also with prac
tical experiences.

If the tensile tests are carried out at a higher rate, the stress peak
is moved towards smaller strains, cf. Fig. 4.2.8.

Tensile stress
MPa ,...-.--------------------.
0.1

/---""""-/' ,
/ ,

0.05 - // "

/ "
/ '"

V I I I I ~~

10 20 ~ 40 SO
Strain,·'.

FIG. 9.7 Example of the determination of the movement capability of a
oleo-resinous sealant (Material NOe 8). .
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Acrylic-based sealant, type solvent release

Consider Material No. 6 according to Table 4.1. This material is
acrylic-based, type solvent release. The stress-strain curve is deter
mined according to Chapter 9.3. The results are shown in Fig. 9.8. The
maximum stress is reached at about 15% elongation, which is the move
ment capability of the sealant.

As stated in Chapter 9.3 the permitted mov~ments should be calculated
from the narrowest joint width.

Tensile stress
MPa r---------------------

7 +56 days
1-5ocl

,.",..---- ---.--
/' ................................. --

0.05 I- / ----__

/ -- ......
/
I

I

10
I

20
l

30 40 50
Strain,%

FIG. 9.8 Example of the determination of the movement capability of an
acrylic-based sealant (Material No. 6).

Suppose that Material No. 6 is going to be used in a joint where the
closing movements are calculated to be 2 mm and the opening movements
1 mm. How wide should the joint be?

Suppose the jo;nt width = B mm.

1 + 2 100 = 15~.

B = 22

If the oleo-resinous sealant above had been chosen instead, then the

joint width would have been = 17 mm (~ ~ ~ · 100 = 20).
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Polysulfide-based sealant

A couple of polysulfide sealants have been examined according to the
proposal in Chapter 9.3. An example is given for one polysulfide sea
lant, Shore A-hardness about 28.

The stress-deformation curves are shown in Fig. 9.9. At this deforma
tions, this sealant did not satisfy the demand "remaining deformation

< 15%". The movement capability of the sealant is thus less than ±15%,
say ±10%.

Stress" MPa

I //1 // 10 30 50
/1 ,// Deformation"o/o

I /

: / . 005
~/ +55°C --o

FIG. 9.9 Example of the determination of the movement capability of
a polysulfide-based sealant (250 Shore A).
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